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Titre : De la phénoménologie a la microscopie, une nouvelle approche pour I’évaluation
des sections efficaces de fission

Résumé : Les travaux présentés visent a améliorer les modéles de physique nucléaire
utilisés dans I’évaluation des sections efficaces neutroniques de fission. Le résultat de
ces travaux donne les clefs pour une percée significative dans ce domaine et a permis
d’étendre fortement les capacités du code d’évaluation CONRAD. Les sections partielles
étant naturellement corrélées entre-elles pour respecter la valeur de la section totale, ces
améliorations bénéficient a ’ensemble des sections partielles. Un cadre solide pour la
modélisation des processus concurrent a la fission a di étre établi sur le modeéle du code
de référence TALYS. Aprés s’étre assuré de la fiabilité et de la cohérence du cadre, les
investigations spécifiques concernant la fission ont pu étre réalisées. Les perspectives
d’applications offertes par les modéles macro-microscopiques FRDM et FRLDM ont été
analysées. Ces modéles ont été implémentés et validés sur des données expérimentales
et des benchmarks. Afin d’obtenir des temps de calcul compatibles avec les besoins de
I’évaluation, des méthodes numériques sophistiquées ont été sélectionnées et une partie
des calculs a été portée sur GPU. Ces modéles macro-microscopiques peuvent étre utilisés
pour construire des surfaces d’énergie potentielle qui sont & leur tour traitées afin d’obtenir
des barriéres de fission & une dimension, puis des coefficients de transmission fission. Ces
derniers sont alors utilisés dans le cadre de modélisation des sections efficaces moyennes
du domaine statistique sur la base d’'un modeéle Hauser-Feshbach. Les résultats de cette
approche seront présentés sur le cas du ***Pu(n,f).

Mots clés : Physique nucléaire, évaluation, modéle macro-microscopique, FRLDM,
FRDM, sections efficaces, Hauser-Feshbach, barriére de fission, GPU

Title: Challenging fission cross section simulation with long standing macro-microscopic
model of nucleus potential energy surface

Abstract: The work presented here aims to improve models used in the fission cross-
section evaluation. The results give insights for a significant breakthrough in this field
and yielded large extensions of the evaluation code CONRAD. Partial cross sections are
inherently strongly correlated together as of the competition of the related reactions must
yield the total cross section. Therefore improving fission cross section benefits to all par-
tial cross sections. A sound framework for the simulation of competitive reactions had
to be settled in order to further investigate on the fission reaction; this was implemented
using the TALYS reference code as guideline. After ensuring consistency and consis-
tency of the framework, focus was made on fission. Perspective resulting from the use
of macroscopic-microscopic models such as the FRDM and FRLDM were analyzed; these
models have been implemented and validated on experimental data and benchmarks. To
comply with evaluation requirements in terms of computation time, several specific nu-
merical methods have been used and parts of the program were written to run on GPU.
These macroscopic-microscopic models yield potential energy surfaces that can be used to
extract a one-dimensional fission barrier. This latter can then be used to obtained fission
transmission coefficients that can be used in a Hauser-Feshbach model. This method has
been finally tested for the calculation of the average fission cross section for ***Pu(n,f).

Keywords: Nuclear physics, evaluation, macroscopic-microscopic model, FRLDM,
FRDM, cross section, Hauser-Feshbach, fission barrier, GPU

Unité de recherche
Laboratoire d'Etudes de Physique, CEA/DEN/DER/SPRC/LEPh CEA de Cadarache
13108 St Paul Lez Durance, France

ii



Remerciements

Je tiens tout d’abord a remercier la personne & l'origine de cette thése, Oliver Bouland,
merci beaucoup pour ton soutien et ta bienveillance durant ces trois années. Merci éga-
lement & Olivier Serot pour tes conseils pertinents et ta vision globale des thématiques
autour de la fission. Merci a Gilles Noguére et Olivier Litaize pour nos discussions enri-
chissantes sur certains points de physique nucléaire. Pour continuer la litanie des saints,
merci & Cyrille De Saint Jean pour m’avoir accueilli dans le labo, pour tes conseils en
matiére de physique nucléaire, de programmation, et sur les autres aspects de la vie du
physicien. Enfin, un immense merci a Pascal Archier, « I’encadrant de ’'ombre », pour le
temps et ’énergie que tu as passés a m’aider a décortiquer les entrailles de CONRAD et
de TALYS.

Merci aux membres du jury et spécialement aux rapporteurs Héloise Goutte et Arjan
Koning. Merci tout particulierement a Peter Méller pour nos nombreux échanges concer-
nant les modeéles macro-microscopiques et pour les commentaires sur le manuscrit.

Merci également & Stéphane Hilaire du CEA/DAM-DIF pour tes judicieux conseils
lors de mon séjour a Bruyéres le Chatel.

Un grand merci a I’équipe compléte du LEPh pour m’avoir accueilli pendant ces trois
derniéres années, je suis trés heureux de continuer I’aventure avec vous !

Je tiens également & rendre hommage aux Oompa Loompas de la science : les docto-
rants et les stagiaires. Je ne peux pas tous vous remercier individuellement sans ajouter
une nouvelle annexe a ce manuscrit déja bien long, je me limiterai donc a : David Regnier
(pour nos travaux sur « 'armure d’iron man »), Simon Ravaux (pour nos discussions a
la machine a café), Guillaume Truchet (pour notre long parcours commun et pour tes
relectures), Amine Nasri (pour la passion avec laquelle tu as réalisé ton travail de stage).
Merci a ceux que je n’ai pas nommé directement pour les bons moments passés ensemble.

Enfin Léonie Berge, un immense merci pour tes relectures approfondies et pour ton
soutien.

Merci a toute ma famille pour m’avoir porté et pour avoir fait de moi qui je suis
aujourd’hui.

iii



iv



Résumé Etendu

Introduction a I’Evaluation des Sections Efficaces

Les données nucléaires telles que les sections efficaces sont des « ingrédients » d’entrée des
calculs de physique des réacteurs. La physique des réacteurs est régie par ’équation du
transport qui décrit la population neutronique dans un réacteur. C’est une équation diffi-
cile a résoudre du fait de la géométrie des réacteurs (géométrie récursivement imbriquée)
et de la grande gamme énergétique a traiter (de 20 MeV a 107> meV). Jusqu'aux années
90, I'incertitude associée a la résolution de I’équation du transport était supérieure a celle
associée aux données nucléaires d’entrée. Depuis, la montée en puissance des ordinateurs
a rendu possible un emploi plus routinier de méthodes de résolution plus rigoureuses utili-
sant la simulation Monte-Carlo. L’incertitude liée aux données nucléaires est aujourd’hui
le premier facteur d’incertitude dans les calculs de physique des réacteurs. De plus, le
renforcement des normes de sureté des réacteurs pousse a améliorer les modélisations afin
de quantifier plus précisément le processus en jeu et de restaurer si possible les marges
d’exploitation.

Le but de ce travail de these est de démontrer la faisabilité de I'utilisation de modéles de
structure nucléaire avancés dans ’évaluation des sections efficaces de fission. L’évaluation
des sections efficaces repose d’une part sur des modéles, d’autre part sur des données
expérimentales a partir desquelles les paramétres de modéle sont ajustés. a basse énergie,
la précision expérimentale est en général suffisante pour pouvoir obtenir une représentation
exacte de la section. Pour les actinides, cette section présente des structures résonnantes
comme montré dans la figure 1. a plus hautes énergies, la précision expérimentale ne
permet plus de décrire ces structures, une approche statistique moyenne doit étre utilisée
pour modéliser la section. Le domaine a basse énergie est appelé le domaine des résonances
résolues. Au dela de ce domaine, les résonances existent toujours, mais il n’est pas possible
d’obtenir des paramétres de résonance pouvant les décrire, ¢’est le domaine des résonances
non résolues. a plus hautes énergies encore, la densité des résonances et leur largeur
augmentent, ce qui les améne a se recouvrir mutuellement. Dans ce domaine énergétique,
méme avec une précision expérimentale infinie, les résonances ne sont plus visibles. Ce
domaine est appelé le continuum. Le domaine des résonances non résolues et le continuum
sont regroupés sous le nom de domaine statistique.

Plusieurs pistes d’amélioration sont ouvertes afin d’obtenir des évaluations de sections
efficaces plus satisfaisantes et sont présentées dans le manuscrit. On retiendra uniquement
ici que le processus de fission est le moins bien modélisé et que du fait de la compétition
entre les voies de réactions différentes, une amélioration spécifique a la section de fission
bénéficierait aux autres sections partielles. En particulier, un des problémes soulignés dans
le manuscrit est que les mesures de sections efficaces de fission montrent des structures qui
ne se retrouvent pas dans la section totale, ce qui est révélateur d’'un phénomeéne propre
au processus de fission. De plus, on montrera dans le manuscrit que les modéles utilisés
a I’heure actuelle dans la modélisation du processus de fission ne peuvent pas permettre
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FIGURE 1 — Exemple d’évaluation de la section efficace totale du **Pu. Les différents
domaines en énergie impliqués dans la modélisation de la section sont illustrés.

de modéliser les structures observées dans les données expérimentales.

Théorie des Collisions et Sections Efficaces

Avant de rentrer dans le cceur du sujet, il est important de préciser dans quel cadre les
sections efficaces sont modélisées. Du fait de la taille des « particules » impliquées en
physique des réacteurs (neutrons et noyaux), leurs interactions doivent étre modélisées
dans le cadre de la mécanique quantique. C’est a dire que la ou le neutronicien consi-
dére une particule incidente avec une direction donnée frappant un noyau et repartant
dans une autre direction (avec une certaine probabilité associée), le physicien nucléaire
ou I'évaluateur considére quant a lui une onde plane caractérisant le neutron incident se
réfléchissant au contact du noyau cible. L’onde plane incidente peut se décomposer en
une superposition d’ondes sphériques. Les ondes réfléchies sont également des ondes sphé-
riques. C’est donc en terme de probabilité de réflexion d’une onde sphérique donnée en
une autre que le physicien nucléaire est amené a finalement quantifier ce phénomeéne via
une grandeur appelée la section efficace 0.~ qui connecte I'onde incidente ¢ en une onde
réfléechie ¢’. On dit que cette section relie la voie ¢ a la voie ¢. De facon plus générale, une
voie peut également correspondre & une autre paire de particules (neutron+noyau cible
ou proton+noyau résiduel dans le cas de la réaction (n,p)). La voie décrit également les
moments angulaires des deux particules de la voie, leur état d’excitation intrinséque, etc.
On notera ici que le moment angulaire total J et la parité totale m sont de « bons nombres
quantiques », ce qui signifie qu’ils sont conservés dans le processus. Un phénomeéne de col-
lision entre deux particules fait intervenir une infinité de processus « paralléles » ayant
des J™ associés différents.

Pour finir, plusieurs code de modélisation de réactions nucléaires sont présentés. Ils
correspondent & des codes utilisés dans cette étude, principalement le code ECIS [1] per-
mettant d’obtenir une section efficace totale dans le domaine statistique, le code TA-
LYS [2| permettant de décomposer la section efficace totale en sections partielles. Ces
deux codes représentent des approches de référence dans le travail de mise & niveau du
code CONRAD [3] qui a été le réceptacle des développements réalisés durant le travail de
these.
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Section Efficace de Fission dans le Domaine Résolu

La modélisation des sections efficaces dans le domaine des résonances résolues repose sur
la théorie de la matrice-2R [4,5]. Cette théorie (et ses nombreuses approximations qui sont
utilisées en pratique) permet d’obtenir une paramétrisation de la section efficace dans
laquelle la dépendance énergétique est explicite. En d’autres termes, la théorie donne une
formule mathématique dépendante de I’énergie et avec des paramétres (7,.) ne dépendant
pas de I’énergie. La théorie de la matrice-R est un formalisme ezact. En effet, elle ne
suppose pas d’hypothéses supplémentaires que celles de la théorie des collisions, ce qui en
a fait sa grande force et explique que le formalisme soit toujours utilisé aujourd’hui. Le
contrecoup de cette exactitude se paie dans le fait que la théorie ne décrit pas la valeur
des paramétres qui interviennent dans ’expression de la section. Ces paramétres doivent
donc étre obtenus a partir de données expérimentales, ce qui réduit considérablement le
caractére prédictif du modéle.

Les modeéles basés sur une approche type matrice-R ne peuvent donc pas prétendre
a la prédictivité pour décrire une section efficace donnée pour un isotope non mesuré.
De plus, la qualité des mesures nécessaires est relativement importante afin de pouvoir
en extraire des parameétres utilisables. Dans la pratique, cela n’est possible qu’a faible
énergie du neutron incident. a plus haute énergie, il est difficile d’obtenir une statistique
et une précision satisfaisantes avec les installations expérimentales actuelles. Cependant,
si les mesures & basses énergies sont suffisamment précises, les parameétres de résonance
qui en sont extraits peuvent servir a obtenir des données statistiques qui peuvent étre
utilisées dans une modélisation de la valeur moyenne de la section, dans une approche
dite « matrice-R moyenne ».

Dans la pratique, une approche de type matrice-R rigoureuse n’est pas possible pour
la réaction de fission. Cela est di au fait que pour cette réaction de trop nombreuses
voies sont ouvertes, correspondantes aux différentes fragmentations, répartitions d’éner-
gies cinétique et de moment angulaire entre les fragments, etc.. Il en est de méme pour
la réaction de capture radiative pour les actinides a cause du grand nombre de niveaux
d’arrivée dans le noyau composé aprés émission du photon. Dans la pratique, 'approxi-
mation Reich-Moore [6] de la matrice-R permet, pour les actinides, de considérer une voie
moyenne dont les parameétres associés ont une faible dispersion. Le traitement habituel
des voies de fission fait que les paramétres non dépendants de Iénergie (yy¢) absorbent
une partie de la dépendance. Ceci est du au manque de description physique des voies
de fission. Il est également observé que l'utilisation de deux « voies » de fission suffit a
reproduire les mesures. Cela s’explique par le fait que le passage du noyau composé par
peu d’états corréle fortement les 7y, ce qui réduit le degré de liberté associé.

J. E. Lynn [7] a élaboré une extension du formalisme matrice-98 a ces « voies de fis-
sion ». Dans cette approche, le potentiel d’interaction utilisé dans la théorie de la matrice-
R est assimilé a la barriére de fission correspondant & un état intrinséque donné. La des-
cription de cette barriére ainsi qu’une mise en équation propre aux voies de fission permet
de décrire la dépendance en énergie manquante, qui biaise 1’ajustement des 7y, sur les
mesures de section efficace de fission. Cette théorie est présentée dans le manuscrit, ainsi
qu'une approche pragmatique permettant de retranscrire cette dépendance. Cette mé-
thode est ensuite mise en application sur un cas pratique, le **°Pu(n, f). Pour cet isotope,
dit « non fissile », les mesures (n,f) présentent des groupes de résonances appelés clusters.
Ces clusters sont la manifestation de l'effet de la barriére de fission dans la distribution
de la valeur des 7). L’analyse de ces clusters de résonances permet d’obtenir des valeurs
de 7y,r avec un biais de modélisation réduit. Ces valeurs peuvent ainsi étre utilisées dans
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les extrapolations a plus hautes énergies de fagon plus fiable.

Etat de ’Art dans le Domaine Statistique

L’impact de la barriére de fission ne se retrouve pas seulement dans le domaine des
résonances résolues. a plus hautes énergies, dans le domaine statistique, des fluctuations
dans les sections efficaces moyennes peuvent étre attribuées a la barriére de fission. Du
fait que les sections partielles sont en réalité définies comme une fraction de la section
totale, celles-ci sont donc naturellement corrélées; leur somme doit redonner la valeur de
la section totale qui provient d’'une modélisation séparée.

Deux modéles sont utilisés pour la modélisation de la section efficace totale, le modeéle
dit « matrice-9R moyenne » et le modeéle optique. C’est 'utilisation de ces deux modéles qui
ameéne a séparer le domaine statistique en deux sous-domaines, le modéle des résonances
non résolues (URR) et le domaine du continuum.

Ces deux modeles permettent de décrire la probabilité qu’a un neutron de pénétrer a
I'intérieur du noyau cible et de former un noyau composé. L’hypothése du noyau composé
permet de dire que cette probabilité de former le noyau composé a partir d’un neutron est
reliée a la probabilité d’émettre un neutron a partir de ce noyau composé. Pour quantifier
ces phénomenes, les coefficients de transmission 7, sont introduits. Il permettent également
dans le formalisme Hauser-Feshbach [8] de décrire les probabilités de décroissance suivant
les différentes voies a partir d’'un noyau composé. Dans une forme simplifiée, le formalisme
Hauser-Feshbach donne la probabilité Pon_,. de décroitre, a partir du noyau composé, dans
la voie ¢ comme

Dans cette image, la probabilité de former le noyau composé est décorrélée de la
probabilité de décroitre dans la voie c¢. Dans la pratique, un facteur de correction est
appliqué pour tenir compte de la corrélation entre la voie d’entrée et la voie de sortie.
Ce terme appelé facteur de correction de fluctuation des largeurs n’est pas davantage
développé dans le manuscrit mais reste inclus dans les calculs. Pour pouvoir calculer une
section efficace partielle, il faut donc un modeéle donnant la section totale, un modéle
Hauser-Feshbach et un modéle donnant les coefficients de transmission pour toutes les
autres voies que celles d’entrées (les coefficients de transmission liés aux voies d’entrées
sont donnés par le modeéle donnant la section totale). Il est donc nécessaire, méme pour
modéliser une section efficace de fission seule, de disposer de modéles décrivant les autres
processus de décroissance comme par exemple la décroissance radiative.

Avant le début de cette these, la modélisation haute énergie du code CONRAD, issue
d’un travail préparatoire, était assez rudimentaire. En effet un moteur Hauser-Feshbach
préexistait ainsi que certains modeéles rudimentaires permettant le calcul de sections par-
tielles limitées. Dans ce cadre, seul le modéle matrice-R moyenne pouvait étre utilisé. Une
refonte compléte de cette partie du code a donc été effectuée afin d’étre plus générique
dans les modeéles utilisables pour les différentes voies.

Concernant le traitement de la voie d’entrée, le modéle matrice-R moyenne a été
préservé (afin d’assurer l'isocapacité du code), mais a été modifié afin de permettre de
s’articuler de fagon générique au reste du code. Un couplage avec le code ECIS (modéle
optique utilisant le formalisme des voies couplées décrit en annexe du manuscrit) a été
réalisé afin de pouvoir traiter un domaine en énergie plus grand. En effet, il a été dit
plus haut que le modéle matrice-’R moyenne utilise des données issues de l'analyse de
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domaine résolu, or dans ce domaine, seules quelques voies jouent un role significatif. a
plus hautes énergies, le poids « s’équilibre » entre les différentes voies et leur nombre
augmente tres rapidement. Il est dont impossible d’utiliser le modéle matrice-R moyenne
a hautes énergies car trop de paramétres doivent étre ajustés sur des mesures. a hautes
énergies des modéles optiques sont utilisés de fagon a limiter le nombre de parameétres
phénoménologiques & ajuster in fine sur des mesures. Ce type de modéle réussit tres
bien a reproduire les sections efficaces totales. Afin de maitriser complétement la chaine
de modélisation des sections efficaces partielles, un modéle optique par voies couplées a
également été implémenté de fagon a pouvoir se passer a terme du code ECIS utilisé depuis
plus de 50 ans et dont la maintenance est difficile & assurer. La nouvelle implémentation
pourra également faciliter 'arrivée de nouveaux modéles optiques, par exemple de type
rotor moue. L’implémentation du nouveau modeéle optique et le couplage au code ECIS ont
été testés et ont donné des résultats satisfaisants permettant de passer a la modélisation
des autres réactions. Pour effectuer cette vérification, deux isotopes ont été testés : le *°Fe
et le *"Gd. Le *°Fe permet de tester un potentiel sphérique alors que le *"Gd, déformé
dans son état fondamental, requiert 1'utilisation d’un potentiel de type rotor rigide.

Le plus naturel est de commencer par traiter le processus de capture radiative. Ce
processus n’est pas un processus a seuil, il peut se produire a n’importe quelle énergie
d’excitation du noyau composé. Il rentre donc en jeu méme & basse énergie. Le photon
émis par décroissance fait « retomber » le noyau composé dand un état de moindre énergie
et de spin-parité différent. De nombreux états d’arrivée sont disponibles, tout spéciale-
ment pour les noyaux lourds. Ainsi, de nombreux coefficients de transmission doivent étre
calculés pour chacun de ces états. En pratique, seule une partie des états de basse énergie
est connue. Pour traiter les autres états, une densité de niveau phénoménologique est uti-
lisée. Le code CONRAD partage avec un autre code (le code FIFRELIN) une bibliothéque
de modeles de physique nucléaire dans laquelle des modéles de densité de niveau p sont
disponibles. Ces modéles ont donc été raccordés au code CONRAD afin de pouvoir traiter
ce « continuum » de niveaux. Le modéle utilisé dans ce travail est le modéle phénoménolo-
gique de Gilbert-Cameron [9]. La description des niveaux n’est pas suffisante pour décrire
le processus de décroissance radiative. Pour décrire la probabilité de décroissance entre
deux niveaux séparés d’une énergie €., un modeéle phénoménologique dit de fonction force
gamma, est utilisé. La bibliothéque de modéles de physique nucléaire contient également
des modéles de fonction force gamma qui ont été couplés au code CONRAD. Ces modéles
sont cohérents avec ceux de la base RIPL-3 [10]. Au final, le coefficient de transmission
gamma est donné par la formule

ZTXZ(Ev(i))f(Ji,m, J,m, X, 0)

i=1

DD

Xe{EM} ¢

E*
+ Z / deyp(E* — ey, J', ") Txo(ey) f(J' 7', Ty, X, 0) |

J' !
Econt

Dans cette formule, la fonction f sert a sélectionner les transitions permettant de conserver
le moment angulaire et la parité. Les coefficients de transmission liée & I’émission de
neutron sont déja connus soit via le modeéle de matrice-R moyenne soit via le modéle
optique. Il est donc possible de calculer la section efficace de capture radiative en utilisant
la formule d’Hauser-Feshbach
T,T,
Tno T

ix



L’implémentation de ce modéle a été vérifiée avec le code TALYS. Pour effectuer cette
vérification les deux isotopes *°Fe et 1*’Gd ont été réutilisés. Le code CONRAD et le code
TALYS présentent des écarts inférieurs 0.05%.

Le méme type de mise a niveau du code a été réalisé pour la réaction inélastique,
toujours en utilisant le code TALYS comme référence. a la différence de la réaction de
capture, une partie dite directe doit étre ajoutée. Cette partie directe peut provenir soit
du calcul par voies coupées pour les niveaux inélastiques, considérés dans le calcul du
modéle optique, soit d’un calcul séparé de type DWBA. Les résultats avec le code TALYS
ont été encore une fois satisfaisants. Cependant, a plus hautes énergies, I’émission d’un
gamma suivi de I’émission d’un neutron devient de plus en plus probable. Ce type de
réaction n’est pas prévu dans le code CONRAD, et son traitement a dii étre désactivé
dans le code TALYS afin de faire des comparaisons pertinentes. Malgré tout, cela ne doit
pas poser de probléme pour le reste de cette étude car, dans le domaine énergétique traité,
cette contribution reste marginale. Le cadre présenté jusqu’a présent permet maintenant
de traiter spécifiquement la réaction de fission. Afin de réaliser des comparaisons per-
tinentes et de porter le code CONRAD au niveau de I’état de 'art de la modélisation
des sections efficaces fission, le traitement standard de la fission utilisant un modele de
type Hill-Wheeler [11] avec deux barriéres non corrélées a été implémenté. Le modéle
Hill-Wheeler repose sur la description des barriéres de fission comme étant de simples
paraboles inversées. De plus, dans la modélisation usuelle, les deux barriéres non corrélées
ne sont pas reliées par un puits intermédiaire. Or ce puits intermédiaire est responsable
des structures observées sur les sections efficaces de fission. L’obtention et l'utilisation
d’un potentiel continu seront le sujet des deux prochains chapitres.

Les Modéles Macro Microscopiques

En physique nucléaire, les barriéres de fission sont obtenues en étudiant 1’évolution de
I’énergie du noyau a mesure que celui-ci se déforme. La description de cette énergie en
fonction des parameétres de déformation collectifs est appelée surface d’énergie poten-
tielle. Plusieurs approches existent pour obtenir de telles surfaces, les méthodes purement
microscopiques, bien qu’intellectuellement plus satisfaisantes, aménent a des durées de
calcul rédhibitoires pour I’évaluation. La méthode concurrente, appelée macro microsco-
pique, combine ’approche historique de type goutte liquide & une modélisation simplifiée
des fonctions d’onde individuelles de chacun des nucléons. Le modéle retenu pour cette
étude est le modéle Finite-Range Liquid-Drop-Model de Peter Moller [12]. Dans cette ap-
proche, la forme de noyau est imposée a ’aide d’une fonction géométrique dépendant des
parameétres de déformation collectifs. Un historique est présenté retracant les différentes
améliorations successives apportées au modeéle macroscopique de type goutte liquide, dont
la formulation originale de type Bethe-Weizsécker [13,14] donnée par
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Cette modélisation a notamment été améliorée par I’apport successif de termes cor-
rectifs décrivant la diffusivité de la surface du noyau, la taille finie des protons, etc. Cette
vision macroscopique du noyau présente certains défauts. Notamment dans cette descrip-
tion, tous les noyaux ont une forme sphérique dans leur état fondamental. De plus, la
forme de la barriére de fission obtenue ne présente qu'un seul pic. Pour finir, il faut noter
que cette formulation ne permet pas de coller aux masses expérimentales pour certains
noyaux. En effet, pour des noyaux ayant un nombre de protons ou de neutrons proche



des nombres magiques 2, 8, 20, 28, 50, 82 et 126, des écarts significatifs avec le modéle
macroscopique sont observés. Ces écarts sont dus au fait que les nucléons du noyau ne sont
pas répartis de fagon homogéne et ont un comportement régi par la mécanique quantique.

Le modele macro microscopique devint populaire & partir des travaux de Strutinsky [15]
qui fournit une méthode pour calculer une correction de couche a partir des énergies
simples particuliers nucléons. Ces énergies sont obtenues par la résolution de I’équation
de Schrodinger pour des particules indépendantes

Hip, = (T + V)b, = e,ih, .

Dans le travail présenté, seules des formes a symétrie axiale seront étudiées. La résolu-
tion de cette équation repose sur la donnée du potentiel moyen ressenti par les nucléons.
Dans 'approche utilisée dans le modéle macro microscopique, ce potentiel est donné par
un modeéle de Yukawa calqué sur la forme du noyau. a ce potentiel nucléaire moyen est
ajouté un second potentiel scalaire tenir compte, pour les protons, de l'interaction co-
lombienne. De plus, afin d’obtenir un potentiel réaliste, un potentiel de couplage spin
orbite est aussi introduit. La résolution de I’équation est donc réalisée séparément pour
les protons et neutrons, et ce pour chaque forme du noyau. Un modéle microscopique
a particules indépendantes a donc da étre implémenté dans le code CONRAD. Dans le
cas d'un noyau sphérique, les nombres magiques sont retrouvés. D’autres vérifications
sont également effectuées, portant notamment sur la valeur des énergies simple particule
obtenues lorsque le potentiel utilisé est analytique.

La méthode utilisée pour obtenir la correction de couche a partir des énergies simple
particule est présentée. En réalité, deux types de correction sont calculés. Une premiére
correction caractérise 'effet de la quantification des énergies des nucléons dans le noyau.
Une deuxiéme correction caractérise I'effet des énergies discrétes par rapport a 1’énergie
continue sur 1’énergie d’appariement des nucléons. Le calcul de ces deux types de correc-
tion a été vérifié sur un benchmark. Une derniére correction doit étre appliquée a la surface
d’énergie potentielle afin de pouvoir la comparer & une donnée expérimentale. Cette cor-
rection s’appelle I’énergie vibrationnelle de point zéro. Elle correspond au fait, que lorsque
le noyau se trouve dans un puits de potentiel de la surface, il ne peut se trouver « au fond
du puits », mais a une énergie légérement au dessus. Ce phénoméne est courant en méca-
nique quantique : une particule liée dans un puits harmonique se trouve dans le premier
état vibrationnel accessible. Il en est de méme pour le noyau dans le puits de la surface de
potentiel. Afin de pouvoir comparer 1’énergie potentiel du noyau avec 1’énergie de liaison
expérimentale, cette énergie de vibration doit étre ajoutée. L’'implémentation modéle a
donc pu étre vérifiée sur des données publiées [12] et sur les masses expérimentales. Pour
obtenir une analyse plus fine des différences entre 'implémentation originale du modéle
et celle réalisée pour le travail de thése, un deuxiéme modéle du méme type (le Finite-
Range Droplet Model [12]) a été implémenté. Ce modele difféere du premier seulement
par sa composante macroscopique. Ceci a permis d’identifier partiellement 1'origine des
différences vis-a-vis de I'implémentation originale. En conclusion, les écarts observés avec
les données publiées permettent d’utiliser avec confiance le programme pour 1’étude des
surfaces d’énergie potentielle afin d’en extraire une barriére de potentiel a une dimension.

Obtention d’une Barriére de Fission & une Dimension

La surface d’énergie potentielle obtenue a I’aide d’'un modéle macro microscopique ne peut
pas étre utilisée directement dans un calcul de section efficace type Hauser-Feshbach. Un

Xi



coefficient de transmission fission doit en étre extrait. Il serait possible d’utiliser plei-
nement tous les degrés de liberté décrits par la surface en utilisant par exemple des
formalismes sophistiqués tels que « time-dependent generator coordinate method ». Ce-
pendant, de telles méthodes nécessitent un temps de développement et de calcul qui n’est
pas compatible avec la présente étude. La surface de potentiel est multidimensionnelle.
Des méthodes plus simples a mettre en place permettent d’obtenir un coefficient de trans-
mission & partir d’'une « surface » & une dimension (une barriére de fission), et ce, quelle
que soit la forme de cette surface. Il a donc été choisi de réduire la surface multidimen-
sionnelle a un chemin 1D. Deux types de méthodes ont été étudiés, la méthode dite de
« moindre énergie », et la méthode de moindre action.

La méthode de moindre énergie se comprend intuitivement en imaginant une surface
2D correspondant par exemple a un profil topologique d’une région géographique mon-
tagneuse. En étudiant ’écoulement de ’eau sur cette surface, on obtient une idée d’un
chemin 1D « optimal ». La généralisation de ce probléeme a N dimensions est plus com-
plexe, car si les minimas locaux sont faciles & identifier, les points selles les connectant,
ainsi que le chemin complet entre ces différents points particuliers ne sont pas aisés a
déterminer pour des dimensions supérieures. L’algorithme élaboré afin de déterminer ce
parcours est présenté dans le manuscrit. Il s’appuie notamment sur la méthode d’immer-
sion [16] pour déterminer les points selles connectant chaque couple de minima locaux. Le
point faible de cette méthode se trouve dans la définition de « I’abscisse de fission ». En
effet cette méthode donne la suite de formes (et les énergies de déformation associées) que
prend le noyau durant le processus de fission. Cependant la notion de distance entre deux
formes n’est pas naturelle. Un ersatz de solution a été choisi en utilisant une distance « de
Pythagore » entre deux formes en utilisant les valeurs des parameétres de forme. Le cas du
240py (fissionnant) a été étudié, et les hauteurs de barriére obtenues sont cohérentes avec
celles trouvées dans la littérature.

La deuxiéme méthode étudiée est la méthode de moindre action. Cette méthode a
Iavantage de naturellement donner une abscisse de fission. Cependant cette méthode
requiert un parameétre supplémentaire par rapport a la méthode de moindre énergie : le
tenseur d’inertie. Ce tenseur d’inertie B caractérise l'inertie qu’a le noyau a se déformer
dans certaines « directions ». En réalité, ces directions sont les parameétres collectifs de
forme du noyau. Le parcours de moindre action est ensuite défini comme étant le parcours
L qui minimise l'intégrale d’action S définie par

5= [ a5, S Bu@ P LWV @ - Vs,
T ij
Deux modéles ont été étudiés pour obtenir le tenseur d’inertie, le model Werner-Wheeler
[17] et le modéle de cranking [18,19].

Le modéle de Werner-Wheeler modélise le noyau comme un liquide incompressible
et irrotationnel (de fagon cohérente avec I’approche macroscopique de I'énergie de défor-
mation du noyau). Cette méthode présente I'avantage de donner une solution rapide car
elle ne nécessite que la connaissance du volume, de la masse et de la forme du noyau.
Cependant, ce modéle n’a pas été utilisé plus loin dans I’étude du fait des résultats non
satisfaisants donnés par une modélisation aussi simple du noyau. L’insuffisance du modéle
est montrée lors du passage a un calcul de chemin explorant I’asymétrie de masse. En ef-
fet, 'ordre du tenseur (et le nombre de degrés de déformation collectifs) est donné par le
nombre de paramétres utilisés dans la description de la forme du noyau. Dans ’étude, la
paramétrisation de Brack [20] a été utilisée. Cette paramétrisation permet de jouer sur
I’élongation du noyau, la « taille du col » et optionnellement 1’asymétrie de masse. On
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étudie donc des surfaces d’énergie potentielle & deux ou trois dimensions. Dans tous les
cas les valeurs propres du tenseur d’inertie doivent toujours étre positives. Or, dans le
cas de la surface a trois dimensions, cela n’est plus le cas. C’est la raison pour laquelle ce
modeéle n’a pas été utilisé plus loin dans 1’étude.

Un deuxiéme modéle a été étudié pour obtenir le tenseur d’inertie : le modéle de
cranking. Dans ce modéle, les fonctions d’onde simple particule du modéle microscopique
1, sont réutilisées, de méme que les énergies quasi-particule F, obtenues a partir du
modéle de correction d’appariement. Le tenseur d’inertie s’obtient alors par

(2 | 22
B3 (q) =21’ Z %EV - Eu)?’qj (u,v, + vyu,)* + Py .

nZ

Contrairement au modéle Werner-Wheeler, une solution analytique a été développée de
facon a vérifier I'implémentation du modéle.

Une fois le tenseur d’inertie connu, 'intégrale d’action est minimisée a l’aide d’une
méthode de Ritz. L’avantage de la méthode de moindre action par rapport a la méthode
de moindre énergie est qu’en plus de donner une définition plus rigoureuse de ’abscisse
de fission, elle donne également un parameétre d’inertie dépendant de ’abscisse de fission
(appelée déformation aprés réduction & une dimension). Dans le cas du chemin de moindre
énergie, ce paramétre est choisi constant et indépendant de la déformation. Ce paramétre
a un effet significatif sur le calcul des coefficients de transmission. Malheureusement,
'utilisation du modéle de cranking dans le cas 3D meéne a un parcours ayant des hauteurs
de barriére peu réalistes. Une facon d’obtenir des hauteurs de barriére plus réalistes est
de sélectionner parmi les chemins de moindre action étudiés, celui correspondant a la
barriére la plus basse. Cette méthode arbitraire est appelée LA-V ;. Cela est bien str peu
satisfaisant mais permettra dans le reste de I’étude de montrer I'impact de la dépendance
de l'inertie en fonction la déformation.

Trois modéles sont donc testés pour 'obtention d’une barriére a une dimension : la
méthode de moindre énergie avec paramétre d’inertie constant, la méthode LA-V,,;, avec
un paramétre constant et avec un parameétre dépendant de la déformation. Une fois ces
barriéres connues, il a fallu mettre en place une méthode pour calculer un coefficient de
transmission & partir d’une barriére de forme quelconque. Dans le cas d’un paramétre
d’inertie constant, la méthode de Numerov [21| peut étre appliquée. Dans le cas d'un
parameétre d’inertie dépendant de la déformation, une méthode de Runge-Kutta a été
utilisée. Cela a notamment permis de montrer l'effet spectaculaire de la dépendance du
paramétre d’inertie sur le coefficient de transmission (et in fine sur la section efficace).
Ce phénoméne est d’autant plus marqué que le paramétre d’inertie est complétement
négligé dans les approches « traditionnelles » type Hill-Wheeler ou Cramer-Nix [22]. Non
seulement, dans ces approches le paramétre d’inertie est constant, mais sa valeur n’a pas
d’effet sur le coefficient de transmission final.

Pour obtenir des coefficients de transmission fission utilisables dans un calcul de sec-
tion efficace, il est nécessaire de traiter les états de transition. Ces états de transition
sont reliés au fait qu'un noyau se déformant peut se trouver dans I’état qui minimise
I’énergie intrinséque, ou alors dans le premier état excité, ou le deuxiéme, etc. Ces états
excités sont obtenus en réutilisant les énergies simple particules du calcul microscopique
et en les combinant avec des états vibrationnels harmoniques afin d’obtenir des tétes de
bandes rotationelles. Cette opération est réalisée en utilisant une routine issue du code
AVXSF [23,24]. Les tétes de bandes rotationnelles obtenues sont alors déroulées en utili-
sant un moment d’inertie, calculé lui aussi a ’aide du modéle de cranking. Dans ’étude,
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I’hypothése adiabatique est faite et le premier état excité reste le premier état excité,
peu importe 1’évolution du niveau simple particule correspondant. Pour finir, la section
efficace de fission **Pu(n,f) est obtenue en réinjectant les coefficients de transmission
dans un calcul de section efficace moyenne (de type Hauser-Feschbach). Les résultats sont
présentés et commentés : un écart d’environ 30% par rapport aux données évaluées a pu
étre obtenu, et ce sans ajustement.

Conclusions et Perspectives

Ce travail de thése a eu pour but de démontrer la possibilité de fonder la modélisation
de la section efficace de fission a partir d’'un modeéle moins phénoménologique que dans
les pratiques actuelles. Ce travail ne s’est pas focalisé sur un seul des domaines en énergie
impliqué dans 1’évaluation des sections efficaces pour la neutronique mais sur tous (do-
maine des résonances résolues et domaines statistiques). Dans le domaine des résonances
résolues, il a été montré qu’il était possible de donner davantage de sens physique aux
parameétres de résonances associés a la réaction de fission. Dans le domaine statistique,
un modéle de structure nucléaire a été implémenté de facon & fournir des données qui
ne pouvaient jusqu’a présent qu’étre intuitées, puis ajustées sur des mesures. Ce travail
a de plus permis de montrer I'importance d’une grandeur complétement ignorée dans les
méthodes actuelles : le paramétre d’inertie. Dans une approche pragmatique de moindre
énergie, il a été possible de montrer que la méthode intégrée d’utilisation de la surface
d’énergie potentielle macro microscopique et 'utilisation d’une barriére de fission conti-
nue permettent de retrouver 'ordre de grandeur de la section expérimentale. De plus, il
est montré que moyennant un ajustement raisonnable des paramétres, ’accord avec les
données expérimentales peut étre accru.
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Chapter 1

Introduction

The general treatment of nuclear data in order to supply industry with usable data, called
“evaluation”, is presented in this chapter. The evaluation process is introduced along with
a general background of evaluated data libraries, application data libraries, engineering
codes, etc. Focus will be made on neutron cross section evaluation and deficiencies of
current evaluated cross sections will be presented.
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1.1 Objectives of present PhD Work

The purpose of present PhD work is to demonstrate the feasibility of using advanced
theoretical models as underlying tools for fission cross section evaluation. Two main
energy ranges are considered in cross section evaluation: the Resolved Resonance Range
(RRR), relying on the SR-matriz theory and the statistical energy range relying on the
Hauser-Feshbach theory. Directions for improvements of fission cross section modeling will
be given for both energy ranges. These improvements aim to give adjusted parameters a
sound physical meaning. The physical meaning for parameters (and for related models)
restrain arbitrariness of the evaluation choices that are made in current approaches.

In the RRR, the fission penetration factor is currently assumed to be unity (Pr = 1),
which deteriorates both the meaning and the statistical quality of the fission resonance
parameters (7). In the statistical energy range, the usual Hill-Wheeler formalism fails to
reproduce experimental structures. To compensate this model default, ad hoc solutions
are selected but rely on phenomenological parameters that limit the predictive power
of this approach. The present study will focus on the effects of considering detailed
and reliable fission barrier (namely a barrier having a double-hump shape provided by a
macroscopic-microscopic model) in fission cross section modeling. Results of present work
will be presented as follows.

First, the general context of evaluated data and, more specifically, of evaluated cross
sections will be introduced (this chapter). Focus will be made on the remaining data
inconsistencies and on sources of improvement.

In Chapter 2, the general collision theory that drives cross section modeling will be de-
tailed. All the programming developments required for this work have been implemented
in the CONRAD evaluation code that will be presented.

The R-matrix theory is an exact frame that gives a parameterization of resonant cross
sections in which the energy dependency is made explicit. It relies on the knowledge of
the interaction potential operating in the different reaction channels. This potential, and
the related wave functions, are used to define penetration factors that carry a part of
the energy dependency of the cross section. Theory describing fission-specific penetration
factors in the RRR will be introduced in Chapter 3. An analysis of the fission resonance
parameters of the ?*°Pu(n, f) cross section will be performed using will highlights the effect
of fission-dedicated treatment in the RRR cross section analysis.

The fission barrier shape is a decisive ingredient in the fission penetration factor mod-
eling. It is also a key feature in average fission cross section modeling in the statistical
energy range. In Chapter 5, a long-standing macroscopic-microscopic model, the Finite
Range Liquid Drop Model, will be presented. This model can be used to describe the po-
tential energy of nucleus as this latter deforms and provides what is called the Potential
Energy Surface (PES).

The multidimensional PES cannot be directly used in a Hauser-Feshbach model to
calculate average cross sections in the statistical energy range. The PES must be converted
into a one-dimensional fission barrier. Out of this latter, a fission transmission coefficient
usable in a Hauser-Feshbach model can be calculated. This reduction to a one-dimension
fission barrier, and the computation of the related fission transmission coefficient will be
treated in Chapter 6. An application example for the **’Pu(n, f) cross section will be
finally presented.

Significant efforts have been provided in this PhD work in terms of code development.
Several verifications on analytical cases, and validations on experimental data were made
all along this work to ensure the reliability of the present approach.
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1.2 General Context of Nuclear Data Evaluation

Nuclear data are necessary inputs for numerous applications such as reactor physics,
nuclear medicine, nuclear marine propulsion®, and non-proliferation efforts. It is also used
for less known applications such as archaeology (radiocarbon dating), food conservation,
material science and astrophysics. In France, the aging of nuclear plants leads to question
the medium-term future of power production and considering alternative sources of energy.
In case where nuclear energy production is favored, two main options are open

e Extent current power plant lifetimes, the so-called Generation II reactors?, engaging
heavy and costly renovations.

e Building a new generation of reactors (the Generation III), with highly upgraded
safety and operability standards.

In both cases, advanced studies regarding safety and efficiency must be performed using
accurate input data. Safety upgrades are imposed by the national nuclear regulatory
commission (named Autorité de Sireté Nucléaire in France). Unless operators prove that
current procedures comply with the new safety standards, reactor operation margins can
be drastically reduced. This necessitates detailed studies of how to reduce model uncer-
tainties so that safety can be ensured with reasonably restored operation margins. In
recent years, new computational resources made affordable the use of reference methods
in reactor physics. These methods, based on Monte-Carlo simulations, are more appro-
priate because of they do not rely on the various approximations present in the analytical
deterministic methods that are more commonly used. Yet Monte-Carlo simulation is often
too time-consuming considering the number of studies required for instance to operate re-
actors. The reference methods are thus mainly used to quantify and correct biases carried
by analytical deterministic calculations.

Reactor physics computations require a large amount of nuclear physics input data,
namely the cross section values. Nowadays, reactor physics calculations exhibit input-
related uncertainties that are larger than those related to computation method itself,
thanks to Monte-Carlo reference methods.

In parallel to the two above options concerning future of nuclear power production in
France, there is a medium-term project related to a fourth generation of reactors that is
expected to coexist with, or replace Generation III reactors. The fourth reactor generation
is designed to consume the most abundant isotope of uranium, ?**U present in natural ore®.
Generation II and III reactor reactors use only the scarce **U, which isotopic fraction
amounts to only 0.720% of the natural element. This change of consumed material is
achieved by transmuting ***U into ***Pu by neutron capture. This process actually occurs
in any reactor, as long as is contains ***U. In light water reactors (Generation II and III
for instance), plutonium can be responsible for up to a third of fissions. In France,
some current reactors? use plutonium as fuel. It is obtained from uranium-based spent
fuel recycling, yet this type plutonium fuel recycling can only be performed once as the

!Nuclear marine propulsion refers to both naval nuclear propulsion of warships and to the very few
civil nuclear ships.

2In France, the Generation I corresponds to the first industrially developed reactors built in the 50s.
They used natural uranium as fuel and graphite as moderator; the technology then switched to enriched
uranium as fuel and light water as moderator for in Generations II and III.

3There are scenarii and studies that involve thorium as the source of nuclear fuel, yet the related
technology is likely to be ready in a more remote future than for uranium-base fuel cycle.

4Only some of the 900 MWe reactors use plutonium fuel. Yet, it amounts to only a third of the nuclear
fuel used, the remaining being the usual 23U fuel.
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plutonium isotopic quality is degraded after being used once more in a Generation II or III
reactor. Generation I'V reactors are designed to allow multi-recycling of spent fuel, and are
also expected to burn minor actinides that are responsible for long-term radiotoxicity of
current nuclear wastes. All these reasons (new reactor design, renovation of existing plants
and highlight of nuclear data-related uncertainties) advocate for quality enhancement of
nuclear data and of related uncertainties.

A large amount of nuclear data is required in order to design, operate and even de-
commission a nuclear reactor plant. These nuclear data can be of very various types, for
example:

e Partial and total cross-sections; When two particles collide, for instance a neutron
and a uranium nucleus, the probability for a given reaction to occur (e.g. capture,
elastic scattering, fission, etc.) can be quantified in terms of cross-sections. The
partial cross section is related to a given reaction type and the total cross section
stands for the total interaction probability, regardless of the type of reaction.

e Multiplicity of produced particles; for some reactions, various types of particle (neu-
tron, proton, alpha particle, fission fragments, etc.) can be emitted. In particular,
for the fission reaction, these quantities are separately named fission yields when
referring to the fission fragments; fission multiplicity when referring to the number
of neutrons emitted by fission; and fission gamma multiplicity when referring to
prompt gamma emissions.

e Angular and energetic distributions of produced particles.
e Radioactive decay data.

e Reaction energy; e.g. the amount of energy released per fission or the energy trans-
ferred by inelastic scattering.

e Data related to nuclear structure (discrete levels); for example energy, angular mo-
mentum and parity of excited states of nuclei.

e Nuclear data can also be extended to some electronic properties data, for instance
for the electronic stopping power along with the nuclear stopping power.

Nuclear data can be either obtained from by experiments or, whenever no experimental
information is available, predicted by theoretical models. On the contrary, when sev-
eral experimental measurements and/or several models are available, a necessary balance
must be found in order to weight all “versions” and to reach the best data estimate.
This cumbersome process is called evaluation. Figure 1.1 shows the upstream position
of the nuclear data evaluation in the whole process that eventually leads to industrial
applications.

For a specific type of nuclear data, all relevant microscopic experimental infor-
mation can be merged and averaged to form a standard. The cross section standards
are not often used in applications because of two main reasons:

e First, data for which many related measurements are available are scarce. For
neutron cross section, standards only involve few reactions [25] 'H(n,n), *He(n, p),
SLi(n,t), '°B(n, ), "“B(n, a17), C(n,n)®, *"Au(n, ), **U(n,f) and ***U(n, f). Re-
lated data are also often restricted to a limited energy range.

SFor the C(n,n) cross section, the standard is related to carbon of natural isotopic abundance.
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Figure 1.1 — Schematic of the nuclear data path from experimental and/or theoretical
sources to industrial applications.

e The second reason that limits the use of standards is that careful evaluation analyses,
combining theoretical models and selected experimental data, usually increases
the consistency of evaluated nuclear data with integral experiments. These latter
integral experiments involve several partial cross sections of many isotopes for a wide
energy range. Standards are based on microscopic experiments designed to be as
sensitive as possible to one reaction involving one isotope and for a specific energy
range only.

Even though standards are not directly used for applications, they remain a source of
verification of the evaluation process. Fvaluated nuclear data are gathered into evaluated
data libraries. On the opposite to the standards way, there are the pure theoretical
investigations. This approach is envisaged whenever lack of microscopic and integral
experimental data is encountered. Nuclear data are very specific to the related isotope,
yet systematics (or trends) can be found for some types of data across the periodic table.

The present work focuses on one specific type of nuclear data: the neutron-induced
fission cross section, for which experimental data are usually available and for which large
reactor application feedback exists (i.e. integral experiments). This feedback is used more
and more to produce new evaluated data that are expected to correct possible biases in
microscopic measurements. Finally, it must be also noticed that evaluated data libraries
are usually not directly used in engineering codes. A processed data application
library must be created specifically for each engineering code. The processing is not
only a change of format but can consists of several treatments, for instance the zero-
Kelvin cross sections can be broadened to actual reactor temperatures. Further dedicated
treatments [26,27| can also be performed such as the production of self-shielded multigroup
cross sections [28,29].

Due to the very nature of nuclear physics, nuclear data can be highly fluctuating and
finely structured. For instance, cross sections can “oscillate” several times (varying of
several orders of magnitude) within a range of 1 €V of the incident particle energy, and
the reactor data must cover the range from 0 to several millions of eV! Figure 1.2 shows an
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example of evaluation of such fluctuating data, pictured here by the total neutron cross
section of 2Pu.
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Figure 1.2 — JEFF-3.2 evaluation of the *Pu total cross section. The different energy
ranges involved for the description of the cross section are also highlighted.

At low incident neutron energies, well energy-resolved resonances can be observed
(green background), they correspond to the Resolved Resonance Range (RRR). At higher
energies the lack of experimental information and the difficulty to separate resonances
lead to consider an average value of the cross section, this energy range is referenced as
the Unresolved Resonance Range (URR) (blue background).

In this energy range, resonances still exist and cannot be neglected for reactor physics
applications. In the reactor core, neutrons collide with isotopes present in the reactor core.
The resonance width that is “seen” by the moving neutron depends on the relative velocity
between the neutron and the collided isotope. This relative kinetic energy is modified by
the medium temperature as thermal motion modifies the velocity of the collided isotope.
By Doppler effect, the resonance widths are broadened when the medium temperature
increases, for instance as a result of an increase in power production in the reactor. This
phenomenon is a key point for reactor safety, as this effect has to result in a negative
feedback which stabilizes the reactor reactivity. In the URR, the effect of the medium
temperature must be “somehow” treated. Since no pointwise data can be recommended for
resonance description in this range, they are treated using probability tables that contain
the statistical properties of the resonances. This description is more suitable to handle
self-shielding and Doppler effect.

At even higher energies, the resonance density becomes so high that resonances overlap
and no fine resonance structures can be identified anymore. The resonance widths also
become larger with increasing incident neutron energy, which enhances the overlapping
phenomenon. This energy range, where no resonance can physically be observed, is called
the neutron Continuum range (red background in Fig. 1.2).

The amount of numerical values to be stored in order to reproduce the complexity of
the cross section is tremendous. In order to make evaluated data available to any appli-
cation, these latter are formatted into specific evaluated nuclear data files. The definition
of an international format has been a long term effort from the pioneer definitions [30,31|
to the current ENDF-6 standard [32] as more and more types of nuclear data became
needed to be processed and stored. Although the ENDF-6 format seems nowadays like
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an old-fashioned and highly FORTRAN-oriented Man Machine Interface, it is still the
international reference format used world wide. The reason being that the processing
of evaluation files is a heavy task that needs to be done specifically for every reactor
physics computer code. A change in the format would imply tremendous modifications
in all subsequent processing codes. Still, a working group of the OECD/NEA WPEC
(subgroup 38 [33]) is currently in charge of studying the relevance of different modern
formats that could be more appropriate to a new generation of nuclear data storage.

1.3 Evaluation Methods and Status of Evaluated Cross
Sections

The recent renewed interest from nuclear industry in improved nuclear data, pushes for
new experiments and more sophisticated theoretical models, also pushes for changes in
evaluation methods. The improvements in evaluation methods are related to already
identified deficiencies in current evaluations:

e Consistency of evaluated nuclear file. For instance, the same type of information
can be found several times in a single evaluated file, thus consistency is not always
ensured.

e Consistency of modeling of nuclear data. For instance the data evaluated in different
energy ranges can have common features (e.g. parameters) that are not consistent
between the ranges.

e Lack of accurate variance-covariance data. These types of information stand for
both uncertainties and correlations between nuclear data.

e Predictability of not-measured nuclear data by improving the theoretical ground; a
continuous effort is carried on in that field as experiments cannot be always per-
formed (cost, feasibility, international treaties®).

e Capability to reproduce experimental data.

All these points will be discussed and exemplified in the following sections.

1.3.1 Consistency of Evaluated Nuclear Data

Improving consistency of evaluated nuclear data may seem like the most trivial way to
enhance data quality. Figure 1.3 shows an example of inconsistency; the JEFF-3.2 eval-
uation of the ?*°Pu total cross section exhibits an nonphysical discontinuity at 40 keV.
This issue results from the fact that the cross section has been evaluated separately
according to the range of incident neutron energy (URR or Continuum). For reactor
physics applications, neutron cross sections are evaluated for incident neutron energies
from about 107> eV up to 20 MeV, that is to say on an energy range about twelve orders
of magnitude wide. In practice there is no unique model able to treat cross sections over
such a wide energy range, hence different models are used depending on the range of the
incident neutron energy. As each range may be treated by different people, at different

6For instance, fission cross section of **'Am, ?*?™Am and ?**U where measured [34,35] in the 60’s by
the means of nuclear explosions as neutron source. This technique is now prohibited by the Comprehensive
Nuclear-Test-Ban Treaty.
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locations” and at different times, complete consistency is difficult to achieve. Consistency
is not only related to man-power issues but may also be related to intrinsic differences in
model behavior depending on the energy range. Some ongoing studies attempt to analyze
the effects of constraining consistency between models in terms of cross section values and
propagated variance-covariance matrices [36].

17 \
— 240py(n, tot)

--- 240Pu(n, o)

Continuum |

16

15

14

Cross section [b]

13

12 | = = | | |
10 20 30 40 50 60 70 80 90

Incident neutron energy [keV]

Figure 1.3 — JEFF-3.2 evaluation of the ?*°Pu total and elastic scattering cross sections.
A mismatch can be observed at 40 keV between the Unresolved Resonance Range (gray
background) and the Continuum Range.

Similar issues can also occur for partial cross sections. Indeed total and partial cross
sections are provided in evaluated files, but the summation of partial cross sections does
not necessarily equal the total cross section. This is also related to the fact that total and
partial cross sections can be evaluated separately or may result from addition of “extra”
cross sections in the evaluation file. These extra cross sections are used to provide data
wherever the ENDF-6 format has no dedicated container, the use of such tricks remains
hazardous but should vanish with upcoming new formats.

1.3.2 Consistency of Nuclear Data Modeling

Another source of inconsistency in current evaluations is related to the underlying models
(and parameters) used to produce evaluated data. In Chapter 4, it will be clearly shown
that models operating in different energy ranges have common features. Connections
between the model parameters, and consequently between different evaluated data sets,
emerge because models provides not only the required observable but also tend to describe
the complete nuclear process and thus some common intermediate properties are also
involved and should be consistent. Figure 1.4 shows an example of such a situation. Here
the radiative capture reaction **?Pu(n, ) is considered:

n -+ 239Pu — 240Pu* N 240Pu* +’}/1 240Pu* N 240Pu+,yn

Underlying parameters describe the **°Pu excited states involved in photon emission.
Another reaction called the inelastic scattering 240Pu(n, n') or 240py(n, Nipel ) 1S:

n-+ 240Pu N 241Pu* — 240Pu*—|—n’ 240Pu* — 240Pu* _{_,}/1 240Pu* N 240P11+’7n/

"For instance, several contributors and institutes are involved in the JEFF project of evaluated cross
section library, namely CEA-Bruyéres-le-Chatel and CEA-Cadarache (France), NRG (Netherlands), Karl-
sruhe Institute of Technology (Germany), UKAEA (United-Kingdom) and many others.
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Here again, parameters are required to describe the 2*°Pu excited states involved in the
decays of **'Pu* and ?*Pu*. Both reactions *’Pu(n, v) and ?*°Pu(n,n’) involve the same
20py nucleus but in different roles. In the inelastic reaction, **°Pu is the target and
residual nucleus, whereas for the capture reaction it is the compound nucleus. This
implies that model parameters are correlated (and expected to be consistent); therefore
the same nuclear structure database must be used for evaluation of both reactions.

3 T T T I T T T T T T T T T T T
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Figure 1.4 — JEFF-3.2 evaluations of the **Pu(n,v) and **°Pu(n, nj,e) cross sections.
The “continuum” contribution to the ***Pu(n, ny,e) cross section, **°Pu(n, Ninel.cont.) 1S also
shown. The word “continuum” used here is not related to the continuum energy range
of incident neutron energy introduced previously. Instead it is related to an average
treatment of residual nucleus levels.

A second example, related to fission cross sections, is shown in Fig. 1.5. Here the
reaction models involve a neutron colliding with an actinide isotope, forming a compound
nucleus that undergoes fission. This reaction process is called first chance fission. However
for high enough incident neutron energies, the compound nucleus can emit a neutron and
still have a significant probability of fissioning. This latter process is called second chance
fission.

The two first chance fission reactions involved in Fig. 1.5 are

(1) n+**Pu— *Pu* = fission
(2) n+ 2" Pu — *'Pu* = fission

Let say that, in the *Pu* decay (reaction (2)), a neutron is emitted prior to fission and
ignites a second-chance fission

n + 2Py — 21py* — 2Py* 4 n — fission

The *°Pu* isotope is formed by two different processes, by the first chance fission in
239Py(n,f) and by the second chance fission in **°Pu(n,nf). However in this example,
common features do not relate to *°Pu states as decay arrival states, like in the first
example, but as initial states prior to fission decay. Here model parameters describing
20py* tendency to decay toward fission must be the same. Physics consistency requires
thus that common shared parameters must be used in the evaluation of ***Pu(n, f) and
240py(n, f), yet this is not always the case. It must be stated here that the large number
of related parameters can be difficult to estimate with the desired degree of confidence.
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Figure 1.5 — JENDL-4.0 evaluations [37] of the **’Pu and **°Pu neutron-induced fission
cross sections. The solid and dashed lines correspond to the partial cross sections related
to 2%Pu and to ?*°Pu respectively. Dark blue curves correspond to total fission cross
sections, 7.e. the sum of all chance fission cross sections. Except for dark blue curves,
dashed and solid curves of the same color are related to the fission decay of the same
compound nucleus, namely *'Pu*,?"Pu*, and “*Pu”. Partial fission cross sections
of identical “chance order” correspond to the same decay process but for different isotopes.
However curves with same colors relate to decay of the same isotope, and thus rely on
common parameters.

1.3.3 Variance-Covariance Data

As operation margins tend to be reduced in nuclear industry due to enhanced safety
standards, efforts are made to quantify more accurately uncertainties related to nuclear
data. Uncertainties on nuclear data are provided by evaluators in terms of variance-
covariance matrices. These matrices contain uncertainties on data themselves but also
the interdependence, or correlation, between two given data, e.g. the cross section values
at two different energies or between two different partial cross sections. Significant efforts
were put in this direction in recent years, and should be maintained because:

e Variance-covariance matrices do not exist for all nuclear data types and isotopes.

e When full experimental matrices are used, the eventual y? of the fit can be improved
while deteriorating the agreement with experimental data (see Peelle’s Pertinent
Puzzle [38]).

e For experiments with a tremendous number of data points, the eventual computed
uncertainty is sometimes too low to be relevant. Yet, the marginalization tech-
nique [38], recently applied in evaluation for the propagation of systematic uncer-
tainty, reduces this effect.

e Correlations between isotopes are quite rare although measurements are often made
with respect to reference data (e.g. the **U neutron fission cross section) or are
made with natural-abundance samples containing several different isotopes.

e Models correlate data as they give “trends” regardless of their parameter values.

10



CHAPTER 1. INTRODUCTION 1.3. EVALUATION METHODS AND EVALUATED CROSS SECTIONS

e Evaluated data related to processes involving decay of identical isotopes must use
common parameters that describe the decays, thus correlating the data.

1.3.4 Predictability and Reproduction of Experimental Data

Development of Fast Reactor technology and concerns about long-life minor actinides
waste increase interest in nuclear data related to heavy nuclei. Unfortunately experimen-
tal investigation on nuclear data is often expensive, and sometimes hardly practical due
to radio-toxicity or to short lifetime of the involved isotopes. Therefore alternative meth-
ods are investigated. In the experimental field, surrogate reactions are used to produce
identical compound nuclei by substitute reactions. For instance, the ***U(*He, tf)***Np
reaction leads to fission decays of ***Np and can be considered an indirect measurement
of the **'Np(n, ) reaction.

In the theoretical field, investigations can be made using extrapolated model param-
eters. Systematics (trends) in parameter values for known isotopes may exhibit approxi-
mate dependencies on the mass number A and/or on the atomic charge number Z. Hence
specific data can be extrapolated from known isotopes to exotic ones. This technique is
often used to supply data for astrophysics applications that deal with very short-life iso-
topes. Unfortunately these extrapolations can be done only in cases where few parameters
are involved. When highly structured data are involved, such as resonant cross sections,
this systematics approach cannot be considered. A related exampled is shown in Fig. 1.6
representing the JEFF-3.2 neutron-induced fission cross section of ***Pu. Fluctuations
in the evaluated cross section in the continuum range results from the addition of ad
hoc parameters (i.e. not provided by underlying nuclear structure model) used here to
reproduce experimental data. Details about the method used to produce the right-hand
side of this evaluation will be given in Section 4.6.

In the URR range (cf. Fig. 1.6), one can also notice that evaluated data [43] (red lines)
do not reproduce all features observed in the experimental data since the model used in this
range provides only energy-averaged values of the fission cross section. To emphasize that
such an average treatment is a limiting point for reactor physics applications, the ECCO-
1968 [42] multigroup energy structure is also shown on the upper parts of the frames in
Fig. 1.6. This energy group structure is used by some reactor physics codes to defined
multigroup cross sections, which can be regarded here as energy-averaged cross sections
over the group energy width. One can see that the reactor physics energy discretization is
quite more refined than the one chosen for the evaluated data®. This highlights that some
experimental structures are discarded in the evaluation treatment and that engineering
codes are readily able to deal with more finely structured input cross sections.

On the lower part of Fig. 1.6, the experimental fission cross section structures that
are not reproduced in the evaluation are about 100 eV wide, and have a mean spacing of
about 200 eV. These structures should not be mixed up with the low-energy resonances
that are considered in the RRR (cf. Fig. 1.2). These latter resonances are much narrower
(100 meV wide). This can be verified in Fig. 1.7 where **°Pu total and fission cross sections
are shown for energies corresponding to the upper part of the RRR (in this example the
RRR is [0,5.7 keV] and Fig. 1.6 shows the lower part of the URR). Low energy resolved
resonances can be observed on the total cross section measured by Kolar et al. [46] and
on the JEFF-3.2 evaluation.

8The nearly piece-wise constant structures in the low energy part of Fig. 1.6 results from the inclusion
of an integral experiments feedback [44] based on the ERALIB adjusted library [45].

11



1.3. EVALUATION METHODS AND EVALUATED CROSS SECTIONS CHAPTER 1. INTRODUCTION

Incident neutron energy [keV]

10 102 103
— 10 11 . _URR o Continuum ”~
% F . H S0 Tl . o ]
S ? 2 F \:\ N |
2 B TS | i o d i
s [ LFCIE L M o~ . ° b
§ B f'%{ ;e 3 "!.!"l|= E. '“":‘i . ]
" [] \gg [4 k"'l.ﬂ ‘ s
2 : [Ty Y Fop¥e 0% v, ik s e B N/ i
& 1 . ia vi—baead CHy E ol o A0 oa3T Do it e 7 T 1
3} * 4 % -’,'( T ATy UagY 3 Byers (1966) 1
8 318 A kY 1 e Weston (1984) |
Z : i1 ¢ ~ . »  Tovesson (2009) :
= 'i e . TS~ |=— JEFF32
m@m@:@
: ]
R
!i s
(]
i3 %; i 0% ? B
SR LI X A
f i1 S R
i i ‘ Fdar - f i
by e[l el 1
10—2 | :MI ! il ! ! I ! ﬁ II' ! Il [ ||-|| ! | Nl
6 6.5 7 7.5 8 8.5 9

Incident neutron energy [keV]

Figure 1.6 — Comparison between the JEFF-3.2 *°Pu(n,f) cross section evaluation and
related experimental data [39-41]. The blue background corresponds to the enlarged
frame shown in the lower figure. The black and white bar codes, on the top of each figure,
show the 1968-groups energetic mesh used by the ECCO reactor cell code [42].

These resolved resonances have an average width smaller than 100 meV, and a mean
spacing of about 13 €V. The broad structures (100 eV wide) in the fission cross section
shown in Fig. 1.6 are much wider than the narrow resolved resonances of the total cross
section. Differences in experimental resolution cannot explain alone these broad struc-
tures. If so, average fluctuations should be similar between fission and total cross sections
but this is not what is observed in Fig. 1.7. Average JEFF-3.2 total and fission cross
sections are shown to highlight differences in behavior between total and fission cross sec-
tions. The average values are obtained using a 15 eV bin. Broad structures are visible on
the average fission cross section whereas the average total cross section remains roughly
constant. This proves that the fluctuations shown in Fig. 1.6 are not partially-resolved
narrow resonances but are instead originating from a fission-specific phenomenon.

This phenomenon also shows up for fissile isotopes. In Fig. 1.8 one can compare the
JEFF-3.2 total and fission cross sections for **U and ?*Pu. The broad fluctuation behav-
ior of the fission cross sections is reduced compared with 2*°Pu, especially for 23U, and
the visible fluctuations seem correlated to the total cross section. This can be understood
referring to by the Hauser-Feshbach (HF) formalism that will be detailed in Chapter 4.
For the present explanation, it will be understood that HF parameters like 7, describes
the tendency of the compound nucleus to emit a neutron and T} is the related param-
eter for undergoing fission. Neglecting capture reaction?, the HF formalism yields the

91n practice this assumption is invalid for low incident neutron energies. But it is reasonably assumed
that, for heavy nuclei, the capture reaction does not produce structures in neutron cross section for the
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following results:
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Figure 1.7 — Comparison of structures in **°Pu total and fission evaluated and experi-
mental [39, 46| cross sections.

One can yet see uncorrelated broad structures between total and fission cross sections
of #**Pu near 2.2 keV. About this energy, the fission reaction is less favored (the gap
between total and fission cross sections is the largest of the energy range of Fig. 1.8).
This can be interpreted using Eqs. 1.1 and 1.2. In this range, fission is somehow hindered,
so that o, ¢ oc T¢, and as o, 1ot < Ty, uncorrelated structures can appear. When fission is
more favored (in the rest of the considered energy range), &, o< 7, and thus correlations
appear.

Uncorrelated structures are not visible for **U because the fission probability is higher
for this isotope than for **°Pu, as it can be seen in the lower part of Fig. 1.8. This
higher probability to fission can be explained using empirical data [10] for fission barrier
heights and neutron binding energies. For ?*U, thermal neutrons lead to a compound
nucleus excited to about 0.86 MeV above its related fission barrier, whereas for **Pu this
quantity is reduced to about 0.52 MeV. Hence fission is less favored for *Pu and thus
fission-related structures are more visible on the **’Pu fission cross section (as explained
by the Hauser-Feshbach frame) than in ?*°U fission cross section.

The present study will focus on the fission cross section modeling, in both the RRR
and the statistical energy range. Yet before showing how the fission process description
can be improved in the RRR, the general collision theory, that is a common framework
for resonant and average cross section modeling, will be introduced.

considered energy range.
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Figure 1.8 — Comparison of the JEFF-3.2 total and fission cross sections of ***U and
239Py. To make comparison easier, cross section are averaged using a 10 €V bin.
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CHAPTER 2. COLLISION THEORY

Chapter 2

Collision Theory, a Background to
Cross-Section Evaluation

In this chapter the general theoretical framework used to described cross sections will be
presented. It quantifies the transition probability from one state, a channel mode of two
colliding particles with some properties, to another state. Wave functions related to all of
the possible channels must be properly defined and combined together to obtain the total
system wave function that is in turn used to define the collision matriz. The total and
partial cross sections can finally be expressed in terms of the collision matriz that carries
all physical information related the collision process. A general scheme of models and
theories related to cross section modeling will be presented, along with some computer
codes that are related to the present study.
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2.1. THEORETICAL FRAMEWORK CHAPTER 2. COLLISION THEORY

2.1 Theoretical Framework

Cross section evaluation models mostly rely on collision theory regardless of the energy
range the models are used for. A reader familiar with collision theory can readily jump
to Section 2.2.

2.1.1 Channels and Channel Wave Functions

Due to the small size of particles involved in nuclear reactions, their behavior must be
described within the framework of quantum mechanics. Collision theory is used to provide
an efficient way of deriving cross section expressions as a function of the particles relative
velocity. This section will deal with scattering of an incident particle or projectile (e.g. a
neutron) colliding a target (e.g. an actinide nucleus). The collision may change the nature
and properties of the initial particles, leading to an ejectile (usually this term is used for
the lighter of the final particles) and a residual nucleus. This is schematically shown in
Fig. 2.1 where both classical and quantum mechanics representations are displayed.

/ Laboratory

e Projectile \

. . [ ]
o Ejectile ® Center of mass
@ Target
® Residual o Reflected spherical waves Incident plan wave

Figure 2.1 — (left) Classical representation of particle scattering in both laboratory and
center-of-mass systems. (right) Equivalent representation with quantum mechanics wave
functions in the center-of-mass system. Red lines correspond to the initial configuration,
blue lines to the final one.

In the following, o = (ay, ap) stands for a pair of particles. Parameter a; and «s de-
scribe the nature of either of the colliding particles, (e.g., neutron, proton, alpha, nucleus,
etc.) but also the particle internal configurations. For instance, the ground state and
an excited state of the same given nucleus will be labeled by two different values of ;.
When two particles collide, the total angular momentum J and the parity 7 of the system
are “good quantum numbers’!. This means they are conserved along the whole collision
process. A channel c is specified by a pair of particles in their given internal states «, a set
of good quantum numbers J™ and an additional set of the remaining quantum numbers
required to precisely define the channel. These quantum numbers are sometimes referred
as asymptotically good quantum numbers. For example a channel in which two particles
have intrinsic spins [; and I, and relative orbital angular momentum ¢ is labeled by

c={a,Jm, 0,11, 15,..},

with any additional parameters characterizing the coupling between angular momenta.

! Actually the J projection M ; along an arbitrary axis is also a good quantum number. However unless
non-spherically-symmetric external field is introduced, most of the equations are independent of M.
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Some channel-related parameters will be used in the following such as:

— The channel reduced mass M,:

.= Moy Moy : (2.1)
M,, + M,,
where M, (reps. M,,) is the mass of particle ay (reps. particle ay).
— The channel wave number k..
ke = /2M.(E — e.) /12, (2.2)

where F is the total energy of the system and e, is the intrinsic excitation energies
of particles in channel ¢, 1.e. the energy carried by the internal configuration of each
particle.

— The channel Coulomb field parameter 7,:

Lo Zage® M,
 dwey  R2k.

e (2.3)

where Z,, (reps. Z,,) is the atomic charge number of particle a; (reps. particle )
and e is the electric charge of an electron. In Eq. 2.3, 7 stands for the mathematical
constant, not the system parity. This ambiguous notation can be found elsewhere
in this document, yet it is often obvious which definition must be understood.

Target and projectile can be made of nucleons, their related spatial degrees of freedom
define the nucleons configuration space. In collision theory, the nucleons configuration
space is divided into one internal region and several externals regions, the channels. The
internal region is defined by the condition that nucleons are spatially close enough so
that nuclear interactions cannot be neglected to describe the system. Compound nucleus
states are included in this internal region that is shown in Fig. 2.2a.

In a given external region (or channel), nucleons are spatially gathered to form two
subgroups distant enough from each other so that no “complex” (unknown) nuclear inter-
actions between the subgroups is effective. Nuclear interactions exist within a subgroup;
the nucleon configuration within a subgroup can be different from the ground state con-
figuration of this subgroup and different from channel to channel. This leads to “labeling”
channels according to their internal configurations or excitation states as explained before.
In a given channel, the interaction potential between the two subgroups is assumed to
be known, thus the wave function ¥ associated to the two subgroups can be analytically
solved in the channel region and is called the channel wave function V..

These external regions are shown in Fig. 2.2b. Each “tube” corresponds to a channel
that expands from internal region border along a certain degree of freedom r. that is
the distance between the subgroups’ centers of mass. The r. parameter is not defined
everywhere in the configuration space as the qubgroups of nucleons must be separated
enough so that their centers-of-mass can be properly identified. All channels are connected
to the internal region but not directly together. This means that a system of two colliding
particles can only evolve from an entrance channel to an exit channel by traveling through
the configuration space along an entrance “tube” to the internal region and finally along
the exit “tube”. The external system total wave function (i.e., the combining of all channel
wave functions) is zero in the configuration space zone that is not a channel.
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As J7 is conserved along the collision process, processes with different J™ do not
interact, regions such as illustrated in Fig. 2.2 are specific to a given J”". The bordering
region between a channel ¢ and the internal region is named the channel surface ... The
internal region completely enclosed within the total surface .7 defined as

S =Y S (2.4)

T2
88 o

%)

71

T2
L 4
™ ¢
5%
r
S0
I3
T3 o,
(a) Internal region (b) External regions — channels

Figure 2.2 — Representation of the configuration space regions [47]. The internal region
corresponds to the compound nucleus configurations. In the channel regions two “sub-
groups” of nucleons are already well separated. Some channel surfaces .7, and the related
channel degrees of freedom 7. are shown. Illustration of nucleon configurations is shown
for the compound nucleus region and for some channels.

To obtain the global (internal and external) system wave function, channel waves have
to be smoothly matched at the border between the channels and the internal region. As
channel ¢ evolves along the 7. degree of freedom (see Fig. 2.2b), the border is defined by
the matching radius or channel radius a. so that r. = a.. The smooth matching conditions
are given by

v ‘I/int ro—a, = \ch
“\ grad, Uit|, _, = grad, U,

e (2.5)

Te=ac

where grad,, is the gradient normal to the internal surface. Equations 2.5 are verified on
the channel surface ... As long as r. is a relevant degree of freedom in the configuration
space, this .7, region can be defined by r. = a.. This region splitting approach (distinct
wave functions defined in different external regions and matched at a certain radius with
the internal region wave) is common in both resonance and statistical energy ranges. Two
methods for matching these waves at boundaries will be detailed in Chapters 3 and 4.
They lead to the formalisms used respectively for the modeling of resonant and average
cross sections. In the following, focus will be made on how cross sections can be obtained
providing that these wave functions are smoothly matched.

In a given channel ¢, the potential is asymptotically symmetric and the wave func-
tion W, can be expanded using spherical harmonics Y/ Z(Qc), where €2, is the normalized
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direction vector pointing from particle a; to particle as, it reads

U, o #Y,fw(fzc)w, (2.6)

Te

where the radial wave function u. is solution of the radial Schrédinger equation

|: d2 00+ 1) B 2770]{0 I kg:| u(re) =0, (2.7)

dr? 72 Te

which is the wave equation when no potentials but the centrifugal and Coulomb fields are
effective. Defining the variable p. = k.r., Eq. 2.7 becomes

> 0+ 1) Ne

- — 2 4 1| up.) =0. 2.8

ldpi p? Pe 1] uelee) (28)

There are two real and linearly independent solutions of the radial equation 2.8. They

are known as the regular F,. and irreqular G. Coulomb wave functions [48]. Their names

regular and irregular refer to the fact that limO F.(p.) = 0 whereas lirn0 Ge(pe) # 0.
Pec— Pc—

Another couple of linearly independent solutions are defined by

I(re) = [Ge(pe) — ti(pc)]eiwc

' (2.9)
Oc(re) = [Gelpe) +iFe(pe)le™"
The w, parameter is related to the Coulomb phase shift o, = arg I'(1 + ¢ + in.) (I being
the gamma function [48|) by

¢
We = Oc — Oclt=0 = Z arctan (%) ) (2.10)

n=1

Those functions have interesting asymptotic properties that are needed to obtained cross
section expressions and that are presented in the following blue insert. From the radial
wave functions (Eq. 2.9), two linearly independent forms of the channel wave function ¥,

can be defined:

A Ic c
(r) =i'VE () IS’;)
Ve Te (2.11)
O =i}, () 2
v T,

where v, = hk./M, is the asymptotic relative velocity of the two particles in channel c.
This velocity is introduced here so that wave functions are normalized to a one unit flux
of probability current.

2.1.2 Normalization of Wave Functions

For .Z., (resp. O,.) the current flows to (resp. from) the internal region. This can be
shown if one considers the probability current defined by

. h
—
Il %M,

TV — \qu] , (2.12)
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where U can be either of the wave functions ., and &,.. The del operator V can be
written using the spherical coordinate system as

V= re + —Veg 2.13
3TCT + r, ‘e ( )
where 7. = fc and VQ operates on Q. only. Considering for instance ¥ = .Z., the

probability current can be written

§ ho[YEYE (AL dI JAE
.ﬂc _ me”my [ rx ] fc Ac (Yé*v YZ V YK*)
i1zl 2i M. [ Vel'e ( drc re  ‘dr. rc> " +vcr Qe m‘f Qc tmy

(2.14)

The second term tends to zero faster than the first one due to the r. dependence®. It is
also the only term that will lead to a component in the 7. direction. One can thus only
consider the first term

Cc

- hOYOYE (rro L LIY (L2 Yev!
- fc . Ac: me = my cte el “cte [ Mg~ My [*[,_[cl*, : 9215
][ ] L QZMC ’UCT’C ( TC ,r.g ,r,c + Tg ) 2,&]{07,,2 ( c—c c ) ( )

where v, was replaced by its expression. From Eq. 2.9 it can be seen that [} = O.. The
probability flux passing through a sphere of radius r, is obtained by integration of Eq. 2.15
over the related sphere:

1
21k,

3.7 = / PO I Fo = W (0., 1) = W(F. G, (2.16)
4

where # is the Wronskian operator. The derivative of the Coulomb functions is made

with respect of p., with the consequence of removing the k. coefficient. Finally, considering

the probability currents related to both .. and O, functions, and using the Wronskian

property of the Coulomb functions [48|, the probability fluxes are

dlz] =-1
{%ﬁc]] - (2.17)

which correspond to an inward (respectively outward) propagating, one-unit-flux wave
function for .#, (respectively O,).

2.1.3 Wave Functions and Cross Sections

The unit-flux-normalized incoming plane wave, propagating downward the z-axis, can be
expressed in terms of Coulomb wave functions F,. as® |5]

Z O /Am (20 4 1)eiwae 22 Faty, Q). (2.18)

vt = ko U1/2

Here the o and ¢ indices have been used instead of ¢ to exhibit specific dependencies, and
especially no specific dependency on J™. W' can be written in terms of .#, and &, using

Eq. 2.11 as
gine — Z v %H( — ¥ g,) . (2.19)

Ye

2Tt can be shown that this term can be rigorously omitted if one considers afterward probability
current, for a given ¢, summed over all possible m, values.

. . . ; —1/2 ;
3In case of no Coulomb field, i.e. 7. = 0, this expression has a more common form: Wit¢ = ¢, /2 gikara,
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It can be noticed that for all partial incoming waves included in the sum of Eq. 2.18,
the z-projection of their relative orbital momentum m, is zero. As the total angular
momentum J (and also the parity m) is a result of the coupling between all angular
momenta (j —h+ L+ ), an infinity of processes with different J™ are induced by the
incident plane wave W' defined in Eq. 2.18.

The channel wave function can be written in a general way as

\ch = mcﬁc + ijC7 (220>

where z. and y. are expansion coefficients. The collision matric U (and its coeffi-
cients U, ) is defined by the general relation

==Y Uy (2.21)

This expression transposes the fact that the probability flux flowing out of channel c is a
result of the sum of the probability fluxes flowing from channels ¢ (through the internal
volume). Using the collision matrix, the channel wave function can still be written in a
general way as

U, = (Iboer — Uew Oy (2.22)

&

The total wave function in the external region is

U = qu = Z (Ibeer — U Oy - (2.23)

The incident plane wave ¥in® of Eq. 2.19 is added and removed from the total wave
function ¥ (Eq. 2.23) so that

U =0 43 (b — Uew Oy — Y (Iuber — 00,00 )y, (2.24)
= \Ijio?c + Z(e%wc(scc’ - Ucc’)ﬁcyc“ (225)

cc!

The incident wave function has thus been isolated out of the total wave. The second term
of Eq. 2.25 is related to the probability of flowing out of channel ¢ (&,.), from flowing in
from channel ¢ (y.).

As mentioned earlier, many processes with different J™ occur independently, hence
the collision matrix U is a block diagonal matrix, with blocks corresponding to different
J™ values. Tt is more usual to work with such J™ blocks written U’". The partial cross
section can be obtained from the current probability related to (e**<0.s — Uy )0y and
is given by [5]

™

s : 2
J 21w, JT
Oer = 7397 ‘e “eer — Uy,
C

(2.26)

where

2J+1
(2L +1)(21, + 1)
is called the spin factor®. As the collision matrix is unitary [5], the total cross section
depends only on the collision matrix diagonal terms and can thus be obtained easily from

ctot ZUCC ]{32 gJ 1 - Re[UcJ;]) . (228)

95 = (2.27)

4 The derivation of this term involves summation over z projections of all angular momenta [5]. This
summation is responsible of the disappearance of the (2¢ + 1) term in y..
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2.2 Models and Codes Overview

Collision theory is a keystone in cross section modeling. Other related specialized theories
and frameworks (R-matrix theory for resonant cross sections and Hauser-Feshbach for
average cross sections) are built on this former general theory. The different energy
ranges involved in cross section evaluation (RRR, URR, Continuum) directly reflect this
change in the underlying models (respectively an fR-matrix approximation, the average
M-matrix model and the optical model). The relation between these energy ranges, on
one side, and related models and theories, on the other side, is illustrated in Fig. 2.3.

i
Collision SLWB

theory

Continuum

Optical :
Model | SR-matrix

Level
densities

SR-matrix

~-strength

functions
1 N ’ 1 o

Cramer-
Nix

Hauser-

Feshbach T
f
Hill-
Statistical Wheeler

------------ D - G

Figure 2.3 — Overview of models and codes used in cross section modeling. Bubble colors
correspond to the different energy ranges. Computer codes related to the present study
are shown in green boxes.

\ A

M-matrix approximations (SLBW, MLBW and Reich-Moore) used in practice in the
RRR will be presented along with the general R-matrix in Chapter 3. The Hauser-
Feshbach framework and its related sub-models (including the average R-matrix and
optical models) will be detailed in Chapter 4. All code developments related to this PhD
work were performed in the CONRAD code [3]. Yet CONRAD is not the only code
dealing with cross section modeling. Other computer codes related to the present work
are also indicated in Fig. 2.3. They can be briefly introduced as follows:
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e The SCAT spherical optical model code [49], developed at CEA-Bruyéres-le-Chatel
(France) by Olivier Bersillon. This program is not directly used in the present work,
but a similar implementation has been introduced in the CONRAD code in 2011 by
Pascal Archier [50].

e The ECIS coupled channel optical model code [1] has been widely used for half a
century and developed since the 60" by Jacques Raynal at CEA-Saclay (France).

e The TALYS nuclear reaction code [51] is a widely used reference code developed
from the end of the 90" by Arjan Koning and Marieke Duijvestijn at NRG /Petten
(The Netherlands) and Stéphane Hilaire at CEA-Bruyéres-le-Chatel. It contains
many nuclear reaction models that makes it suitable for calculations in the energy
range [1 keV, 200 MeV] and can deal with many observables: cross sections, spectra,
angular distributions, etc. This energy range corresponds to high-energy reactions®
making associated models particularly suited, for instance, for astrophysics applica-
tions.

e The FIFRELIN code [52] that simulates various fission observables, has been de-
veloped at CEA-Cadarache (France) by Oliver Litaize, Olivier Serot and David
Regnier. This code is not used in the present study, but is mentioned here since
it shares with the CONRAD code the jointly-developed COOL libraries containing
nuclear physics models.

e The AVXSF code [23,24], not represented in Fig. 2.3, is an average fission cross
section modeling code developed by J. Eric Lynn from LANL (USA) and Olivier
Bouland from CEA-Cadarache (France). This code is, in particular, able to treat
the intermediate structures in the second well and the coupling of class-1 and class-
IT states by Monte Carlo sampling and combinatorial level densities. This code is
mentioned here because its combinatorial routine has been coupled to the CONRAD
code for the present studies.

CONRAD |[3] is an evaluation-dedicated computer code developed at CEA-Cadarache
to produce evaluated data along with related variance-covariance matrices. The initial
purpose of the code was the treatment of the resolved resonances. It has recently been
extended to the treatment of various data types: prompt neutron fission spectrum [53],
fission yields [54], etc. The code has the capability of analyzing both microscopic and
integral experiments. The code contains an internal library of nuclear models (the COOL
library) but is also coupled with external nuclear-reaction programs like the TALYS and
ECIS codes using them as black boxes.

The purpose of the present work is to improve very significantly the models used for
the description of fission cross sections. Few capabilities were present in CONRAD for
the treatment of average cross sections in the statistical range. It was then necessary
to develop a proper frame making possible investigations on fission cross section in the
statistical range. TALY'S has been used as a reference guideline for the implementation of
this framework for the calculation of average cross sections in the statistical range. Other
partial cross sections must be properly treated so that improvements brought along the
present work are relevant. Although applications presented in this document are mostly
related to the statistical range (URR and Continuum), some investigations in the RRR
will also be presented in Chapter 3.

5The meaning of the term “high energy” depends on the considered field. For particle physics it will
be related to colliding particles with energies above 1 GeV, for astrophysics it may be used for energies
up to 200 MeV whereas for nuclear reactor physics, energies near 1 MeV can be regarded as high.
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Chapter 3

RRR-Related Fission Model

Improvements

In this chapter, the general method for modeling cross sections in the Resolved Resonance
Range (RRR) will be presented. It will be followed by an introduction to the standard
approximations used in practice. The extension of the formalism to fission channels will
be presented, and exemplified by an analysis of the fission resonance parameters involved
in the modeling of the **°Pu(n, f) cross section.
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3.1 General Theory and Practical Aspects

All cross section evaluation techniques in the RRR rely on the Pi-matrix theory or on
related approximations. The general theory of resonance cross section modeling will be
presented as well as some practical approximations commonly used in evaluation work.

3.1.1 ‘R-Matrix Theory

The R-matrix theory was elaborated [4,55] in the 40’s to give a proper framework in the
interpretation of the resonance phenomena observed in two-body collisions. Several au-
thors [5,47] have developed the theory and gave full mathematical details of its derivation.
Therefore only explanations necessary to the understanding of the rest of this document
will be provided here. The complete derivation can be found in the encyclopedic paper of
Lane and Thomas [5]. This derivation is made for channels involving particles, it could
seem tedious and not directly related to the fission reaction applications, yet it makes the
extension to fission reaction, that is presented later in this chapter, more straightforward.
Most of the notations of Ref. [5] are adopted here.

The purpose of the J-matrix theory, that will be discussed now, is to obtain a pa-
rameterization of the collision matrix that exhibits an explicit energy dependence, and
that thus relies on energy-independent parameters only. The principal assumption of the
theory is that the wave function in the internal region' ¥ can be expanded on a set of
eigenfunctions X, of the system Hamiltonian H:

U =>" AX,. (3.1)

These eigenfunctions X, are defined by an eigenvalue boundary condition, more details
can be found about their definition in Ref. [5]. The A, coefficients are obtained by
integration of W over the internal region Vi

‘/int

where d7 is an infinitesimal integration volume of the configuration space. The channel
“surface” wave functions are defined by either

SOJWMJ = Z (szIM1|$mS> <£m63ms|JMJ> - ZYZ

c=atlls
or (3.3)
ol = (imalmgljmy) (IMpjmy|JMy) a7'itY),

where I, 7 and s are respectively the target, projectile and channel spins. The bracket
signs correspond to the usual Clebsch-Gordan coefficients [56]. The channel radii a. are
defined in Chapter 1, and Y/, , are the usual spherical harmonics. The channel spin s is

obtained by coupling I and i, §= i+ I. The total angular momentum of the system .J
is thus obtained by coupling s with the relative orbital momentum /¢, J =5+ 0 The
alternative representation Would cons1st in first coupling ¢ and i to obtained the pl"OJeCtlle
total angular momentum j = i+ E that is then coupled to I to obtain J = Jj+ I.
These two definitions are correct, in the RRR and URR it is usually the coupling scheme
involving s that is used, whereas for the continuum energy range (treated with an optical

L¢f. Chapter 1
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model), it is coupling scheme involving j that is used. For instance in resonance models
the channel spin s is preferred, whereas in optical models (statistical range) the projectile
total angular momentum j is favored. The term “surface” must be understood in the sense
of internal region boundary surface (¢f. Chapter 1, Fig. 2.2). The surface wave function
¢, has finite values on ., only and is zero elsewhere. The channel surface wave functions

are orthogonal and normalized on the internal surface . = .7, so that
c

/d&’gpicpcl = Ocer - (3.4)
7

The X, eigenfunction is related to the eigenvalue E and depends on a set of boundary
conditions {B.}, defined at the surface .7 by

5)\(:
e

- B, (3.5)

where the value quantity ~,. and the derivative quantity d,. are defined as

h2
e = 4/ d.Lo X,
A 2Mcac PeAN
7
h2
Ore = HQMcac/dy(ngrad”(rcX/\)’
7

where M, is defined in Chapter 1. The proper definition of X, and the choice of the
arbitrary conditions are beyond the scope of the present work. One should refer to Refs. [5,
47] for discussion about this point. It should yet be noted that the boundary conditions
{B.}, are independent of both A and E, however the A, coefficients do depend on E.
The derivation of the JA-matrix theory using the Green’s functions can be obtained
as done in Ref. [5]. Considering the waves WU and X, eigenfunctions of the system

~

Hamiltonian H, that are related to the eigenvalues F and F) respectively so that

(3.6)

HX, = E,\X,, HU = EV. (3.7)

The complex conjugate of the first of these expressions is multiplied by ¥, and the second
expression is multiplied by X3, so that

U[HX,]* = VE\ X}, X:HU = X;EV. (3.8)

The second expression is subtracted from the first one, and the result is integrated over
the internal region Vi,

(Ex— E) / drUX; = / dr (q/[ﬁXA]* - X;ff@) . (3.9)
V‘int ‘/int
The potential part V in H is assumed to be self-adjoint, so that
/dT (@[VXA]* - X;V\If) ~0. (3.10)
‘/int
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Only the kinetic operator T remains in the right-hand-side of Eq. 3.9. Then using Eq. 3.2
and the Green’s theorem, Eq. 3.9 reduces to
—h?
E,—FE)Ay,= [ d
(B = B)A / 7o

c
s

(Pgrad, Xy — X grad, V). (3.11)

Similarly to v, and dy., the value quantity V. and the derivative quantity D. can be

defined for V¥ as ;
R
= *
Ve \V 2M.a, /dy%
K%
h2
D. = 4/ * ).
c 2Mcac/dy90cgradn(rc )
%

Expansion of ¥ and grad,,(r.¥) on .# using the channel surface functions is assumed to
be complete, so that

(3.12)

v = Z 09067
(3.13)
2M 2Meac
grad,r. U = Z a D.p. = acgrad, ¥ + ¥
Similarly for X, one has
Xy = Z e e,
14
2M ac (3.14)
grad,r.X, = Z ——— e = acgrad, X + X,
Using these four relations into Eq. 3.11, the A, coefficients are expressed as
Ay = ch (D, — B.V,). (3.15)

E,\—

Using this expression in the U expansion (Eq. 3.1), after a projection on ¢}, a relation
between different value quantities V, is obtained

AT
= D.— B.\V,). 1
v —~ E\ — E( v (310
In matrix form it becomes . ~ .
V =9%(D — BV), (3.17)

where B being a diagonal matrix (so that B.s = B.d.). This introduces the R-matrix,
whose coefficients R.. are given by

7)\07)\0
) 3.18
-y .19

The channel wave function expression ¥, = 2.0, + y..%. (cf. Chapter 2, Eq. 2.20) is now
used to obtain the value and derivative quantities. Using this ¥, in Eq. 3.12, V. and U,
can be calculated as

h2 \/ﬁ 1
ch = a7 cOc c[c = 5 Pce 2 cOc cIc )
h2a \/ﬁ 1 '
D, = “k ! I =/ =pé(x.0' NAR
c QMCUC C(I’COC + yC c) 2p (‘T Oc + y c)
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These must verify Eq. 3.17, which is written in matrix notation
(1 -R(pO'O~" — B)Op :& = —(1 - R(pI'I"" — B))Ip 7, (3.20)

where p, I, O are diagonal matrices and ¥,y are column vectors. The collision matrix U
is obtained by identification of its definition ¥ = —U¥ (¢f. Chapter 1, Eq. 2.21) with
Eq. 3.20, so that U is expressed as

U=p:0'(1-R(pO'O"'—B)'(1-R(pI'T'—B)Ip:. (3.21)

Defining the following diagonal matrices:

L =p0O0, L =pI'Il!,
L' =L- B, £’ =L - B, (3.22)
Q =1:0":, B =pl 'O,

The final relation between R and U becomes
U=QpP2(1-RLY) (1 - RLOHP 20 (3.23)

Dependencies of the parameters involved in this equation are now discussed. The diagonal
matrices p, I and O only depend on the channel definition and on the choice of channel
radii {a.}, at which they are evaluated. They depend on the system energy E only
through their dependency on k.. Hence in this last formulation, matrices €2, L, P and
L depend on k. and on the choice of a.. The remaining parameters are ~v,. and FE) are
present in the J-matrix definition (¢f. Eq. 3.18) and that are related to the properties
of the internal region. These internal parameters must be obtained from adjustments on
experimental cross sections. This formulation explicitly exhibits energy dependence of the
collision matrix U, and consequently, of the cross sections. It provides an exact way to
reproduce cross sections by: first choosing arbitrary channel parameters {a.}, and {B.},
then adjusting the internal region parameters {yi.}.,,{Fx}, on measured data. It must
be reminded that the values of the internal region parameters 7,., E\ depend on the prior
arbitrary choice of the channel parameters a. and boundary condition B.. Discussions
about the choice of a, and B, can be found in Refs. [47,57-59|.

The method presented here is particularly well adapted for “particle” channels, i.e.
when one of the colliding particle is a nucleon or a light nucleus. For capture reaction
on heavy nuclei, i.e. for gamma emission, many channels are available but it is most
of the time impossible to distinguish gamma channels experimentally. In such cases,
a special treatment (cf. the Reich-Moore model that will be detailed later) is made
so that these numerous channels are considerd as a whole. Additionally in the case of
fission reaction, there is a tremendous number of available channels because namely of
the different possible fragmentations, so that such a general approach is not possible.
A similar treatment (Reich-Moore) cannot be done for fission cross section. The reason
is that, when the nucleus deforms towards fission, it can only passes by few “transition
states” (¢f. Chapter 4). These transition states will correlate the fission amplitude widths
and their effects cannot statistically cancel as in the case of gamma channels. This effect
for gamma channels will be detailed in Section 3.1.3.

Restraining the rest of this section to “proper” particle channels, and because of the
analytical relation between I. and O, and the Coulomb wave functions F, and G, it can
be shown that £ = L*. Matrix L can be written as L = S 4 i P, where matrices S and
P are real and respectively called shift and penetration factors. One can also show that
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P = P and Q, = @9 where ¢, is called the hard-sphere phase shift and is defined
by ¢. = arctan [F./G.]. It describes the direct interaction between target and projectile.
Hence S, P and €2 can be computed using F, and G.. If one of the two particles involved
carries no charge (i.e., when a neutron is involved), the Coulomb wave functions reduce
to spherical Bessel functions, from which analytical expressions can be obtained for S, P
and Q. = e~ Their expression can be found in Tab. 3.1.

Table 3.1 — Analytical expressions corresponding to shift and penetration factors and to
the hard-sphere phase shift for channels involving a neutron.

14 Se P, Pe
0 0 Pe Pe
1 _ p_ﬁ pe — arctan p
1+ p? 14 p? ‘ ‘
' pe(l = See-1) pelee—1 retan { Pejea }
(1 - SC|€*1)2 + Pc2|571 (1 - SCI€*1)2 + Pc2\£71 pelt=1 l— Sc|€71

The channel phase shift has a special role. Indeed if no eigenstate is assumed in the
internal region (R = 0), then Eq. 3.23 reduces to

U = Q2 U,y = Opue20c (3.24)

In practice it is almost impossible to perform full SR-matrix analysis. As mentioned
above, measurements are necessary to obtain the 7). and E) parameters and the tremen-
dous number of possible channels undermines the rigorous modeling of resonances. For
example, if one considers neutron spectroscopy of a medium-size nucleus, for a given res-
onance A, each gamma decay process will correspond to a different photon-channel ¢ to
which a ). parameter must be associated. For heavier nuclei, fission channels worsen the
entanglement. Approximate treatments of the general R-matrix framework must thus be
settled. Even for total cross section, where only diagonal terms of the collision matrix are
involved (cf. Chapter 1, Eq. 2.28), measurement overlays all entrance channels. It can
be noted here that polarized scattering experiments may reduce this effect, unfortunately
such experimental data are scarce.

3.1.2 Single- and Multi-Level Breit-Wigner Formalism

In case of well-spaced levels?, a convenient approximation can be made so that the -
matrix can be decomposed as R = R? + RS, where R? varies slowly with energy, and

RS is an SR-matrix-like single-level matrix, so that its components RS verify
Ve
RSL = 2ele 3.25
S — Do (325)
. sl . .. . 0 47:))\ X 7_:)\
This leads to splitting the expression of the collision matrix U = U" + 2i , where

€\
U" is also slowly varying with energy, both 7 and ¢y are defined in Ref. [5]. Finally,
assuming negligible effect of remote levels, the collision matrix can be written

/212
Ucc’ — (USCUO )1/2 5cc’+ 1 Ac — A

cc

, (3.26)

EA+AA—E—%FA

2A proper definition of the “well-spaced” condition will be given in the following.
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where
Ly = 2PA3,, (3.27)

and Ay. = —(S, — B.)73. are the channel width and channel shift, associated to level .
The I'y parameter can be, to first order, considered the “natural width” of the resonance,
i.e. the half-height width of the resonance observed in cross sections measurements. The
well-spaced level condition can thus be more rigorously defined as (E\ — Ey; 1)y > (Tx)a-
The bracket sign (), stands for an average over levels. The total level width and shift are
given respectively by I'y = > T'y. and Ay = > A,.. Expression 3.26 can be inserted in

Eq. 2.26 of Chapter 2 that isC recalled bellow

™

T iwe T2
Oier = 7597 ¥ 0 — Ue|” (3.28)
to obtain channel-to-channel cross sections
JT N FACFAC’ ’
o (F)=— , cF£C, 3.29
- . 2(Eyx+ Ay — E)sin2¢. + '\ (1 — cos2¢,)
T(E) = —g; |4sin ¢, — Iy,
7e (5) kng e ’ (Bx+ Ay — E)? + 4T3
(3.30)

1‘\2
e
(Ex+ Ay — E)?2 + 117

+

The last term of Eq. 3.30 is called the resonance term and corresponds to interactions
of the projectile within the internal region of the target with all nucleons. In this region
complex many-body nuclear interactions are effective and lead to the many resonances
visible on cross sections. The first term, on the contrary, can be seen as corresponding
to the projectile interacting with the an average potential surrounding the target nucleus
and is called the potential term. It has a slight energy dependency that can often be
neglected in the vicinity of a given resonance. Finally the term in the middle corresponds
to interference between the potential and resonance terms.

Nowadays, this type of modeling is obsolete in evaluation work as it neglects coupling
terms between levels and between channels and because current computers can cope
with more refined models. It is presented here because it can be used to make a simple
connection between the RRR and the statistical energy range frameworks, as will be
shown in Chapter 4. It can be seen in Eq. 3.29 that the only difference between o)
and U;Z, lies in the width I"y /e of the exit channel; no coupling between the entrance
and exit channels, nor between exit channels. Additionally, the fluctuations of the cross
sections in the RRR are due to the presence of many levels, and can be approximated
as a sum of expressions of type 3.29. Again in this case, no interference or coupling is
considered between levels. An extension, called Multi-Level Breit-Wigner, in which the
coupling terms between levels only exists and is still commonly used and gives satisfactory
results for isotopes where the fission reaction is negligible.

The fission channels, in the rigorous sense of the PR-matrix formalism, are numerous
because each fragmentation (and each internal configuration of each fragment) leads to
new channels. In practice, due to the fact that only few transition states are effective in
the resonance region, satisfactory results are obtained using one or two fission channels.
However as no proper wave functions are defined in the outer region, the penetration
factor related to fission is arbitrarily set to 1 for simplicity.
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3.1.3 Reich-Moore

As mentioned before, the general PR-matrix theory is hardly practical for actual com-
putation, especially for heavy nuclei, because of the too many radiative decay channels
that are open. An alternative treatment has been proposed by Reich and Moore [6], that
consists in writing the general R-matrix as follows

Ripn -+ Rim Rimyr -+ Rip
Ry = : : : :
Rm Rmm Rmm Rmn
R = o1 ’ mtl ’ <3.31)
Rm+1,1 o Rm—i—l,m Rm+1,m+1 e Rm+1,n
Rn,l e Rn,m Rn,erl e Rn,n

where indices ¢ € [1,m] relate to non-gamma channels, and accordingly i € [m + 1,n]
relates to gamma channels. They also split the collision matrix U using the same pattern.
In their derivation, they used the original Wigner and Eisenbud formula [4] that relates
the MR-matrix to the collision matrix U':

U=Q[1—i(BRB + )] 1 +i(BRB + ¢)|Q, (3.32)

instead the collision matrix expression of Eq. 3.23. The 8 and € terms used in Eq. 3.32
are defined in Ref. [4]. The full derivation of their calculation [6] is not reported here.
It is only emphasized here that they derived a relation between Ry; and its counterpart
U1, and that this relation can be put in a form similar to Eq. 3.32

Uy = Qu[ly —i(BuRBy + €)1 + (B RBy + €1y |y, (3.33)

but where the genuine Ji-matrix components are replaced by a slightly modified expression
AT eV

Rl = - 3.34

=2 g5 - Be=2 5 p or (3:34)

In Eq. 3.34, I'y is the total width related to gamma channels only. It can be stated at
this point that Eq. 3.33 is obtained by assuming random sign of the amplitude width ~,.
(where c is related to gamma channels only), so that while summing expression such as

> Ve (3.35)
Al

for ¢ € 7, only “diagonal” terms remain
> Ve B D Ve (3.36)
AL A

Partial cross sections not related to gamma channels can be obtained by using the
regular R-matrix framework but using the Reich-Moore form of that matrix (right side of
Eq. 3.34). The capture cross section is obtained by subtraction of all other partial cross
sections from the total cross section (that is obtained from the diagonal components of U')

ol =0l — Y 00 (3.37)
c'#y
Concerning fission channels this formalism still carries some deficiencies. Just like in
the Multi-Level Breit-Wigner formalism, the penetration factor related to fission channel
is arbitrarily set to 1. As width amplitudes v,. are adjusted on experimental data, ad-
justment that balance modeling deficiency. However this leads to statistical bias when
considering statistical properties of the width amplitudes related to fission channels.
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3.2 Lynn Extension to Fission Channels

Lynn [7,60] extended the R-matrix formalism presented in Section 3.1.1 to fission channels.
Yet this extension has never been used in practice for actual evaluations. Like the r. degree
of freedom of the “true” particle channels, an adequate fission channel degree of freedom 7
must be defined. A related kinetic operator Tn for the fission channel and an “interaction”

potential V(n) also have to be defined. The general formula of the kinetic operator? is

. h? 0 < 0
T, =——————— | f*(n —) : 3.38

"= aB,mrmon U Wy (3.38)
where the f function definition depends on the type of fission channel degree of freedom

n that is considered. For instance n can be chosen to be the quadruple moment @) of the
system of A nucleons, defined by

A
n=Q=>Y (37 -7, (3.39)
=1

where Z; and 7; are the i*" nucleon cylindrical coordinates in the center-of-mass. In this
case, f is simply the identity function f = 1. The B, coefficient is the inertia parameter
corresponding to the deformation variable 7. Its definition also depends on the choice of
the deformation 7. In the case of n = @), it is given by

m

Byg=———, 3.40
“ 40Q) + 8A7r? ( )
where m is the mass of a nucleon and 72 is the average value of 7 given by
1 A
-2 __ —2
== ;:1 s (3.41)

In the following, B is assumed not to depend on the deformation 7. As fission coordi-
nate is considered, the eigenstates X, of the internal region are expanded on functions

V., associated to coefficient Cy(,,). The ¥, functions are defined as a product of

quasi-vibrational functions V3 )(7]) and an intrinsic function y,, (defined at the channel

deformation 7.)
Xn= Z Crww) Yy = Z C)\(VH)\III(/H)XH : (3.42)
v I
The superscript (p) implies that a different set of quasi-vibrational functions o )(n) can

be defined for each intrinsic state x,. The quasi-vibrational functions N (n) satisfy the
energy-independent boundary condition

1 af\p(y#) -
F(ne) T (ne) ( on >nc e (3.43)

These considerations lead to the definition of new value and derivative quantities (as in
Eq. 3.12) related here to the fission channel

h2 1/2
V.= (—) / de;f’lllf,
2B, f(ne) Zln=ne (3.44)

= )1/ 2 / Ofw
D,=|—— Ay .
8 (2an(77c> L n=ne g on

3This form actually depends on the choice of the deformation coordinate 7. It is yet a general expression
for deformation coordinates considered in Ref. [7].
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Following the same approach than in Section 3.1.1, the corresponding shift and penetration
factors are defined as
{ 1 o(fum)

} =5, +iP,, (3.45)
n="c

where U is the outgoing wave function, solution of
[T, + V(] = [E — e,(n)]@®), (3.46)

where ¢, is the intrinsic excitation energy corresponding to state x, and E is the total
excitation energy.

3.2.1 Double-Humped Barrier Textbook Example

To illustrate what are the expected effects of this approach on resonance analysis, let us
detail an example inspired by Ref [7]. The fission barrier shape V' (n) of Fig. 3.1 is consid-
ered. A constant inertia parameter will be assumed with value B, = 0.054A53h> MeV ™1,
the fissioning isotope is ?*'Pu, thus A = 241. Considering only the fundamental barrier
(i.e. €, = 0) the wave function U*) can be computed for any value of E.

Vin)
0.05 0.3 0.05
+-—r > <>
A
5.5 MeV
A
2.5 MeV
A\ A 4 ,,7

Figure 3.1 — Schematic representation of a double-humped fission barrier. Deformations
(n axis) are in arbitrary units.

Defining an equivalent fission channel radius 7. as the deformation corresponding to
the top of the first barrier hump, P, and S, can be computed from Eq. 3.45. A relevant
numerical method [61] used for the wave function W(*) computation also provides the
barrier transmission coefficient. In this numerical method, the wave function U™ is
expressed differently on each piecewise constant parts V,, of the potential

W (1) = bue™7 + cpe 7, (3.47)
where b, and ¢, are expansion coefficients for the n'" potential constant segment and
9B 1/2
b — [h_;(E _ vn)l cc. (3.48)

The rightmost potential segment is labeled co. The outgoing wave function requirement
leads to setting c,, = 0. The rightmost condition c,, = 0 is then “propagated” to the
leftmost segment (labeled 0). The barrier transmission coefficient is finally given by

2

_ R
-

boo

T pihad
f bO

(3.49)
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Some numerical methods that can be used for this type of problem will be detailed in
Chapter 6 and Appendix D.

In Fig. 3.2 the results for the transmission coefficient (Eq. 3.49), the penetration and
the shift factor (Eq. 3.45) are shown. On the right part of the figure, the potential is
shown again (red lines) with the densities probabilities |¥*)|? computed for some special
energies. These energies are those for which the transmission coefficient shown on the
right part of the figure (black dotted curve) is maximal. These energies are shown on
both part of the figure, on the right part by colored dots on the top of the frame and on
the left part by straight solid lines accordingly colored.

Vi(n) 100 o—¢- SIS S e
'y H i i S . [ 100
1074
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Figure 3.2 — (Left) Potential used for the computation of the wave function W) and
probability densities |W(*)|? associated with the resonance energies of the transmission
coefficient T shown on the right. (Right) Transmission coefficient (7%), shift (S5,) and
penetration (P,) factors for the barrier shape of Fig. 3.1. Pseudo eigenstates are shown
on the left plot, the related energies are shown with corresponding-colored dots on the
right plot.

From Fig. 3.2 it can be seen that the three functions 7%, P, and S, exhibit distinct
resonant structures at similar energies. The structures do not exist if the considered
barrier does no have an intermediate well. The transmission coefficient has much broader
resonant structures compared to those of the penetration factor. For energies at which
resonant structures exist, the probability density |¥*)(n)|? shows that the wave is mostly
located in the intermediate well. Energies at which resonances occur are directly related
to the barrier shape. They are pseudo-eigenenergies of the intermediate well; the term
“pseudo” is used because the intermediate well is not infinite. The resonance structures
of the transmission coefficient are evidences of states spatially located in the intermediate
well, the so-called class-I states. States mostly located in the first well (not represented
in the figure) are respectively named class-I states. Resonance energies showing up in the
transmission coefficient thus correspond to energies of the class-1I states.

One can notice from Fig. 3.2 that the maximum value of the penetration factor is not
identical for all resonant structures of blue curve. This is a feature related to the fission
barrier description. Instead of the potential described by Fig. 3.1, one can consider the
barrier used in Ref. |7], reported in Fig. 3.3. In this case the potential is also described
(from the second saddle point) down to the “scission point”.
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Figure 3.3 — Schematic representation of a double-humped fission barrier with a descrip-
tion down to the scission point. Deformations (7 axis) are in arbitrary units.

This description is of course very schematic, yet if this actual potential is used to
obtain 7%, P, and S, the results can be slightly different. The corresponding results are
shown on Fig. 3.4.
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Figure 3.4 — Transmission coefficient (7%), shift (S,) and penetration (P,) factors related
to the barrier shape of Fig. 3.3.

In Fig. 3.4, several features should be noticed. First, the shift factor is not strongly
modified apart from the increase of the maximum values at resonances. The second feature
is related to the maximal values of the transmission coefficient that are not equal to unity
anymore. This is due to the first ratio in Eq. 3.49, in which the two wave numbers are no
longer identical. This is physically related to the fact that the probability current used in
the definition of the transmission coefficient*, involve the asymptotic velocity waves that
are thus different on the right and left sides of the potential. This feature should not be

4In Eq. 2.12 of Chapter 2, the probability current is defined as j[¥] = 21.73 [U*V¥ — UV¥] and
n
the transmission coefficient is defined by Ty = \jright/jleft|2, where jiory and Jright are respectively the

probability current on the left (resp. the right) part of the barrier.
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a concern in this chapter as only the penetration factor will be used. The last feature is
related to the penetration factor. The maximal values for each resonance of P, are now

roughly equal. This would be and important condition in the sub-threshold analysis of
the %Py fission cross section.

3.2.2 Penetration Factor Modeling

Prior to attempting to use these concepts to perform an actual analysis, a practical
method to include the fluctuations of the penetration factor must be defined. Zooming on
a particular resonance structure, as shown in Fig. 3.5, one sees a shift in energy between
the transmission coefficient and the penetration factor maxima.

100 400
[ | ssnman Tf :t
— B JZ |
s | A
IR 7 I A A 200
. ;| \ g O}i
et _ .': I, || \ =t
=10 1 :, :.. //// \ \\~ %
,_-- T _’:L:-——:: I| T - | O mi
g —200
1072 : :
2.800 2.801 2.802 2.803
E* [MeV]

Figure 3.5 — Barrier transmission coefficient (7%), shift (S,) and penetration (P,) factors,
related to the schematic barrier of Fig. 3.3, for the second class-1I resonance of Fig. 3.4
near 2.8 MeV. An approximation of the penetration factor by a Lorentzian (P, — fit) is
also shown.

The energy shift in Fig. 3.5 indicates that the maximal amplification of the penetration
factor occurs at energies slightly different from the class-II states energies. This will have
a visible effect when analyzing clusters of resonances for fertile isotopes as will be detailed
in the following. For practical reasons the whole modeling of the fission channel, by
defining both kinetic operator 7, » and deformation potential V' (n), will not be carried out
in resonance analysis. Instead of using a full description of the barrier shape, one can

approximate the amplification effect of the penetration factor by the following Lorentzian
expression

Ucr%/él

P .
(E— Ec)?+T%/4

u(E) =

(3.50)

Parameters E¢ and I'¢ are respectively the cluster resonance energy (roughly the class-1II
state energy) and the cluster width. Parameter o¢ characterizes the magnitude of the
penetration factor. Figure 3.5 also demonstrates the quite satisfactory representation
of the actual penetration factor P,, obtained with the potential of Fig. 3.3, by such a
phenomenological Lorentzian (P, — fit).
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3.3 Sub-Threshold Analysis of ?*Pu(n,f)

The dramatic local amplification of the penetration factor can account for the presence
of clusters of resonances in fission cross-section of fertile isotopes such as ?*°Pu(n, f). This
sub-threshold resonance phenomenon is examplified in Fig. 3.6. Between 600 eV and
2100 €V, three structures located around 800, 1400 and 1900 eV are visible. They are
called clusters of resonances. A fourth one, quite smaller, can be seen near 1000 eV if one
considers the cumulative fission width “Cumul. I'{” defined as

Cumul. Ff(E) == Z FM. (351)

This cumulative fission width is also shown in Fig. 3.6. It reveals that within each cluster
a few (actually only one) resonances contribute significantly to the cumulative fission

width.
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Figure 3.6 — Measurement of the lowest-energy clusters of resonances for *°Pu(n,f)
(Weston-1984 [39]). The cumulative fission width (Cumul. T') is also shown.

The phenomenological method (penetration factor approximation by a Lorentzian)
will now be used to analyze the resonances of the ?*°Pu fission cross section. The JEFF-
3.2 evaluation is used as the basis for the analysis. This does not mean that the JEFF-3.2
parameters are necessarily used in the present analysis, instead the fission cross section
is reconstructed using the relevant RRR formasilm® and used as it it were experimental
data. Some fission widths in the evaluation are not related to measurements but are
introduced to represent the average resonance spacing, and must be discarded from the
statistical analysis. As these resonances are very small, they do not significantly affect
the reproduced cross section. For the present analysis these resonance widths are not
retained. Within each cluster of resonances, a particular resonance with an extremely
large fission width (a thousand times larger than the surrounding ones) and a quite small
neutron width can be identified. These resonances are considered as evidence of wave
function located in the intermediate well and identified as the class-1I states. Those class-
I resonances should be considered separately in the analysis because their physical origin

5In this case, the **°Pu(n, f)-JEFF-3.2 fission cross section must be reconstructed using the Reich-
Moore formalism, cf. Section 3.1.3.
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differs from the surrounding class-I resonances. Their distinctive property is striking
when considering the zero-Kelvin cross section as shown in Fig. 3.7. A resonance with an
extremely large width is observed near 1400 eV. It should be noted that in the vicinity
of this large resonance, other narrow resonances have their maximum values amplified.
The maximum of this amplification phenomenon (c¢f. red dashed curve in Fig. 3.7) seems
not to be centered on the large width resonance (blue arrow) but rather on the right of
the most amplified narrow resonance, near 1410 eV (red arrow). This can be seen as an
illustration of the energy shift in the resonance structures of Fig. 3.5. The maximum of
the transmission coefficient (meaning the energy of the broad 0 K resonance) is shifted
compared to the maximum of the penetration factor (energy of the most amplified narrow
resonance).
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Figure 3.7 — Neutron-induced fission cross section of 2*°Pu reconstructed at zero Kelvin
from the JEFF-3.2 evaluation resonance parameters (solid black curve). The class-I state
is indicated with the blue arrow. The class-1 amplification envelope is shown in dashed
red line. The envelope is centered about an energy indicated with a red arrow.

In the vicinity of the class-Il resonance of each cluster, the class-I resonances have
amplified fission widths (although a hundred times smaller than the class-I one). To
highlight this phenomenon the averaged reduced widths 73;/(7%) are shown in Fig. 3.8
(black marks). Only the class-I assumed resonances are considered in the calculation of
(73;) (the broad class-T states are discarded). It can be seen that, when the usual treat-
ment of the penetration factor, i.e. P, = P; = 1 (black marks), some class-I resonances
have quite large width amplitudes 7). This is due to the omission of the amplifying
penetration factor that is balanced by the 7, fit in the JEFF-3.2 analysis to reproduce
experimental data.

For the present study, an analysis has been done using a penetration factor defined as
the sum of four Lorentzians centered on the most amplified class-I state of each cluster. All
Lorentzians have a width of 60 eV except for the one in the second cluster near 1000 eV. In
that cluster the class-II state has a fission width twice larger than for other class-1I states.
Because of that, a twice-larger Lorentzian width (120 eV) was taken for this cluster. In a
proper evaluation, those parameters should be adjustable, or even better, directly deduced
from an underlying penetration barrier calculation as done in the previous section. Here
they were not adjusted.

As was shown on the previous section, the maximum value of the penetration factor o¢
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Figure 3.8 — Averaged fission reduced width amplitudes of 2°Pu(n,f) analyzed using
either a unit penetration factor (P = 1) i.e. the JEFF-3.2 data, or using four Lorentzian
enhancers defined by Eq. 3.50 (P # 1).

is identical for all Lorentzians. The o¢ parameter has no effect on practical resonance pa-
rameter analysis. Considering a Single-Level Breit-Wigner description of the resonances,
the resonance width Iy is related to the resonance amplitude ~y¢ by

T~ 2P, (E\)vk (3.52)

The reduced width amplitudes )¢ are obtained by “fitting the resonance width I'yf’, by
fitting the cross section. Thus the o¢ parameter will have the effect of a normalization
factor that will vanish in the resonance parameter analysis as the quantity of interest is
the relative distribution 7%;/(v%;). Using the four Lorentzians, class-I vy parameters are
fitted to the JEFF-3.2 reconstructed cross section. In Fig. 3.8 the result of this analysis is
shown (P # 1, red marks). It can be seen that the local amplification of the class-I states
in the vicinity of the class-II is somehow removed since the cluster envelopes produce
the amplification. Here again the class-I reduced width amplitudes are not used for the
statistical analysis.

Figure 3.9 shows another visible effect of this treatment. The JEFF-3.2 evaluation is
compared to an artificially reconstructed cross section, (P; # 1), for which an identical
average reduced width amplitude (7y¢) was taken for all class-I resonances®. In one case
a constant penetration factor is used and yields no structures (Pr = 1, middle figure).
In the second case, the penetration factor used contains the four Lorentzian described
earlier (P; # 1, lower figure). It can be seen that this rough approach tends to reproduce
properly gross structures.

A “cleaner” statistics feedback for the distribution f of the class-I fission reduced
width amplitudes v, may be expected from the present approach. The distribution f is
defied so that f(z)dx is the probability for an average reduced width amplitude v3;/(73;)
to have a value between x and z + dz. In Fig. 3.10 such a distribution is shown. It
can be seen that despite the rather low statistics between 600 eV and 2100 eV (less
than a hundred resonances), the replacement of the one-unit penetration factor by the

5The reduced width amplitudes 7y¢ are signed quantities (positive or negative). In the present case,
the sign of the evaluated parameter is conserved but the magnitude is fixed to the average magnitude
value.
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Figure 3.9 — Clusters of resonances in the **°Pu(n, f) cross section. The upper figure shows
the JEFF-3.2 evaluation reproducing the observed fission cross section but (a standard
Reich-Moore formalism). The middle plot shows a theoretical calculation using an average
fission reduced width amplitude (7)) for all resonances and a unit fission penetration fac-
tor. The lower plot shows a theoretical calculation also using an averaged fission reduced
width amplitude (7,¢) for all resonances but with the Lorentzians as fission penetration
factor. In the middle and lower plots, the JEFF-3.2 parameters are used for all reactions
but fission.

four Lorentzians brings the “experimental” distribution closer to the expected Porter-
Thomas distribution [62]. It thus brings consistency with the class-I neutron reduced
width amplitude analyses.
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Figure 3.10 — Distribution of the 2*°Pu(n, f) fission reduced width amplitudes using a unit
penetration factor (P = 1, blue dashed curve), reproduced from the JEFF-3.2 evalua-
tion. The similar quantity obtained while performing the analysis with the four cluster
Lorentzian enhancers is also shown (Pr # 1, red solid curve). A Porter-Thomas theoretical
distribution is also shown for comparison.
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The present analysis highlights that the consideration of the fission barrier shape in
the RRR analysis leads to different evaluated parameters. These parameters are believed
to have a better physical meaning. In the presented analysis, the fission penetration
factor was not directly obtained by treatment of the fission barrier but instead by a
phenomenological way by introducing Lorentzians. The more rigorous method would
require a proper physical description of the barrier shape to be used as a starting point
of the fission resonance analysis. In the next chapter a model providing such a fission
barrier description will be presented.
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Chapter 4

Upgrading the CONRAD Code to the
State of the Art of Evaluation Models
in the Statistical Range

In this chapter, some of the models currently used for cross section evaluation in the
statistical energy range will be presented. The aim of this chapter is not to introduce all
models that can be used for evaluation. It will be restricted to the necessary developments
that have been brought to the CONRAD code in order to improve and extend the code
capability in the statistical range.
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This chapter will focus on the cross section modeling in the statistical energy range
(cf. Fig. 2.3 of Chapter 2). It must be emphasized that the CONRAD code [3] had only
few statistical range capabilities prior the start of the present PhD work. Indeed, the
code has been linked to the ECIS code [1] to adjust average total cross sections and to
the TALYS code [51] for the various partial cross sections (c¢f. Chapter 2, Section 2.2).
However, CONRAD uses this latter code as a “black-box” and implementation of new
fission models required to assimilate parts of the TALYS code into the CONRAD code.
An average R-matrix model was already implemented along with a spherical optical model
similar to the SCAT-2 [49] program. Despite these previous developments, a lack of generic
programming was limiting the use of “neutron transmission coefficients” (e.g. obtained
from ECIS, the internal spherical optical model or the average Si-matrix) to obtain partial
cross sections. This latter comment will become clearer in the following as the Hauser-
Feshbach frame for the calculation of statistical range cross section will be introduced.

4.1 Hauser-Feshbach Framework

The energy-averaged total cross section derived in Chapter 2 (c¢f. Eq. 2.28), leads to the
definition of two “partial cross sections”,

_ 27T — T ™ — g7 2 s — g2
Getor = 7595(1 = RelU)) = S [1= O [+ a0 (1= 0L ) ()

J/ J/

-~

TV .
O.zhape O.zeactlon

The first term, o*"#P¢  is called the shape elastic cross section and is related to the prob-
ability that the incoming particle is reflected on the target without penetrating into the
nuclear matter. The second term, ¢7*%°" on the contrary, is the complementary reaction
cross section. The reaction cross section is not exactly the cross section for the formation
of the compound nucleus (or absorption cross section), other direct cross sections, such
as the direct inelastic cross sections should be subtracted from the reaction cross section
to obtain the compound nucleus formation cross section.

A model providing UZ" — ¢ being the entrance channels, in the present case, the neutron
channels — would be enough to provide the average total cross section. However the shape
elastic cross section does not correspond to the final elastic cross section as neutrons can
be emitted “elastically” after having been absorbed by the target. It can be compared
to the potential term of the Single Level Breit-Wigner (SLBW) expression (c¢f. 3.29 of
Chapter 3). Thus, a model is necessary to decompose the absorption cross section into
partial compound cross sections. The statistical Hauser-Feshbach [8] framework is used
for that purpose. It can be derived from the SLBW formula. Considering the partial
compound cross section related to a given level A in the SLBW formalism

™ F)\cr)\c/

co,mpJTr E _ 4.9
the actual partial cross section is obtained by summation over all levels
compJ”™ compJ”™
Oce! ’ (E) = Z Ucc’/\p (E) (43)

A

Here it is convenient to assume that Ay = 0. Equation 4.2 corresponds to process involving
formation of a compound nucleus. Considering the resonance integral I of a SLBW cross
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section of Eq. 4.2,

7 . I Tyl T Dae Tae
I dEo co/mpJ :/dEi Act e ~ /dE c C 4.4
A= / Oen (E) kggJ(E — Ey)2+ 113 kgg‘] (E — Ey)? 4+ i3 44
0 0 A

The right-hand-side of Eq. 4.4 is obtained by assuming that the resonance is narrow
enough so that its amplitude is almost entirely contained in the integration range A. The
range A is supposed to be small enough so that the energy dependency of k. can be
neglected in the A range. Assuming again that the resonance is narrow compared with A
(i.e. T'y < A), the integration range can be reset to [0, +00o[ so that analytical integration
can be performed. One obtains

o0

7T P)\CP)\C’ m F)\CP)\C/
I~ — dFE = —2 . 4.5
A kggJ/ (E_E)\)Q_i_%ri 2 g T, ( )

Finally, the average value of the SLBW cross section °9™”" can be obtained by consid-

ering N resonances in an energy range D x N, D bemg the average resonance spacing

O_compJ"' N x <]/\> _ 1 2 N x F)\CFAC’ _ 1 2_7T F/\CF)\C’
oo NxD  kYDxN r, /) YD\ T, /-

(4.6)
The bracket signs correspond to the average over the N resonances contained in the D x N
energy bin. This average is not an energy average but a level average. In practice, a width
fluctuation correction term W, is further introduced to take into account of the fact that

Il <F>\c>)\ <F/\c’>/\
< L'y >>\7A Ty 0

The W, coefficient has a significant effect on partial cross sections but as this is not the
point of the present study, it is often omitted here but is present in the computations.
The average total cross section can also be simply expressed as

—compJ”™ —compJ”™ ™ 27
Jc,totp = Z Ucc/ P = PQJE <F)\C>)\ 9 (48>

Cl

where relation I'y = > T'y. has been used. As Eq. 4.2 is related to compound processes

only, Eq. 4.8 is actually the total compound cross section or the compound nucleus for-
mation cross section. This relation can be compared to Eq. 4.1 and leads to the definition
of a new quantity named the transmission coeﬁicz’ent T, defined by

— T = m) . (4.9)

Finally, the Hauser-Feshbach formula, provides the compound partial cross sections, ac-

cording to
_compJ™ T 1. Ty

wps™ _ T el 410
cc k? g7 E TC// ( )

The width fluctuation correction factor W.. vanishes when considering the total com-
pound cross section, as an effect of the “flux conservation”

Z Tc’ ch’

_compJ™ TT’ ™
CtOth Z k2 J c c = 2gJT _2gJTc (411)

>T. R
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These two last expressions (Eqgs. 4.10 and 4.11) are keystones of a global framework in
which many sub-models provide transmission coefficients for a specific reaction type using
their own physical description and parameters. They provide the compound nucleus part
of all partial cross sections. One can however notice that, except for the total cross section
that only depends on the entrance transmission coefficient T, (i.e. neutron absorption or
emission'), all other partial cross sections will depend on the transmission coefficients
related to all reactions. This intrinsic competition between partial reactions increases
dramatically the complexity of partial cross section analyses. This is caused by the fact
that any change in one of the transmission coefficients will affect all partial cross sections.
To make the CONRAD code able to calculate fission cross sections it was thus necessary
to have reliable transmission coefficients for all other reactions. Some of the transmission
coefficient sub-models available in CONRAD will be presented in the following. Most of
them have been implemented specifically for the present PhD work.

4.2 Unresolved Resonance Range — Average ‘R-Matrix

As recalled above (¢f. Eq. 4.1), a model providing UZ: can readily be used to provide
entrance-channel-related transmission coefficients. In neutron cross section evaluation,
two models are used to produce such average matrix coefficients. The first model con-
sidered here is a direct extension of the R-Matrix formalism explained above. At inter-
mediate energies, resonances are not fully detailed due to energy resolution limitation of
microscopic differential measurements and to the partial overlapping of resonances. Eval-
uation of resolved resonance parameters becomes equivocal. This energy domain, called
Unresolved Resonance Range (URR), needs a proper treatment [63]. The URR is ana-
lyzed on the basis of prior average parameter values extracted from the RRR. An average
treatment of the diagonal terms of the collision matrix leads to [5]

e NE
1+ iP.(E) (Rc L in SeVE )

— 7 _JT . QPZ:O(E)
U =T ~ oo VDY (4.12)
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where the pole strength function® parameters s. can be estimated from the RRR analysis

as

(3 )\
e =22 4.13
s T D, (4.13)
The average level spacing D~ involved in Eq. 4.13 is related to levels having quantum
numbers .J™ similar to those in channel ¢*. The distant level parameters R, characterizes

the effect of distant resonances, and need to be adjusted on experimental data. In the

Tn this framework the entrance or exit transmission coefficients are identical quantities.
2The pole pole strength function is defined by Eq. 4.13, whereas the strength function S, is given by

Se =27 { D)\ 2 , which still contains a remaining energy-dependency because of the penetration factor P,,

cf. Eq. 3.27J.

3In practice, it can be difficult to identify definitively the J™ values of a resonance as measurements
are cumulating events from different J™ processes. Yet interference patterns on cross sections can give
some clues about the difference in J™ from a resonance to another. Sometimes this identification is not
possible but the value of the incident neutron orbital momentum ¢ can be identified. In such cases, the
Dy~ value is estimated as an average value for these (-tagged resonances.
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case of neutron cross section evaluation, using Eqs. 4.9 and 4.12, a neutron transmission
coefficient can be defined.

The parameters used in this model are obtained from the RRR analysis or from ad-
justments on experimental data at higher energies. It was explained in Chapter 2 that the
reactor physics cross sections (related to plane wave scattering) involve many processes
having specific J™ values. At low energy only few of these processes are contributing
to the cross sections, hence data extracted from the RRR analysis [64] can be used to
describe only few of these processes. It is thus difficult to use this formalism for high
energies as more and more J™ processes are involved. An alternative approach, relying
on optical models (described in the following) do not suffer from this limitation.

To explain why this model is still used in evaluation, it is necessary to details some
phenomena that play effective roles in reactor physics. Even if the resonances in the URR
are not experimentally resolved they exist. The cross sections depend on the relative
velocity between the projectile and the target nucleus. As resonances can be quite narrow,
the thermal motion of the target may be significant enough so that it has some effect on
the relative velocity. This effect is known as the Doppler-broadening and cannot be taken
into account if only an average value of the resonance is known. In practice this effect
can be rendered if average resonance parameters (as those used by the average SR-matrix)
are known. A fictive (but representative) cross section can be reconstructed from these
average parameters, broadened then averaged so that the effect of the thermal motion
can be propagated to the cross section values. In practice this has no strong effects
in reactor physics applications if multigroup formalism is used. Indeed, if resonances
are narrow enough so that they are mostly contained in a single energy group, as the
resonance integral is conserved by the broadening, the resulting average cross section
remains unchanged. Yet this may have effect if a continuous energy description is used or
if probability tables are used along with multigroup cross sections. These tables contain the
distribution of the cross section values within an energy group. Even if the average value
does not change in the group, if the medium temperature is modified, the distribution
of the cross section values do change. This is illustrated in Fig. 4.1, where the total
cross section and related cross section probability density are shown (in the energy range
[300 €V,320 eV]) for two temperatures 0 K (red curves) and 300 K (blue curves). The
average cross sections are also shown with dashed lines on the left part of Fig. 4.1. This
average is made over the energy range [300 eV,320 eV], thus the Doppler broadening has
little effect on the cross section average value (about 0.05%). If only a part of a resonance
was contained in the energy range, the average value would have change more. On the
other side, the cross section probability density (right part of Fig. 4.1) is strongly affected
by the change in temperature. As probability tables are computed from the cross section
probability density, they are significantly modified by Doppler-broadening.

At high enough energies, this treatment is no longer necessary because resonances
overlap each other and Doppler broadening is no longer effective. The energy boundaries
of the URR are determined, for the low energies, by the available experimental data, and
for the higher energies by the effective range of the Doppler broadening. The emerging
standard procedure (SPRT [65]) for the treatment of the URR relies on the alternative
optical models to obtain transmission coefficients and phase shifts, then to extract from
them the required averaged parameters used in the URR treatment. Before this PhD
work, the average R-matrix formalism was already implemented in the CONRAD code,
however its use in a generic and validated Hauser-Feshbach framework was still to be
done.
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Figure 4.1 — Effect of Doppler broadening on the ***Pu(n, tot) cross section (left) and on
the cross section probability density (right). The average values of the cross sections is
shown in dashed lines on the left plot.

4.3 Continuum Range — Optical Model

The main liability of the average Ji-matrix approach is that the number of parameters
to be fitted becomes tremendous as incident neutron energy increases. As the energy
increases, the number of significantly contributing channels increases, as well as the num-
ber of average parameters to be evaluated. An alternative model for supplying neutron
transmission coefficients is the optical model. For comprehensive information about op-
tical models see Refs. [1,66-70]. In the following, the global scheme of the optical models
will be sketched, more details about the coupled channel equations that are solved can be
found in Appendix A.

Optical models share many common features with the Si-matrix theory. Phenomenol-
ogy is introduced in optical models through the description of the interaction potential
Vi (re, QC/) that is effective between the two particles of channel c. As in Eq. 2.6, the
channel wave function is

. A Ue\Te
U, =Y, () ( >. (4.14)

Te

The Schrodinger equation (cf. Eq. 2.8) becomes

2 (A 1) neke
o (e = -2 e et

=->, / QY™ () Ve (7)Y (Qr) | () . (4.15)
d 47

In Eq. 4.15, the interaction potential is present in the right-hand-side. In case of spher-
ically symmetric interaction potential, Ve (re Q. /) does not depend on Q. and most of
terms in the summation vanish. Therefore for such potentials, only channels having the
same ¢ and m can be coupled. The channel-to-channel coupling potential is defined by

2M,
B2

W (r) = QY (Qe)WVowr (P Y5 () - (4.16)

Ar
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Finally the coupled channel equation is

&) neke

dr2 72 Te

+ k‘Q] ue(re) = ZWCC (re)ue (ra) . (4.17)

Just like in the PR-matrix theory, only channels coupled to the same J™ value are con-
sidered. Hence several coupled equations are to be solved separately according to the J™
value of the process. In practice, as VCC/(TC/, QC/) is an operator, the coupled channel equa-
tion can become quite complex because of terms such as spin-orbit coupling (involving
wave function first order derivatives) are involved. Further details are beyond the scope
of this work. It can be stated that, from the numerical resolution of the coupled chan-
nel equation, the radial waves u. are obtained and matched to the analytical asymptotic
wave functions of Eq. 2.9, for which the coupling potential W, . (r.) is zero. This finally
leads to the definition of the average collision matrix U (called the scattering matrix S
in optical models). As in Eq. 2.26, calculated collision matrix elements are used to obtain
the channel-to-channel cross sections

™

2
—J7
Oeer — U w

cC

g

m
cc! — ﬁg(] (418)

A common interface was developed i 1n CONRAD for all models that can provide the

value of the average collision matrix U (optical models and average JR-matrix). They
can now be easily tested and 1nterchanged in the Hauser-Feshbach framework.

Since the total cross section depends only on the neutron transmission coefficients
(¢f. Eq. 4.1) and can be compared with representative evaluated data, they are chosen
as a first checking comparison. This was also a test to validate a newly implemented
C-++ coupled channels program based on the same algorithm than the ECIS code? that
has been implemented for during this PhD. The simplest reaction to be considered is
%Fe(n, tot) that involves an even-even medium-mass target and for which a spherical
optical model potential can be assumed to be relevant. The even-even nature of *°Fe
leads to a zero intrinsic spin for the target ground state. This in turns reduces the
complexity of the angular momentum coupling involved in the coupled channel optical
models. In this particular case, for “°Fe(n, tot), equations solved by from the spherical
optical model (channels not coupled) and by the more refined coupled channel optical
models are identical. Left part of Fig 4.2 shows results obtained for the calculation
using the ECIS code, the CONRAD internal spherical optical model implemented by
P. Archier [50] and the new coupled channel algorithm. Comparison with the TALYS
code is not necessary in this case as TALYS actually drives ECIS internal calculations
to obtain the total cross section (i.e. both shape elastic cross sections and transmission
coefficients). A second test shown on the right part of Fig 4.2 corresponds to a similar
calculation but for '*’Gd(n, tot). In this case the target nucleus has no longer a zero-spin
ground state and is deformed. Because of these two additional features, the equation
coupling in the coupled channel model becomes more complex. It was thus a relevant
second test case. More details are provided in Appendix A about the coupled channel
equations. Four rotational levels are included in this calculation. The new implementation
was found to be roughly as fast as the ECIS calculation and can further benefit from the
native parallelism of the CONRAD code.

One can notice that all optical models are very consistent. However the comparison
with evaluated data and calculated results is rather discrepant as shown for “°Fe(n, tot)

4First version of the ECIS code were written about 50 years ago in an old-fashioned FORTRAN-IV
language, which makes the code difficult to maintain.
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Figure 4.2 — (left) Comparison of the average total cross section of (n + “°Fe) calculated
using the various options available in the CONRAD code. Solid lines correspond to cross
sections obtained with optical models. To make comparison between optical model results
easier, relative differences to ECIS results are shown with x-marks. (right) Same but for
the (n + '°"Gd) reaction.

for energies below 3 MeV. This of course may be due to the limited relevance of us-
ing average cross section models (optical models) for such low energies with this type of
medium-mass isotope, but this can also be explained by the choice of the optical model
potential. The selected optical model potential was taken from the RIPL database [10],
(an international database containing reference input data for numerous nuclear data ap-
plications). The potential parameter set (RIPL-1416), is designed to cover a large energy
range (0-200 MeV), wider than the present one. One can notice that small differences
exist between the coupled channel results (ECIS and CONRAD-CC OM) and the spher-
ical optical model (CONRAD-Sph. OM), in the case of °Fe(n, tot). This may be caused
by some extra angular discretization that is considered in the coupled channel programs.
For the total cross section, the differences between ECIS and CONRAD-CC OM are be-
low 0.001%, which is close to the digit precision of the ECIS output files. In the case
of "Gd(n,tot), differences are even smaller (about 0.0005%). Obtaining satisfactory
comparison with evaluated data is not the objective of the work presented here, which is
to obtain satisfactory modeling for partial reactions so that fission models can be tested.
Model parameter evaluation is not performed here, therefore verification will be limited to
comparisons between codes (TALYS and CONRAD mainly). Codes are of course supplied
with identical input parameters®.

4.4 Capture Reaction and Level Density Models

The next step in the quest of better fission cross section modeling is to obtain compound
partial cross sections and to do so, reaction-dedicated transmission coefficients are neces-
sary. As explained before, both average SR-matrix and optical models can provide neutron
transmission coefficients® that can be in turn used to provide the total compound cross
section. To extend the modeling capability of the code, beyond total cross section, to

5Consistency with code internal databases (e.g. low-lying levels and deformations) had also to be
ensured for these comparisons.
8They also provide the shape elastic cross section.
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partial cross section calculations, the Hauser-Feshbach model has been implemented. It
must be “fed” with transmission coefficients in order to calculate compound partial cross
sections. As photon radiative emission is always possible, the simplest step further is to
introduce a gamma transmission coefficient Ty‘] " that will allow calculation of both cap-
ture and elastic cross sections. In reactor physics, the capture cross section corresponds
to radiative emission of photons and no re-emission of the incident particle. The elastic
cross section corresponds to the re-emission of the incident particle — or of another particle
of the same nature — where the residual nucleus is identical to the target nucleus. For
instance if the target is in its ground state, which is often the case, the residual nucleus is
also in its ground state. The elastic cross section is the addition of the shape elastic and
the compound elastic cross sections, whereas only compound radiative capture occurs.

The gamma transmission coefficient is actually a sum of many photon-channel trans-
mission coefficients. Fach channel is related to a given type X of transition having a
multipolarity . The X term labels either the electric E or magnetic M nature of the
photon-decay, as for instance E1, M2, etc. Each channel is also characterized by a “reac-
tion transition energy” e, that is the amount of energy taken away by the photon. The
multipolarity ¢ is the amount of angular momentum carried away by the photon. After
the decay, the nucleus lies in a state ¢ of its related level scheme. This state is described
by its related energy F;, angular momentum J; and parity ;. The energy of the photon e,
is thus the difference between the compound nucleus excitation energy E* and the energy
of ending state E;. It is given by

e, (i) = B — E;. (4.19)

As angular momentum and total parity of the whole system must be conserved. Some
photon-decay channels are forbidden (suppressed) because they would break these con-
servation rules. One can finally write

7= ST SNTS Tale, () f (i, Jom, X0, (4.20)

Xe{EM} £ i

where the f function ensures the conservation rules:

o 1, \J—€]§J1§J—|—€and7r:(—1)em

f(Jismi, Jom, B, 0) _{ 0. otherwise : (4.21)
o 1, ‘J—a < Jl < J+£ and m = (—1)“_17'('1'

f(Ji,mi, Jym, M, ) = { 0. otherwise (4.22)

In practice, the nucleus level scheme is not known up to energies corresponding to the
neutron binding energy (4 to 10 MeV). Hence the summation of Eq. 4.20 can be done
only for the known levels (usually only the lowest energy levels). The remaining levels
are treated using a phenomenological average level density p(E, J, 7). If the N first levels
are known up to a certain energy Feont, Eq. 4.20 becomes:

N
> Txoley (i) f(Ji,mi, J,m, X, €)

i=1

L= > >

Xe{EM} ¢

B
+ / deyp(E* — ey, J' 7 Txo(en) f(J' 7' Jym, X, 0) | . (4.23)

J'r!
Econt
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This computation of gamma transmission coefficients has been implemented in the CON-
RAD code using the TALY'S reference code as guideline. The CONRAD implementation
has been verified to be consistent with the TALYS results, yet the selected integration
method used in the calculation of the last term of Eq. 4.23 has been found to be a possible
source of significant differences, about 2% for “°Fe(n, ) and 0.6% for **’Gd(n, 7).

4.4.1 Level Density Models

In order to obtain gamma transmission coefficients, level density models are required.
Phenomenological level density models usually decompose the level density p(E*, J, 7),
into a product of a state density p(E*), an angular momentum probability of the level
P(J) and its parity probability P(r), so that

p(E*, J,m) = p(E*)P(J)P(r). (4.24)

Therefore p(E*, J,m)dE* is the number of levels having a total angular momentum J
and parity 7 in the energy interval dE* around the excitation energy E*. Therefore
each term can be specifically treated by dedicated models. The implementation of a
gamma transmission coefficient model has been eased by the use of the C+-+ nuclear
physics model library that is shared by the CONRAD and the FIFRELIN [52] codes. This
library contains “tools” that can benefit to both codes. This library already contained level
density models before this present PhD work started thanks to D. Regnier PhD work [71].
Concerning the level densities, a Composite Gilbert-Cameron Model [9] (CGCM) is used.
This model is widely used for three reasons:

e It relies on a small amount of parameters.
e [ts implementation is quite easy.

e It can be used to reproduced quite satisfactorily the few observables related to level
densities, namely low-lying average values and the mean level spacing at neutron
spectroscopy energies (called Dy).

This composite model consists in a Constant Temperature Model (CTM) for low excitation
energies and a Fermi Gas Model (FGM) at higher energies. These two models are smoothly
joint at a matching excitation energy Fy

1 [E* — EO]

PO = e |

) ﬁeXp [2\/m} : (4.25)

FGM * *

E* < By

pCECM(E*) —

Here T and FEj are parameters adjusted on low-lying levels and A is an average pairing
energy. The level density parameter a is set using the Ignatyuk’s prescription |72] with
thus a dependence on the excitation energy E*

1 —exp [—y(E" — A)]}

(4.26)

a(E%) =a {1 + W (A, 2) A

where 0W (A, Z) is a shell correction for the considered nucleus. The asymptotic level
density parameter a and the v parameter are obtained using systematics:

Yo

a=aA+ pA*? and = 1 (4.27)
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The «, § and vy parameters are obtained from the RIPL [10] database.
Both CTM and FGM rely on the assumption of equiprobaility of the parity distribution

P(r = #1) = L, and on a Rayleigh-type distribution law for the angular momentum

2
probability
1 112
_ J+§eXp _(:]4‘5)
o2 202 ’
where ¢ is a parameter called the spin cutoff and J is expressed in units of A. This

distribution (Eq. 4.28) is not normalized for discrete values. To compensate this problem,
two normalization options are present in the code, the piece-wise normalization”:

P(J)

(4.28)

P(J)
PPY(J) = === 4.29
() =<5 (129
J/
and the integral normalization:
int o J J .

P™(J) = / 3 €XP {—27‘2} dj, (4.30)

I~

where the integration boundaries must be shifted if one considers integer angular momenta
instead of half-integer ones. This normalization can have effects up to 0.3% (respectively
2.3%) on the level densities for the P™ (respectively PP¥) normalization. This effect is
calculated by comparison with the case with no-normalization (Eq. 4.28).

A model of the spin-cutoff ¢ is also required, the Back-Shifted, following the TALY'S
standard route |73| is defined as follow®

o3, 0< E* < By
S , E*—Ey )
o} (E*) =S o+ T (0p(By) —03), Ea<E*<B, |, (4.31)
n d
o2 (E"), E* > B,

where again F4q and o4 are extracted from low-lying levels as described in Ref. [73], and
or is the Fermi-gas spin-cutoff given by

I/ R?

a

oa(E*) = a(E* — A), (4.32)
where [ is the rotational moment of inertia of the nucleus, assumed here to be a rigid
spherical body and is thus given by

2
Iy = ngRQA ~ 0.01389A4%31% MeV ™!, (4.33)

where my is the neutron mass and R is the nucleus radius that is here R = 1.2A4'/3 fm.

As said above, all parameters involved in the level density parameterization are not
completely free, the low-lying levels and the mean level spacing measurements obtained
by neutron spectroscopy are used to constrain the model parameters®.

"In practice, the sum span over the first 50 possible J values.

8To obtain better agreement between CONRAD and TALYS, the binding energy B, in Eq. 4.31 is
replaced by the matching energy Eyp used in Eq. 4.25.

9The mean level spacing obtained with slow neutrons is directly related to the level density at E* = B,,.
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4.4.2 Gamma Strength Functions

To obtain the gamma transmission coefficient of Eq. 4.23, the multipolar transmission co-
efficients T'x(e,) must be provided. This can be done by use of gamma strength functions
fxe so that

Txe(ey) = 27TfXZ(€7)€§Z+1 . (4.34)

Gamma strength functions are often a part of photo-absorption cross section models.
Usual gamma strength models are independent of the excitation energy of the nucleus.
However some models incorporate a slight dependency on this energy.

Several gamma strength function models were already present in the shared library
mentioned above thanks again to D. Regnier PhD work [71]. The already implemented
models are the Enhanced Generalized Lorentzian (EGLO) model defined in RIPL-3 [10],
and the Brink-Axel [74] model, also called Standard Lorentzian (SLO) in RIPL-3. The
CONRAD code could use the SLO model with minor implementation work. The TALY'S
standard route uses a slightly different version of the EGLO model’®. To maintain dif-
ferences between the CONRAD and TALYS codes as small as possible (for the present
objective to have a “safe” framework to work further on fission cross sections) an identical
model had to be implemented.

Following the TALYS standard route, the Kopecky-Uhl [75] model is used for the
X¢ = E1 transitions and the Brink-Axel [74] model (SLO) for other transitions. In the
Kopecky-Uhl model, the strength function is given by

fE1 (6 E*) _ O'XEFEl Enyl(Ew Tf) +0 7fE1 (07 Tfl) (4 35>
v 20+ 1)m2h2e? | (2 — B))2 + 213, (e, Th) ¢ ]
where
" —A — e, ~ €2 4 42772
Tetesy(E7) = \/ a(Sy) = and Tri(e, T) = FElWE—%l 430

The difference between this model and the EGLO lies in the temperature of the second
term of Eq. 4.35. The RIPL-3 states T} for the EGLO whereas TALY'S implementation is
T} for the Kopecky-Uhl model.
For multipolarities different than E1'!, the strength function model is the SLO defined
by
1 o XgE,yF%“
(204 1)m2h2c? (2 — E%,)? +T%,

fxi(ey) = (4.37)

In both models Exy, I'x, and oy, are parameters that can be adjusted.

4.4.3 Verification on Capture and Elastic Cross Sections

In the TALYS code, it is possible to obtain intermediate results such as the level den-
sity p(E, J) and the gamma strength functions fx,(F) that are used in the calculations.
Comparisons were made with the corresponding CONRAD intermediate results to check
consistency. However, this step is not reported here, but the agreement was satisfactory,

0The TALYS code uses a strength function model based on the Kopecky-Uhl original model [75]
whereas the EGLO model is based on a modified version defined in Ref. [76]

"The only transitions considered in the present work are E1, E2, M1 and M2, following the TALYS
standard route, no other multipolarities are considered.
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below 0.1% of difference for strength functions and about 0.0001% for level densities. Com-
parison on capture and elastic cross sections are presented instead. These compound cross
sections are calculated using the Hauser-Feshbach formula (Eq. 4.10) and are added, for
the elastic cross section, to the shape elastic cross section obtained by the optical model.
Results can be seen in Fig. 4.3 for the elastic scattering and radiative capture cross sec-
tions of the (*°Fe +n) and (**’Gd + n) colliding systems. The TALYS and CONRAD
results (respectively, the blue solid and green dashed curves) are so close that the relative
difference must be shown in the right axis. For all considered cases, the differences are
quite satisfactory, the maximum of difference is for the *Fe(n,n) reaction, below 0.05%.
This test thus verifies the implementation of the Hauser-Feshbach engine and the calcula-
tion of the gamma transmission coefficient from the gamma strength functions and level
density.
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Figure 4.3 — Verification of the CONRAD Hauser-Feshbach model with the TALYS code
for *Fe + n (left plots) and *’Gd + n (right plots).

4.5 Inelastic Scattering

Prior to focusing on fission cross section modeling, a last reaction must be considered,
the neutron inelastic scattering. This reaction cannot be neglected because the Hauser-
Feshbach formula enforces that the sum of all partial cross sections remains equal to the
total cross section (cf. Eq. 4.11). This is due to the constraint on W, for the conserving

flux T
Wy =T, . 4.38
Z 5 Tl (4.38)
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Omitting inelastic cross section would lead to either restraining the energy range of
calculation of fission cross section below the first inelastic threshold energy, or to highly
overestimate all partial cross sections. This is especially true for fertile isotopes for which
the inelastic cross section can be as large as the fission cross section. The eventual com-
pensation on fission and capture cross section would undermine all efforts made so far to
obtain a suitable framework for fission cross section modeling. The inclusion of inelastic
reaction in the model is yet somehow different from the capture reaction because a direct
component must be taken into account. These direct terms are rather similar in nature
to the shape elastic cross section. They correspond to incident neutron interacting with
collective states of the target (the ground state and some collective exited states). These
direct inelastic terms can be seen as a kind of “shape inelastic” terms. The incident neu-
tron is thus scattered but some of its energy has been transferred to a collective state of
the target nucleus. In case of coupled channel calculations, some direct terms are directly
provided by the couple channel calculation. In this study, these terms involve levels and
related inelastic channels that are included in the coupled channel calculation as part of
the ground state rotational band. For other levels or for spherical nuclei, following the
TALYS code as guideline, a vibrational model is assumed and treated in the Distorted
Wave Born Approximation (DWBA) [1,70]. The ECIS code can be used to provide such
direct terms. Since the DWBA and coupled channel formalisms have many similarities, a
DWBA model was also implemented in the CONRAD code for the present study.
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Figure 4.4 — Same as Fig. 4.3 but with the elastic cross section substituted by the inelastic
cross section (direct and compound).
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It can be seen in Fig. 4.4 that larger differences are present between code results
compared with those of Fig. 4.3. One first notices large differences in the vicinity of
certain energies. This is obvious on the low energy side of the *°Fe inelastic cross section.
Although both codes seem to have similar threshold energies related to the first inelastic
level (near 800 keV), they provide different values up to a certain energy near 1000 keV
whereas above that point consistency is restored. These differences come from different
threshold energies used for the treatment of the direct and compound inelastic cross
sections in the TALYS code. This explains most of the differences observed in Fig. 4.4.
Another striking difference is visible over the high energy part of the capture cross sections
for both °Fe and '""Gd. These deviations are due to the (n,yn) reaction that was
neglected in the CONRAD code but not in TALYS. At low energies, this reaction is
negligible, which can be explained by the two following arguments:

e First, the gamma strength function shape implies that photons are more likely to
be emitted at energies around 1 MeV, with small dependency on nucleus excitation
energy. To be able to emit a neutron after a gamma emission, the gamma must be
of energy smaller than E* — By, thus the (n,yn) becomes more favored as E* — B,
tends to 1 MeV.

e Second, as excitation energy increases, the level density near the final energy (cf.
Eq. 4.23) increases exponentially.

This explains the exponential shape of the differences now attributed to the (n,yn) reac-
tion. Such “second chance” (or two-steps) reactions (cf. Chapter 1) are not considered in
the CONRAD code. For the remaining section of this chapter that is related to fission
cross section modeling, these features have been deactivated in the TALYS code so that
comparison with the CONRAD are not biased.

To illustrate the effect of this “second chance” removal, a calculation similar to the
lower-left part of Fig. 4.4 is performed and a new comparison is made between CONRAD
and TALYS (“second chance” deactivated). The results are shown in Fig. 4.5. It can be
seen that differences between codes have been cut by about one order of magnitude (from
10% to about 0.6%) compared to results shown in Fig. 4.4.
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Figure 4.5 — Verification of the CONRAD Hauser-Feshbach model with the TALYS code
for ®Fe(n,v) with two steps reactions deactivated in the TALYS code.
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Remaining differences can be seen around 800 keV corresponding to the first inelastic
level. This could be explained this time by small change in the compound inelastic cross
section. At higher energies (above 1 MeV), the difference between codes raises again,
but this is much smaller than in Fig. 4.4. For the time being these differences remain
unexplained, but are acceptable for the purpose of the present work which will be now
focused on fission models.

Besides checking model implementations, one must keep in mind that possible differ-
ences between numerical implementations and also between nuclear databases can have
significant eventual effects. Both CONRAD and TALYS codes use their own nuclear data
input library, describing for instance the experimental low-lying levels of the various iso-
topes. Some nuclear levels present some differences in level energies and more often in
assigned angular momenta and parities.

4.6 Fission Reaction

Some of the necessary developments realized for the present work to provide a proper
framework for evaluation were summarized in the previous sections. These are related to
all partial cross sections but fission. In this last section, current models for obtaining fis-
sion transmission coefficients will be discussed. Focus will be made on the well-known and
extensively used Hill-Wheeler model [11]. Final comparisons with the TALYS reference
code will be presented on actual actinide fission cross section calculations.

4.6.1 Hill-Wheeler Approach

To understand the underlying phenomenon in the Hill-Wheeler [11] famous formula, one
can consider a nucleus deforming from a spheroidal shape to an elongated dumbbell shape,
and eventually to two nascent fragments. The nucleus deformation is hindered by attrac-
tive nuclear forces. At a certain deformation, the Coulomb repulsive force prevails and
increases deformation. The potential felt by the nucleus can be approximated, at least
locally, by its second order Taylor expansion in the vicinity of the potential maximum!?.
The system behavior is thus modeled by a fictive particle interacting with an inverted
parabola potential as represented in Fig. 4.6. The wave function ¥ of the equivalent
fictive particle is solution of
2 12
- S—M% +(V — %uw2n2)\11 =EV, (4.39)
where 7 is a general deformation parameter (often written (3) related to a degree of freedom
relevant to the fission process (elongation). The p parameter is the inertia of the fictive
particle “with respect of 77, V' and Aw are respectively the barrier height and curvature.
Using the variable change = = ny/pw/h and writing b = (V' — E)/hw, one obtains
2
(317\15 + (2* — 2b) ¥ = 0. (4.40)
The solutions of this wave equation are expressed in terms of parabolic cylinder func-
tions [48]. The corresponding asymptotic behavior [11] for > 0 is

x2

b b
\IINTEQ_im_%eXp iE— ;ln2w2+ig—7r1 , (4.41)

12As the expansion is made in the vicinity of the potential maximum, the first order derivative term
in this expansion vanishes.
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Figure 4.6 — Schematic representation of the fission process in the Hill-Wheeler usual
approach: a fictive particle of inertia p (black mark) tunnels through an inverted parabolic
potential. The assymtotic forms of the wave function I, R and T are also shown on both
sides of the barrier.

and for x < 0 the asymptotic behavior is a combination of an incident wave I and a
reflected wave R

V2r2 |z e 22 b T b
[=———F—— —i— 4+ i=In22% +i— -
(L + ib) eXp{ g g HSJ”UJ’
2 b b
R 52_i|m|_% exp {z% — 25 In 22° — 3@% + 3#1] . (4.42)
Conservation of the probability current defined as j = (\I/* ‘11%) implies that
11> = |RI* + |T*. (4.43)

The barrier transmission coefficient T} is defined by

T\ |T|2 1
T = ’— = = (4.44
I| TR IRE T 1y 2P )
Substituting Eqs. 4.41 and 4.42 in Eq. 4.44, it reads
R
— = exp (—2im 4+ 7b) = exp (7b), (4.45)

T

eventually yielding the famous formula, commonly used in cross section evaluation works

T = [1 + exp (%VH_WE)} B . (4.46)

A representation of the energy dependence of the Hill-Wheeler transmission coefficient
will be shown in the following.

4.6.2 Cramer-Nix Approach

Prior to detailing how the Hill-Wheeler formula is used in practice, an alternative modeling
of the barrier tunneling will be presented. When evidence began to show that fission
barrier may consist of several humps, Cramer and Nix [22]| extended the Hill-Wheeler
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model to more complex barrier shapes. They considered a barrier made of three smoothly
joint parabolae as shown in Fig. 4.7.

0 m a 12 b "7.3
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<

Figure 4.7 — Schematic representation of the fission tunneling process in the Cramer-Nix
approach: a fictive particle of inertia p (black dot) tunnels through a potential made of
three smoothly jointed parabola.

In this approach, the deformation potential is defined by

By — guwi(n —m)?,  n<a

V(n) =< Ey+suwi(n—mn)% a<n<b . (4.47)

Ey— fpwi(n—m3)%  n>b

This potential is defined by 12 parameters out of which 4 can be regarded as interde-
pendent because of the smooth matching conditions at 7 = a and n = b. Two additional
degrees of freedom vanish as the eventual transmission coefficient is insensitive to the
inertia parameter p and to any n-shift of the barrier. The 6 parameters usually retained
are the energies F;, Es and F5 and the curvatures wy, we and ws as defined by Eq. 4.47
and shown in Fig. 4.7. The deformation space related to n can be divided into three
zones, over each of which an analytical wave function ¥ can be computed using parabolic
cylinder functions [48]. Two types of solutions exist; one can be regarded as a wave v
propagating towards 1 > 0, the other one ¢ as a wave propagating towards n < 0. The
wave function equation is separately solved in each of the different potential zone and
then wave functions and their first derivatives are matched at the zone boundaries. The
zone-waves are

U, = AYr + By, n<a,
Uy = CyYy + Doy, a<n<hb, (4.48)
\I/]]I = Fw]]I + GQO]]I, n Z b

To select solutions corresponding to an outgoing wave function (from which the transmis-

sion coefficient can be obtained), one needs to consider global waves propagating towards
n > 0 in the rightmost part of the potential (i.e. G = 0). Defining the intermediate
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quantities
2w Ey—F
uln) = [T =), o= T
2w Ey—F
o) = [T = m). as ===, (4.49)
) = | 220 ), 0=
w(n) = - e
The barrier transmission coefficient is defined by
2
w3 F
T=,/—|- 4.50
wl A ) ( )

where

F "W2i/2
_ vw2iy2/m (4.51)

A det M

and where M is a matrix whose components are defined using the parabolic cylinder

functions [48] ¥/, % and &.

ga(oﬂa —'LL) _%(OQ)U) _OZ/a<0427U) 0
0 p(-u) . 1 (V) 1, @)
Mo | & V(ag, —u) =Yy (e, v) =V U (g, v) 0 (4.52)
0 %(O{Q,U) %(QQ;U) _(gab(af?nw)
0 VY g, 0) VU (g, 0)  —w' EM (s, w)

Here above the function superscript stands for the argument with respect of which the
derivative of the function is calculated. The function subscript stands for the deformation
point 7 at which the function is evaluated.

In Fig. 4.8, transmission coefficients obtained with both the Cramer-Nix and the Hill-
Wheeler models are shown. It can be seen that the Cramer-Nix model leads to transmis-
sion coefficient with resonant structures where the Hill-Wheeler model only produces a
smooth variation of the transmission coefficient.

1 Q- —
0.8} i
0.6 | N
=
04} i
0.2 — Cramer-Nix | |
j’ - - Hill-Wheeler
=" |

| | ‘ | l I I I
46 48 5 52 54 56 58 6 6.2 64 66 68 7
E* [MeV]
Figure 4.8 — Example of fission transmission coefficients obtained using the Cramer-Nix

model and a single-humped Hill-Wheeler model. The three colored dots correspond to
special energies that are analyzed in Fig. 4.9.
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Three special energies are chosen for a more in dept analysis. They are highlighted
by colored dots in Fig. 4.8. The first energy (blue dot) corresponds to the first resonance
energy of the Cramer-Nix transmission coefficient in the figure. The second energy (green
dot) is chosen few hundreds of eV above to the first one (but already “out” of the reso-
nance). The last energy (red dot) is chosen to be approximately between the two first
resonance energies. The corresponding wave functions are illustrated in Fig. 4.9. It be-
comes obvious while comparing the “red” and “green” states, that the spatial localization
of the wave function is responsible for the dramatic change in the transmission coefficient
value. For the “red” state (out of the resonance) the wave is mostly located in the first
well, whereas for the “blue” state it is mostly located in the intermediate well (zone-II).
Both blue and green curves of Fig. 4.9 are related to close energies in the vicinity of the
first resonance, as shown in Fig. 4.8. The small change shown in the wave functions (blue
and green curves in the orange enlargement circle Fig. 4.9) leads to a drop of the value of
the transmission coefficient from nearly unity (blue dot in Fig. 4.8) to about 2.5 x 1073
(green dot in Fig. 4.8). For comparison, the transmission coefficient related to the red
curve in Fig. 4.9 is about 107 (red dot in Fig. 4.8).
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n [arbitrary unit]

Figure 4.9 — Cramer-Nix potential (black curve) used to obtain the transmission coeffi-
cient show in Fig. 4.8. The probability amplitudes |¥(n)[* for three peculiar energies is
represented.

This type of barrier potential and analytical transmission coefficient has also be ex-
tended to a triple-humped fission barriers |77] and numerical methods have been devel-
oped to solve this type of problem with arbitrary barrier shapes [78]. Some of these latter
methods will be detailed in Chapter 6 and Appendix D.

4.6.3 Current Pragmatical Approach for Fission
4.6.3.1 Uncorrelated Hill-Wheeler Humps

In practice, the Cramer-Nix model is not used in evaluation. The uncorrelated Hill-
Wheeler barriers model, that will be presented below, is often favored because it relies
on fewer adjustable parameters. To account for the double-humped nature of the fission
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barrier, the two humps are dissociated and a statistical equilibrium (Hauser-Feshbach
formalism) is assumed in the intermediate well [79]. This is illustrated in Fig. 4.10. In
the following, T4 is related to the Hill-Wheeler transmission coefficient related to the
first hump, and Ts to the second one. The derivation of the commonly used formula
174 = TyTg /(T4 + Tg) is now presented.

Y R R
Vap-------> /m
j Statistical R « >
hw o

) Equilibrium j

> 7

Figure 4.10 — Schematic picture of the double-hump fission barrier in the uncorrelated
Hill-Wheeler approach. The potential shown here is not continuous (not defined between
the two humps) and is not used to calculate wave propagation and probability current as
in the single-hump Hill-Wheeler model.

Let us define the following probabilities:

1. to pass from the first well to the second well:

Ty
P o= 4.53
I—1 TA + TI ( )
2. to pass from the second well to fission:
Tg
Piy=——7-—— 4.54
T T+ Te+Th (4:54)
3. to pass from the second well to the first well :
T
Prgy=——7—- 4.55
T T AT+ Ty (4.55)

Ty (resp. Ty) stands for sum of the transmission coefficients related to any decay from the
first well (resp. the second well) without passing through any barrier. Hence the fission
probability is obtained by

Py = P Piss + Pon(PioiPon) Pros + - (4.56)
> PP
= PP S (Froaba)” = T2R R (450

n=0

Finally, the probability that the nucleus undergoes fission from an initial state located in
the first well is [79]
TaTp

P = .
T Ty + T)(Ta+ T+ Th) — T2

(4.58)
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From this, an effective or equivalent fission transmission coefficient 7t can be defined so
that it can be used in a “first well” Hauser-Feshbach formula. It is defined such as

o 5+ 1y '
which leads to
TYTAT,
Tea 1Lalp (4.60)

B TaTy +T1(Ta+ T + Th) '

If no absorption or particle emission is considered in the second well (i.e. Ty = 0), the
equivalent fission transmission coefficient becomes

eq __ TA TB

= —\ 4.61
f TA + TB ( )

This expression is usually used for “first well” Hauser-Feshbach calculation, i.e. a calcu-
lation leading to a fission cross section that can be expressed as

eq
Tf

S S 4.62
7+ T ( )

Onf X

The derivation of the T;? expression shows why it is not normalized to unity. This property
leads to different asymptotic plateau values in both fission cross section and fission decay
probability calculations [80] depending on the chosen number of barrier humps. This is
illustrated in Fig. 4.11 where it can be seen that the plateau value of the transmission
coefficient plateau is approximately halved!?.

1 —
0.8} |
0.6 |- |
E‘T -------------------------
04| |
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,;J/_ ot Teq
| r..—JT-—-"'"“ |
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46 48 5 52 54 56 58 6 62 64 66 68 7
E* [MeV]

Figure 4.11 — Effect of the uncorrelated Hill-Wheeler hump model (7°%) on the transmis-
sion coefficient plateau value. The Cramer-Nix and single-humped Hill-Wheeler models
are also shown for comparison.

13The precise effect of the reduction depends on the choice of the barrier parameters (heights and
curvatures).
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4.6.3.2 Transition States

The plateau value can be restored by addition of transition states [80,81]. These transition
states were introduced by Bohr and Wheeler [81,82] to account for the states of internal
excitation of the nucleus as it passes the barrier. They where later characterized [83] in
terms of coupling between collective and individual degrees of freedom in the picture of
the “cold fissioning nucleus”. In the vicinity of the hump maximum, the total energy E*
that is available for deformation can be reduced because some energy Fi, is drained out
by discrete intrinsic excitation. The deformation energy Fq.¢ is constrained by the energy
conservation

E* = Byt + Bt (4.63)

This property can be understood as if there were many way of crossing the barrier. The
total transmission coefficient for the barrier X is

TY(E) =) T{.(E*), X€e€{AB}, (4.64)

C|J7r

where the sum runs over the possible transition states ¢, these being significantly different
from the PR-matrix channels. The transmission coefficient related to a transition state ¢
is given by Eq. 4.46 with an energy shift

. — (B =N\
TL (B = {1+exp <27TVX 7<7WX GXC))} , (4.65)

where Vy is the height of barrier X, hwx,. is the barrier curvature energy and ey, is
the intrinsic excitation energy. In practice hwy., Vx and ex. are adjustable parameters.
Transition states are not channels in the sense of the SA-matrix theory but they are used
to reduce the tremendous number of $R-matrix channels related to fission. In practice the
transition state energy ex. is calculated as part of a rotational band. The rotational band
is characterized by a band-head energy, and by two quantum numbers: the band-head
parity 7 and the quantum number K. This latter is the magnitude of the projection of
the total angular momentum .J on the nucleus deformation axis'*. For a barrier hump
X, a band-head energy can thus be written EX", a transition state related to the J™
quantum numbers and related to the band-head EX" would be given by

J(J+1) - K(K+1)

o= B + -

(4.66)

where [y is the moment of inertia of the nucleus for a deformation corresponding to the
hump maximum.

4.6.3.3 Ersatz Solution for Intermediate-Well Fluctuation

The presence of an intermediate well should create fluctuations in the overall tunnel-
ing phenomenon. The uncorrelated Hill-Wheeler barrier model does not reproduce such
fluctuations (regardless of the addition of transition states). As energy gets close to a
pseudo-eigenstate of the intermediate well, the transmission is amplified and, even if en-
ergy is below the barriers heights, one can observe (assuming ideal experimental energy

4The quantum number K is a good quantum number only for axially symmetric shapes.
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resolution) an amplified overall transmission coefficient. This model deficiency is, in prac-
tice, compensated by adding local enhancement factors [84]
) .

()

where fy is 1 if £ € [Ey = 'y/2] and 0 otherwise. However, this method, which uses
phenomenological parameters, leads to issues mentioned in the introduction, in particular
it lacks of predictability for the Ey and I'y class-Il parameter values. To be able to predict
new data, attempts are made to connect model parameters to quantities obtained from
less phenomenological approaches. For instance, the barrier heights and width can be
obtained from underlying HFB calculations [85]. Yet, in the approach of Ref. [85] the
fission transmission coefficient is still obtained using uncorrelated Hill-Wheeler humps.

4
Ty + 1R

E- B
Tp/2

4
Ty + 1R

Fap(B)=1+ Y

class 1T

fu(E)  (4.67)

4.6.3.4 “Classical” Fission Treatment in CONRAD

As a final step of the upgrade of the CONRAD code that has been achieved during this
PhD work, the “usual” treatment of the fission transmission coefficients was also imple-
mented (i.e. Hill-Wheeler transmission coefficients supplemented by transition states).
A comparison was made with the TALYS code for both ***U(n,f) and **’Pu(n,f) cross
sections, the results are shown in Fig. 4.12.
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Figure 4.12 — Test of the fission cross section model implemented in CONRAD by com-
parison with TALYS on the (***U +n) and (**°Pu + n) systems.

The differences between code results for the fission cross sections are larger than for
the other partial cross sections detailed in the previous sections. The reason was found
to lie in the numerical integration related to the transition states. Just like the gamma
transmission coefficient (given by Eq. 4.23) that is a sum over discrete states plus an
integral over a “continuum” energy range, the fission transmission coefficient expression
can be split on the same ground, namely

7*

cont.
EX

TE(E) = ) Te(EB)+ | deT¥ (e)px(Jom,e),

discrete states ¢

(4.68)
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where 77" (€) is the continuum extension of Eq. 4.65, px is the transition state density
related to the barrier hump X and E{™ is the continuum lower boundary energy. It
was found, just like for the gamma transmission coefficient Eq. 4.23, that most of the
remaining differences between the CONRAD and the TALYS calculations are related to

the numerical computation of the continuum integrals.

4.7 Summary and Remaining Limitations of the Code

4.7.1 “CONRAD 2.0”

Deep modifications have been brought to the CONRAD code in terms of “high energy”
cross section modeling. These modifications and implementations mainly consist in:

e A generic Hauser-Feshbach engine able to be rapidly extended to new models and
new reactions.

e A brand new coupled channel optical model that could be more easily upgraded
than the ECIS legacy code.

e Generic transmission coefficients for neutron-related reactions (i.e. elastic and in-
elastic compound scattering).

e A customizable gamma transmission coefficient relying on the COOL library nuclear
physics models (e.g. level densities and gamma strength functions).

e A shape inelastic DWBA model, inspired also by the ECIS code and the TALYS

standard route (first order vibrational model for uncoupled levels).

e Standard fission transmission coefficients using the Hill-Wheeler and Cramer-Nix
approaches.

These developments where made by generic programming'® allowing the code to keep
evolving with further new models and new reactions. All these upgrades have been in-
troduced in the CONRAD code, which make them readily usable as tool for complete
evaluations (i.e. adjustment on experimental data with production of accurate variance-
covariance data).

4.7.2 “CONRAD 2.0-beta”

However several shortcomings remain and prevent from the covering of the whole eval-
uation range [0,20 MeV]. These limiting points are yet quite acceptable for the present
study concerning fission-dedicated models. The further limitations are:

e No continuum inelastic scattering is considered. The “continuum” term refers here
to the excitation energy domain of the residual nucleus (i.e. after re-emission of the
incident particle) that cannot be described by experimentally known low-lying levels.
This is not a serious gap to fill because the treatment is similar to the one involved
for gamma transmission coefficients and fission transition states'®. However in the

15This “spirit” was already present in the TALYS code that has been a precious help for the work
presented in this chapter.

16 A slight difference with respect to gamma of fission reactions lies in the direct inelastic cross section
treatment in the continuum.
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presented applications it is the first limitation to be encountered as calculations are
made with increasing incident particle energies. It is this limiting point that defines
the high energy border in Fig. 4.12.

e No deformed spin-orbit coupling is yet possible in the new coupled channel optical
model.

e No charged particle emission is yet possible. This is no serious gap either because
the optical models implemented in or driven by CONRAD can treat Coulomb in-
teraction, but the related channels must be properly managed.

e The most sever change that should be brought to the code, so that cross sections
can be evaluated to higher energies, is the treatment of multiple chance reactions
(two-steps or more). These would mostly consist in as second chance fission (n, nf)
and (n,yn) reactions, then to reactions involving charged particles and multiple
neutrons emission.

e Finally for quite high energies, a new phenomenon starts to play a significant role.
The compound nucleus hypothesis becomes less and less valid as incident particle
energy increases. A pre-equilibrium model would be necessary as the probability
of particle emission prior to reach the compound nucleus state increases at higher
incident particle energies are reached.

To conclude this chapter, it should be stated that the vast modifications brought to
the CONRAD evaluation code make it usable in the low energy part of the statistical
energy range. Despite the remaining limitations of the code, preventing from performing
evaluations over the whole energy range [0,20 MeV]| of reactor physics, the code can
be used to test new approaches of fission cross section evaluations for neutron incident
energies up to 1 MeV for actinides. These new approaches will be detailed in the two
following chapters.
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Chapter 5

Implementation and Verification of
Macroscopic-Microscopic Models

Chapters 3 and 4 showed that the fission barrier shape is a key requirement for the fission
cross section models. Such barriers can be obtained by studying Potential Energy Surfaces
(PES). These PES represent the nuclear deformation energy with respect to multidimen-
sitonal coordinates ¢ that describe the shape of the nucleus. A long-standing macroscopic-
microscopic model has been implemented to calculate these PES: the Finite-Range Liquid-
Drop Model (FRLDM) that is presented in this chapter. The FRLDM is composed of two
parts (macroscopic and microscopic) that will be detailed. The necessary verification and
validation of the newly implemented program will also be presented. Finally, insights are
given about the computational methods that have been set up during this work to make
this model computationally fast enough to meet evaluation requirements.
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5.1 General Macroscopic-Microscopic Approach

The quest for relevant Potential Energy Surfaces (PES) has been a long-term effort in
nuclear physics. These surfaces can be in turn used for deriving fission transmission co-
efficients that are can be used in a Hauser-Feshbach for the calculation of average fission
cross sections. In the present study, the Finite-Range Liquid-Drop Model [12] (FRLDM)
has been selected to provide these PES. This macroscopic-microscopic model is composed
of two sub-models: the macroscopic and the microscopic parts. In the macroscopic model,
the nucleus is regarded as a homogeneous liquid, whereas in the microscopic model, nu-
cleons in the nucleus are considered as individual particles.

Even if macroscopic models can be used to describe the overall behavior of nuclear
masses throughout the periodic table, some discrepancies remain. These are due to quan-
tum mechanics-related phenomena that cannot be taken into account in the macroscopic
approach. For specific numbers of neutrons or protons, the nucleus is more tightly bound
than other nuclei having similar numbers of nucleons. This effect occurs for numbers
known as the magic numbers: 2, 8, 20, 28, 50, 82 and 126. This specificity comes from
the fact that bound nucleons have discrete energies, which cannot be rendered by the
homogeneous liquid picture.

Solutions were proposed to account for the microscopic (quantum mechanics) effects,
see for example Ref. [86], but these were based on an analytical expression relying on
adjustable parameters. The macroscopic-microscopic method became widely used after
Strutinsky introduced a quantitative method [15,87| to calculate the microscopic cor-
rections using single-particle levels as a starting point. It is this macroscopic-microscopic
model that has been selected for the present study to obtain the required PES. The macro-
scopic deformation energy Fiaco describes the overall energy of the nucleus as it deforms.
The microscopic model is used to provide single-particle orbits (1;, ¢;). From these orbits,
corrections can be extracted in order to account for the discrete nature of the nucleons
inside the nucleus. The microscopic corrections are calculated independently for neutrons,
Ericron and protons Eicrop- The macroscopic-microscopic “deformation energy” Edet ig
finally obtained as the sum of these three components

Edef = Emacro + Emicro,n + Emicrqp . (51)

Microscopic corrections are composed of a shell correction d Egon and pairing correction
0Eair- For instance, the neutron microscopic correction is given by

Emicro,n - 5Eshell(n) + 5Epair(n) . (52)

The general scheme of the macroscopic-microscopic approach, shown in Fig. 5.1, can be
summarized as:

1. Selecting a parameterization for the nucleus shape. For instance the shape can
be defined as a “geometrical” function p(z) or 7(6) (defined here in the cylindrical
coordinate system) relying on a set of parameters ¢.

The ¢ parameters are only involved in the p(z) or r(#) expressions.
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2. Calculating the macroscopic energy according to the model described in Section 5.2
using the selected shape.

3. Generating an average potential for both neutrons and protons using the selected
shape, then computing the related wave functions with the microscopic model de-
scribed in Section 5.3.

4. The corrections due to the discrete energy levels of nucleons are computed and
added to the macroscopic energy. This point will be developed in Section 5.4.1.

Deformation Zero-vibration

inertia -point energy

Deformation
energy
Edef —

Shape acr - Enacro +

parameterization JpiEtass 6Eshell(n,p) +
(j — /)(Z> 6Epair(n,p)
r(0) :
correction
6Eshell
Microscopic .
model Pairing
. afy. correction
EZ 9 () SE
0 Lpair

Figure 5.1 — Macroscopic-microscopic general scheme.

The first step of the macroscopic-microscopic approach is the definition of the nucleus
shape. In this approach, the shape of the nucleus is not an output of the model but an
input. To study the evolution of the shape of a fissioning nucleus, one would need to
compute the nucleus energy for many deformations (or shapes), then to track back which
shapes are relevant for the study. The notion of shape is rather abstract. To “quantify”
a shape, a parameterization is used. This parameterization would connect a given set
of shape parameters to a geometrical function, for instance p(z) or r(#). In the present
study, only axially symmetric shapes are studied.

In case of diffuse-edge shapes, the geometrical functions p(z) and r(#) are the gen-
erating shapes. For diffuse-edge shapes, nuclear matter density must be handled instead
of sharp-edge volume. However the geometrical functions can be used as folding func-
tion to obtain the desired structure of the nuclear matter density. This leads to nuclear
matter density having spacial features similar to the geometrical folding functions. Hence
parameterized geometrical shapes can still be used for diffuse-edge calculations.

Several parameterizations have been used for macroscopic-microscopic studies. In
Tab. 5.1, some properties of the parameterizations used in the present study are summa-
rized. More details related to shape parameterization are given in Appendix B.1.
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Table 5.1 — Characteristics of the shape parameterizations used in the present work.

Parameterization name  Type degrlj;sncl)?efieoefdom Parameter names
Legendre Polynomials®  r(0) 1..00 B2,33,...
Hill-Wheeler r(0) 1 fissility y
Perturbed Spheroid® r(0) 1..5 €9, €3, €4, €5, €g
Generalized Spheroid” p(2) 2.3 ¢, h,a
Three Quadratic Surfaces p(z) 5 Q2, 0g, €11, Ep2, d

2A generalization to axially-asymmetric shapes exists.

5.2 Macroscopic Models

In this section, the macroscopic model will be detailed. The basic idea is to consider the
atomic nucleus as a liquid whose properties are solely due to collective average behavior of
nucleons. This model was first proposed by George Gamow [88] then fully theorized into its
more final and mature form by Carl Friedrich von Weizséacker in 1935. Several refinements
have been introduced since — that will be presented in the following — and yielded to
the current macroscopic model composing the FRLDM. Not all these refinements would
have eventual effects on the PES that will be used later in the calculation of average
fission cross section. Indeed some of these refinements have no dependence on the nucleus
shape and thus only leads to uniform shift in the PES energy. The PES used in this
study are “shifted” so that the zero-deformation energy corresponds to the ground-state
shape. These shape-independent features must yet be implemented in the code so that the
program can be verified against published tables and validated with experimental data.

5.2.1 Historical Semi-Empirical Bethe-Weizsacker Formula

An easily measurable manifestation of nuclear properties is the nuclear binding energy.
Systematic differences were measured between masses of nuclei and the sum the separated
nucleon masses. For a given atom with Z protons and N neutrons and of mass M (Z, N),
the binding energy B(Z, N) is given by

B(Z,N) = ZMy + NM, — M(Z,N), (5.3)

where My is the mass of a hydrogen atom!, and M, is the mass of a neutron. The
binding energy or mass defect is the result of the existence of a strong attractive force
acting between nucleons and counteracting the repulsive Coulomb interaction between
protons. The positive sign of the binding energy (as defined above) means that the
corresponding system of nucleons is more stable if nucleons are gathered into a small
region (the nucleus) than separated. One of the pioneering attempts to understand nuclear
energy was modeling the nuclear binding energy. It yielded the famous Semi-Empirical
Bethe-Weizsécker formula [13, 14]

Z* (N —2Z)?
AL/3 A
where A = Z+ N is the total number of nucleons. Even though more sophisticated models
exist today, the physical meaning of the formula terms are still quite relevant.

B(Z,N) = ayA — agA*? — a¢ —6(Z,N), (5.4)

'As M(Z,N) is the atomic mass, the mass of electrons and the related electronic binding energies
must be removed. This is done by using the hydrogen atomic mass instead of the proton mass.
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The first term, known as the volume term, stands for the existence of an attractive
force between nucleons and thus has a dependence on the total number of nucleons A.

The second term, called the surface term, stands for the fact that nucleons in the
surface region of the nucleus have less neighbors to interact with and thus reduces the
first term proportionally to the nuclear surface area (which is proportional to A%/3,
assuming a spherical shape of the nucleus).

The third term is also negative and results from the Coulomb interaction between
protons. It is given by the Coulomb energy of a uniformly charged sphere of radius
proportional to A/3.

The fourth term, known as the asymmetry term, is related to the quantum nature
of the nucleus. Nucleons can only occupy discrete energy levels. The system energy
is the sum of the energies for all occupied states. Because of the Pauli exclusion
principle, only two nucleons can occupy a given level. If protons and neutrons were
identical particles (as in the level scheme below), the system energy is obtained by
summing a large number of level energies. On the contrary, if they could occupy
states in different level schemes, only the low-lying levels are occupied and the
system energy is reduced. It is observed that for heavy nuclei this phenomenon is
less effective (due to the reduction of energy gap between levels and/or higher level

degeneracy).
—_——
——e— _—
——o— o—o —
) ) ——o—
Identical particles scheme Proton scheme Neutron scheme

e The last term stands for the pairing interaction that tends to strongly bind nucleons
pairwise (protons with protons, neutrons with neutrons) as pairs of nucleons in time-
reversed orbits?. This term introduces changes between neighbor nuclei but has a
limited effect on mass formula except for very light nuclei. Its main Z and N
dependence is given by:

+09, Z and N even
5Z,N) = 0, Aodd (5.5)
—d0p, < and N odd

Figure 5.2 shows the effect of successive addition these five terms for the binding energy
per nucleon. Experimental data are taken from Ref. [90]. For each mass number A, only
the most stable nuclide of the isobar family is considered. The addition of the Coulomb
term leads to saw-tooth shape structure that are only due to the fact that for the volume
and surface term there is no dependence on Z. It may seem that all terms are required
to get a proper match with experimental data, however one has to keep in mind that the
present parameters are fitted so that the whole formula gives proper results. One would

2Unless magnetic field is effective, neutrons and protons levels are — at least — doubly degenerate. They
can be more degenerate, for instance in case of spherically symmetric field with no spin-orbit coupling.
The two nucleons of a doubly-degenerate level have identical quantum numbers except for the quantum
number related to the projection of their total angular momentum. These are identical in magnitude but
of opposite sign. Two nucleons in the same doubly-degenerate level are said to be in time-reversed orbits
because of the symmetry of their related wave functions under time reversal [89).
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have obtained different parameters while fitting data with a mass formula containing
less terms. Omne can see that despite the agreement on the global trend of the curve,
some structures are not reproduced. Discrepancies occur for isotopes having a number
of neutrons or protons close to the so-called “magic number”. 2, 8, 20, 28, 50, 82 and
126. For very light isotopes large differences are visible, however one can consider that
the global approach of the “liquid drop” concept for the nucleus becomes increasingly less
accurate with decreasing number of nucleons. However, for medium and heavier nuclei
shell effects tend to organize nucleons in such a way that less energy is required to gather
nucleons. Some residual peaks are present on the curve around '38Bag, and '35Ceg, and
around the doubly magic nucleus %5Pb,,s. These structures cannot be reproduced by
“smooth” curves such as those used in terms of Eq. 5.4. For lighter isotopes near $5S,, or
SeSTs,, structures are also visible although because the gap between magic numbers 8 and
20 is smaller than between 126 and 82, shells are more difficult to distinguish.

208
82PP126

B(Z,A)/A (MeV)

eV — V45
5 V4+S+C == V+S+C+A | -
—_— Exp.

0 20 40 60 80 100 120 140 160 180 200 220 240
A

Figure 5.2 — Binding energy per nucleon also known as the Aston’s curve. The different
contributions of the Bethe-Weizsdcker formula are shown as successive addition of its
terms: Volume (V), Surface (S), Coulomb (C) and Asymmetry (A). Experimental data [90]
(Exp.) are also shown (for each isobar family only the most tightly bound nuclide is
considered). For readability the pairing term is not shown. Some of the nuclides with
“magic numbers”, for which shell structures occur, are shown in format 4X, with magic
numbers written in bold red.

An early correction of the formula was introduced to include Pauli exclusion principle
in the calculation of the Coulomb energy term. It yields [14]

72 9 1/3 Z4/3
A3 D (287T2) AlL/3
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5.2.2 Liquid Drop Model

To obtain the Bethe-Weizsécker Formula (Eq. 5.4), the nucleus is seen as a homogeneous
sphere of radius proportional to A/3. However there is no a priori reason for the nu-
cleus to be spherical. Additionally, when nuclear reaction such as fission are studied, it
is interesting to let the nucleus shape evolve. A straightforward extension of the Bethe-
Weizsécker formula is the Liquid Drop Model (LDM). In this model the nuclear matter,
following what scattering experiments of that time indicated, is assumed be a homoge-
neous (uniformly charged), incompressible liquid. Additionally, nuclear matter is assumed
to be contained within a sharp-edge surface characterized by an arbitrary shape ¢. Eq. 5.4
becomes

72 (N — 2)?

B(Z, N) = ClvA — asBs(@AQ/g — ach((j’)m — GAT

—0(Z,N). (5.7)
The surface term Bg is the surface area of the nucleus, the Coulomb term B¢ is the
Coulomb energy of the related liquid. Both terms are normalized to the related value for
a spherical nucleus having the same volume. The radius R of such a spherical nucleus is
proportional to A'/3 and can be written as

R =ryAY? (5.8)

where 7y is a model parameter that can be estimated from electron-nucleus scattering
experiments. For the surface term one obtains

Bo(@) = g [ 5. (5.9

S

where d?9 is the surface element. For the Coulomb term one has:

3 €2 4 Bl //
ac = ¢ an
C 5 471'607“0 C 327T2R5 Hrl _ 702” ; (510)

where ¢, is the vacuum permittivity.

This classical Liquid Drop Model was later modified to take into account several
refinements, such as the surface diffuseness. These refinements led to the Finite-Range
Liquid-Drop Model (FRLDM) that is presented in the following section.

5.2.3 Finite-Range Liquid-Drop Model
5.2.3.1 Finite Range of Nuclear Forces

The actual nucleus surface is not sharp but has a certain diffuseness, hence the charge
density has also a diffuse-edge aspect. For instance, the sharp-edge charge density ps ap
is defined as

e reV
-
Pt () =< ixRs , (5.11)
0 ,FegV

that is used in the Coulomb term calculation must be replaced by a diffuse-edge charge

density pdf.
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Swiatecki and Myers refined the mass formula by inclusion of the surface diffuseness
in the calculation of the Coulomb energy [91,92]. This diffuseness was modeled using a
Wood-Saxon form for the nuclear matter density. For the charge density it becomes

Ze 1
7TR3 14 en/d’

P (7) = (5.12)
where d is a “skin parameter” and n is the distance between the point at 7" and the surface
of the nucleus. The skin parameter characterizes the diffuseness range of nuclear matter
density at the nucleus edge. The correction term to the Coulomb energy for the surface
diffuseness is defined as the effect of the density change pdff — pscharp on the Coulomb
energy. This correction term is then added to the usual sharp-edge term. Swiatecki and

Myers defined the surface diffuseness Coulomb correction term d F¢ as

o= [ Sl - V). (513)

[ee]

where V(7) is the Coulomb potential created by the sharp distribution. Using a first-order
Taylor expansion of the Coulomb potential and applying the Gauss theorem they found

§Ee = —4nZe / dn - nfplT(F) — g (] (5.14)

—0o0

where n is the normal distance between 7" and the sharp surface. To first order in % it
yields:
b= ————7— . (5.15)

Later, Davies and Nix derived an exact formulation of the Coulomb term for a diffuse-
edge shape [93]. Instead of the Wood-Saxon density they used a Yukawa-folded density

defined as ~ I =r2ll/
. Ze L emimmmle
diff / = 3_)
_ Ze [ 5.16
pe () sTR? / “dnad |7, — ) /o’ .
v

where a is the range of the Yukawa density. Its meaning is closely related to the skin
parameter d. In this expression, integration is performed over a volume V' circumscribed
by a surface, defined by a generating shape. This generating shape can be defined as
a sharp-edge shape with a parameterized geometrical function p(z) or r(6). But the
generating shape must not be understood as the actual sharp-edge surface of the nucleus,
since in the present case the nucleus has a diffuse surface. Yet this generating surface
is used to fold a nuclear matter density model (such as the Yukawa-folded density) that
will reproduced the features of the generating shape on the density. The exact Coulomb
energy term can be calculated as

/ [ R . .17

|71 — 2”

In the case of the Yukawa-folded charge density, it yields [94, 95|

P =7\ _ymor
E 14 -t 2l IF1=72ll/a ) 5.18
°” ( n33> //um—mn( ( 2. )¢ (518)
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In parallel Krappe, Nix and Sierk [96,97] included diffuse-edge shape in the calculation
of the nuclear energy term. They also used a Yukawa-folded model and replaced the
Bs(q) A3 term by

—lFi—72ll/a 2
[§ To
= 4’7 S—A. 5.19
Es(@) = 87r27“0a4 // ||T1 —T5|/a * 3a (5.19)

This expression presents several advantages: it makes the nuclear energy term less sen-
sitive to high multipole wriggles on the nuclear surface. It also leads to an attractive
contribution when used to model heavy ions collisions. It removes excessively high surface-
energy contributions from the neck region of nuclei at scission when the size of the neck
is of the order of the nuclear interaction range. Finally it is readily appropriate to any
types of shape. The last term in the expression is present so that for spherical nuclei and
for a/ry < 1, one obtains the usual Liquid Drop Model term:

2 2
Es(=10) =A% - % 4 (A1/3 + 3) exp (—2@A1/3> —— AP (5.20)
g 70 a a/ro—0

5.2.3.2 The Yukawa Plus Exponential Formula

Later again Krappe et al. [98] showed that this formulation in terms of Yukawa-folded
potential has two deficiencies. The first issue was that the Yukawa range a, required
to obtain suitable heavy-ion interaction barrier-heights, was incompatible with the one
obtained from heavy-ion elastic scattering analyses. The second issue raises when one
considers the (Yukawa-folded) interaction energy between two semi-infinite nuclear matter
slabs. Krappe showed that the interaction potential between slabs Ej is

as

By = —s—5e /%, (5.21)

2
2mrg

where s is the distance between the slabs and ag characterizes the strength of the inter-
action. It happens that this interaction energy is not minimal when slabs are touching
(s = 0). One can get rid of this feature by considering a potential given as the difference
between two Yukawa-folded functions:

Eint = Eint,l - Eint,? . (522)

However one has now to deal with four parameters (two ranges a and two strengths ag).
The minimum of slab interaction energy is obtained by the condition

aEint,l - Eint,Q
0s

=0, (5.23)

s=0

where indices 1, 2 stand for the two Yukawa folding functions. This condition, also known
as the saturation condition, yields

ds1 _ 3s2 (5.24)
aq a9 ’ ’
If one writes the effective strength ag as
as = as; — as2, (5.25)
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one gets the relations

asaz

asi = and ags = (5.26)
a; — o a; — a2
Hence the interaction energy can be written
ag aje”¥/" — ages/e2
By = ——>_ 2 2 (5.27)

271'7’8 a; — as

Heavy-ion scattering experiments suggested that both Yukawa-folded functions have sim-
ilar ranges (a; ~ ag). In the limit case a; — as, one has

a58

2712 da

By = ae*/?. (5.28)
The generalization to arbitrary shape comes by the differentiation of the first term of
Eq. 5.19 with respect to a:

1 7o —lr—r2ll/a
Es(q) = —//dgfldgfz (—||7”1 mll _ 2) R — (5.29)
1%

822 a 171 =75l /a”

It can be noted that, in the case of spherical nuclei, this term becomes

Es(=10) = {1 —3 (%)2 + (g + 1) [2 +35+3 (%)Q] e_R/“} A23 . (5.30)

In the limit of zero range of nuclear forces and no diffuse-edge of the nuclear surface
(a = 0), one gets again the usual Liquid Drop Model term A%3. However it can be noted
that, in the opposite case a/rg ~ 1, the second term of the equation leads to a term that is
not associated with any power of A (also known as A° terms). This leads to include an A°
term in the mass formula that appears to have a significant effect for mass tabulation [94].

5.2.3.3 Proton Form Factor

In the calculation of the Coulomb energy, one assumes that the nuclear charge is homo-
geneous within the nucleus. The Coulomb energy between two elementary volumes d°7;
and d*7 , in the sharp-edge case, is given by

(5.31)

8 <Ze)2 R d>F,
C =

V) lr =7l
In this expression, the potential at a point 7} created by a charge density Ze/V at point
Ty, can be easily recognized. However scattering experiments showed that protons have
a finite-range radius and that the related proton charge distribution is exponential [99].
The effective potential between two protons is [100]

2 11 3
V() = et [1 —e™" (1 + gt —z+ —x3)] : (5.32)

|71 — 75|

where © = 12||7} — 73| /rp, and 7, &~ 0.8 fm is the proton r.m.s. radius. From that
potential, a correction to the Coulomb energy that takes into account the “shape” of
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protons can be calculated. This proton form factor correction energy AE, g is given
by [94]

1r2e* [145 327 1527 2
AByp = =2 | — — ———(kprp)? + ——— (kprp)* + ... | = 5.33
it =T8T {48 2880 F¥7e)” + Topag00 FeTe) | T (5:33)
where kp is the Fermi wave number given by
1 (9rz\'/*
kp=—|— . 5.34
¥ To < 4A ) ( )

The proton form factor correction is assumed to be independent of the deformation.

5.2.3.4 Binding Energy of Electrons

The mass model parameters are often adjusted on experimental atomic masses. Hence
the mass of electrons is removed to obtain the nucleus mass. Additionally the binding
energy of electrons Bej(Z) must also be removed. Foldy suggested [101]| that the binding
energy of electrons can be written as a function of powers of Z:

Ba(Z) =15.7327% &V (5.35)

Seeger seems to have been the first to include this correction [102,103] in atomic mass
models. He used:
Ba(Z) = 14.332%% eV (5.36)

More recent estimations [104] suggest:
Bo(Z) = 14.43812%% 4+ 1.55468 x 107°2%% &V (5.37)

It should be noted that if one uses this formula for the electron binding energy, the atomic
mass of hydrogen My should not be used anymore but must be replaced by the masses
of the proton and electron. Indeed in Eq. 5.3, My = M, + M, — Bq(1), where By(1) =
13.6 eV. This electron binding energy correction is very small compared to the nuclear
binding energy. The related parameters are not adjusted with other mass parameters but
obtained from dedicated adjustments on ionization energies. This correction is introduced
so that adjustable parameters are not falsified by the fitting process.

5.2.3.5 Neutron-Proton Asymmetry terms

Studies of neutron and proton densities in nucleus [105] led to consider that the difference
in the neutron and proton ‘“effective radii” should be taken into account in the mass
formula as an asymmetry component in the surface term [92,94,106]. The asymmetry
term ap(N — Z)?/A = aal?A of the Bethe-Weizsiicker formula 5.4 can be regarded as a
similar effect but for the volume term. Hence ag should be replaced by cg = ag(1 — rsI?),
where [ is the relative neutron excess: I = (N — Z)/A. Similarly ay can be replaced by
cv = av(1 — kyI?) and the asymmetry term aa(N — Z)?/A can be dropped. The new
parameters ag, av, ks and ky must be adjusted on experimental data.

It was first considered that this treatment of asymmetry was good enough to include
all asymmetry effects. However Negele [100] argued that the unexplained failure of the
mass formula to reproduce mass difference between mirror nuclei *'Sc and *'Ca was due
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to a small asymmetry in the nuclear force [94|. To first order, this effect was included by
a charge-asymmetry energy AFE, given by
Z? — N?
AEA :CAT :CA(Z—N>, (538)

where ca is a new adjustable parameter.

An other failure of the mass formula is visible for light nuclei having Z = N [92|. This
effect cannot be explained by usual shell or pairing effects [107| and led to the inclusion
of an additional term called the “Wigner term”, defined by

EWigner = (’[| + d)W, (539)

where

(5.40)

1/A, Z and N odd, and Z = N
d= .
0, otherwise

The d term is justified experimentally [108].

5.2.3.6 Pairing Effects

In the early Bethe-Weizsdcker formula, the pairing term makes no distinction between
pairs of neutrons or pairs of protons. An extension of this approach may consider different
pairing forces between neutrons and protons [109]. This approach includes nevertheless
a ‘residual interaction” between an unpaired neutron and an unpaired proton that leads
to bring more stability than if one considers protons and neutrons as non-interacting
systems. This last refinement leads to a pairing term §(Z, N) defined as

Ay + A, = 6np, Zand N odd,
_ Ap, Z odd and N even,
02, N) = A, Z even and N odd, (5-41)
0, Z and N even.

Here the average pairing gap parameters A, and A, and average residual interaction dy,
are given by

A rBs i
Ap = Z1/3e+ ¢ s
A rBs e
Av= e (5.42)
h
5np = 5 A9/3>
Bg A2/3

where By is defined by Eq. 5.9. Parameters r, s, t and h are to be adjusted on experimental
data. An extensive study of pairing models, comparing macroscopic, BCS and Lipkin-
Nogami models, was performed by Méller and Nix [110] and concluded that no real benefit
is obtained by varying ¢ and s parameters. Hence the final parameters retained for the
average pairing terms are h and r, both parameters s and ¢ are taken to be zero.

5.2.4 Summary and Effect of Deformation

The global expression of the macroscopic energy of the finite-range liquid-drop model,
EERLDM (7" A7), is obtained by gather all features presented here-above. The expression

macro
of the atomic mass in the macroscopic model is given by [12]
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EFRLDM(7 A §) = MuZ + M,N

Z2
—ay(1 — kyI®) A+ as(1 — ksI?) By (7) A% + f(k’]:‘?“p>7
4/3

Z?
+ CLOAO + C1——

AL/3 Bs(q) — C4 17 ca(N = 2)

Ay + A, = 6up, Z and N odd
1 A,, Z odd and N even 9.3

W (m * Z(SZN(SZOdd> + A, Z even and N odd aaZ™" . (543)
0, Z and N even
where 25

3 € 5 3
== d == = ) 5.44
“75 dmegr andamga <27r) (5.44)

The expression of the shape-dependent terms in Eq. 5.43, By and Bs, are, as stated
previously given by

A-2/3 |7 — 7’2H e~ lIT1=2[l/a
By ( B | By (2 - 5.45
i ~ 822 a4/ / ( ) |71 — 7| /a’ (5-45)

15A475/3 1|7y — 72| o
_ 437, 14— 20 erlf-mell/eaen| (546
Bla) = 327r'r’o/ /Hn—mu (*2 ) 240

In the present study, the model parameters are not adjusted, their values can be found
in Ref. [12].

In Fig. 5.3, the deformation energy of ***Pu obtained using the macroscopic FRLDM
energy is shown, as a function of the deformation, using the Hill-Wheeler shape parame-
terization (c¢f. Eq. B.4 of Appendix B.1). It can be seen that the calculated ground state is
spherical (y = 0) and that the fission barrier has a single hump. The barrier height seems
quite low (less than 4 MeV), yet it should be kept in mind that the macroscopic parameters
used here are those of the macroscopic-microscopic model. These parameters have been
adjusted to reproduce experimental data (masses) but using the macroscopic-microscopic
model, not the macroscopic model alone. A similar calculation with the macroscopic-
microscopic model would lead to more realistic barrier heights (about 6 MeV) and also to
a non-spherical ground state. It is also this latter unsatisfactory feature of the macroscopic
model that historically led to introduce the macroscopic-microscopic model.
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Figure 5.3 — Macroscopic deformation energy of the FRLDM using the Hill-Wheeler shape
parameterization for 2°Pu.
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5.2.5 Macroscopic Model Verification

In the FRLDM macroscopic expression (cf. Eq 5.43), few terms need specific numerical
verification, it only relates to the By and Bj terms that depend not only on the considered
isotope but also on its shape. A macroscopic shape-dependent term, Bg is used in the
microscopic shell correction that will be detailed later in this chapter. The numerical
computation of this term must also be verified. The computation of the By, By and Bg
terms can be verified against sphere shapes (of radius R = ryA'/3) for which analytical
expression exists, Eqgs. 5.45, 5.46 and 5.9 become respectively:

BS(Jsphere) - 17 (547)
B (. )—1—3+(1+ ) 2+3+3 e 2 (5.48)

1\Gsphere) = x% Zo To xo ) :

5 3 9 7 7
B (js here =1l—-——= |: - = (1 +— 4+ =+ _) e—2yo:| ) 5.49
(G Y 8yo 4 200 ¥ 2u3 (549)
where s s
A A
Ty = o and yo = il : (5.50)
Aden

Additionally it can be noted that, depending on the shape parameterization, the shape
can be represented by two kinds of functions p(z) or r(6), thus two types of integration
methods must be implemented for By, Bs and Bs (Egs. 5.9, 5.45 and 5.46). For shapes for
which both representations are possible, the two integration methods lead to consistent
results.

5.3 Microscopic Models

An alternative way of considering the atomic nucleus is the microscopic approach, in which
nucleons are individually modeled in a quantum mechanics framework. This approach is
widely investigated with Hartree-Fock-Bogoliubov self-consistent methods. However the
following study will be limited to phenomenological mean-fields that will be later used in
the macroscopic-microscopic model. Additionally, only axially-symmetric shapes will be
considered.

In this approach nucleon properties are described by an independent-particle Hamil-

tonian H given by ) o

where the kinetic operator 7' can be written, using the cylindrical coordinate system
defined in Fig. 5.4, as

. h2 10 0 1 02 02
I=- (pap (pa—p) N @) ’ (5:52)

where m is the mass of a nucleon. In the following, a few different models for the potential
operator V will be discussed.

5.3.1 Nilsson Harmonic Oscillator Model and Basis Wave Func-
tions

A single-particle Hamiltonian that often appears in microscopic models is the Nilsson
Harmonic Oscillator model [111]. In this model, a spinless nucleon of mass m feels an
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Figure 5.4 — Definition of the cylindrical coordinate system.

average three-dimensional harmonic oscillator potential VHO defined as

- 1 . 1 . .
VHO — Emwixz + EmeyQ + §mw§z2 : (5.53)
where w,, w, and w, are the harmonic oscillator frequencies associated with the z, y and 2
axes respectively. In the case of axially symmetric potentials, one defines w; = w, = wy,
so that the potential V' simplifies to

1

5 1
VHO — §mwiﬁ2 + §mw§z2 : (5.54)

It is often convenient to introduce the following variable changes

n=—7=p and &= z . (5.55)

The kinetic operator T can thus be written as

. 1 0 0 1 02 1 0?
T=—hv, ([4— | n— -—— ) - chw,— . 5.56
2 ( on (nan) " 77&02} 270 (5:56)
Using variables n and &, the potential operator VHO can be written
Ho _ 1 1 2
V== 57%@7] + 571%5 . (5.57)
In practice, w, and w, are not chosen independently, the usual approach is to enforce

w?w, = w) to be independent of the harmonic oscillator “elongation”. The eigenfunctions
of the corresponding Hamiltonian H are defined by

Up,men(py2) = U (M)W, (§)Ua(e), (5.58)
where
1
Up(g) = Npeite, Ny=—,
A(SO) A A \/ﬁ
mw,]1 e 1
\Ifnz<€> = an [T] e 2 an(£)> an = W? (559)
2mw | Al g (A n,!
\IJA — NA L|n| NA _
n (77> za |: h :| 2 s (77)7 Ty (nr _'_ |A|>| Y
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and (n,,n,) € N, A € Z. Here H,,, and Llﬁ are respectively the Hermite and associated
Laguerre polynomials [48]. WU, ,. A is also an eigenfunction of the I, operator, which is
the orbital angular momentum projection on the deformation axis z, with eigenvalue A.
The eigenvalue €, ,, o associated with ¥,, ,_  for the Hamiltonian operator H is given
by .
2
One can easily see (from the modulus sign | |) that the energy level associated with €,_ . A
is always degenerate if A # 0. In this latter case two eigenfunctions with opposite value of
A are associated with the €,_,, A energy. Hence one can consider only doubly-degenerate
levels with eigenfunctions for which A € N*, with special care of non-degenerate eigen-
functions having A = 0. The eigenfunction ¥,, ,, o can be written in Dirac notation:

1 1
neinrit = hL (20, + [A] + 1) 4+ Shw(n, + (5.60)

U A = |nenA\) (5.61)

This type of potential may seem simplistic, however it is still widely used as a comput-
ing base in more sophisticated approaches. This point will be detailed in Section 5.5.1.

5.3.2 More Realistic Phenomenological Potentials

More realistic potentials have been introduced since. In the following, only phenomeno-
logical potentials will be presented, i.e. potentials defined by ad-hoc parameters, not
obtained from an effective nucleon-nucleon interaction. These parameterized approaches
can yet be used to produce shape-dependent potentials.

5.3.2.1 Average Scalar Potential

The most commonly used phenomenological potential is known as the Wood-Saxon po-
tential [112]. It has been introduced as an optical model interaction potential as described
in Section 4.3 of Chapter 4. The potential well felt by a nucleon is given by

Vo

VN - —m, (562)
where n(7) is the normal distance from 7 to the surface of the nucleus. Although this
type of parameterization could be used for deformed nuclei (n(7) depends not only on r
but also on f), another parameterization, known as the Yukawa-folded model, is more

suitable for arbitrary shapes. It is defined by

. Vo [ e~/
V= — B
NT e | = ja”

Vv

(5.63)

For protons, an additional scalar potential Ve resulting from the Coulomb interaction
must be added. It reads
~ Ze? a4’

Ve = . 5.64
TEE ) o .
14

Figure 5.5 shows an example of such potentials for neutrons and protons using the Yukawa-
folded model. The generating shape is defined using the three-quadratic surface param-
eterization (3QS) that is detailed in Appendix B.1. One can observe structures on the
well bottom for protons that do not exist for neutrons. They are due to long-range of the
Coulomb interaction.
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Figure 5.5 — Example of scalar mean potentials calculated by a folded-Yukawa model for
2361, Here a = 0.8 fm, V; ~ 45 MeV for neutrons and Vj ~ 60 MeV for protons. The
3QS generating shape used here (¢f. Appendix B.1), is symbolized by a solid green line
on plane V = 0.

The parameters used in the model are listed in Ref. [12]. The spherical-equivalent
radius definition is obtained from Ref. [113], the proton and neutron well depths are
taken from Ref. [87]. Finally the spin-orbit coupling strength is defined in Ref. [94] from
interpolation of experimental data fitting [114] in regions A &~ 160 and A ~ 240.

5.3.2.2 Spin-Orbit Coupling Potential

In addition to the mean scalar potential, a spin-orbit coupling potential V.o, must be
added in the Hamiltonian. In spherically symmetric potentials, this term is proportional

to S - E, where S is the nucleons intrinsic spin operator and L is its relative angular
momentum operator. However, for arbitrary shapes, a more general form of the coupling
potential must be considered, known as full-Thomas term [115]. It is given by

Vio. = —A (%)25 -V X 77—?:, (5.65)
where ¢ is the Pauli spin vector
Oy o, o
o= |oy = | o, = | og . (5.66)
72wy N0 (pen \T9 (o)

In cylindrical coordinate system, one has the Pauli matrices

0 e 0 —ie ™™ 1 0
UP - |:ez‘<p 0 :| ’ 0-4,0 - |:,l-ei<p 0 :| , Oz = |:0 _1:| . (567)
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This coupling potential, because of the presence of the Pauli spin vector &, will introduce
mixing between states with different A and ¥ values, ¥ being the quantum number related
to the projection of S on the z axis. However the total angular momentum projection on
the z axis, 2 = A + ¥, remains a good quantum number. The spin-orbit potential Vio.
operates on wave functions that can be written as

D(p,z) = (ﬁgg;) , (5.68)

where 1™ and ™ are wave functions for which Q = A + % and 2 = A — % respectively.
Hence the spin-orbit potential operator can be written in a matrix form [116] as

2 _(Q_%) 8VN (QJ’_ )8VN + 8VNQ _ 8VNQ

V — )\ h p dp o 0z Op dp 0z
8-0- (Q_%) VN oVn O 6VN (Q+2) OVN
mc 27 — + YN
o 0z 9z dp Bp 0z p op

(5.69)
In case of nucleons (¥ = i%) no states with {2 = 0 exists, hence there are only doubly-
degenerate eigenstates® (7,7) having opposite signs of Q. Considering eigenstate 7 with
2 > 0, the state wave can be written

e
Di(p, 2) = (szi( 7p)> ) (5.70)

D;(p, 2) = (—@/ﬁ(z,p)) : (5.71)

(5.72)
N, forxs =1
e or = —3
The wave function ®; can thus be written
Oi(p,2) = YLz, p)IT = +3) + Ui (2, p) S = =) . (5.73)

In case of non-zero spin particles, the harmonic oscillator wave functions |n,n,A) can
be used to define a new base of functions

|n.n,.AX) = |n,n.A) |Z) . (5.74)

These new functions will be used as an expansion base for the numerical computation of
the actual wave functions as described in Section 5.5.1, this method will namely rely on
the calculation of coupling terms between different functions of the base.

3If 4 is one of the doubly-degenerate state (for instance with Q > 0), its time-reversed counterpart is
written i.
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5.3.3 Single-Particle States and Deformation

Given a parameterized shape, a folded nuclear potential Vi, a Coulomb potential Vg
and a spin-orbit coupling potential V, can be defined. The Schrodinger equation of
independent particles [87], written

Hy = [T+VN+VC+VS.0. b= e, (5.75)

is solved and leads to single-particle wave functions 1); and related single-particle ener-
gies €;.

An illustration of such wave functions is shown in Fig. 5.6. One can notice that
nucleons are not necessarily localized in a specific spatial region; in this example it is
particularly true for the proton state. The wave refection-asymmetry in the figure is due
to the mass-asymmetry of the generating shape (green line). The wave functions are not
directly required for the calculation of the microscopic corrections that must be brought
to the macroscopic energy, however they will be required for the calculation of inertia
quantities. This will be detailed in Chapter 6.

Probability density

High

Low

Figure 5.6 — Example of nucleon probability density [¢;]? for the last occupied level of
0Py, The generating shape, here a 3QS one (c¢f. Appendix B.1), is dwawn as a solid

green line.

Figure 5.7 (respectively 5.8) shows single-particle energies ¢; for neutrons (respec-
tively protons) calculated for different shapes. Here described by the Hill-Wheeler shape
parameter y (c¢f. Appendix B.1). This figure shows results obtained with the newly im-
plemented single-particle program, for comparison with results from Ref. [87]. For the
spherical shape, the magic numbers appear. They can be found by filling levels with two
nucleons per level, from the first (most negative) level. Magic numbers occur when a
significant gap between level energies exists. Considering two neighboring nuclei having
the same level scheme, one has all levels filled with nucleons up to a gap, the other one
has just one more nucleon that is at an energy quite above than the former one. The
binding energy per nucleon, would be quite reduced in the latter case compared to the
former one.

In Figs. 5.7 and 5.8, only the less tightly bound levels are shown, so only largest
magic number can be seen. There are the experimentally observed numbers 82 and 126
and the predicted number 184 for neutrons and the experimentally observed 50 and 82
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Figure 5.7 — Example of Nilsson diagram showing the single-particle energies ¢; as a
function of the Hill-Wheeler “deformation” parameter y (c¢f. Appendix B.1 on shape
parameterization). Each line corresponds to a doubly-degenerate level (M; = £0).

Proton single particle energies ¢; [MeV]
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deformation y

Figure 5.8 — Same as Fig. 5.7 but for protons.
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numbers and the predicted 114 number for protons. In the case of spherically symmetric
potential, the “spectroscopy” levels correspond to good quantum numbers N{;, shown
in the figures. The degeneracy is broken for non-spherical shapes. The von Neumann-
Wigner non-crossing rule [118] is also verified; levels with similar © and parity IT quantum
numbers do not cross when deformation increases. Finally one can notice that as the shape
evolves from sphere to dumbbell-like shape (with two nascent fragments), the high-2 levels
increase in energy and the and the low-() levels decrease in energy.

Figures 5.7 and 5.8 show the level energies for the *°Pu nucleus as a function of the
deformation. The nucleus “starts” from a spherical shape and evolves to a dumbbell shape
corresponding to two nascent fragments. The 2*°Pu nucleus contains many nucleons and,
in its ground state, it has low-lying levels with high-angular momenta. On the contrary,
fragments are smaller and have not these high-angular-momentum levels in their low-
lying level schemes. As the levels energies are continuous functions of deformation, the
high-angular-momentum levels must “disappear” otherwise they would be present in the
fragment level schemes. Thus these level energies must raise as deformation increases. To
compensate this reduction of available levels, extra low-angular-momentum levels must
“appear”, i.e. as the nucleus deforms, levels from the positive energy region (for spherical
shapes) fall down to the low-lying negative energy region (for elongated shapes), as can
be seen in the figures. For instance in Fig. 5.8, orange lines () = %) seem to rise with
deformation whereas blue lines (2 = 1) tend to go down.

5.3.4 Microscopic Model Verifications

Several verifications of the microscopic model have been done.

e A first natural verification consists in considering a deformed harmonic oscillator
potential VHO for the nuclear average potential Vx (wy # w,), no Coulomb potential
Vc = 0 and no spin-orbit coupling potential VS,O_ = 0. In this case, the eventual
Hamiltonian matrix H ¢ used in the expansion method described in Section 5.5.1 is
diagonal. The diagonal matrix element, corresponding to the base function |n,n,A>)
has an analytical expression (cf. Eq. 5.60)

1 1 1
€nyne, A = 577&&_(2717" + ‘A| + 1) + §hwz(nz + 5) ) (576>

which is the eigenvalue associated with |n,.n,A). With this simplified potential, there
is no dependence on ¥, and thus the diagonalization of the Hamiltonian matrix* H,
must yields twice to each eigenvalues. For this test, the implemented computer code
recovers exactly the analytical values of €, . o within errors smaller than 1073%.

e The second verification deals with the above potential specifications, but where the
VN potential is taken to be spherical (w;, = w,). This case is just a particular
configuration of the above general verification. However it is well known that for
spherically symmetric potentials, ¢, s and j are good quantum numbers and that
corresponding energy levels are 2(2¢ + 1)-degenerate (this degeneracy corresponds
to the s, and ¢, quantum numbers). For this test the code gives consistent results
as well. Even if numerical values are not exactly identical for all degenerate states
(differences less than 1073% between them), these differences are much smaller than
the energy differences between degenerate levels.

This is correct if both |n,n. A, +5) and |n.n.(A + 1), =4 ) are contained in the base of Hq (Q = A+X).
If the base is truncated using all base functions having a A value below a given A,.x, then eigenvalues
€n. . Amay are found only once among the matrix Hq eigenvalues.
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e A third verification of the code can be made using again a spherical harmonic
oscillator VHO and no Coulomb potential but this time using a spin-orbit coupling
potential with a special form. Indeed, in such spherically symmetric case, the full
Thomas term (cf. Eq. 5.65) becomes

e oy P s AT P
Voo == 25 VW x 2= =05 SN D (5.77)
k1din 1z . _kl1dWS-L
—_ohZTN - g, _ oINPT X .
e dr 0 P T e (5.78)

where £ = A (2—:10)2 The S - L operator can be written J2 — L2 — S so that 25L has
for eigenvalue j(j+1)—£€(¢+1)—s(s+1). As the wave functions associated with the
spherical harmonic oscillator (without spin-orbit coupling) are also eigenfunctions
of - E, thus H and ‘A/S,O, commute, providing that

LV

s = const. /T . (5.79)

A proper substitution of Vx leads to an analytical shift of the energy levels (this
replacement of Vi is made in the V, expression only, not for the scalar mean field
that remains a spherical harmonic oscillator VH©). If the replacement form for Vi

is chosen to be Chr?
r
—— CeR 5.80
Kk 27 ’ (5.80)
it leads to an energy shift AE;, (with respect to level energy without spin-orbit
coupling) of
AEso =—Clj(j+1)—L(l+1)—s(s+1)] . (5.81)

This term lifts the spherical level degeneracy related to £ and s. Only the degeneracy
related to j remains. The C parameter will quantify the magnitude of the energy
shift. As nucleons are spin—% particles, only two (¢, s) coupling are possible:

AL, :{ CUE+1), 5=
J

’ 5.82
_ce. (5.82)

NIR N

0 —
{4+
Therefore “large” j levels will have lower energies than “small” j levels. This spe-

cial configuration (spherical harmonic oscillator potential with “special” spin-orbit
coupling potential) was tested with the code and gave very satisfactory results.

When a realistic phenomenological spin-orbit coupling is included, the proper level
degeneracy lift can be observed. An example is shown in Fig. 5.9 for ***Pb. The spin-
orbit coupling is introduced progressively (i.e. a “strength” of the coupling is used to
vary the magnitude of the spin-orbit potential used for the figure, 0% means no spin-orbit
coupling potential, 100% means full realistic potential). As the strength is varied from 0
to 100% it is observed that, for all levels but the s ones, the spin-orbit coupling potential
“splits” the 0% levels into two levels. These two levels correspond to two different possible
values of j = ¢+ %, as £ is no longer a good quantum number. Given a 0%-strength level
(labeled N?), two j-levels appears with increasing the strength, with the larger j that is
the lower energy level, in agreement with Eq. 5.82.

It must be noted here that the program computes states as doubly-degenerate levels
having Q = |j,| > % When no deformation is considered, i.e. for spherical potentials, j
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Figure 5.9 — Variation of the single-particle level energies of 2>Pb with the strength of the
spin-orbit coupling. Unless other specification, energies are given for states with 2 = %
Solid and dashed lines refer respectively to positive and negative parities. Spectroscopic
labels N/; are used, where N is the principal quantum number, ¢ and j are quantum
numbers related respectively to the orbital and total angular momentum. Colors are
related to the ¢ quantum numbers. To avoid overloaded figure, the same colors are used
for all principal quantum numbers N. Levels in the legend box are ordered according to
the level order for the 0% coupling strength situiation. Finally, for a given N/ level if two

corresponding j levels exist, the level with the larger j value is always the lower of the
two. An example is given with 1g and 2¢ levels.

is a good quantum number, and the degenerate states of a given j-level have j, quantum
numbers spanning from —j to +7j, meaning a 2j + 1 degeneracy that is also found when
analyzing code results. The levels shown in Fig. 5.9 correspond to the doubly-degenerate
levels with Q™ = %i as these states are present in all degenerate j-levels and are thus
representative of these j-levels. Just like in Section 5.3.3, levels with the same Q0™ quantum
numbers do not cross. Enlargements are shown for confirmation on the right side of
Fig. 5.9, where levels corresponding to states Q™ # %i are also shown. From enlargements
it can be seen that levels with identical 2™ do not cross. To make levels shown in Fig. 5.9
having constant degeneracy when the spin-orbit coupling strength varies, the colors change
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to be consistent with the situation with no spin-orbit coupling. For instance in the lower
enlargement inset, it can be seen that the two levels shown with QF = %+ (green and blue
lines) do not cross. The same phenomenon can be observed for all other states composing
these levels (Q > 1, not shown in the figure), expect for Q@ = L (dotted line) as this
doubly-degenerate level is only present in one of the two levels (green line). This is a

striking evidence that the Pauli exclusion principle is properly rendered by the model.

A final validation on experimental single-particle levels can be done. Figure 5.10 shows
single-particle levels for neutrons and protons in 2°*Pb. The blue bars show energies
obtained with the Yukawa-folded independent-particle model; each bar stands for doubly-
degenerate level. The multiplicity of degenerate levels (degenerate bars) gives indication
to label levels with spectroscopic notation N/¢;. Even if calculated level energies do not
agree very well with experimental levels (red bars), the level multiplicity is reproduced.
For experimental data, multiplicity is obtained from the experimental angular momentum
associated with the level. An experimental level with j = 3/2 will have a degeneracy of
2j + 1 = 4 (the degeneracy is related to the m; quantum number). As bars stand
for doubly-degenerate levels, this j = 3/2 level will be represented by two bars. This
comparison using bars is not common in scientific publications; the more common level
schemes are shown on the right sides of the diagrams.
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Figure 5.10 — Comparison of the ***Pb single-particle energies, obtained with the newly
implemented single-particle model, for protons (top) and neutron (bottom) against ex-
perimental data taken from Ref. [119]. Each bar corresponds to a doubly-degenerate
states.
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5.4 Macroscopic-Microscopic Model

The macroscopic and microscopic models have now been introduced. To obtain the
macroscopic-microscopic energy, the microscopic shell and pairing corrections 0 Fgnen and
dEpair must be calculated using the single-particle-state (¢;,¢;). It is recalled here that
these corrections are calculated independently for neutrons and protons.

5.4.1 Shell and Pairing Corrections

The discrete character of the nucleon energy levels is responsible for properties that cannot
be reproduced by a macroscopic model alone. Examples of such properties are for instance
a non-zero quadrupole deformation at the ground state or the double-humped shape of
fission barrier. Corrections corresponding to this discrete nature are to be brought to
the macroscopic energy that is obtained considering a uniform and homogeneous model
of the nucleus [15]. These corrections are calculated independently for neutrons and
protons. Figure 5.11 shows the effect of a discrete distribution of levels on the cumulative
number of levels N§™™! counted up to a certain energy compared with the case of the
continuous distribution NS Tt can be seen that the continuous distribution sometimes
underestimates, sometimes overestimates the total number of levels. The shell correction,
originally introduced by Strutinsky [15], is calculated with the same idea but considering
the energy of the level instead of the number of levels. Details on the shell correction will

be given in the following.

;chmu] Ncumul

“Ydisc cont

30

20

10 1

Figure 5.11 — Schematic illustration of the discrete nature of nucleon levels. The cumula-
tive number of levels is shown as a function of the level energy for a discrete distribution
Nl (red curve) and for a continuous distribution NS (blue curve). The correspond-
ing level scheme is shown in the lower part of the figure.

Corrections that are included in macroscopic-microscopic models are related to the
shell structure of the energy levels [87,120] but also to its impact on the pairing en-
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ergy [110]. In microscopic models, the effect of nucleons pairing on the total energy
depends on the single-particle states. It differs from its macroscopic definition, for which
it only depends on odd-even property of N and Z. The inclusion of a pairing interaction
“destroys” the sharp nature of the Fermi surface’. On a Nilsson diagram, the occupation
number v{¢ of a state k is no longer 1, or 0 according if the level is below or above the
Fermi surface. As only even system will be considered here, the last occupied level has a
pair-occupancy of 1. In the interest of simplicity and clarity, introduction of the pairing
correction will be restrained in the following to even number of nucleons. Extensions to
odd numbers of nucleons exist and can be found, for instance, in Ref. [110]. Instead of
having integer values, the occupation number v, becomes a real number that can take
any values between 0 and 1 (it is actually an occupation number of the pair at the con-
sidered level and thus the maximum value is 1 and not 2). This is schematically shown in
Fig. 5.12. The effect of this pairing correction depends on the “spread” of levels and is thus
different depending if one considers a set of discrete levels or a continuous distribution.
This is why a pairing correction must be included as energy-related “shell effect”. Two
models for the pairing correction will be presented: the Bardeen, Cooper, and Schrieffer
(BCS) and Lipkin-Nogami models. In practice, it is the Lipkin-Nogami model that is
used for the calculation presented in this study, yet the BCS is more suitable for a first
introduction to pairing correction.

. no pair | pair
Uk Uk

1 I—“.—.q_—-__._._.

€k

€k

Figure 5.12 — Schematic effect of pairing interaction on level occupation numbers. The
occupation numbers are shown with (vP*") and without (v;° ®*") pairing considered. The
corresponding level scheme is shown below the figure.

5.4.1.1 Shell Correction Term

The usual calculation of the shell correction considers a set of discrete energy levels {e},,
from which a smooth level density must be extracted. The eventual shell correction is
calculated as the difference between the cumulative energy of the discrete distribution and
the one obtained with the smooth distribution. The method described in Refs. [87,120]
has been implemented in the CONRAD code for the present study in order to obtain the
smooth distribution is reported here. More details are provided in Appendix B.2.1. The
cumulative number of levels of the discrete distribution n at a given energy € is given by

/ e = / g(¢)de (5.83)

5The Fermi surface is the name of the energy region below the energy of the least tightly bound
nucleon.
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where the discrete level density ¢ is expressed from the single-particle energies €, as

gle) = b(e—en). (5.84)

The shell correction calculation method requires to have an equivalent smooth level den-
sity g. To obtain g, the discrete density ¢ is written with Gaussian weighting, where the
Dirac functions § are expanded in terms of Hermite polynomials [87], ¢ becomes

1 & e—en_loofuioo
g(e):;;é( . )—vﬁ;e n;]cmHm(un), (5.85)

where
€—¢€
T ~ (5.86)
Y
and
(~1)m2
——~ __  m even
Cm = 2m(m/2)! ’ (5.87)
0, m odd.

The smoothing parameter v has a smoothing effect on g. The smooth density g can be
obtained from ¢ by cutting off the d-function expansion up to a certain order p, so that

g —L N o un - c U
gle) = ’yﬁ; mZ:O o Ho (0,) (5.88)

From this smooth level distribution, it is possible to calculate the smooth cumulative
number of levels up to energy e, ni(e), which can be written

Ale) = / g()de =% {%[1 + erf(up)] — %e—ui 3 cmHm_l(un)} C (5.89)

0o n=1

The cumulative number of levels 7 is not directly used to calculate the correction energy
but is used to obtain the smooth-distribution Fermi energy A that satisfies

n(A) = N, (5.90)

where N is the total number of nucleon considered (neutrons and protons are treated
separately). The eventual shell correction is defined as

N N
0Eqet = Y €n — / é(n)dn |, (5.91)
n=1 0

where € is the smooth equivalent to €,. The second term of Eq. 5.91 can be transformed
using g as

/N€(n)dn = jeg(e)de. (5.92)

So that the second term of Eq. 5.91 can be written as a function of the discrete level
energies:
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where

A—¢€,
T
Equation 5.93 can be used in Eq. 5.91 to provide finally the shell correction energy 6 Fgpen-
A discussion about the shell correction treatment, namely the effect of level in the con-
tinuum, can be found in Appendix B.2.2.
In practice, the smoothing parameter v used in the shell calculation (Eq. 5.93) carries
an empirical dependence on the Bg term defined in Eq. 5.9, v is expressed as

~ = hwoBs(shape) . (5.95)

(5.94)

Up =

5.4.1.2 Pairing Correction Term (BCS model)

The pairing correction is calculated in a similar way than for the shell correction. The
term pairing correction should be used carefully as a pairing correction can also be brought
to single-particle calculation in a microscopic approach. In the present case, the pairing
correction actually refers to a shell correction for the pairing effect. A pairing correction
is calculated with both types of energy distribution ¢ and g, yielding respectively E,. and

E,., then the difference between the two gives the correction 0E,; to the macroscopic
energy

§Epair = FEpe — Epe|. (5.96)

The first inclusions [15,87,121] of a microscopic correction related to pairing in the
nuclear deformation energy were based on the BCS [122]. This model has been developed
by Bardeen, Cooper, and Schrieffer to explain the superconductivity property of electrons
in metals. Given a pairing strength G and a pairing gap A, the pairing interaction leads
to a new expectation value of the total binding energy [19] EB®S that is given by

BCS - 2 - y A7
E :2Zekvk—Gka—€, (5.97)
k=1 k=1

where the summation is taken over all doubly-degenerate levels considered in the pairing

calculation. The pairing correction for a discrete energy level distribution EBCS . s
given by
3N
Egagrsection = EBCS -2 Z €k - (598>
k=1

The pairing correlation Ep<® may be considered instead of the above expression [87,123].
However it only results in a shift in energy of —i—%GNp compared with the above expression.
As this energy shift occurs for both terms ES™ and EPCS this has no effects on the
eventual correction ¢E,;; brought to the macroscopic energy. The pairing correlation of
the discrete energy level scheme EECCS is given by

Np %Np A2 Np %Np
BCS _ 2 20 4
EBS =2 ;ekvk—;ek -5 -G ;vk ;1 : (5.99)

96



CHAPTER 5. MACROSCOPIC-MICROSCOPIC MODELS 5.4. MACROSCOPIC-MICROSCOPIC MODEL

where the level occupancy numbers v, the Fermi energy A and the pairing gap A satisfy
the BCS equations:

NP
2N, =2 v}, (5.100)

k=1

9 X 1
== , (5.101)

G (e — N2+ A2
1 € — A

Vk e 1, N, v2==-{1— . 5.102
[[ P]] k 9 { [(€k _ )\)2 + A2]1/2} ( )

The equivalent expression EI])BCCS for a continuous energy distribution is obtained using
a linearized expression of €(n) near the Fermi level. The pairing strength G can be

calculated [87| as
N,
= 1
(25) *

where p is the average density of doubly-degenerate levels and is given by

1/2

Np
D 5.103
—+2ﬁA : ( )

L _
G-

p:%ﬂAy (5.104)

The pairing correlation for the continuous energy distribution is finally given by

—AN\ 2
EBCs _ _lﬂg 1+ 2pA
be 4 p Ny

5.4.1.3 Pairing Correction Term (Lipkin-Nogami Model)

1/2

1 _~ N,
-1+ 5'5AG arctan QprA : (5.105)

The BCS model fails to describe the pairing effect when the level gap at the Fermi en-
ergy is too large. To solve this liability, a refined model was developed by Lipkin and
Nogami [124-128|. It has been then adapted to the nuclear pairing correction that is re-
quired for the macroscopic-microscopic approach [110]. In this model, the average pairing
gap, written Ag, is a model parameter. The following notation will be used: the pairing
interaction involved N, nucleons dispatched between the levels N; and N, IV, levels
are thus involved. Here again, in the interest of simplicity, only cases with Ny, even are
treated. The pairing strength G is obtained by [110]

2
azﬁ[ln (\/y§+Aé+y2> —In (\/nyrAéerl)} : (5.106)

where p is again the average density of doubly-degenerate levels and is given by
g\, (5.107)

and

Ny +1— 3 Nio Ny —
Y1 = -
Iz Iz
The smooth pairing term E{f is given by

(5.108)
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ENN = %ﬁ [(?ﬂ - G) (y2 - \/M) =G (y1 * m)}

1 Y2 2
4(G 409)pAg [arctan (AG) arctan <AG):| , (5.109)

where ), is given by

s G [A-C

where

1= (B () - [ (V22

B = 26 [ ctan (22 i (2] (5.112)
= 16 arctan AG arctan AG s .

PAG Yo Y1 Yo Y1
= P2G A - g2 I ) GRS
C 9 { a (y% AL e Aé) + arctan (AG> arctan (AG):| (5.113)

The discrete pairing term Egy is obtained by solving the 2N, 4 3 coupled equations:

(5.111)

M2

N,= Y i, (5.114)
k=1
1 er — A
2 _ -+ B k 2 1 _ .2
VEk € [1, Np], v = 5 {1 [(ek_)\)2+A2]1/2}, up =1 —0;, (5.115)
VEk € [1, Np], ex = e + (4o — G)U,% : (5.116)
5 M
— = : 5.117
G [(ek —A)?+ A?] 2]/ ( )
Np Np ]
Z UV Z uRty | = 32wy
G k=1 k=1
Ao = 7 R . (5.118)
(Z “k”k) 2

From these equations the pairing energy A, the Fermi energy A, the number fluctuation
constant Ay and the occupation numbers vy, are determined. The discrete pairing term El{;i\I
is finally obtained by

Np A2 a Np p
By = (20— nider = 5 = 5 > (20— ni) — 4 ) Juie}, (5.119)
k=1 k=1 =

where ny takes the values 2 or 0 according to the discrete distribution.

Both pairing models (BCS and Lipkin-Nogami) have been implemented. The BCS
implementation was easier in a first approach but the Lipkin-Nogami was necessary for
the complete verification of the macroscopic-microscopic model.
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5.4.1.4 Pairing Models Comparison

Figures 5.13 shows the paring correction dE,,;, obtained by both the BCS and Lipkin-
Nogami models. This figure is obtained using a shape described using the perturbed
spheroid parameterization (c¢f. Appendix B.1), where the two shape parameters €; and ¢,
are varied. It can be seen that the two models lead to quite similar results, yet in two areas,
highlighted with green circles, small differences can be observed. As the Lipkin-Nogami
is a more robust model than the traditional BCS, and because the FRLDM parameters
are given [12] for this model, it was also selected as for the present work.
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Figure 5.13 — Comparison of the BCS and Lipkin-Nogami corrections obtained using a
perturbed spheroid parameterization (cf. Appendix B.1).

5.4.2 Macroscopic-Microscopic Model Verification and Results
5.4.2.1 Zero-Point Vibrational Energy

In order the verify the present implementation of the macroscopic-microscopic model, it
was necessary to be able to calculate nuclear masses. The nuclear masses are obtained
from the minimum value of the PES® to which a zero-point vibrational energy is added.
Therefore in addition to all previous contributing terms, a last one must be added. This
term stands for the fact that the PES model provides the deformation potential “felt” by
the nucleus. The experimental mass is related to the actual energy level of the nucleus at
rest inside its deformation potential well. As the nucleus cannot have zero kinetic energy
(forbidden by quantum mechanics), a certain offset must be added to the deformation
potential minimum. In Fig. 5.14, an example is shown for a harmonic oscillator potential.
The first energy level is shifted from the ground state deformation potential Vg5 = V(7))
The ground state deformation still remains defined as the minimum of the deformation
energy but the actual nucleus wave function spreads over certain deformation range.
There is some arbitrariness in the choice of collective coordinates for the zero vibra-
tion(s) point (one or several degrees of freedom can be considered). For the calculation
of this last term, the procedure described in Refs. [12,94] is applied. Only one degree
of freedom is retained, here is this degree of freedom is €5 and corresponds to the per-
turbed spheroid parameterization of the nuclear shape that is defined in Appendix B.1.3.

6A restricted area in the PES must be considered to avoid scission shapes to be considered as the
ground states as these shapes may have related deformation energies lower than the ground state one.
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V(n)

Vg.s.

Ng.s.

Figure 5.14 — Illustration of the first level construction from the addition of the zero
point energy to the minimum energy of an harmonic oscillator potential. The harmonic
oscillator potential operates on an arbitray deformation parameter 7.

The actual potential is locally approximated by a harmonic oscillator. First, the actual
potential energy surface stiffness C¢, is calculated for the ground state deformation

2
o a Vact ual

= - e 12
Ce, R (5.120)

g.s.

Then the inertia parameter B, is obtained considering the nuclear matter as an irrota-
tional liquid [94]:

irr 2 1+34 Ly, 234 e 2

where My = A x m (m is the mass of a nucleon, A is the mass number), and R = ryA'/3.
The local curvature w!' is defined by

. ., 1/2
ur — - . 5.122
i (Bg) (5.122)

Following Ref. [12] the final zero-point vibrational energy is given by

1
Eyp = 5o, (5.123)

where

we, = Rw!™. (5.124)

The R parameter is adjusted so that for spherical shape the inertia B, equals the inertia
determined from an adjustment to spontaneous-fission half-lives of actinides.

Finally, all these refinements can be gathered to form the finite-range liquid-drop
model. Although the number of refinements seems rather large, only few terms are shape-
dependent. Therefore they will mostly only produce an energy shift of the PES but will
have a significant effect on the predicted ground-state masses. This confrontation of the
implemented model with experimental masses is a validation that cannot be overlooked.
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5.4.2.2 Results for Masses

At this point, both macroscopic and microscopic models have been presented, and the
related implementation in the CONRAD code has been verified. The calculation of the
shell and pairing corrections from the single-particle orbitals have been verified on a
benchmark kindly provided by P. Méller [129]. As the FRLDM parameters are adjusted
to reproduce experimental masses it is interesting to test the mass prediction power of the
newly implemented model as a final validation point. In the beginning of this chapter the
Aston curve was presented along with its modeling with the Bethe-Weizsdcker formula
(c.f Fig. 5.2). A similar plot can be made with values obtained from the FRLDM, this
is shown in Fig. 5.15.

— 0 —F — 10Ne 11Na — 1, Mg — ;3Al 1451 — 5P 1S — 170l — gAr — 4K

— 20Ca — 5S¢ — 5, Ti 23V 24Cr — 5Mn 266 = 9700 = 9gNi  — 5Cu — 3pZn — 3,Ga
— 32Ge — 33As — 3,Se 35Br — 36Kr — 3;Rb 3857 " 39Y T 40Zr — 4Nb o — ;Mo — y3Te
— aaRu — 4sRh — ,;Pd arAg — 43Cd — Loln 5051 — 5,5b — 5yTe  — 4l — 5aXe — 55Cs
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Figure 5.15 — Results of newly implemented FRLDM for binding energies per nucleon.
Red numbers are magic numbers for which small structures are visible. This figure must
be compared with the Aston curve in Fig. 5.2.

One obtains the expected structure around the particular mass number (related to the
magic numbers) as in the experimental Aston curve of Fig 5.2. Some related “magical”
isotopes are placed on the curve to highlight shell structures. To investigate remaining
differences between experimental and theoretical data, examining the binding energy per
nucleon is not appropriate. Instead, error on mass excess, will be used, i.e. the difference
between the experimental and predicted mass excesses. Comparison with results from
the original model [12] are shown in Fig. 5.16. The lower part of Fig 5.16 is related to
a second model, the finite-range droplet model, which is detailed in Appendix B.3. This
model differs from the FRLDM only for its macroscopic component. Both models have
been implemented, yet only the FRLDM model is used to calculate the eventual PES. The
implementation of the FRDM is nevertheless important for the present study as it helps
to identify the source of the remaining differences between the present implementation
and the original one [12].

In Fig 5.16, gross structures are reproduced, however many small differences remain.
For instance, structures near A = 240 seem similar between the present and the original
implementations. However structures near A = 140 present more similarities between the
two implementations from the same author rather than between two implementations of
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Figure 5.16 — Comparison of the errors on masses obtained by Peter Moller with his
original implementation [12] and with the present implementation. The two upper plots
are related to the FRLDM, and the two lower ones, to the FRDM.

the same model. The origin of the remaining differences is quite difficult to identify due
to the complexity of the model. The FRDM and FRLDM only differ by their macroscopic
components, i.e. shell and pairing corrections are the same for both models. Therefore,
the difference of the FRDM and FRLDM values should be rather insensitive to the mi-
croscopic components (with the exception of the zero-point vibrational energy that still
depends on the surface curvature of the complete” deformation energy). Figure 5.17 shows

"The comparison is made on Eget = Fmacro + 0 Epair(n) + 0 Epair(p) + 0 Esheli(n) + 0 Esneli(p) + Fap-
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the difference AFE\ .00 between macroscopic energies of the two models.

AFEmaero = EERDM - pFRLDM (5.125)

macro macro

The agreement is much better than in the comparison of full models (¢f. Fig. 5.16).
This indicates that remaining differences come from the microscopic terms. As shell and
pairing corrections where properly verified from P. Méller benchmark [129], the remaining
differences must be due to the single-particle energies. A preliminary study indicated that
the choice the base of wave functions used in the expansion method (cf. Section 5.5.1)
may explain the remaining differences on single-particle energies.
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Figure 5.17 — Comparison of the difference between the macroscopic energies A Eppacro Ob-
tained with Moller original implementation [12] (above) and with present implementation
(below).

To quantify the error on mass excess predictions for the two implementations, the
method given in Ref. [12] was used to estimate the deviation from experimental masses
for both FRDM and FRLDM models and results were compared with those from Ref. [12].
Out of the 1654 data points (i.e. isotope masses) used in Ref. [12], the present program
leads to 174 non-calculable points. For almost all of the non-calculable points the program
failure was due to non-positive potential stiffness C, for the calculation of the zero-point
vibrational energy. This is easily explained by the fact that small changes in the model
implementation can change the actual ground state shape and thus, for isotopes with
shallow ground-state minima on the potential energy surface, the potential stiffness C.,
becomes negative for the tabulated ground-state shape. If the program is “allowed” to
search for its own local minimum, most of the crash points are processed correctly. Finally
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six reaming failure points were due to another reason. The failures happened for isotopes
far from the stability valley. For these isotopes, too few levels were found available for
the calculation of the shell and pairing corrections. Finally Tab. 5.2 summarizes the
comparison of the present mass calculations with the original implementation results [12].
The results seems quite satisfactory, especially for the FRLDM that is the model used
eventually for the calculation of the PES that are used in the next chapter.

Table 5.2 — Root-Mean-Square errors (in MeV) for the implementations of the two
macroscopic-microscopic models.

Implementation FRDM FRLDM Number of masses

Méller et al. [12]  0.669 0.779 1654
Present work 0.724 0.793 1590

5.4.2.3 Results for Potential Energy Surface

To conclude this chapter on PES calculation, Fig 5.18 shows the PES obtained using
the FRLDM and the generalized spheroid shape parameterization (see Appendix B.1),
for four different values of the mass-asymmetry parameter . The ground state shape
can be identified by searching the minimum of the PES in a restrained area of small
elongations. It is located in the present case at (¢, h, ) = (1.25,—0.18,0). This means
that the calculated ground state has a mass-symmetric shape. A second minimum can be
observed for slightly more elongated shapes (for larger ¢ values), for instance at (¢, h, @) =
(1.45,0,0). This minimum is responsible for the double-humped shape of the fission
barrier. The “dark sea” on the right upper part of the plots is the entrance valley of
shapes leading eventually to scission configurations. Two barrier humps can thus be
defined, one connecting the ground state shape to the intermediate minimum, the second
connecting this latter to the “dark sea”. In Fig 5.18, the first hump can be identified to be
related a mass-symmetric shape (a = 0), and to be located around (¢, h, &) = (1.3,0.2,0).
The second hump would be quite larger (about 10 MeV) if only mass-symmetric shapes
are considered. Extending the searching area to mass-asymmetric shapes, one can find a
lower second hump (with height of about 6 MeV) located near (¢, h,«) = (1.6,0,0.1).

With very high mass-asymmetry (o = 0.15), the fission barrier increases again to
exceed 12 MeV. This is consistent with evaluated independent fission yields®, as shown
in Fig. 5.19 for the thermal neutron-induced fission on ?*Pu. It can be noticed that the
symmetrical fission (120/120) is hindered, just like the very asymmetric one (58/155).
However, the “reasonably” mass-asymmetric fission (103/137) is favored.

The FRLDM model (and its related implementation) that has been presented in this
chapter can readily be used to study the variation of the nuclear potential energy as
its shape evolves. In the first versions of the newly implemented FRLDM, a complete
calculation for a given nucleus shape took few seconds. As a typical PES can contains
up to millions of shapes, a run would thus last more than 100 days! Therefore special
care was brought in the present work about mathematical, numerical and computational
solutions to make the computing time compatible with evaluation requirements.

8These fission yields are obtained from the JEFF-3.1.1 evaluation, the term independent means that
they correspond to yields before prompt neutron emissions.
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Figure 5.18 — Example of potential energy surfaces obtained using the generalized spheroid
shape parameterization and the FRLDM for %3jPu.
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Figure 5.19 — JEFF-3.1.1 evaluation of the n+23;Pu thermal-neutron-induced independent
fission yields. A favored splitting is shown in green on the upper part of the figure, two
less likely scission configurations are shown in red.
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5.5 Evaluation-Compliant Implementation

Evaluations rely on experimental data but also on accurate theoretical models. The
macroscopic-microscopic model presented here is a good candidate for the improvement of
physics in evaluations. Other models, for instance based on the Hartree-Fock-Bogoliubov
theory, may seem more accurate, or at least more intellectually satisfactory. Yet their use
in evaluation is often difficult in practice because of three reasons. First, computational
models may not be available and their implementation would require a lot of work. Second,
they may be not flexible enough so that their parameters could not balance remaining
model inaccuracy. Yet this point cannot be checked before the model is implemented.
Finally the computation may take much too long time to be compatible with adjustment
procedures. This latter statement must be taken with consideration as nothing is more
time-dependent than computation power. As this last point was a major challenge for
this PhD work, some of the features that led to an evaluation-compliant program will be
detailed.

5.5.1 Base Expansion of Wave Functions

The first point that will be developed in this section is not a brand new method (nei-
ther a specific contribution of this PhD work) but remains a key point to obtain fast
single-particle states computation. Once kinetic, scalar potential and spin-orbit poten-
tials operators are defined, a numerical method must be chosen to obtain the related
single-particle orbitals (i.e. energies and wave functions). The two most common meth-
ods for the computing single-particle orbitals are the finite-difference method [116] and
the base functions expansion method? [117,131]. However it was early reported [87] that
the expansion method is accurate enough as long as accuracy on the asymptotic behaviors
of the wave functions is not required, and is much faster than the finite-difference method.
This method will be briefly detailed here, extensive details can be found in Appendix C.

In the expansion method, a set of arbitrary functions {|¢;)}; will be assumed to be

properly chosen, so that any eigenfunction [¢;) of the single-particle Hamiltonian'® H can
be expanded using {[¢;)};. In other “words™

Hpy) = Eily)
Vi | (5.126)
F{ai}, ) =Y dlles).

. j
It is recalled here that the eigenfunctions of H are orthonormal:

V(00), (el HIvs) = Eiltelts) = Eidie =Y agai{ox|Hlp;) - (5.127)

kj

As H is Hermitian, it can be shown that Eq. 5.127 is equivalent to the diagonalization of
the symmetric matrix H whose coefficients [H]; are given by

[H]i; = (el Hlp;) - (5.128)

If E is a diagonal matrix containing the [H] eigenvalues F;, the hermitian properties of
H implies that there is an orthogonal matrix P satisfying

P'HP =E, (5.129)

9Reference [130] corrects misprints of Ref. [131].
10Gee for instance Eq. 5.75 of this chapter.
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which can be written
V(€,i), > PuHjPa = Eiby, (5.130)
jk

and compared to Eq. 5.127.

The key point of this approach is thus the definition of the base functions and the
calculation of the related Hamiltonian matrix elements. The base functions used in the
present work is the deformed harmonic oscillator base described in Section 5.3.1. The
eigenvalues and eigenvectors of H are obtained using the vectorized library Eigen [132].
It can be stated here that due to the fact that only axially spherical shapes are considered,
the 2 quantum number is a good quantum number, therefore H is a block diagonal matrix.
Each block H, can be treated separately, reducing both the number of matrix elements
to compute and the time required for the matrices diagonalization®!.

5.5.2 Efficient Numerical Integration Methods

As is mentioned in Section 5.3.2, the use of more realistic potential such as the Yukawa-
folded potential requires performing numerical integrations over the nucleus surface. Prior
to detailing how efficient numerical integrations can be performed, it should be stated that
the Gauss-divergence theorem can usually be used to reduce the dimensional range of inte-
gration. For instance by transforming a volume integration into a surface integration'?, or
a double volume integration into a double surface integration'® [93]. These integral trans-
formations, detailed in Appendix B.4.1, provide forms that can be efficiently computed.
Additionally, for Coulomb potential related to a sharp-edge volume, a special treatment
using complete elliptic integrals [48] can reduce the the surface integral to a one dimen-
sional integral. This is detailed in Appendix B.4.2. Finally, as detailed in Appendix C.4,
the use of integration by parts may also remove scalar potential gradient terms that are
time-consuming to evaluate in the spin-orbit matrix elements computation.

Numerical integration can be highly time-consuming. Therefore efficient numerical
procedures have been implemented. In the following, the Gauss-Patterson [133, 134|
quadrature rule and the related sparse grid extension will be detailed.

A quadrature rule can be seen as an implicit expansion, of the function f to integrate,
on a given set of polynomials. The most “famous” type of quadrature rule is the Gauss-
Legendre rule, relying on Legendre polynomials, that can be used to perform integrations
over the range [—1,1]. This range can be easily converted by linear variable change to
any finite range [a, b].

a 1
/dxf(x):b;a/dyf(b;ay+b—;a) (5.131)
b

For integrals over semi-infinite [0, +o0o[ and infinite | —o0, +00[ ranges, other polynomials
must be used. In the present implementation, the Gauss-Laguerre and Gauss-Hermite

HFor reflection-symmetric shapes, i.e. for mass-symmetric shapes, the parity 7 is also a good quantum
number, in this case each matrix H¢ can be divided into two additional sub-matrices. This is not done
in practice to keep a unified procedure in the computation as the program is intended to extensively
investigate mass-asymmetric shapes.

12This is the case for the computation of scalar microscopic potentials, cf. Egs. 5.64 and 5.63.

13For instance, for the computation of the Coulomb and surface terms B; and Bz of the FRLDM
macroscopic part, ¢f. Eqs. 5.45 and 5.46.
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quadrature rules [135] have been used respectively for semi-infinite and infinite ranges.
Eventually the integral of a function f over the range R will be computed as

N

nlf) = [ dof(o) = Yo ul pal). (5.132)
o i=1

The integral Iy is estimated by evaluating the function f for certain predetermined ab-

scissa xZ(N), the function results f (xEN)) will be weighted by the predetermined coefficients

wl(N) and summed to obtain the integral estimate. This integral is only an estimation of
Ig[f] as the underlying polynomial expansion is truncated to a given order related to the
quadrature order'* N. These quadrature methods usually reduce the number of function
evaluations'® necessary to obtain a decent estimation.

A key point in the use of quadrature rules is the choice of the quadrature order. The
quadrature rule will provide an estimate of the integral, but no accuracy estimation.
A trivial way to obtain an estimate of the integration error is to compare with another
estimate obtained with an order N —1 or N+1. Yet this method may require a significant
number of extra function calls. Several methods have been developed in order to obtain
an estimate of the error from a subset of the previously evaluated function results; for
instance the Gauss-Kronrod [136] and Gauss-Bond [137] quadrature rules. These methods
still have the liability that if the estimated error is too large, a completely new set of
function calls must be computed to obtain an integral estimate of order N + 1.

This burden is removed if nested quadratures are used. For nested quadrature rules,
the evaluation abscissa of order NV are partially or fully contained in the abscissa of order
N + 1. Thus, to perform an integration with a higher order, some (or all) of the previous
function evaluations can be reused to provide a new estimate. This is illustrated in
Fig. 5.20, it can be seen that for the nested Gauss-Patterson quadrature rule, the lower
order abscissa (z;) can be reused for higher order integral estimates. This is not possible
for the unnested Gauss-Legendre quadrature rule.

15+ X x X X x X —
T I [ [ T N |Gauss—Patterson

Number of function evaluations

3L | | | [
]_5 - £< X X X ! X X ‘ X X X >i —
s [ x [ 1 x 1 -{ | Gauss-Legendre
3L | | | L
—1 —0.5 0 0.5 1
Abscissa

Figure 5.20 — Comparison of the abscissa for the Gauss-Legendre and Gauss-Patterson
quadrature rules. The red lines highlight the fact that a quadrature rule is nested or not.

4The quadrature order N is not necessarily the highest order of polynomial used.
15Compared with discretization methods such as the Simpson method [135].
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With nested quadrature rules, the error estimation can be obtained by comparing
convergence of the integral estimate between orders N and N — 1. The precision'® of such
nested rules is slightly reduced compared with other types of quadrature (e.g. Gauss-
Legendre) as can be seen in Tab 5.3. The high-precision of the Gauss-Legendre quadrature
rule is traded off to get nestedness. Yet in practice the Gauss-Patterson rule leads to a
significant speed-up of the integration as the convergence of the integral can be tested
much faster than if a higher order Gauss-Legendre quadrature had to be estimated. It
also reduces the number of function calls if the function to integrate varies “nicely”.

Table 5.3 — Comparison of precision for the Gauss-Legendre and Gauss-Patterson quadra-
ture rules.

. Precision
Number of function calls Gauss-Patterson  Gauss-Legendre

1 1 1

5 5 5

13 11 13
29 23 29
61 47 61
125 95 125
253 191 253
509 383 509
1021 767 1021

In practice, two or three-dimensional integrals must be computed in the present work.
This can be easily performed by use of the Fubini’s theorem and using recursive calls of
one-dimensional quadrature rule, for instance

[ dwre - | dx( / dyf(w)) - (5.133)

XxXY

This approach combined with the Gauss-Patterson method would enforce convergence
on each “x evaluation point” whereas a convergence on the integral estimate would be
enough.

The generalization of quadrature rules to higher dimensions is called sparse grid and
is obtained by Smolyak construction [138]. Tensor product of one-dimensional quadrature
rules is used to form product rules, then a weighted sum of product rules, provides sparse
grid. One-dimensional types of quadrature rule can be combined to define a sparse grid.
For instance, it allows to handle integration ranges [—1, 1] and [0, +oo[ for two different
dimensions. Details about Smolyak construction [138] is beyond the scope of this docu-
ment, an example is shown in Fig. 5.21. In the figure only evaluation points are shown. It
can be seen that they spread similarly on each dimension, and this, accordingly to the one-
dimension Gauss-Patterson quadrature rule. The weight related to each evaluation points
is not shown, and their computation is quite tedious. To tabulate the Gauss-Patterson
evaluation points and weights for one dimensional quadrature rule (and two and three
dimensional sparse-grids) the SANDIA RULES program of John Burkardt [139,140] has
been used.

16Precision, order and number of function evaluations are different quantities. The quadrature order is
simply an index labeling a given quadrature rule in its quadrature rule family. The precision stands for
the highest order of polynomial that the quadrature is able to integrate exactly.
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(a) Gauss-Patterson quadrature rule

(c) 3D sparse grid

Figure 5.21 — Illustration of a 1D nested quadrature rule (5.21a) and of a 2D (5.21b)
and a 3D sparse grids (5.21c) obtained with the Gauss-Patterson quadrature rule. Only
evaluation points are shown, related weights are not represented. The level is a general-
ization of the one-dimensional order. For 1D and 3D cases the level colors are identical
(for presented levels) to the 2D levels. Levels 4 and 5, levels 7 and 8 and levels 9 to 11
correspond to identical 2D sparse grids.

5.5.3 Exploitation of Computational Resources

Even with the here-above mentioned mathematical and numerical sophisticated methods,
a modern program intended to be used for evaluation purposes should take advantage of
all speed-up opportunities. The last point in this section about implementation efficiency
will deal with hardware-related implementation. Figure 5.22 shows the evolution of the
processor frequency in the last 40 years, along with the evolution of the number of cores
per processor during the same period. It can be seen that the exponential increase of
the processor frequency has been dramatically reduced from the beginning in the decade
2000-2010. Additionally, one can see that the number of cores per processor has taken
over the computing power race.

In parallel of this effort to compensate the so-called “frequency wall” by adding more
and more cores per processor, manufacturers also increased vectorized computation ca-
pabilities of cores. This type of computing capability relies on the Single Instruction
Multiple Data (SIMD) treatement. An example of application of this technology could be
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Figure 5.22 — Evolution of the processor frequency and the number of cores per processor
since 1975. *Streaming SIMD Extensions. **Advanced Vector eXtensions.

understood when one needs to perform and element-wise addition of two arrays. Instead
of looping on array elements and performing “one-by-one” additions, the core perform
two addition at the same time. Speed-up becomes less easy than in the “good old days”
when the chip frequency kept increasing, but if this type of operation is a bottle-neck
in the program, significant enhancement can be expected. Figure 5.22 also shows some
instruction set architectures (SSE and AVX). They correspond either to:

— An increase of the vectorized register size (128-bits, 256-bits, 512-bits, etc.)'".

— A new data-type capability, for instance operations on floating point numbers (not
only integers).

— More complex or composed operations, multiplication (not only addition). Recently
fused multiply-add (FMA) operations became available, i.e. performing multiplica-
tion and addition at the same time or more exactly, during the same clock cycle.

Graphical processing has been for a long time a specific field of computer sciences.
Although it has been used for large scale computing for a long time, it has been investi-
gated for scientific computation — namely genomic research — only for less than a decade.
Among the main motivations was the fact that programming for Graphic Processing Unit
(GPU) was a much more difficult task than for usual Central Processing Unit (CPU). In
recent years, General-Purpose computing on GPU (GPGPU) developed thanks to Ap-
plication Programming Interfaces (API) such as OpenCL [141] of the Khronos Group
or CUDA [142] of NVIDIA. This later was used for the present implementation work.
These API ease the programming on GPU even if some hardware-related features must
be handled at the programming level, whereas it is often compiler-level for most CPU
programs'®. Interest from the High Performance Computing (HPC) community for GPU

17 This corresponds to the capability of either processing more data at the same time (four-by-four),
or treating “larger” type of data (64-bits integers, double-precision floating point numbers).

18This is actually different when performances are targeted. In this case, specific programming features
must be inserted in order to take advantage of the many cores or of the vectorized operations.
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is additionally driven by the energy efficiency of GPU by comparison with CPU for a
similar computation power.

Two versions of the FRLDM have been implemented, one using CPU-only, the sec-
ond combining CPU and GPU (in this version only the Hamiltonian diagonalization is
performed by the CPU?). Both versions will not be detailed any further; it will simply em-
phasized that both implementations use the same mathematics and numerical algorithms
(cf. the two subsections above concerning mathematical and numerical methods). A typ-
ical calculation with the implemented models of the FRLDM would consist in defining a
large list of nucleus shapes. For each of these, an independent calculation (a shape-task) as
described in the previous section is performed. For computation of the many shape-tasks,
the list of shape-tasks is dispatched, by a “master” workstation, to all available worksta-
tions installed in the group laboratory. On each workstation, the program splits its list
of shape-tasks and distributes tasks to available CPU cores. As mentioned above the
implementation using GPU is not GPU-only, a part of the computation is performed by
the CPU. It should be stated here that standalone GPU programs are not (yet?) possible,
GPUs are still driven by a CPU. The latter CPU only starts the GPU computation and
waits for GPU calculation to be complete. GPU must still be considered a co-processor.
The difference between the two implementations rely in the following: in the CPU im-
plementation, a list of shape-tasks is attributed to each CPU, they perform the required
computations using as much as possible vectorized loops. In the GPU implementation,
in order to use GPU at their maximal capacities, all CPU submits a specific shape-task
to the GPU and performed diagonalization when GPU computation is completed. When
all shape-tasks assigned to the workstation are treated, the related results are sent back
to the master workstation.

To complete this section about computational efficiency, qualitative results with two
implementations of the FRLDM (CPU and GPU) will be given for the computation of
PES. The calculation grid of the example?! consists in a 3D grid containing 42 x 42 x 26 ~
5 x 10" shape-tasks. Only one workstation is used (no workstation dispatching) but
the 12 cores of the workstation are used. In this case the computation time for the
CPUs alone is about 20 minutes, whereas for GPUs enhanced computation this falls to
5 minutes, which means a speed-up factor of 4. Considering a single-CPU computation for
an equivalent case, the speed-up factor would be about 50. The workstation dispatching
has a nice scalability (i.e. it does not loose too much performance while dispatching tasks
and gathering results), while using only few of the available workstation in the group
laboratory, one easily gets a factor 100.

9The computation power is often measured in terms of highest achievable number of Floating Point
Operations per Second (FLOPs), the energy efficiency of the computation is measured in FLOPS per
Watt.

20This part remains performed by the CPU because the CUDA version available at that time did not
provide eigen-problem library. This is now the case with the CUDA-7 version.

21Tn Ref. [16], for a 5D grid, more than 5 x 10° shapes are considered.
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Chapter 6

From Potential Energy Surface to
Fission Cross Section

In the previous chapter, Potential Energy Surfaces (PES) are obtained using the FRLDM
macroscopic-microscopic model. The present chapter deals with several methods that have
been settled in order to extract from the multidimensional PES, a one-dimensional fis-
To obtain a fission transmission coefficient from this barrier, numerical
methods have been tested and compared. The influence of a deformation-dependent iner-
tia parameter on fission transmission coefficient is studied. Global transition states are
also introduced as the extension of those from Chapter 4 and the eventual macroscopic-
microscopic-based fission cross section is computed.

sion barrier.
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In the previous chapter it was shown how to obtain multidimensional Potential Energy
Surfaces (PES). These PES are related to a shape parameterization, each parameter of the
parameterization corresponds to one dimension of the PES. In this last chapter, the gener-
alized spheroid parameterization (cf. Appendix B.1) will be used for all the calculations.
This parameterization can be easily used with two or three shape parameters correspond-
ing approximately to the elongation ¢, the neck size h and the mass-asymmetry «. For
a better description of the nucleus shape “between” the “fission point” (defined below)
and the scission point, a more sophisticated shape parameterization such as the 3QS (cf.
Appendix B.1) should be used. As this deformation range is not studied in the present
work, the three dimensional generalized spheroid parameterization seems appropriate.

In practice, a multi-dimensional PES cannot be directly used to perform cross section
modeling. Ongoing works are investigating in this direction, for instance using the time-
dependent generator coordinate method [143|, but it implies performing time-dependent
wave propagation, which is for the time being far too time-consuming for direct use in
evaluation. To use the multidimensional PES obtained from the macroscopic-microscopic
model, one needs to determine a relevant one-dimensional path. This path consists in a list
of shapes taken by the nucleus from its ground state shape to a “fission shape™. Two ap-
proaches to obtain this one-dimensional barrier have been implemented in the CONRAD
code, they are namely the least-energy and least-action methods. These methods extract a
one-dimensional deformation potential (“fission barrier”) from the multidimensional PES.
To calculate the transmission coefficient related to this one-dimensional potential, nu-
merical methods must be chosen. Several options have been tested and compared. The
least-action method also provides a deformation-dependent inertia parameter (defined
later in this chapter) that has a significant effect on transmission coefficient. Finally,
global transition states are introduced and an actual fission cross section calculation can
be performed.

6.1 Least-Energy Path

An intuitive approach to obtain a one-dimensional path consists in considering that, along
the fission path, the nucleus takes a shape that minimizes “somehow” the potential energy.
The least-energy path method, described in the following, relies on that principle. As the
PES spans over several dimensions (more than 2), visual verification is not always possible.
If the following, one can consider the PES a multidimensional array, most of the discussion
below can be more easily understood if one keeps in mind a 2D array. The algorithm may
seem trivial, yet while considering arbitrary 2D surface or higher dimensions it becomes
necessary to have a sound method.

6.1.1 Immersion Technique

The first step in the least-energy path method is the identification of all PES local minima.
This is trivially done by checking, for each point of the PES, if all neighboring points are
higher in energy. These minima can also be at an edge of the calculation grid, in this case
the point checked has just fewer neighbors. In the present work it seems not necessary
to check if two neighboring points have exactly identical energies as the program stores
energies in double precision, the probability for this situation is highly improbable to the
difference in Ref. [16] where only few digits were stored.

IThis type of shape corresponds here to elongated shapes having the same deformation energy than
the ground state.
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Once all local minima have been identified, the next step is to obtain the saddle points
between all pairs of minima. This is done using the immersion technique well described in
Ref. [16], this method is only briefly described bellow. To easily understand the method,
one should consider the deformation-energy a “landscape” with hills, valleys and ridges.
The immersion technique allows to obtain the saddle points connecting two valley bottoms.
Considering two selected valley bottoms (two local minima), one artificially considers that
water is flowing out of one of the local minima (the spring). The second minimum will be
called the sink point. The flowing water slowly fills the first valley containing the spring,
the water level increases iteratively up to a level where the water reaches the saddle point
and flows down to the second valley to sink point. The implementation of the immersion
technique must then focus on how properly “wet” points of the PES as water level increases
and also how to wet points as the water flows down a saddle point.

The saddle point is obtained with this method by identifying the point of the PES
that is the lowest to become “wet” as the water level is raised and flows down to the sink
valley. The water level is increased at each iteration with a given water-level step until
the sink point becomes wet. If the water-level step used is small enough, there is only one
wet point between the two last iterative water levels. A trivial one-dimensional case is
shown in Fig. 6.1. One can consider that water is flowing out of one of the local minima
(red dots), the water level is iteratively raised with a constant water-level step. When the
water level exceeds the saddle point?, the number of points located between the two last
water levels (here corresponding to steps 3 and 4) are counted. If this number is larger
than one, the program resumes raising water level from step 3 with a smaller water-level
step (here leading to step 5). This operation is repeated until only one point is identified.
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Figure 6.1 — Example of application of the immersion technique in a one-dimension case.

The generalization of this concept and its application to the PES saddle point search is
well detailed in Ref. [16]. Since this method is well suited and robust for high-dimensional
PES, it has been implemented in the CONRAD code during this PhD work, and verified
for 2D cases. Whenever high-dimensional PES are considered (for instance 5D), several
hundreds of local minima can be identified and the immersion technique must be applied
for each pair of minima. As a saddle point between two minima can also be the saddle
between two others, this reduces the number of times of the immersion technique must
be applied. Yet, as this operation can still take a significant amount of time, this search
of saddle points has been multithreaded (i.e. parallelized) in the CONRAD code.

2In the multidimensional case, this event is detected by a method described in Ref. [16].
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6.1.2 Full Least-Energy Path

In order to obtain the full least-energy path, the following steps are followed
1. Get all minima,
2. Get saddle points between each pair of minima,

3. For each saddle point, get all minima that are reached solely by going down from

the saddle,

4. Get the succession of minima and saddle points between a specific local minimum
(the ground-state) and a “fission point”,

5. Select a relevant “fission point”,

6. Get the succession of saddle points and intermediate wells between the ground-state
and the “fission point”,

7. Find paths between the ground-state and the selected “fission point” (down the
saddles).

The two first points have been treated in the previous sub-section. The third point
can be addressed by the definition of “only-going-down” paths. Considering a saddle point
identified in the previous step, the saddle point is set as “wet” and added to a group of
wet points (the just-wet-group), then all neighbors below that saddle point are labeled as
wet and added to the just-wet-group. The saddle point is then removed from the just-
wet-group (but is still wet). This operation is performed as long as there are points in
the just-wet-group; a new point is picked out of the just-wet-group at each step and some
of its neighbors can be added (if below the running point and not already wet). Once
the just-wet-group is empty, all minima that could become wet by water going solely
down from the saddle, with no intermediate saddles, have been found. A mapping can be
obtained between each saddle point and all minima that can “get wet by water, flowing
out of the saddle point, without accumulating somewhere”. This is exemplified in Fig 6.2,
where two paths are shown, starting from the higher saddle point on the right. Path 2
goes directly to the lowest local minimum and, all along the path, the deformation energy
only decreases. In case of Path 1, the path reaches first an intermediate local minimum,
after what the deformation energy increases again until the path reaches the second saddle
point.

At the fourth step, the ground-state point must be identified. This is done by searching
the global minimum among local minima. As very elongated shapes can have energy below
the ground-state shape, they must be discarded, thus a maximal “elongation” criterion
must be set. Then ezit points must be defined; these points are local minima with energy
below the ground-state energy, they are the “fission shapes”. From step 2, the saddle
points between all these minima and the ground state are known. Thus a first selection is
made among the exit points to retain only those corresponding to the lowest global saddle
point. At this stage, the ground-state and the global saddle points are known. Yet the
eventual fission point is not uniquely determined as several exit points may correspond
to the lowest saddle point connected to the ground state. Here a first arbitrariness of the
method is highlighted. Indeed, no obvious criterion can be used to select a particular exit
point or another. In the present work, the criterion was set to retain the point with the
smallest Pythagorean distance to the ground state. This Pythagorean distance will be
defined in the following.
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Figure 6.2 — Example of path options that can be used to determine which local minima
are “connected” to a given saddle point.

To perform the next step, i.e. determining the succession of saddle points and inter-
mediate wells, one starts knowing the ground state shape (entrance point) and the exit
point selected from the previous step. From the mapping between pairs of minima, the
corresponding saddle point can be obtained (cf. step 2). Then the full path must be ob-
tained. One path may be found to go directly from the saddle point to the entrance and
exit points but this path would miss possible intermediate wells. The algorithm operates
as follow and can be understood using Fig. 6.3 as guideline.

e Starting from the saddle point (D in Fig. 6.3) and, for instance, the exit point (& in
Fig. 6.3). The program selects all minima (blue dots in Fig. 6.3) that are connected
to the saddle point by an “only-going-down” path (arrowhead lines in Fig. 6.3).

e The program then selects the minima that is related to the exit point with the lowest
intermediate saddle point. This latter is @) in the present case.

e A new saddle point @) is now selected between two minima @) and . The same
procedure is then applied recursively.

The final step consists in obtaining the full path (i.e. not only the succession of saddles
and local minima points. This is done assuming that the correct connection between pairs
of minima and related saddle points is provided by the latter step. Given a saddle point
(running point) and one of the two corresponding minima (the targeted minimum), the
program searches the lowest point among the neighbors of the saddle point that has an
“only-going-down” path to the targeted minimum. This lowest neighbor becomes the
running point and the same search is performed again until the running point becomes
the targeted minimum. At this points all saddles of the path have been identified, and
two “continuous” set of points are defined from each saddle point down to the related
minima. The program finally connects these partial paths by identifying common minima
in the subpaths related to two different saddle points.
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Figure 6.3 — Illustration for the least-energy path searching method. Saddle points are
shown with red crosses, local minima with blue dots, arrows indicate “only-going-down”
paths. The heights of the saddle points are also shown.

6.1.3 2D-Verification and 3D-Application

Figure 6.4 shows the results for the least-energy method that has been detailed above. It
is applied to a 2D PES related to the *°Pu compound nucleus (using a 2D generalized
spheroid parameterization). On this 2D image, the agreement between the code results
(orange curve) and the background “hilly area” is quite satisfactory. The “fission line” (red
curve) corresponds to shapes with the smallest elongation and for which the deformation
potential value is identical to the ground state one. It can be noticed that not only one
intermediate local minima is found, additionally more than two saddle points are found
whereas one would have expect to obtain two properly defined humps separated with a
single intermediate well. Yet these extra minima correspond to very shallow wells, and
thus these and the related extra saddle points (to escape from these shallow wells) have
very little effects on the path structure. An example of these shallow wells can be seen
in Fig. 6.4 near the ground states. Two local minima (white dots) can be observed near
(¢,h) = (1.2,—-0.2). The presence of two close local minuma may be due to numerical
issue, as near the ground state point the potential slope is very low and small numerical
fluctuations can produce local minima. It can be observed in Fig. 6.4 that no fission valley
can be identified in the area delimited “on the left” of the fission line. This means that,
in this case, the fission valleys appear for elongations beyond the fission line. This may
actually be different in the case of 3D PES, but this information cannot be obtained by
visual checks.

From the least-energy results such as those shown in Fig. 6.4, it is difficult to obtain
a one-dimensional deformation energy as no abscissa is defined. The intuitive method
would consist in projecting the path (orange curve in Fig. 6.4) on the elongation axis c.
Unfortunately such a method may lead to one-dimensional barrier that is unusable for
eventual transmission coefficient calculation. An example is shown in Fig. 6.5. It can
be seen that the related projected potential V¥ (¢) is not a proper function as a given
elongation c can correspond to several deformation energies. Results from Fig. 6.5 cannot
be further used to obtain a transmission coefficient. This effect for the 2D case is even
worse if the mass-asymmetry degree of freedom is explored (3D curve).

To avoid this problem, the ad hoc Pythagorean rule has been used for the present study
with the least-energy technique. For instance with the 2D (c¢,h) or 3D (¢,h,a) generalized
spheroid shape parameterization, the “distance” dist(P;,P,) between two points P; and
P, of the least-energy path is given by Tab. 6.1.

118



CHAPTER 6. FROM PES TO FISSION CROSS SECTION 6.1. LEAST-ENERGY PATH

— Fission Line -~ Least-Energy Path Local Minima x Saddles

0.5 16

N ~

0.25 12

Deformaion energy [MeV]

-0.25

—0.5 ! ! ! ! !
1 1.1 1.2 1.3 1.4 1.5 1.6 1.7 1.8 1.9

C

Figure 6.4 — PES of the ?*°Pu based on the FRLDM and using the 2D generalized spheroid
parameterization. The path obtained with the least-energy (immersion) technique [16] is
shown as an orange solid line. The fission line is shown in red, and corresponds to points
7 with the smallest ¢ deformations that have the property V(q) = V(7 %%). The saddle

points are shown with magenta cross marks and the path local minima are marked with
white dots.
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Figure 6.5 — Projection of the least-energy path of the **°Pu on the elongation axis c.

The original PES is obtained using the generalized spheroid shape parameterization with
two (2D) or three (3D) degrees of freedom.
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Table 6.1 — Definition of the Pythagorean one-dimensional distance used for the least-
energy method.

dimension P P, dist (P, )

2D (c1,h1) (c2, ha) \/(01 — )%+ (hy — hg)?
3D (c1,hi,01)  (ca, ha, ) V/(c1 — c2)? + (b1 — h2)? + (a1 — ap)?

The one-dimensional projection using the Pythagorean distance rule is shown in the
left part of Fig. 6.6. It can be seen that the shape is somehow scaled along the “z-axis”
between the 2D and the 3D case. This highlights the fact that the Pythagorean distance
is not a sound definition for the deformation abscissa. This “z scaling” is caused by the
fact that, while deforming from the ground state to the first saddle point, the nucleus
takes small mass-asymmetric shapes. This fact must be taken cautiously because, as can
be seen in Fig. B.4 of Appendix B.1, the mass asymmetry parameter has small effect for
shapes with small elongation. The first saddle point is reached for (¢ ~ 1.2) and the
maximum of mass asymmetry for shapes between the ground state and the first saddle
point is a = 0.12, which is about half the mass asymmetry for shapes shown in Fig. B.4.
The saddle point area is yet completely mass-symmetric (o« = 0), which results in similar
shapes for first saddle points shown in Fig. 6.6 (blue dots). One can get convinced that
the path are quite similar between the 2D and 3D paths by examining again Fig. 6.5.
Except in the vicinity of the ground state, the 2D and 3D projections are identical up to
the second hump.

10 9.73 MeV —® |7 2D H
— i —3D
> - |
[
= 8l 1L i
> = N
o0 :
o - L -
g 6 [6.03 MeV H |
&} e I
=i L
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é) 21 | — Intermediate Well

= - |—  First Saddle

Second Saddle
—  Fission Shape

o~ | | '»
0 02 04 06 08 1 12 14 1.6
Deformation [Arbitrary unit]

Figure 6.6 — (Left) One dimension reduction of the *°Pu PES using the Pythagorean
distance rule for the 2D and 3D cases. (Right) Illustration of the shapes obtained for
the ground state, the saddle points, the intermediate well bottom and the “fission point”.
Data related to the 2D PES are shown with dotted lines.

Even if the z-axis of Fig. 6.6 is not completely justified, one can notice interesting
features concerning the curve height. For the second saddle point, the mass-asymmetry
has a significant effect and leads to a significant reduction of the second barrier height.
This effect has been noticed for a long time but remains yet a comforting result for
testing of the present implementation. The barrier heights, about 10 MeV for the mass-
symmetric path and about 6 MeV for the mass-asymmetric path are quite realistic for
actinides [144-146].
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From the shape of the curves, the ground state, the saddle points, the intermediate
well bottoms and the “fission points” can be identified for both 2D and 3D cases. It
can be noticed that, for the ground state, the first saddle point and the intermediate
well bottom, shapes and energies obtained in the 2D and 3D cases are identical. The
corresponding shapes are shown on the right part of Fig. 6.6. The solid (respectively
dotted) lines correspond to shapes obtained with the 3D (respectively 2D) model. One
can also notice that in the case of fission shapes (and also second saddle point shapes),
the 2D configurations are more elongated, which is expected from measurements analyses
of fragments total kinetic energy [147].

6.2 Least-Action Path

The least-energy path searching method explained above contains some arbitrariness,
for instance the path abscissa is not well justified. Also, paths down saddles to local
minima are not uniquely defined, and even the choice of the sequence of saddles and
minima can be questioned. An alternative approach to find a one-dimensional path in a
multidimensional PES is the least-action method. This method has two main advantages:
it provides a more satisfactory one-dimensional “fission abscissa”’, and the definition of
the “fission path” between two points is unambiguous. However the method requires the
introduction of an additional quantity, the deformation inertia tensor.

6.2.1 Deformation Inertia Tensor

Assuming that the deformation degrees of freedom of the nucleus are labeled ¢, the kinetic
energy T of the deforming nucleus given by [20]

: 1

kin . .

TH =Y 5 Bis(@did; (6.1)
]

where B;; are the components of the deformation inertia tensor. Assuming that this tensor

is known, several methods can be used to find the least-action path L that minimizes the

action integral S [20] defined by

5— / s, [ Bu@ LW @ - via©s), (6.2)

where V is the deformation potential provided by the PES, §° is the ground state
deformation and ds is the infinitesimal path abscissa. Two models for the inertia tensor

will be presented in the following.

6.2.1.1 Werner-Wheeler Approximation

Using the same image than for the Liquid Drop Model (¢f. Chapter 5, Section 5.2), the
deformation inertia of the nucleus is expressed as the deformation inertia of an irrotational
incompressible liquid drop. In this case, the deformation kinetic energy is given by [148§]

o1
Tk = 3P / d*r?(7) (6.3)
|4
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where v is the velocity field of the nuclear liquid and p,, is the mass density of the matter
contained in the sharp-edge volume V. This expression can also be written in terms of
time derivatives of the shape coordinates ¢ as

in 1 irr ..
T = ) E :Bij (@%‘%W (6.4)
i

The velocity potential ¢ defined by v(r) = ﬁgp is solution of a Laplace equation
Ap=0, (6.5)
and has Dirichlet boundary conditions on the nuclear surface S containing V:

or
0g;

VirE S, V(i) i) = O i) = Y dig (), (6.6)

where 7 is a normal vector to the surface at 7. Additionally, in the Werner-Wheeler
approximation, an additional hypothesis is made, stating that the z component v, of
the velocity does not depend on the p coordinate. Using these relations and the volume

conservation conditions 5
3 . 3o
gn dT—ZqZ- /dr—O, (6.7)
V (A

v
can be expressed using of shape parameterization function p(z) =

0
dq;
the tensor BYYW
p(z;q) [17] as
b 1 !/ /
BN = [ G0 |44+ FOARAE)]| . (68)

where zpin and 2.« are the minimum and maximum z coordinates of the nucleus surface
that verify p(zmin) = p(2Zmax) = 0, and where the A; functions are given by

Zmax

1 9 200 /
)04, p(2")dz". (6.9)

z

Figure 6.7 shows an example of the inertia tensor obtained using a 2D generalized
spheroid shape parameterization (¢, h). Since this tensor is of order two, i.e. a matrix,
a simple “graphical” representation can be used® for B.., Bpy and B,,. The B matrix is
symmetric, thus only one of the off-diagonal component (B.;) needs to be shown. The
structure on the upper-right part of the figures corresponds to the scission line, beyond
this line the Werner-Wheeler model implementation does not hold. This is not necessarily
an issue in the present study as such highly deformed shapes are not be investigated.
The validation of the Werner-Wheeler model implementation has not been completed as
analytical solutions exist for only few shape parameterizations [149], but not for those
used in this study. Because of the nature of the deformation inertia, the inertia tensor
must have only positive eigenvalues. It was verified that the eigenvalues of the inertia
tensor BYW remain positives in the whole deformation range, as part of the proof, the
square root of the matrix determinant is shown in Fig. 6.7.

3The graphical limitation is more related to the fact that the inertia tensor components depend on 2 or
3 deformation coordinates. The inertia tensor is always of order two but if three deformation coordinates
are used, 7 components would be shown and each of them would depend on 3 parameters.
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Figure 6.7 — Deformation inertia tensor BWVW

calculated with the Werner-Wheeler ap-
proximation for %)JPu. The shape is parameterized with generalized spheroid shape pa-
rameterization (c, h), the three components of the tensor BV, BYW and B\ are shown.
The square-root of the inertia tensor determinant vdet BVW is also shown. The triangu-
lar structure on the upper-right parts of the plots is due to inertia calculation failure as

this area corresponds to separated fragments.

6.2.1.2 Cranking Model for Deformation Inertia Tensor Calculation

In a symmetric way to the PES computation, a microscopic approach for the deformation
inertia can be made by using the cranking model. In this approach the single-particle
energies and wave functions obtained with the microscopic model described in Chapter 5
will be used to obtain a collective inertia tensor. The cranking model was first developed
by Inglis [18] to obtain the rotational inertia momentum (not the deformation inertia
tensor). This former rotational inertia momentum will be detailed later in this chapter.
Yet this approach is quite general to any collective coordinates. It was also further
developed by Belyaev to include effects of the pairing interaction. The cranking inertia
tensor Bf} is defined as [20]

) )
BE(q) =207 <O‘aq" ];n ><T;Laqi 0> : (6.10)

where 0 stands for the ground state and m for an excited state. The excited state m
can be written as the superposition of two quasiparticle excitations |m) = |vu), and thus
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Belyaev derived [19]

(]

where v, and u, are the occupancy and vacuum numbers of the pairing model (cf. Sec-

tion 5.3 of Chapter 5). Here again for this introduction of the model, only even numbers

of particles are considered. The + sign depends on the property of the operator 9/0¢;,
0

according to
10

In the following, it will be assumed a positive sign for this expression. The diagonal terms
of Eq. 6.12 are assumed to vanish, meaning that inserting Eq. 6.11 into Eq. 6.10, and
using the quasi-particle energies E,, — Fy = E, + E,, it leads to

0 0
{3 ; n) (1) du, du,
BI(q) =2k qEV o U o, + o) + 02y % 67; 81; Ei . (6.13)

nZ v

Oy Ouy
- —— 1
M> o, 90, (6.11)

0> = —i(uyv, = vyuu)<u‘%

0
dq;

u> . (6.12)

Brack et al. [20] modified this expression using the Fermi energy A and pairing energy
A that are involved in the pairing model (the BCS model in this case). They used the
following relation [150]

0
dq;

m) = (o] 2

(Ep — E0)<0‘ m> , (6.14)

m) = (o[,

where H is the single-particle Hamiltonian, and obtained
< OH

oA
cr 2 Y an HINK aQJ g 9
B3(q) =2h") BT By (et v’ + Py, (6.15)

uv

where

p=ms LA
= T2

v

+ (e, — A)

2, OA OA ONO0A 0N 0A
—— + Ae, — A) — +—
9q; 0g; 9q; 9g; 9q; 0q;  0q; O
A/ 10H
— A2 9 <V 6_ -
9q; \ 10g; dg; \ 1 0g;
OA < oH > OA < oH
v
where ¢, are the single-particle energies (not the quasiparticle energies E,). Even if
Eqgs. 6.15 and 6.16 seem complex, they are directly derived from Eq. 6.11, the BCS

2 ON O
oX 10l
N+ 2, V>)
—Ale, — A V|— + —(v v , (6.16
( ) (3611- 9q; 9g; \ 1 0qi >> ] (616)
equations (cf. Chapter 5) and the relation

e, < OH

dq; —\ dg;

y> . (6.17)
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Here Eq. 6.16 has been corrected from a misprint reported in Ref. [151]. Brack et al. [20]
also derived expressions for the derivatives d\/0¢q; and OA/dq; that simplify the compu-
tations (the only remaining derivatives are related to the Hamiltonian), these derivatives
are expressed as

o\ ac; + bdl 0A bCi — Cl,di
Y R

g A+ b2 dq;  a?+0? "’ (6.18)

where

OH OH (6.19)
g ) a1
SIS SR TIPS ORI
For the computation of the H /dq; term, it is usually assumed [20] that
OH oV
~ 6.20
9q; 9q; ( )

where V is the scalar potential of the Hamiltonian.

The cranking inertia tensor as described above has been implemented during this
work. In the cranking model, the two types of nucleons provide two components B(®)
and B“'(®) | respectively for neutrons and protons, that are summed to obtain the eventual
nucleus deformation inertia B¢,

BCr _ BCF(H) + BCY(P) (6.21)

An example is shown in Fig. 6.8 for the neutron contribution of 3}Pu. On the contrary
to the very regular variation in the Werner-Wheeler approach (c¢f. Fig. 6.7), the cranking
model leads to many fluctuations related to the nuclear structure and to the changes
in the nucleon wave functions as the nucleus deforms. The tendency of the B.. and
B, components to raise as c¢ increases can be seen for both the Werner-Wheeler and
the cranking models. Yet, the order of magnitude of the inertia is quite different for
both models. As said earlier, the Werner-Wheeler still needs deeper verification, and this
difference of magnitude may be caused by an error in the implementation. But it is to be
expected that such different approaches may lead to very different results. In Ref. [151],
it is reported that a difference between the two approaches could be as large as one order
of magnitude, which is quite consistent with the present results. Finally, in Fig. 6.8, the
square root of the BY"™ determinant is also shown as a verification of the positiveness of
det [BSr™].

To verify the implementation of the cranking model the method described in Ref. [151]
was applied. In this method, the single-particle model described in Chapter 5 is used
with a perturbed spheroid shape parameterization. In the analytical test case that will
be described now, a single shape parameter € is retained to describe the shape (cf.
Appendix B.1). The nuclear scalar potential used in the single-particle Hamiltonian is
a deformed harmonic oscillator (not a Yukawa-folded potential). No Coulomb potential
and no spin-orbit coupling are present in the Hamiltonian. Thus the analytical base
functions |n,n,AY) defined in Chapter 5 are the exact single-particle wave functions. The
Hamiltonian potential VHO is defined by

[hwin + hw.£7] (6.22)

N | =

~ 1
VHO — §m(wip2 +w?2?) =
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Figure 6.8 — Neutron contribution to the deformation inertia tensor B¢*® calculated with
the cranking model for 2§2Pu. The shape is described with generalized spheroid shape
parameterization (c, k). The three components of the tensor (B&'™, BS™ and Byr™)
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are shown . The square-root of inertia tensor determinant v det B¢® is also shown.

where m is the mass of the nucleon, n and ¢ are the reduced coordinates defined in
Chapter 5 (¢f. Eq. 5.55), and

2
szwO(l—F%) and wzsz<1—§>. (6.23)

The wy parameter is defined so that w?w, is independent of €, and is given by

1 9 -1/3
wo = w [1 — e (§ + QL;)} : (6.24)

The w) parameter is similar to the one introduced in Chapter 5, ¢f. Eq. 5.54. The
Hamiltonian derivative of Eq. 6.20 can be written

dH _ qvho
o~ S =t [l + Ale)?] (6.25)
where
Files) = €2(€2 +6) +9 and foles) = 2 €2(2¢,+3) -9 (6.26)

[27 — €2(9 + 2¢,)]*? [27 — 2(9 4 26,)]Y*

Equation 6.25 differs from the corresponding expression in Ref. [151] by a factor of 2. It
seems that the authors of Ref. [151] derived the right-hand side of Eq. 6.22 with respect
of €5 without considering the n and & dependency on e;. This is unfortunately propagated
through the whole paper.
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The inertia tensor is reduced to a scalar function (as only one deformation parameter
is considered). Its expression (Eq. 6.15) reduces to

B (e5) = 18K2[ul? Z (] file2)n + falea)§?[p)|?

(u,v, + vou,)® +P,(e2) . (6.27)

(B, + B,)°

D(es)
The coupling matrix elements (v|f1(ea)n+ fa(e2)§?|p) can be computed analytically using
the expression of the wave functions (v| = (n/.n.A'Y'| and |u) = |n.n,AY) (defined in

Chapter 5). The analytical derivation eventually yields
WA+ fo(e2)€11) = Sa by b fu(e2) [ (20 + 1+ M),
— Ve + Mot = VOt D+ A+ Doy, 11]
+ OO 50 fa(E2) [(m + 1)

+ 1/na(n = D)ons ez + 2/ (02 + 2)(n + 1), ,nzH] . (6.28)

Here again, this result differs from the corresponding expression in Ref. [151] in which
two non-diagonal terms were omitted. The P., expression is obtained from Eq. 6.16 and

reduces to [151]
282 1 dr\? dA\? d\ dA
P = — | | A— L= A2 == 2A (€, — \)— —
€2 (62) zy: ( d€2) + (6 )\) (dﬁg) + ( >\) d€2 d€2
dA < dv

8 E3
— —2A
dey dey V> S

— A2

dA< dv 1/> (6.29)

dEQ d_€2

The pairing and Fermi energies involved in Eq. 6.29 are computed using the usual BCS
formalism and Egs. 6.18 and 6.19.

A comparison between the implemented general model and the derived analytical
model is shown in Fig. 6.9 where both D(e2) defined in Eq. 6.27 and P,, obtained from
Eq. 6.29 are shown.
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Figure 6.9 — Comparison of results obtained with the analytical cranking model and the
CONRAD cranking model.

The two models for the inertia tensor are thus available in the CONRAD code, the

Werner-Wheeler model and the cranking model. They can now be used to investigate the
effect of the two very different approaches on the determination of the fission path.
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6.2.2 Action Minimization and Path

Finding the least-action path consists in finding the sequence L of shapes the deforming
nucleus will take, so that the action integral (Eq. 6.2) is minimized. Several techniques
can be used to obtain such a path L. When the PES V(§) is given as a grid, for instance
when each coordinate ¢; spans over an equally spaced range of values, the Dijkstra [152]
or the A* algorithms [153] can be used. They consist in an exploratory approach of the
grid. The two algorithms will not be detailed here, only a simplified version of the Dijik-
stra algorithm will be explained. Given two points of the grid, a starting point and an
ending point, the algorithm will explore from the starting point, all paths to “neighboring”
points, then to the neighboring points of this neighbor, etc. At each step the algorithm
tests if a shortest path has been found from the starting point to the current neighbors.
This approach, has two main liabilities. First, the computation time can be prohibitive
if the calculation grid is refined, especially using the Dijkstra algorithm. Additionally,
the amount of required memory can be very large, even for current computers, depend-
ing on the implementation. The Dijkstra approach has been tested with a procedure
implemented in the Boost C++ library [154]. Yet, it was necessary to make an internal
implementation to reduce the memory use. It must also be noticed that the exploring
graph (i.e. the grid) cannot be interpolated without increasing the number of points of
the grid and thus the computational cost. The paths obtained with this method have a
coarse shape even if the grid is fine enough to perform proper interpolations. The second
issue related to these methods is that the definition of a one-dimensional deformation
parameter is not straightforward. It should yet be noted that the Dijkstra algorithm has
the advantage of yielding the exact solution. In addition, it has some advantages when
the “ending point” is not defined a priori as the Dijkstra algorithm compute the shortest
path from a starting point to all points without too much extra computation time.

Other methods exist, the one retained for this study is the Ritz method [155]. In
this method the starting point ¢%° and ending point ¢ must be known a priori. An
evolution function ¢;(x) is associated to each coordinate.

N
gi(x) = Z ai sin(krx) + (¢ — ¢ + ¢, (6.30)
k=1

where z is a parameter evolving in [0,1]. Here the a} parameters must be found to
minimize Eq. 6.2; that becomes

1

5= [an Y By@E V@ - V), (6:31)

0

The problem becomes a minimization of a function, Eq. 6.31, over its range of definition
that is related to the ai. For the global minimum search the NLopt [156] optimization
library has been used*. One disadvantage of this Ritz representation is that the parameters
ai are strongly correlated with each-other, and thus several sets of parameter values can
describe very similar paths (no uniqueness of the solution). This property is not yet a
problem for eventual applications because the similar paths would lead to similar fission
barriers. However this feature can be an issue for the global optimum search. Indeed the

4The global optimum search can be done using several algorithms, to simplify the comparisons pre-
sented in this work, the GN_DIRECT algorithm has been used in all calculations. Yet a sensitivity study
of the optimum search results with respect of the algorithm should be done.
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program searches for the global optimum and several parameter sets can lead to similar
path (and thus to similar value of the action integral). It would take time for the program
to determine which path is the best. In practice a timeout is set to the optimization.
If the computation time of the minimization exceeds the timeout, the NLopt program
returns the best path that has been found.

Several ending points ¢ are tested to get the one with the smallest action integral.
The tested points are those contained in the “fission line” defined for the least-energy
method. In the case of three or more dimensions, this line becomes a surface or a hyper
surface. It should be stated here that the algorithm, while searching for the a}, coefficients,
may “explore” deformation area where the V(q) < V(g©%). This occurs for example when
the path is close to the chosen ending point. Indeed the ending point is defined as
the first point of the grid that has an energy V() below V(7%). As the grid can be
coarse, the integration method computing Eq. 6.31 may need to evaluate the function in
a deformation region where V(§) < V(7 %%) and thus the square root results in complex
values. This is avoided in practice by taking the real part of the square root, the action
integral remains unchanged. Another feature concerning this method is that the final one-
dimensional path may need to be rescaled along the x axis so that the potential for z = 1
is equal to V(g%%). This has in practice no effects on the eventual fission transmission
coefficient if the one-dimensional deformation inertia is also scaled. In can be stated here
that it is possible to operate a variable change [157] so that the deformation inertia matrix
is diagonal and independent of the deformation. In such cases, it is the potential that
“absorbs” the deformation dependency of the inertia tensor. The deformation inertia still
needs to be computed but the subsequent equations can be simplified.

6.3 Least-Energy V.S. Least-Actions

To illustrate the difference between the least-energy and the least-action methods, the
paths resulting from the *°Pu 2D PES are shown in Fig. 6.10. The least-action path search
is performed using the Werner-Wheeler inertia tensor (white curve) and the Cranking
inertia tensor (purple curve). In the beginning of the paths, the cranking path seems to
follow the least-energy path (orange curve), then it differs to reach the fission line in a
more “direct” way than the least-energy path. On the opposite, the Werner-Wheeler path
crosses the hill between the first and intermediate wells then avoids the bottom of the
intermediate well and directly reaches the fission line. The Werner-Wheeler inertia tensor
has very slow variations for ¢ < 1.4 (¢f. Fig. 6.7); thus one would have expected the path
to follow the PES valleys. On the contrary, the Werner-Wheeler path seems to “ignore”
the structures of the PES. This may indicate an issue with the present Werner-Wheeler
implementation.

The practical advantage of the least-action technique is that it provides a convenient
deformation abscissa = (¢f. Eq. 6.30). It also provides one-dimensional deformation-
dependent inertia parameter p(zx) defined by

dg; dg;
= B () ——=2. 6.32
For least-energy paths, a constant inertia parameter p°™" is considered. Its value is given
by [22]
(ot = 0.054A%31% MeV (6.33)
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Figure 6.10 — Fission paths obtained with the least-energy and least-action methods. For
the least-action method, two types of deformation inertia tensor are used (Cranking and
Werner-Wheeler).

where A is the mass number of the fissioning nucleus. In the present case, it is **°Pu, so
that
pe"t = 500h* MeV . (6.34)

Figure 6.11 shows the least action paths obtained with the 2*°Pu 2D PES where the inertia
parameter y is either obtained from the Werner-Wheeler model or the cranking model.
The constant inertia parameter ™" is also shown for comparison. It can be seen that
the saddle points heights are quite similar in the two approaches. The second saddle point
is of course very high due to the 2D limitation of the PES in this case. The widths of the
first barriers differ significantly between the two methods, so do the widths of intermediate
wells. The deformation inertiae differ significantly in terms of magnitude and shape (cf.
Figs 6.7 and 6.8). These differences in deformation inertia, as exemplified by Fig. 6.11,
this will have a dramatic effect on the eventual transmission coefficient calculation, as it
will be demonstrated later in this chapter.

Similar calculations were attempted in the case of the 3D PES, however it happened
that the present Werner-Wheeler implementation make the inertia tensor have negative
eigenvalues. This is nonphysical as it would imply that a shape parameterization could
be found, in which the inertia tensor is diagonal with at least one of the diagonal term
being negative. This is incompatible with the physical definition of inertia that is always
a positive quantity. Therefore only the cranking inertia tensor is used for the rest of
the present study while considering 3D PES. The corresponding result are shown in the
left part of Fig. 6.12. Contrary to the least-energy case, if can be seen that the barriers
obtained from the 2D and 3D PES are completely different. In the 3D case, its seems
that the first barrier height is lower than in the least-energy case, which is not possible
because of the way the least energy path is constructed. The results comes for the fact
that the least-action path does not reached the true intermediate well. The first low
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Figure 6.11 — One-dimensional least-action potentials (blue curves) and inertia parameters
(red curves) obtained from the 2D PES of **°Pu using either the Werner-Wheeler (left)
and cranking (right) deformation inertia tensors. The constant inertia parameter (green
curve) is shown for comparison.

barrier, about 2 MeV height is not a barrier leading to the same intermediate well as in
the least-energy case. The explanation of this smaller “first” saddle point height can be
understood if one considers the projection of the path (defined in a 3D space (c, h,«))
on the 2D plane (¢, h,ac = 0). The path obtained in this case shows that the nucleus
“remains” in the first well prior to deforms towards fission. The effects of the second well
(visible on the PES figure background near (¢, h) = (1.5,0)) are only slightly reproduced
in the one-dimension barrier (left part of the figure) at the top of the “second barrier”.
The fluctuations observed on the top of the “second barrier” do not correspond to the
background potential because in this part of the path, the nucleus shape has a non-zero
a value.

8 T T T 2000 0.5 F 16
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Figure 6.12 — (Left) One-dimensional potential (blue curve) and inertia parameter (red
curve) obtained for the *°Pu with the least-action method applied to the 3D PES and
using cranking deformation inertia tensor. The constant inertia parameter (green curve) is
shown for comparison. (Right) Projection of the corresponding 3D path on the (¢, h,a =
0) plane. The deformation potential also corresponds to the (¢, h, a = 0) “slice”.

An alternative method in the search of the least action path consists in changing the
selected ending point. The ending point is no longer the point of the fission line having
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the smallest calculated action integral (calculated by Eq. 6.31). The new ending point is
the one related to the lowest barrier height of the path (which is specific to the ending-
point) . The corresponding results, 3D—Cranking-V;,;,, are shown in Fig. 6.13. In this
case, the one-dimensional fission barrier leads to first saddle point and intermediate well
heights that are similar to those obtained with the 2D PES (¢f. Fig. 6.11). Additionally
it can be noted that in this case, the one-dimensional deformation inertia behavior seems
anti-correlated to the barrier shape.

8 T T 1000
’ 3D—Cranking—Viin
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——— Constant inertia parameter
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Figure 6.13 — One-dimensional potential (blue curve) and inertia parameters (red curve)
obtained for the ?*°Pu with the least-action-V,,;, method for the 3D PES and using the
cranking deformation inertia tensor. The constant inertia parameter (green curve) is
shown for comparison. The least-action method used here differs from the one used in
Fig. 6.12 as the ending point is chosen to be the one related the lowest barrier height.

At this point, two main options seem promising for the final application of fission cross
section modeling: the least-energy method and the least-action-Vj,;, method (because of
the reasonable values of the barrier heights). Yet the regular least-action method will
be preserved in the next step (barrier transmission coefficient calculation), so that the
difference between the two least-action methods can be highlighted.

6.4 Numerical Transmission Coeflicients

Now that the one-dimensional potential has been extracted from the PES, the related
transmission coefficient can be calculated. As the shape of the potential can be very
general, a numerical method must be used to obtain the fission barrier transmission
coefficient out of a numerical deformation potential. Two cases will be treated depending
if the one-dimensional deformation inertia deformation-dependent or not.

6.4.1 Deformation-Independent Effective Mass Parameter

The barrier transmission coefficient can be computed with the same approach than the in
Hill-Wheeler and Cramer-Nix models (¢f. Chapter 4). The fission process can be modeled
as a fictive particle tunneling through a potential barrier. The difference in this case is
that the deformation potential is numerical, thus no analytical solution can be given
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and a numerical approach must be found. If the deformation inertia p is constant with
deformation, the particle tunneling process is described by a wave function ¥ solution of

L V)V = EV. (6.35)

This equation can be written in the general form
f'(@) + W(z) f(x) =0, (6.36)

for which many numerical methods exist. Several methods have been implemented,
namely:

e The piece-wise constant discretization of the potential, analytical solving on each
piece. In this method, the potential V' is transformed into a piece-wise constant
function. On each constant fragment, an analytical solution of the wave function
can be found. The piece-wise wave functions are then smoothly matched to obtain
the complete wave function.

e The piece-wise linear discretization of the potential. This method differs from the
former only by the definition of the analytical solutions that are defined on each
piece of linear potential segment.

e The Jeffreys-Wentzel-Kramers-Brillouin method (JWKB) [158]. This method relies
on a quasi-classical approximation of the physical tunneling problem.

e The Numerov method [21]. This is “only” a numerical method that can be used to
solve differential equation of type of Eq. 6.36. This method is especially efficient in
transmission coefficient calculation problems.

In the interest of simplicity and clarity, only the Numerov method will be presented here.
The piece-wise and JWKB methods are described in Appendix D.1. The performances of
the different numerical methods will then be compared.

6.4.1.1 Numerov Method

The Numerov method does not rely on physical assumptions but only on mathematical
hypotheses regarding Eq. 6.36. The variable = is discretized and the equation is solved
“backward” from z = Zyax to z = 0. If {z,}, stand for the discrete abscissae — all
separated by a constant step h, a recurrence relation is provided by the method between
corresponding ordinates {f,}, . The mathematical assumption would be that in this
recurrence relation, terms higher than h® are neglected. See Appendix D.1.3 for the
derivation of the method. The recurrence relation is

5h? h?
(2 - _Wn) fn + (]— - _Wn+1) fn+1

6 12
Jno1 = 2 : (6.37)
1——=W,_
12"
where W,, = W(n,,). The wave function ¥ for n = ny can be written in the form
U (ny) = b=, (6.38)
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where by, € C*. Using this expression, the wave function derivative is
V' (ny) = ikoobage™=" . (6.39)

Using these expressions for W and W', one assumes that h = ny — ny_1 is small enough,
so that the wave function for 7 = ny_; can be expressed as

V(ny-1) = Y(nn) — h‘l"(mv) . (6.40)

Thus the two first points of the recurrence (Eq. 6.37) are defined and the wave can be
computed down to = 1. Then a same approach than for Eq. 6.40 can be used to obtain
from W(no) and W(n,) the values ¥ (1), then coefficients ¢y and by can be found using
the relations

U(no) = boe™™ + coe~ om0, (6.41)

W' (o) = ikoboe™™™ — ikgcoe™ O™ (6.42)

The transmission coefficient can thus be obtained using Eq. D.7; here recalled

2

_ P
-

boo

T(E) o

(6.43)

6.4.1.2 Verification and Comparison of the Methods

To check the accuracy and to compare performances of the implemented methods, analyt-
ical test cases were analyzed. These analytical cases are detailed in Appendix D.2, they
consist in a step (or square) potential, a triangular potential and a triple, smoothly-joint
parabola potential. As detailed in Appendix D.2, the Cramer-Nix analytical solution has
to be slightly modified to provide a practical baseline. The tests performed with the
square and triangular potential will not be presented here but were quite satisfactory.
Instead, focus is made on methods comparison with the triple, smoothly-joint, parabola
potential.

First, the JWKB method is compared with the analytical case. Even if the JWKB
method has the significant advantage to be applicable for general shapes of the potential,
and to consist in a single integral, it cannot be used in all cases. As it is shown in analytical
examples in Appendix D.2, transmission coefficients can have resonant structures for
energies above the barrier maximum that cannot be obtained with the present JWKB
approach. In practice the JWKB approximation becomes inaccurate for energies just
below and above the barrier maximum. This can be seen in Fig. 6.14, where the analytical
“modified” Cramer-Nix model, described in Appendix D.2, has been used as a reference
for the calculation. The last resonance before the JWKB method fails is shifted by
about 20 keV with respect of the analytical result. For energies above the barrier height,
Eq. D.18 cannot be used anymore. In such cases the transmission coefficient value could
be arbitrarily set to one but structures observed in the analytical case (black curve in
Fig. 6.14) cannot be reproduced. In practice this means that this approach cannot be
used for fissile isotopes.

Other methods do not have such restrictions. To compare performances of the imple-
mented methods, an error score d is defined as

/dE|Tnum(E) _ Texact<E)|

5= , (6.44)

/ dETexact (E)
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Figure 6.14 — Calculation of the transmission[ coef]ﬁcient for the Cramer-Nix potential
using the JWKB approximation. Analytical results are also shown. The triple parabola
test case potential is defined by Fy = E3 = 6 MeV, Ey = 2 MeV, hw; = hws = 1 MeV,
hwy = 0.5 MeV, u/h? = 0.054A%3 (in MeV ') where A = 240 (¢f. Appendix D.2).

where T™"™ is the transmission coefficient obtained with a given numerical method, and
Texact is the corresponding value obtained with a reference analytical model. The integrals
are performed over an arbitrary testing energy range. The smaller §, the better the
performance. To compare methods, a performance diagram is used where the running
time (driven by changing the discretization step) is represented as a function of the error
score 0. Figure 6.15 shows such a diagram.

The same calculation is performed with the three methods several times with varying
discretization, thus yielding different running times and different error scores 9. It can be
seen that the piecewise linear method has more fluctuating performances than the other
methods. This is due to the inherent numerical issues of the method that are explained
in Appendix D.2. Unfortunately, the “mixing” with the piecewise constant method does
not solve completely the problem. One can also see that this method is significantly less
efficient than the two others, because of the time required for the evaluation of the Airy
functions. Even if the potential is accurately described with less points than in the con-
stant piecewise method, this gain in discretization is overwhelmed by the computational
cost of the Airy functions. It should be noted here that the discretization was performed
using the constant deformation step. Unlike in the Numerov method, a uniform dis-
cretization grid is not necessary for the piecewise methods and a smartly tuned mesh
could change somehow the performance of the method. Finally the Numerov and the
piecewise constant methods have similar performances. In general the piecewise constant
method is better but if rapidity must prevail over accuracy, the Numerov method should
be used instead.
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Figure 6.15 — Performance diagram related to the piecewise constant method (Constant),
the piecewise linear method (Linear) and the Numerov method (Numerov). The potential
used is the triple, smoothly-joint, parabola potential described in Appendix D.2. To
make this test representative, each run consists in 500 transmission coefficient calculations
defined for energies between 2 and 7 MeV.

6.4.2 Deformation-Dependent Effective Mass Parameter

In this case the kinetic operator 7' of Eq. 6.35 must be modified. A general form satisfying
the Hermitian property of the operator and yielding the usual equation when inertia is
constant with deformation is

T 1 ans Ba A B
T = (Wpr’pi + w0 pp’pet) (6.45)
where «, 8 and v are real arbitrary parameters satisfying the von Roos [159] condition:

a+ B +~v=—1. If u does not vary, one gets the usual operator

~2
~ p
T==—. 6.46
2 (6.46)
After some algebraic manipulations, Eq. 6.45 applied to a given wave function ¥ becomes

R h2 { ’u/ |: Iu/2 1 ,u//
TV =—— |V -V + |[B+y)v+ 1)+ 1= —z(1+08)—]| V| . (6.47
2 . [(B+7)(v+1)+1] - 5(1+6) - )
To get rid of the a, 5 and v parameters, the BenDaniel-Duke [160| conditions a = v = 0
and f = —1 are used. Equation 6.47 simplifies to
1.1 h? {

T = p=p¥ = ——

Nl
—— | == 4
2 p 21 } (6.48)

i
As this expression involves a first order derivative W', the Numerov method described in
the previous section cannot be used. A fourth-order Runge-Kutta method has thus been
implemented to treat problems with varying inertia.

The fourth-order Runge-Kutta method is a numerical method that can be used to
solve differential equation of types

u'(n) = Fln,un)]. (6.49)



CHAPTER 6. FROM PES TO FISSION CROSS SECTION 6.4. NUM. TRANSMISSION COEFFICIENTS

In the present case, the differential equation

TV 4+ V(n)¥ = EV (6.50)
can be written )
v -y 2y — B)yw = 0. (6.51)
I h?

Equation 6.51 can be turned into a form of Eq. 6.49 by defining

u= (Z?) = (g) and  Fln,u] = %ul . 2;;(:7;1) Vo — By | (52

Just like in the piecewise methods used when p is constant, the deformation range is
discretized, and initial condition

1

Uy = bogeiheeimax (Z L > with b € C*, (6.53)

is imposed on the outermost part of the potential n = 9y = Nmax, Where

24
koo = ﬁ[V(nmaX) — E]. (6.54)
At a given step 7, the function u,, = u(n,) can be computed from w,; by
h
Up = Upt1 — 6(]4?1 + 2]{32 + 2]{?3 + k?4) s (655)

where h is the constant distance between two points 7, and 7,,; and

ki = Fnn, uy], (6.56)
ks = Flnn + % u, + 2k, (6.58)
Once u(n) is computed, one can define
1 .
bo = 5 [ikoW(no) — W'(n)] e~ "0 , (6.60)
Q’Lko
and obtain the transmission coefficient using a slightly modified version of Eq. 6.43:
kooM(UO) boo 2
TE)= ——=|— 6.61
( ) kou(nmax) bO ( )

Both accuracy and performance of the method can be analyzed with the same method
than in the case of constant inertia. For the analytical case, the same “modified” Cramer-
Nix model, described in Appendix D.2 has been used as a baseline. Even though, in this
analytical case, inertia is constant, it is still a good verification of the implemented algo-
rithm. The performances of the piecewise constant and Numerov methods (¢f. Fig. 6.15)
are reported in Fig. 6.16 for a comparison with the benefits brought by the Runge-Kutta
method. Results of the Numerov method are reported here, yet this method cannot
be used when deformation inertia is deformation-dependent. The performances of the
method is quite similar to those of the piecewise constant method and even slightly bet-
ter.

137



6.4. NUM. TRANSMISSION COEFFICIENTS CHAPTER 6. FROM PES TO FISSION CROSS SECTION

100: T T T 11117 T UL T T T TTTTT] T T T TTTTT] T UL T \\\HU;

I Low performance |

107 E

5] - ]

g |

- - B

%D | |— Constant |
= ——  Numerov

é 1072 | | — Runge-Kutta

H High performance

10—3 | Ll | | Ll Ll

10° 10~4 10-3 10—2 101 10° 10!
Error score § [%)]

Figure 6.16 — Performance diagram for the piecewise constant method (Constant), the
Numerov method (Numerov) and the Runge-Kutta method (Runge-Kutta). The potential
used is the triple, smoothly-joint parabola potential described in Appendix D.2. For this
test, 500 transmission coefficients are computed for energies between 2 and 7 MeV.

6.4.3 Effects of Path Searching Method and Deformation Inertia
Tensor on Transmission Coefficient

6.4.3.1 A Test Case

Prior to tackle transmission coefficient calculation for actual potentials, the effect of the
deformation-dependent inertia parameter p(x) is analyzed here on a test case. The triple,
smoothly-joint, parabola potential described in Appendix D.2 is considered. To highlight
the effect of inertia parameter u, four cases are considered.

const

e The inertia parameter p(z) = p is constant and given by Eq. 6.33.

e The inertia parameter varies according to’

(1-— lm2)2

. 14 222 1 e
Bi(eg) = p=™ |1 — X + X 97 (1 _ 2o —:1:3> ~1|, (6.62)
3

where X takes values between 0% (i.e. u(z) = p®™") and 100%, namely X =
0%, 1%, 5%,10% and 100%. To avoid over cluttered figures, only the first four
values will be used to compute transmission coefficients.

These choices of parameterization of p are illustrated on the left side of Fig. 6.17. It can
be seen that the difference between the constant case and the 1% variation is minute.
The related transmission coefficients are calculated using the implemented Range-Kutta
method, corresponding results are shown on the right side of Fig. 6.17. It can be seen that
change in inertia has small effect for the low-energy resonances. However for resonances
located juste below the barrier maximum (here 6 MeV), the change is dramatic, even
for small values of X. The overall increase of inertia with deformation on transmission
coefficient densify the number of observed resonances.

5This parameterization is chosen to be consistent with Eq. 5.121.
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Figure 6.17 — (Left) Inertia parameters used in the test case. (Right) Corresponding
tranmission coefficients. The triple parabola test case potential is defined by E; = E3 =
6 MeV, By =2 MeV, huw;, = hws = 1 MeV, iws = 0.5 MeV, p/h? = 0.054A4°%/3 (in MeV 1),
where A = 240 (¢f. Appendix D.2).

6.4.3.2 Actual Barriers and Inertia Parameters

To highlight the dramatic effect of the deformation dependence of the inertia tensor,
five different test cases have been treated. All test cases are related to the 3D PES of
240py reduced to a one-dimensional barrier. In all cases the transmission coefficient is
calculated using the Runge-Kutta method described here above. These tests will show
the effect of the searching method, least-energy (LE), least-action (LA) or least-action
with smallest barrier height retained (LA-Vi,,). Two cases will be considered in the
least-action methods, one using the inertia parameter p(z) obtained with the cranking
model, the other using the constant value ™" given by Eq. 6.33. The constant inertia is
only related to the one-dimensional calculation, the PES reduction to a one-dimensional
potential is always done using the cranking inertia tensor. Present five test cases are:

e Least-energy potential and constant inertia parameter (LE-u<t), ¢f. Fig. 6.6.
e Least-action potential and a varying inertia parameter (LA—u(z)), ¢f. Fig. 6.12.

e Least-action potential and constant inertia parameter (LA—u®"™") i.e. the least-
action path is obtained with the Cranking inertia tensor, but it is a constant inertia
parameter that is considered with the one-dimensional barrier, c¢f. Fig. 6.12.

e Least-action potential (with smallest barrier height retained) and a varying inertia
parameter (LA-Vii-p(z)), ¢f. Fig. 6.13.

e Least-action potential (with smallest barrier height retained) and constant inertia
parameter (LA-Vi,-u™"), ¢f. Fig. 6.13.

The four least-action methods are compared in Fig. 6.18. It can be seen that the
LA methods (green curves) produce less structures that the LA-V,;, methods, this is
especially true for LA-u"*. This is due to the fact that the LA potential (¢f. Fig. 6.12)
consists almost in a single barrier. This barrier height is also about 2 MeV higher than
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the corresponding one of the LA-V,,;, potential. This explain the energy shift (of about
2 MeV) that can be seen between methods (i.e. between blue curves on one side and
green curves on the other side). A surprising effect is observed comparing the LA-p st
and LA-u(x) results; the inclusion of a varying inertia parameter restores structures in
the transmission coefficient. This type of phenomenon is proven here to have spectacular
effects, but is never considered in evaluation techniques. This effect is less visible for the
LA-V,in methods because the intermediate well (Fig. 6.13) allready induces resonance
structures. A last feature can be observed from Fig. 6.18; the deformation-dependent cases
(i.e. solid lines) exhibit fluctuations up to quite higher energies than the corresponding
deformation-independent cases (dashed lines).
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Figure 6.18 — Transmission coefficients calculated using the least-action potential (LA)
and using either a constant inertia parameter (dashed curves) or a deformation-depedent
inertia parameter (solid curves). The transmission coefficients are shown in linear scale
(left) and logarithmic scale (right).

Finally the LE-u®"* and LA-V,,-p(2) methods are compared. The related results
are shown in Fig. 6.19. Two main features should be noticed. First, the LE method
produces many more resonances than the LA-V,,-u(x) method, this is probably due
to the difference in the shape of the intermediate wells. Second, in the LE case, the
transmission coefficient tends to its asymptotic value much faster than in the LAV, ;.-
p(x) case. For energies much above the barrier heights (about 6 MeV in both cases),
the LA-Vin-p(z) method still exhibits strong fluctuations whereas, in the LE case, the
resonances are almost completely damped. One could finally notice that LAV ,i,-p(x)
(respectively LE) leads to a resonance near 5 MeV (respectively 4.5 MeV) that are observed
experimentally with surrogate reactions [161,162].

At this point it is not possible to determine which method is the best suited for cross
section modeling as transmission coefficients cannot be confronted with experimental data.
To obtain transmission coefficients usable in fission cross section modeling, it is necessary
to introduce transitions states. To the difference of the usual evaluation method, these
transition states must be defined all along the fission path. The method used to deduce
them is described in the following section.
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Figure 6.19 — Transmission coefficient calculated using the LE-p"" and LA-Vi,-p(z)
methods. The transmission coefficients are shown in linear scale (left) and logarithmic
scale (right).

6.5 Transition states

As was explained in Chapter 4, the transmission coefficient calculated with a barrier shape
as obtained with the macroscopic-microscopic model stands for one way the nucleus can
fission. This latter barrier shape corresponds to configurations where the intrinsic energy
(i.e. the amount of energy that is not “taken” by the deformation) is minimal. This is why
this latter barrier is called the fundamental barrier. Additional states can be built “above”
the fundamental barrier standing for the configurations where part of the total energy is
“consumed” by the intrinsic degrees of freedom. These are the present extension of the
single-hump transition states. Several fission “channels” can be defined for each of these
configurations, they will be related to a specific new barrier shape that will be somehow
“shifted” with respect to the fundamental barrier. As the energy shift, corresponding to
the intrinsic energy, will depend on the deformation, the shift is not constant all along
the fission path. In the following, it will be assumed that these new barrier shapes do
not cross each other, this corresponds to the adiabatic assumptions. By analogy with the
transition states of Chapter 4 defined separately at each barrier hump, these new barrier
shapes will be called continuous global transition states. An illustration of such global
transition states is shown in Fig. 6.20.

10

T T
—— First J™ =47F
—— Seventh J™ =471

Deformation energy [MeV]

| |
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Figure 6.20 — Example of global transition states obtained with the LA-V,,;, path. The
two transition states correspond to the first and the seventh transition states related to
the quantum numbers J™ = 47,
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In this section the determination of these global transition states will be detailed so
that in fine a fission transmission coefficient 77" can be defined for each compound nucleus
J™ state defined as a sum of a certain set of barrier-related transmission coefficients related
individually to a unique global transition state.

6.5.1 Rotational Band

The global transition states that are “built” on the fundamental barrier are obtained as a
set of excited states having shapes similar to the corresponding fundamental barrier below.
The nature of these latter excited states are due to an internal configuration (intrinsic
excitation) or from collective excitations. These collective excitations can be related to
collective vibrations, with different modes (i.e. related to different degrees of freedom).
They can also be related to the rotation of the whole nucleus. There is an analytical
relation between the energy of a nucleus in its lower rotational state and the energy of a
“higher” rotational state (i.e. with a higher total angular momentum .J). Therefore, for a
given deformation, the excited states are defined as a rotational band built on the lowest
rotational state having this deformation (plus a possible intrinsic and vibrational energy
EiIIStZ»vib.)'

As only axially symmetric shapes are considered here, the global transition state energy

EJLE is given by [89]
s s h2
Eé].tf :Eilrft.+vib. + F [*](J + 1) - KQ} (6-63)
1
. h2 2
=EX ot K+-—[J(J+1) - K(K+1)], (6.64)
oI, oI,
EET,

where I, is the rotational inertia momentum related to an axis perpendicular to the
nucleus symmetry axis. Equation 6.64 also defines the band-head energy ELy; , i.e. the
energy of the first excited state of the rotational band.

For a given a band-head energy F& [, | some global transition states cannot be obtained
using Eq. 6.64 because selection rules prevent the possibility to obtain some J™ states from
a given K™ band-head. These selection rules are given by [163]

J=K K+1,K+2 .. K%#0,
J=0,2,4,.. K=0and 7 =+1, (6.65)
J=13,5,.. K=0and 7= —1.

In the following, explanations will be given on how the band-head state is obtained
(more specifically, how the EX" . term is obtained). Then two models for the rotational
inertia momentum I, will be presented, so that fission transmission coefficient T¢" could
be calculated and used to finally obtain a fission cross section.

6.5.2 Rotational Band-Heads

The rotational band-head energy Ef is obtained from a coupling between an intrinsic
excitation state and a vibrational state® using Eq. 6.64, so that

Bl = Bl + 5 K (6.66)
1

6This vibrational state can be composed of several phonons in several vibrational modes.
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The “int.+vib.” state is obtained by a combinatorial method, see for example Ref. [24],
so that energy EE’. . is obtained by

Efe b, = Z n By m B (6.67)

where EY™ is the elementary photon energy of the mode i (here the multi-phonon energy
is obtained assuming a harmonic oscillator model for the vibrations”). The EP term is
the quasiparticle energy of the intrinsic excitation ¢. It is supplied by the Yukawa-folded
model described in Chapter 5 combined with one of the pairing model described in the
same chapter. The m; and n; numbers correspond to the number of phonons or to the
number of the quasiparticle states of the excited configuration that is provided by the
combinatorial method.

The combinatorial method used was extracted from the AVXSF code [23,24] and
coupled with the CONRAD code so that the computation of the global transition states
is completely automated. For an excited configuration yielding EE", ., the K and
quantum numbers of the band-head are obtained by the following expression

K=|K/"™+ . + K+ K™ . 4+ K|, (6.68)

M N
T = H myib: H P, (6.69)
i=1 =1

where M is the number of vibrational phonons, and N is the number quasiparticle states,
that are involved in the configuration leading to E5, ;. They are also provided by the
AVXSF routine. The vibrational states are poorly known except for the ground state
shape, where spectrometry can be used to deduce experimental values. Therefore in the
present study it was assumed that only three basic vibrational states are involved with
no dependence on the deformation. Other vibrational states are built from these basic
states assuming harmonicity. The three basic states [164] are given in Tab. 6.2. These
states correspond to one-phonon vibrational states, assuming harmonicity and no coupling
between vibrational modes, the many-phono states can be obtained from the basis states
by combinatorial calculation.

Table 6.2 — Vibrational one-phonon states used in the rotational band-head combinatorial
computation.

n EY> [MeV] K =
1 0.15 2
2 0.7 0 -
3 0.8 1

6.5.3 Rotational Moments of Inertia

To obtain the band-head energy Eff (Eq. 6.66) and the global transition state £;{%
(Eq. 6.63), the rotational moment of inertia 7, must be obtained. In a similar way than
in the PES determination (c¢f. Chapter 5) and the deformation inertia tensor modeling,
two approaches (“macroscopic” and “microscopic”’) for the determination of I, will be

presented.

“This implies that the two-phonon state has an energy twice larger than the one-phonon state, etc.
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6.5.3.1 Rigid Body (Sharp- and Diffuse-edge)

In the “macroscopic” approach, the nuclear matter is considered a rigid, homogeneous
body®. The rotational moment of inertia can thus be obtained in the framework of
classical mechanics [93] as

Zmax

4
I, =7pu / dz <z2p2(z) 42 4(12)) +4Ma? : (6.70)
Zmin If shape has diffuse edge

where M is the mass of the nucleus, and py is the nuclear matter mass density. The last
term in Eq. 6.70 must be added if the nuclear shape has diffuse edge. The diffuseness
parameter a corresponds to the range of the Yukawa-folded density function (¢f. Chap-
ter 5). Yet, as it will be shown below, the diffuse-edge model has not been investigated
as the rigid body model already overestimates experimental data and the diffuseness of
the shape would increase this discrepancy.

6.5.3.2 Cranking Model

In the microscopic approach, the rotational inertia can be obtained with a cranking
model [18,19,166]. It is the same model that has been used to obtain the deforma-
tion inertia tensor can also be used to get the rotational inertia momentum. Just like in
the case of the deformation inertia tensor, the rotational inertia momentum [, is the sum
of the neutron inertia momentum ™ and the proton inertia momentum I namely

I =1"+1v (6.71)

The rotational inertia momentum, for instance for neutron, is given by

I(n) = 2h? Z |E|‘]:_|% (uyv, — u,v,)?, (6.72)

where |v) and |u) are the single-particle wave functions obtained with the Yukawa-folded
independent particle model presented in Chapter 5. Energies F, and £, are the quasi-
particle energies obtained by the BCS or the Lipkin-Nogami model, and v,, v,, u, and
u,, are the related occupancy numbers.

In the Yukawa-folded independent particle model, the single-particle wave functions
are obtained as a linear combination of the deformed harmonic oscillator eigenfunctions
|n,.n,AY). Therefore the coupling matrix elements (n/n/ A'>’|j.|n,n,A¥) must be known
so that Eq. 6.72 can be computed with the wave functions provided by the independent
particle model. The only non-vanishing matrix elements are |20, 167]

(ne,n, — 1, A = 1,35z |0, n., A ) = agy/2n,(n, + A)

(n, +1,n, +1,A =1, 3]jz|n,n., A, X —042\/2(712 D(n, + 1),

) = (6.73)
) = (6.74)
(n, —1,n, — 1L,A+ 1,340, ney A, ) = —any/2n.1, (6.75)
) (6.76)
) = (6.77)

(np,n, + LA+ 1,5|5.|nm, 0., A2 —ag\/2 (n,+ ) (n, + A+ 1),
—a1v/2(n, + 1) (n, + A),

<nr>nz + LA - 17 E‘jx‘nranzasz

8The macroscopic approach for the rotational moment of inertia considers here the nucleus a rigid
body, not a liquid drop. The most exact analogy with PES calculation of Chapter 5 would involve the
irrotational flow model [165].
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(n, +1,n, — 1,A = 1,%|j.|n,, n,, A, XY = a1/2n,(n,. + 1), (6.78)
(n, — Ln, +1,A+1,3]j.|n.,n,, A, X) = 2(n, + )n,, (6.79)
(ne,n, — 1L,A+ 1, 5|j.|n.,n., A, S) = —041\/2712 (n,+A+1), (6.80)
Ny, ny, Ay =Xz ne,na, A X)) = (6.81)

where

h W, Wl h W, Wi
ay 4(,IWL+«/%) an Qg 4(1/w¢ ’/wz)’ (6.82)
and where w, and w, are the deformed oscillator frequencies defined in Chapter 5.

6.5.3.3 Model Comparison and Validation

The two models implemented to calculate the rotational inertia momentum I, can be
benshmarked on a practical case. For ground state deformation the rotational inertia
momentum can be obtained for some isotopes from the analysis of their low-lying excited
states. For the present work, these low-lying levels have been analyzed using data from
the ENSDF database [168]. The results are shown in Fig. 6.21 and are rather consistent
with those reported in Ref. [169]. It can be seen that the rigid body model overestimates,
at least by a factor two, the experimental data, whereas the cranking model is in better
agreement for small and medium size isotopes but underestimates I, for heavy nuclei.

The ground state shape used to obtained the results shown in Fig. 6.21 are taken from
Ref. [12].
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— 2sNi s2Te — 5eBa — 55Ce
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— oHf — 7, W — ogCf
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Figure 6.21 — Rotational inertia momentum calculated with the cranking model (dashed
lines) and the rigid body model (dotted lines). Experimental data are also shown (solid
lines).

The rotational moment of inertia varies as the nucleus deforms towards fission shapes.
Figure 6.22 shows results obtained with both models as a function of the x deformation.
The path (set of shapes) used here is the least-action path LA-Vy,, (¢f. Fig. 6.6). It can
be seen that the dependency of the rotational inertia is quite similar for both models,
which is quite astonishing when it is reminded that they are obtained with completely
different pictures of the nuclear matter.

145



6.6. FISSION CROSS SECTION CHAPTER 6. FROM PES TO FISSION CROSS SECTION

300 ) ) 10

— —— Cranking model

\% : Rigid;)ody model g %
< arrier s
o, 200 [ >
= 1 £
3 &
B o
K s
= 100 =
= 1o
S A
= J

0 | | | 0
0 0.2 0.4 0.6 0.8 1

Deformation x

Figure 6.22 — Rotational moments of inertia calculated along the LA-V,,;, path for the
240Py. The red curve stands for moments of inertia calculated with the cranking model,
the green curve for the same quantity obtained with the rigid body model. The shape of
the corresponding fission barrier is displayed on the background (blue curve).

As can be seen in Fig. 6.21, the cranking model gives “slightly” better results than the
rigid body model for ground state moments of inertia. In the interest of simplicity and
representativity, it is only the cranking model that will be used in the next section related
to fission cross section modeling.

6.6 Fission Cross Section

To complete this chapter, an actual calculation of the fission cross section for the (n +
?39Pu) reaction is performed. In a first approach, the least-energy method is used. The
steps in the calculation of the eventual fission cross section are recalled below:

1. Considering a shape parameterization (here the (¢, h, ) Brack parameterization),
the potential energy of *°Pu is computed for a large number of shapes spanning
corresponding to given rages of the shape parameters.

2. From this PES, the least-energy path is obtained using the method described in
Section 6.1.

3. Once this one-dimensional path is obtained, the single-particle orbits are calculated
again for the shapes of the path, c¢f. Chapter 5.

4. From the single-particle states (¢; and ;) and occupation numbers (v, and u, ), the
rotational inertia I, is calculated for both neutrons and protons.

5. For each point of the path, the rotational band-heads are computed by the com-
binatorial combining of the single-particle energies and the elementary collective
phonons (¢f. Tab. 6.2) using the AVXSF routine.

6. These band-heads are calculated for all points along the path, then the transition
states are reconstructed using the moment of inertia I .

7. Several continuous transition states are thus obtained assuming adiabaticity of the
fission process.
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8. A continuous transition state is related to given J™ quantum numbers, thus each
couple J7™ is related to a set of transition states.

9. For given J™ and energy E* of the compound nucleus, a fission transmission coeffi-
cient can be calculated using the numerical methods described above, here consid-
ering the inertia parameter to be deformation-independent and equal to pc"st.

10. Using the Hauser-Feshbach modeling framework described in Chapter 4, the average
fission cross section is computed.

The eventual fission cross section is shown in Fig. 6.23. It can be seen that the calculated
cross section is “only” about 30% higher than the evaluated and experimental data. This
is actually fortunate as many “loose” assumptions were used in the whole treatment, for
instance the definition of the fission abscissa, or the use of single-particle states obtained
from a phenomenological average field. Additionally some less-arbitrary hypothesis were
also made, for instance the inertia parameter is assumed to be constant and equal to a
somehow arbitrary value.
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Figure 6.23 — Fission cross section of ?*Pu obtained using an underlying macroscopic-
microscopic model (least-energy path). Evaluated (JEFF-3.2) and experimental data
(Weston [170] and Meadows [171]) are also shown for comparison.

It can be seen that, even if the order of magnitude is correct, the model cannot be used
directly to provide evaluation-quality data. Additionally, the results shown in Fig. 6.23
have some unsatisfactory features. In the low-energy region, the calculated values are quite
higher than the experimental data. For higher energies, the calculated cross section seems
to decease, whereas the evaluated data seem to increase. This feature should be analyzed
comparing also total and other partial cross sections with evaluated data. There was just
enough time in this PhD to perform a theoretical calculation (because of the quantity
of development that were necessary in the CONRAD code; the theoretical calculation
itself takes few hours). Yet it was investigated if these features could be explained (and
balanced) by varying parameters involved in the fission modeling only.

The effect of two parameters has been investigated, namely the value of the inertia
parameter ™' and the cut-off energy used in the combinatorial calculation. In the
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combinatorial calculation all combination of excitation states having an energy higher
than the cut-off energy are discarded. This cut-off energy is analog to the continuum
energy E¢™ in Eq. 4.68 of Chapter 4. The effect of changing the value of the constant
inertia parameter is illustrated in Fig. 6.24. The theoretical calculation is performed using
increasing values of the inertia parameter: "t 2 x "t 3 x 1"t and 4 x p"st, where
1t is given by Eq. 6.33. It can be seen that the increase in the value of the inertia
parameter reduces the global level of of the fission cross section. This effect is “global” in
the sense that it operates similarly at low and high energies.

3 I I I I I I
— JEFF-32 — LE—/J,CODSt LE_Qluconst

— LE_3uconst — LE-4,LLCOHSt

N
3

[\

Fission cross section [b]
—_
— (@4
T
|

o
(@)
T
|

| | | | | | | | | | | | |
OO 50 100 150 200 250 300 350 400 450 500 550 600 650 700

Incident neutron energy [keV]

Figure 6.24 — Effect of varying the constant inertia-parameter value in the calculation
of the **Pu fission cross section (least-energy path). Evaluated data (JEFF-3.2) are also
shown for comparison.

The effect of the cut-off energy is however less “global” as illustrated in Fig. 6.25. It can
be seen that increasing the cut-off energy increases the value of the fission cross section
specifically in the high-energy range. This is expected because the cut-off energy is given
with reference to the ground-state energy (and is independent of the incident neutron
energy), whereas the number of significant transition states depends on the excitation
energy, which depends on the incident neutron energy. It can thus be expected that
a proper treatment of the “continuum” of continuous transition states could partially
restore the proper trend of the fission cross section in the high energy region. It should
also be noted here that the results here are obtained with a constant inertia parameter of
4 x st and that this effect is more pronounced if smaller values are considered.

The last analysis that will be shown here is related to the effect of having a deformation-
dependent inertia parameter. This effect is illustrated using the LA—V,,;, fission barrier,
using either the inertia parameter obtained from the least-action method, or the constant
inertia parameter ™" (¢f. Fig. 6.13). Figure 6.26 shows the fission cross section obtained
with both least-action methods and with the least-energy method. The difference between
the least-action methods, on one side, and the least-energy method, on the other side, is
believed to be due to the difference in the related barrier heights. It can be noted from
Fig. 6.26 that the deformation-dependent inertia parameter produces a “smoother” fission
cross section. This should be kept in mind while attempting to compare the resonant
structures of the least-energy method with experimental data. The differences between

148



CHAPTER 6. FROM PES TO FISSION CROSS SECTION 6.6. FISSION CROSS SECTION

3 I I I I I I I I I I I
— JEFF-3.2 — geuwtoff — 9 MeV — Eeutoff — 9.5 MeV — ECU°f = 3 MeV
2.5
=)
g 2
>
o
2
2 1.5
o
—
o
=i
S 1 N
2
=
0.5 i
0 | | | | | | | | | | | | |

0 50 100 150 200 250 300 350 400 450 500 550 600 650 700
Incident neutron energy [keV]

Figure 6.25 — Effect of the combinatorial cut-off energy in the calculation of the **Pu
fission cross section (least-energy path). Evaluated data (JEFF-3.2) are also shown for
comparison. Here the inertia parameter is chosen to be equal to 4 x pnst,

the two least-action method (and thus the effect of considering a deformation-dependent
inertia parameter) seem to vanish as the incident neutron energy increases. From about
350 keV, the two methods yield similar gross structures even if the LA—V;, — ™ exhibit
much more narrow resonances.

3

I I I I
+ Weston (1983) e Meadows (1978) =— JEFF-3.2
— LA—Vmin‘MconSt — LA*Vmin-,UJ($) — LE_Nconst

—
[S)

—_

Fission cross section [b]

| | | | | | | | | | | | |
00 50 100 150 200 250 300 350 400 450 500 550 600 650 700

Incident neutron energy [keV]

0.5

Figure 6.26 — Effect of having a deformation-dependent inertia parameter on the **Pu
fission cross section (least-action paths). Evaluated (JEFF-3.2) and experimental data

(Weston [170] and Meadows [171]) are also shown for comparison as long as the results
obtained with the least-energy path.

Due to lack of time, it was not possible to investigate further the effect of the other
parameters involved in the calculation. For instance additional details should be carefully
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investigated:

e The barrier heights obtained by both methods are still slightly larger than the values
commonly used in evaluation. As the shapes used involves “only” three degrees of
freedom, it can be expected that the use of a shape parameterization relying on
more degrees of freedom (such as the 3QS parameterization ¢f. Appendix B.1) may
reduce the second-hump height of the calculated barrier.

e In the present study, only axially symmetric shapes are considered. Yet similar
calculations considering axially asymmetric shapes showed that the first barrier can
be lowered.

e In Fig. 6.21, it was shown that the cranking model used here to calculate the rota-
tional inertia momentum underestimates experimental data for actinides. According
to Eq. 6.63, this would lead to lower the transition state energy and thus, consid-
ering the overall trends of transmission coefficients, it should increase the value of
the fission cross section.

e Finally, the selection rules given by Eq. 6.65 prevent the compound nuclei formed
in a J* = 0~ from fissioning, which seems unphysical. In the present study, the
transmission coefficients for J™ = 0" were used instead.
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Chapter 7

Conclusion & Perspectives

In this chapter, the main results and conclusions of this work are recalled. Additionally,
some perspectives for further developments are detailed.
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7.1 Overview of the Work

This PhD work highlights the importance of the fission-barrier shape as the sound physical
quantity fission cross section evaluation should rely on. This demonstration has been
performed successfully in both energy ranges involved in cross section evaluation: the
Resolved Resonance Range (RRR) and the statistical energy range. The fission barrier
corresponds to the variation of the deformation potential that a nucleus “feels” when it
deforms from the ground-state shape to scission configurations.

7.1.1 Impact of the Fission Barrier in the RRR

Assuming a double-humped shape of the deformation potential, it has been shown that,
for some excitation energies, the nucleus has a high probability to be in a deformation
state corresponding to intermediate potential well. For these energies the probability of
fissioning is thus enhanced due to the fact that a part of the fission barrier has already
been crossed. The inclusion of these considerations in the general theoretical framework
describing resonant cross sections leads to extending the standard Reich-Moore model.
This extension provides a true physical meaning for the fission reduced width amplitude.
This is done by modifying the $R-matrix penetration factors, related usually to particle
channels only, to fission channels (related to transition states). This extension is formally
done by using an underlying description of the fission barrier that leads to defining wave
function related to the fission “degree of freedom”. This wave function reveals the most
probable deformation state of the excited nucleus. A fission-related penetration factor
can be obtained from this wave with Lynn’s extension of the R-matrix formalism to the
fission reaction. The resulting fission penetration factor presents an energy dependence
where the usual evaluation approach prescribes a one-unit arbitrary value. Not only
does it depend on energy, but it also exhibits well-defined resonance structures. The
structures of the fission penetration factor have been analyzed here and are satisfactorily
well reproduced by Lorentzian functions. For fertile isotopes, the Lorentzian parameters
can be estimated from the general shape of the fission cross section. For such isotopes,
the used of Lorentzian-shaped fission penetration factors to evaluate fission resonance
parameters (reduced width amplitudes), effectively compensates the energy dependency
that is usually mathematically absorbed by parameter adjustment on experimental data.

7.1.2 Integration of a Nuclear Structure Model

This impact of the fission barrier shape on the fission cross section calls for modeling of the
former. The study of nuclear deformation energy involves Potential Energy Surfaces (PES)
that relates macroscopic shape coordinates to the related deformation energy. Evaluation
requires adjustment of model parameters and thus physics is sometimes disregarded in
favor of faster and more flexible models. To comply with realistic evaluation constraints,
namely in terms of computation time, the macroscopic-microscopic approach has been
selected over alternative approaches such as Hartree-Fock-Bogoliubov (HFB) microscopic
descriptions.

The macroscopic-microscopic models combine the macroscopic picture of the nucleus
being a homogeneous liquid to the corresponding microscopic description of individual nu-
cleons. The Finite-Range Liquid-Drop Model (FRLDM) was chosen for its long-standing
success in describing several nuclear properties. This composite model consists in a prin-
cipal macroscopic energy corrected for microscopic shell and pairing effects. These latter
corrections are obtained from single-particle states related to an average mean potential
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felt by the nucleons. This parameterized potential is chosen to be consistent with the
former macroscopic description. This model is the outcome of many successive improve-
ments that have refined the original liquid-drop model. Implementing this model in the
CONRAD code has been a colossal work because of the model complexity and the related
50 year of legacy. An operational FRLDM has been added to the CONRAD toolbox and
verified by various means. Despite this pragmatical choice, deepest care has been brought
in the implementation in order to meet the speed requirements of evaluation. Advanced
numerical and computational (hardware) solutions have been found and put into effect.
The PES obtained using the macroscopic-microscopic FRLDM describes the deformation
energy of a nucleus allowed to deform according to a related geometrical shape parame-
terization. At least three parameters are necessary to satisfactorily describe the shape of
the fission barrier: elongation, neck size and mass-asymmetry. The corresponding mul-
tidimensional PES must be reduced into a one-dimensional deformation potential. Two
algorithms have been implemented in the CONRAD code to obtain such a one-dimensional
path: the least-energy and least-action paths searching methods. To study the barrier
penetrability, the deformation inertia “along” the fission path must be defined. In many
studies this parameter is explicitly or implicitly chosen to be deformation-independent.
The natural fission abscissa describing the position along the path provided by these meth-
ods has been discussed. The present conclusions advocate for the least-action method as
both the fission abscissa and the inertia parameter are naturally provided by the model.
Yet the least-energy path provides, for the time being, results closer to the experimental
data. It is this pragmatical approach that has been selected in the last section of this
chapter to investigate the impact of some parameters on the eventual fission cross sec-
tion. The one-dimensional deformation potential and the related inertia parameter are
obtained with both of the reduction methods and their effect on barrier penetrability has
been compared with special focus set on the impact of the deformation dependency of the
inertia parameter.

7.1.3 Fission Cross Section in the Statistical Energy Range

The barrier penetrability (more specifically the fission barrier transmission coefficient), can
be used to model average fission cross section. This latter involves the Hauser-Feshbach
theoretical framework that relies on transmission coefficients obtained independently for
the different nuclear reactions. Prior to the start of the PhD work, the CONRAD code
had very limited capability of modeling average cross sections. The TALYS code has been
used as a guideline to identify the missing pieces that needed to be implemented in order
to settle a proper Hauser-Feshbach framework. Analogous transmission coefficient models
have been implemented for neutron elastic and inelastic emission, direct and compound
reactions. A brand new coupled channel optical model was also implemented based on
the approach of the ECIS reference code. Corresponding gamma transmission coefficient
has been introduced in the CONRAD code, so that the complete average cross section
framework makes possible the computation of various partial cross sections. Both the
ECIS and TALYS codes have been used to verify the related implementations and re-
maining differences have been analyzed carefully. Finally, this complete machinery makes
possible to calculate average fission cross sections based on an underlying sophisticated
macroscopic-microscopic model deeply rooted in nuclear physics.
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7.1.4 Summary of the Developments

The work reported in this document involves a large number of models, spanning the
large energy range of interest for reactor physics. The related developments enclose:

e A Reich-Moore model extension ($R-matrix theory approximation) to treat fission
channels with Lynn’s extension in the RRR.

e A generic Hauser-Feshbach framework for average cross section modeling.

e Gamma transmission coefficients from various already-implemented level density
and strength function models.

e Neutron transmission coefficients, by driving ECIS calculations or using already-
implemented spherical optical model and an average $R-matrix model.

e A brand new C++ coupled channel optical model, based on the ECIS algorithm,
able to treat deformed nuclei.

e Both the FRLDM and an alternative macroscopic-microscopic model, the Finite-
Range Droplet Model (FRDM), have been implemented from scratch. This implies
namely that a single-particle program had to be written. As this represents the most
time-consuming part of the macroscopic-microscopic calculation, it was decided to
write a program able to run on Graphics Processing Units (GPUs).

e Two models providing the deformation inertia tensor (Werner-Wheeler and cranking
approximations).

e Two PES reduction algorithms, used to reduce the multidimensional PES to a one-
dimensional fission barrier.

e Two models related to the rotation inertia momentum (cranking and rigid-body
models).

e Several numerical methods to obtain fission barrier transmission coefficients (from
the one-dimensional fission barrier) that can be used in the already mentioned
Hauser-Feshbach model.

About 80k lines of C++/CUDA-C code have been written in CONRAD, boosting its
modeling capabilities well beyond its original resolved-resonance cross section specialty.

7.2 To Be Continued...

7.2.1 Consistency and Accuracy of the Current Method

The global method presented and carried out here opens the possibility of pouring ad-
vanced nuclear physics more directly into fission cross section modeling and evaluation.
It has been emphasized that models used in practice for current evaluations suffer from
several deficiencies. These deficiencies are related to both non-reproduced features (fluc-
tuations in fission cross section) and lack of predictivity (shape of the fission barrier).
Even if the present attempt tends to resolve some of these issues, the proposed method
is not yet completely rigorous.
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7.2.1.1 PES Reduction to a One-Dimensional Fission Barrier

The fission barrier used in the calculation is indeed obtained from a sound nuclear struc-
ture model (the FRLDM), but the connection between the multidimensional PES and
the one-dimensional fission barrier relies on some arbitrary choices. The validation of the
one-dimensional reduction methods requires a dedicated investigation to verify if such an
approach yield similar results to those obtained if a complete PES is used. To address
this point, one should be able to calculate transmission coefficient from — at least — a 2D
PES without performing a one-dimensional reduction.

In the present work, the PES reduction contains some arbitrariness and unexpected
results. For instance the least-action method (which is expected to described the phe-
nomenon with better physics than the least-energy method) failed to yield a fission barrier
with reliable barrier heights. It is necessary to verify that the method used to obtained the
least-action path from the PES is correct. Analytical cases are thus required to perform
the related investigation.

If the least-action method shows no inconsistency, the inertia tensor should also be
verified. It should be reminded here that the inertia tensor is obtained with a cranking
model that uses the single-particle energies and wave functions. These single-particle
results are obtained from a “simple” phenomenological model. An equivalent inertia tensor
obtained with a self-consistent approach may lead to different least-action paths. Yet to
make consistent comparisons between inertia tensors and least-actions paths, the collective
coordinates should be consistent. This means that the shape coordinates (for instance ¢
and h) should be replaced by the quantities used in HFB approaches (for instance Qg
and Q4). Yet even with such variable changes, the HFB method would lead to a PES,
for which energy is already minimized with respect to implicit degrees of freedom. An
alternative approach consists in enforcing the self-consistent mean field to have “shapes”
similar to the ones obtained in the macroscopic-microscopic approach.

7.2.1.2 Inertia Parameter

The least-energy method seems pragmatically promising considering results shown in
Chapter 6. In this approach however, the value of the constant inertia parameter is
quite arbitrary and may seem to only balance model defects. No direct measurements
of the inertia parameter is possible, and thus it is difficult to say that the adjusted
value is reliable or not. It should be nevertheless stated here that this method has the
advantage of highlighting the effect of this parameter where the “traditional” models ignore
it completely.

7.2.1.3 Continuum of Transition States

Finally the treatment of the continuum of the transition state is also somehow tedious.
The combinatorial approach cannot be performed up to sufficient energies. In the present
method, transition states higher than a cut-off energy are simply omitted. It has been
shown that the remaining transition states may have significant effect, thus a proper
treatment should be found to include states above the cut-off energy.

7.2.2 Further Refinements of the Presented Method

In the previous section, some points are discussed and aim to strengthen the presented
approach. The present work yields a completely integrated method that can be used to
investigate the effect of options in the nuclear structure model on various observables.
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7.2.2.1 Fission Barrier Described down to the Scission Point

It was mentioned in Chapter 6 that to properly describe the nucleus shape when to
nascent fragments appear, the Brack shape parameterization (c,h,«r) may be insufficient.
Indeed, in this parameterization the o parameter and the deformations of individual
fragments are correlated. To obtain a proper description, more degrees of freedom should
be considered and alternative shape parameterizations must be used, for instance the
three quadratic surfaces (3QS) (¢f. Appendix B.1). This refined description of the shape
becomes necessary if the PES is expected to describe shapes beyond the “fission line”. To
study the effect of describing the fission barrier “below” the fission point, down to the
scission point, the 3QS parameterization should be used. As was mentioned in Chapter 3,
this domaine of the fission barrier may have a significant effect on transmission coefficients.

7.2.2.2 Axially-Asymmetric Shapes

In the present study, only axially-symmetric shapes are considered. To investigate if the
nucleus takes axially-asymmetric shapes as it deforms from ground-state shape to fission,
the present implementation of the macroscopic-microscopic model should be modified. For
axially-asymmetric shapes, the shape-dependent terms in the macroscopic models become
more complex to evaluate as some trivial integrations cannot be performed anymore. In
the microscopic model, the treatment of axially-asymmetric shapes is even more tedious
because the expansion method described in Chapter 5 cannot be used. Instead of the axial
harmonic-oscillator base, one should use a triaxial harmonic-oscillator base. This base
would lead to calculate matrix elements consisting of triple integrals whereas it was only
double integrals in the present method. Additionally, the splitting of the Hamiltonian
matrix into {2-sub-matrices cannot be performed as {2 is not a good quantum number
anymore. The matrix to be diagonalized is thus much larger in this case. Considering
axially-asymmetric shapes increases a lot the computation time for a given shape and thus
the study of axial asymmetry is not as “simple” of the investigation of an additional shape
(axially-symmetric) degree of freedom. Yet some actinides are expected to have axially-
asymmetric shape corresponding to the first barrier hump. This can significantly reduces
the corresponding hump height and thus increases the value of the fission transmission
coefficient and consequently the fission cross section. For comprehensiveness, the code
should be extended to be able to treat axially-asymmetric shapes.

7.2.2.3 Vibrational Phonons, Inertia Momentum and Transition States

In the calculation of global transition states as described in Chapter 6, the elementary
vibrational phonons are shape-independent. Additionally, the harmonic composition of
phonons used in the presented method is a crude approximation. In current phenomeno-
logical approaches, these phonons are described individually and do not combine “har-
monically”. They are also described differently for the two barrier humps on the basis of
the expected symmetries of the nucleus for these states. It could also be expected that
advanced theories such as the Random Phase Approximation could yield such phonons
and could thus bring more consistency in the current approach.

The Inglis-Belyaev cranking model has been used to calculate rotational inertia mo-
menta. This model has been extended to include excitation energy dependency [172], this
could also be studied as it is expected to have an impact on global transition states.

The rotational band-heads calculation uses a combinatorial method. The calculation of
rotational states on these band-heads relies on the assumption of axially-symmetric shape

156



CHAPTER 7. CONCLUSION & PERSPECTIVES 7.2. TO BE CONTINUED...

of the nucleus. For the shapes considered in the present study it is strictly valid, but if
axially-asymmetric shapes are considered, for instance to study the first barrier hump,
then this point must be questioned. Additionally, the selection rules used in the present
method yield no 0~ transition states, which inherently prevent a compound nucleus in
a 0~ state from fissioning. As mentioned in Chapter 6, it is nonphysical and should be
investigated.

7.2.2.4 0Odd Compound Nuclei

In the present state of the code, only odd compound nuclei can be studied. This is
not due to the PES calculation, as in the related implementation, the different cases
are specifically treated. The present limitation is due to the calculation of the inertia
quantities: the deformation inertia tensor and the rotational inertia momentum. For
both of them, treating an odd number of nucleons is not possible for the time being.
Models readily exist in literature but there was not enough time to implement them in
the code.

7.2.2.5 Nuclear Structure Models

Several refinements or alternative routes to obtained the PES can also be studied. It
could be of course considered to use a HFB model to calculate the PES. Alternatively,
the HFB model could used to provide intermediate data, for instance the single-particle
energies required for the macroscopic-microscopic model. This would imply to establish a
correspondence between “shapes” obtained with the HFB approach® and the geometrical
definition of the shape used in the macroscopic model. This is similar to the correspon-
dance that is necessary to use HFB inertia tensor. This approaches mixing could be
an interesting method to identify the origin of differences between the two “mainstream”
models.

In a more short-term view, the presented “standard” approach could be also slightly
modified to investigate the impact of some features discussed in this manuscript. For
instance the impact of using diffuse-edge potential in the icroscopic part of the FRLDM
can be considered. Thus a better consistency could be ensured between the macroscopic
and microscopic description of the models. The impact of the continuum removal as
described in Appendix B.2.2 could be also investigated to see the effect on masses, PES
(and fission cross section), and also on the plateau condition of the shell correction. It
could also be interesting, as this method allows to use an expansion base (containing a
larger number of functions) in the microscopic model, to verify the convergence of the
results with respect of the size of the expansion base. It would be also interesting to see
the related impact on the pairing correction.

In HFB approaches, there is no notion of generating shapes, yet an idea of the shape can be obtained
considering the volume containing a certain amount of the nuclear matter.
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APPENDIX A. COUPLED CHANNEL EQUATIONS

Appendix A

Coupled Channel Equations

The purpose of this appendix is to detail the general equations that must be computed by
a coupled channel program.
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A.1 Overview

For comprehensive information about optical models see Refs. [1,66-70]. In the interest of
simplicity, the flowing derivation will be restrained to spinless particles, its generalization
to particles with spin does not lead to special issues. The equation derived in the following
are a synthesis of the references mentioned here-above. In the case of an incoming particle
scattered by a target nucleus, the wave function ¥ of the system is solution of

[T+ V(7€) + ()| (7, ) = BT, 6), (A1)

where T' = —d% Ay is the projectile kinetic-energy operator, Hr is the target Hamiltonian

(that operates only on the intrinsic coordinates &) and V (7, €) is the interaction potential
that also operates on the degrees of freedom 7 if relevant (¢f. Chapter 2 Section 2.1),
meaning the distance between the target and projectile centers of mass and the relative
orientation of the nucleus and projectile. Here p is the reduced mass of the system and
E the energy of the incident particle in the center-of-mass framework. Let x,(£) be an
eigenfunction of Hr and ¢, its related eigenvalue so that

Hrxo(6) = caxa(é)- (A.2)

The set of orthonormal wave functions (x, ). is assumed to be complete, thus ¥ can be

expanded as
=) Wa(Fa)xa(8), (A.3)

where 77, is defined differently wherever it may be a relevant degree of freedom. Inserting
Eq. A.3 into Eq. A.1 it becomes

ST+ V(i €) + Fr(€)| W (o)X (€ ZE\D (Fa)Xe (&), (A4)

O(,

which can be multiplied from the left by x*(£) and integrated over the internal coordi-
nates &, so that one gets

7+ B0 =~ ¥ | [ 460 @V i Ox©| v (49
The coupled interaction potential V. (7) can be defined as

Voo 72) = [ GOV (s ). (A6)
It can be introduced in Eq. A.4, which becomes

[T te— E} Z Vi (Far )W (7o) (A7)

To simplify the following derivation, the left-hand-side indices of Eq. A.7 are modified, so
that the equation becomes

|:T + €qr — E] o’ Ta” = Z Va”a’ O‘, 0‘ To ) . (A8>
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If the potential is central' the wave function W,(7) can be further expanded using the
spherical harmonics functions Y, as

9] l
v =Y Y Ay, (A9)

T
£=0 m=—¢

where the channel notation ¢ is introduced to take into account the dependence of u on /¢
and m (cf. Chapter 2 Section 2.1). Here the hat sign above (), means that it is a direction
vector (unitary), not an operator like H. Inserting Eq. A.9 into Eq. A.8, multiplying by
Yém*(flau) from the left and integrating over the solid angle (,~, it yields

h2 d2 Vi €”—|— 1
|:_ (dri,, _ (TQ >> + €t — E:| 5€f”5mm"uc”(ro¢”) =

2m o

_Z Z /szO‘"YKm*(Qa”)Va”a’(Fa’)YZ’n/(Qa’) ue(ror) . (A.10)
o 0| e

Choosing Y;™ () so that ¢ = ¢ and m = m”, Eq. A.10 can be refurbished as

R d* L0+ 1)
=2 (g~ ) e Bt -

-2 > / QY™ (Qa) Ve (Far) V3" (Qr) | wer(rar) . (A1)

!l o
(e f,m|a/ A

The channel wave number k. and the radial coupling potential chf can be defined as

k2 = ﬁ(E —€), (A.12)
by 2m 2 mek (A 9 _\vm' (O
WCC/ (TO/) pr— ﬁ d Qa}/é (Qa>‘/;cl (T )Y/ (QO/) . <A13)
4

Using Eqs. A.12 and A.13 into Eq. A.11, one finally obtains the general coupled channel
equation

[ & e+ k2] Uelra) = 37 Wea (oYt (rur) (A.14)

2 2
dr? r?

A.2 Expansion of the Interaction Potential

The dependence of the interaction potential V (7, £) on the internal coordinates £ is made
through a dependence on the orientation of the nucleus 7/ (expressed in the laboratory
framework). More precisely, the potential is made dependent on the angle between the
incidence direction of the projectile and the orientation axis of the target nucleus (7 - 1).
The potential is also dependent on the distance r between the centers of mass of the
projectile and the target, it can be written as

V(7€) =V(ri-r). (A.15)

IThis approximation is valid only when the distance between the target and the nucleus is “large
enough”.
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Such a potential can be expanded using the Legendre polynomials base

[e.9]

V(i)=Y A+ DVA(r) PR - 7)), (A.16)
A=0

where V) is given by
+1

/deA( WV (r,x). (A.17)

-1

1

V&Oﬂ 2

The spherical harmonics addition theorem gives

A

.o~ 4 . o

P\(F 1) = A1 g Y)Y (). (A.18)
H==A

Using Eq. A.18 into Eq. A.16, the interaction potential can be expanded as

V(7 &) =V (r 1) = Z Z Y)Y (r (A.19)

n=—A

The projectile is assumed to be in a state |j;m;) coupled with a nucleus in a state |I;M;).
Additionally the ejectile, in a state |jgmg) leaves the residual nucleus in a state ][fo> In
this whole process, there is conservation of the total angular momentum J = j1—|—I = i+ I;
and it z-projected component J, = j, + I.. Only channels having the same J and M
quantum numbers can be coupled. The coupling matrix element is defined as

(UM V(1) (A.20)

The integration must be performed over the coordinates £ and 7. In the present case £ is
only 7/, the matrix element can thus be written as

(WMWY (ry 7)) | BT (A.21)

Using the expansion of V' on the spherical harmonics (Eq. A.19), the coupling matrix
element can be written as

(WM ONM) =dn Yy Va(r) Y (B OV M), (A.22)

A=0 pn=—A

As the integration is not performed over r, V) (r) has been moved out of the integral. The
wave function ‘\1117 M > can be expressed, using the Clebsch-Gordan coefficients, as a sum
of coupled target and projectile states (respectively |I;M;) and |j;m;)), so that

|w/M) = Z (J M| 1js Mymy) | I; M5 ) | jims) (A.23)
mi M;

Hence, the coupling matrix element that needs to be computed is

(UMY Y ) ™),
= > {IMILGMm) (I M | TejeMime) Gem Y3 (7)) (TEMe Y () LM

m; Miyme M;

(A.24)
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A.2.1 Nucleus Coupling Matrix Element (IpM;|Y} (r')*| M)

To compute the nucleus coupling matrix element (IM;|Y{(r')*| ;M) ., the following prop-
erty is used (c¢f. Eq. 4.17 of Ref. [56])

(LeM| YL () [ LM oo = (=) (M| Y () | LMY (A.25)
: 1/2
= (-1 rant(-p) |2 rojanon).
(A.26)

A connection can be made between the Clebsch-Gordan coefficients and the Wigner 3-j
symbols

L A I -
() = (35 2, ) @rerp et
and in particular (¢f. Eq. 3.3 of Ref. [56])
I 1
ronon) = (3 b 1) @t (-1 (A29)

Inserting Eqs. A.27 and A.28 into Eq. A.26 it yields
(LMY () | M) =

(e [ 1><2ff+1>f(ﬂz4ii DN ES e

The Wigner 3-j5 symbols are invariant by circular permutation of the columns, so that
(LMY ()| M) =

i [ AL 1><2ff+1>]%<_;f4 RN ) e

The Wigner 3-j5 symbols property

<Z g ’Cy) = ()T <—a04 —bﬁ _67) (A.31)

is used for both Wigner 3-j symbols of Eq. A.30, so that it becomes

(MY ()| LM, =

1
2L+ DA+ D)L+ )2/ L AN\ (L I X (A.32)
4 My —M; p)\O 0 0)° '

The first Wigner 3-j symbol is different from zero only if My — M; + pu = 0. Hence the
nucleus coupling matrix element (IM|Y (')*| M), can be written

(—1)Mrtn [(

(I M| Y (r') | M) 7 =
1

(e [EEEDREDERED]E (I L) (10N g
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A.2.2 Particle Coupling Matrix Element (jymg|Y) (7)|jimi);

To compute the particle coupling matrix element (jeme|Y)'(7)|jima)s, the following prop-
erties are used (cf. Eq. 4.15 of Ref. [56])

(Jem Y (7) | ima) s = (Cesgeme| Y ()| £is i) (A.34)
= (=1)*Mls el YA(P)||Gis i) (Germel g Amip), (A.35)

and (cf. Eq. 5.9 of Ref. [56])
(sl AP |Gy = (=140 (26 + 1)(255 + 1] W (Gt As) (GlIYA 1 6), (A-36)
where W is the Racah coefficient. Finally one has (¢f. Eq. 4.17 of Ref. [56])

(26, +1)(2A+ 1
47T(2€f + 1)

1/2
EYAle) = [ )] (60]M00). (A.37)

Using Eq A.37 into Eq. A.36, it yields
(Les el Ya(P) | 6isgi) =

1
. : ;. 2
QJVAsM{@&+U@Z+U@%+U]IV%M%M$%WM&H (A.38)
™

The last Clebsch-Gordan coefficient of Eq. A.38 can be turned into a Wigner 3-5 symbol
using Eq. A.28
A Gl

<zfo|Mioo>=<0 0 o0

) (20 + 1)V/2(=1)M 4 (A.39)

So that Eq. A.38 becomes

(Ces el | Ya(7) || lisgi) =

205+ 1)(26 + 1)(2) + 1)(2js + 1)} > -
47

.. A4
Cilgjijs; As) (0 0 Of) (A.40)

1y |4

The remaining Clebsch-Gordan of Eq. A.35 can be turned into a Wigner 3-5 symbol using
Eq. A.2T:

o A | -~
<]fmf|]i)\miﬂ>:(g,bi I _J:nf> (27 + 1)V (= 1) A, (A.41)

Inserting Eqs. A.41 and A.40 into Eq. A.35, the particle coupling matrix element can be
finally obtained as

o 20 + 1)(205 + 1)(2) + 1)(24; + 1)(2js + 1)1
<jfmf’Y>\u(72)Uimi>f:(—1))‘+JfS+Ji+mf|:( + 1) (26 + 1)( 4: )(2); + 1)(2j; + )]

. A N g
x W (lilgige; As) (0 0 Of) (‘7 Ji ) (A.42)

mp g —my
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A.2.3 Full Matrix Element (UM |Y/ (7)Y} (r')*|[W{M). .,

r,r

The full matrix element is calculated using the nucleus and particle matrix elements as
in Eq. A.24 recalled below

(UMY RV ) M),
= > JM|IJ1Mm1><JM|ffJfomf>(mef|Y“( i) (M| Y () [ M) .

mlM me

(A.43)

The Clebsch-Gordan coefficients of Eq. A.43 are then turned into Wigner 3-j5 symbols
(cf. Eq. 3.3 of Ref. [56])

<ﬂWhﬂ%mQ=<x};g ;&)@J+n”%—nkﬁ“% (A4d)
. I g J e
(J M |IgjeMymy) = (Mff g;f _M) (2 4 1)V/2(=1)fitie= M, (A.45)

Using both of these expressions into Eq. A.43 it leads to

(UMY )Y () W), =

, Nt i J 1 ' J
E _ 1\ =g~ I+ i Ji £ Jf
Iy ]\4(2J+1)< 1) (Ml my —IM) (Mf me —M>
mi MymeM;

x Gem Y (7) i) o (T Me Y () [ LM (ALA46)

The p-summation is introduced back, as in Eq. A.22, so that

A
(MY YOV e,

7,r!
H==A

it (LG TNk g T
— _ Il_]l_lf—"_jf 1 ‘71 £ Jf
= > @7+ 1)(-1) (Mi i _M> <Mf my —M)

mi MymgM;p
% (Geme Y (7) i) (LeMe| Y () | M) . (AAT)
Replacing the particle matrix element (jpm|YY'(7)]jimi); and the nucleus matrix elements

(I:Mi| Y (r')*|LM3) , given by Eqs. A.42 and A.33 respectively, it yields

A
(MY VY ) e,

p==—A

I+ 1)2A+T)
N 47

_[i I )\ o A Ei E .
X (0 Of 0) (26, + 1)(2¢; + 1)]1/2W(€i€fjijf; As) (0 0 ()f) (_1)J+)\

, e i J 1 ' J
1\ =T+ L= T4 25p4+ Mi+my i Ji £ Jf
% Z [( 1) (Ml my —M)<Mf mg —M)

mi MimgMip
y Ji A Jr Iy L A
mi p —me \My —M;
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As (=)A= 1) Eq. A.48 “simplifies” to

A
(w™M Z YA“(f)YA“(T/)*I\I’i]M%,w
pn=—A

@RI+ 1ER2A+T)
N 4

L It A N N6t =
x(o Of 0> [(26: + 1) (26 + 1)]"2W (lijije; As) (0 X of) (—1)7+

‘ Lojo JN I g T
= JH2L4 A2 My [ L i £ Jf
x 2 [( D <Mi m; —M)(Mf my —M)

mi Myme M p
% ji A jf ]f ]i A
mi o —mg \My —M; p

(25 + 120+ 1)(2) + 1) (2j + 1)]2

(A.49)

The following sum X can be calculated
; Lo J Iy g J
_ N\ —JH2L A2+ Mi+mg[ L i £ Jf
)(__j£:< 1) <A4i ™m; —AJ)(AIf me -AI)

mi MimgMip
Jio A Je Iy L A
. (mi ) _meMf A0 s

By successive indices permutations, it yields
. I i J T
_ 1\ I F2LAA+ 2+ MiAme [ 1 i Ji Jt
X=> (-1 <]\/[i m; —M)(mi i —mf)

miMimei,u
I L AN\t 3 J
X (Mf —M u)(Mf me ) (A5

and

. . I ). J
— 1\ L+t Mime[ i i

mi MimgMip
y I Jeo I (A.52)
1% M Mf mg Mf ' '

As ji is either an integer of a half-integer, therefore (—1)%f = 1. One has m; = m; + u,
and (—1)™ = (—1)"™ = (—=1)"™i(—1)"*. As p is an integer, (—1)"* = (—1)". Finally,
(—1)™ = (=1)7"™*# so that Eq. A.52 becomes

A M —m Lo J oA
X:Z(_1)1.+A+JI+M1 itu (Mi . —M)(—mi 2 mff

mi Myme M p
AL I\ g It J
X (u M Mf><mf M —M)' (A.53)

The X sum can be turn into a Wigner 6-7 symbol using (cf. Appendix IT of Ref. [56])
Z (_1),4+]_cg+cura+/3+7 A B ¢\YB C a\(C A b\ a b c
s e AR SR VX
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1 a b c
_—20+1{A v o}' (A.54)

Applied to X, one gets

1 Jge Iy J 1 L Iy A
= : =——2 7 : A.55
2J+1{Ii Ji /\} 2J+1{]f B J (A.55)

Gathering all terms, Eq. A.49 becomes

220 +1

(M| Z YEF)YE () M), (28 + D)2+ 1)(2ji + 1)(2jr + 1)]2

pn=—A

" ([i Iy )\) (—1)7FA=2[(26; + 1) (265 + D)]Y2W (Lillgjigs; \s)

0 0 0
NG o\ L A
(5 o {1} @

Equation A.56 can be written using Racah coefficients only

WY V),
u=—2A

241
 4x

1 M . .
(21 + 1)(2L; +1)(2); + 1) (2 + 1)]2 (L K A) (1) A

< (26 4+ 1)(26; + D]V2W (6ljijis As) (3 i f)) W (LI AJ). (A57)

Finally, one obtains the full matrix element:
<‘1’%'M|V('F &) =
. . 2 (L Ir A
ZVA J@A+ D) (2L + 1)L+ 125+ D2+ D (0 5 )
> (_1)J+)\78+If+jf+li+ji[(2€i + 1)<2€f+ 1)]1/2

. A4 Y .
W (Lilgjije; As) (0 0 0f> W (Liljijs AJ).  (A.58)

A.3 Special Cases
Two special cases are treated here, depending if the the incident particle has a 0- or %—spin.

A.3.1 Spin—% Projectile

For s = %, the following relation can be used

-

(265 + 1)(20; + 1)]V2W (Gl AL )(8 o ‘g) . (ji é g) (A.59)

1
2

Hence, Eq. A.58 reduces to
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(UMY (7, €)|w{M) Z VA(r)(2A + 1) [(21 + 1)(21; + 1) (24 + 1)(2j; + 1)]*?

L Iy A 1\ I+ JeoA i LI A

(0 0 O)( 1) "2 Lo ) og J) (A.60)
A.3.2 Spin-0 Projectile
Using Appendix IT of Ref. [56], it can be shown that
(_1)ji+jf—)\

V(25 +1)(2j: + 1)

W(£i€fjijf§ AO) = W(jigijfgﬁ O)‘) = 5]&515]}& : (A'61>

Hence, Eq. A.58 reduces to

III%]M| Z Y“ |\I’JM> 5
p=—A
2241 LT
= S 25+ 1)@+ D)2+ 12+ )}2( ; 0)
A Gl I 1
T+ ¢ f
o (0 0 O) {Jf Ji }
(A.62)
= 2)\41‘1 [(2]1+1)(2]f—|— 1)(2li+ 2lf+]_ 1/2< >
AN
J+A £ ¢
x (—1) (0 . 0) {f }
(A.63)
20 +1
_ 2+ (2 + 1) (21 + 1) (20 + 1) (2l + 1)] 1/2(1 Iy A)
47 00
b0 !
J4+A f £
x (—1) (0 0 O){] If }
(A.64)

A.4 Spin-Orbit Term

The spin orbit coupling potential has a different nature than the scalar potential treated
so far in this appendix. It has a general form named the full Thomas term

Vio(F) = VV(7) X ~ - 7, (A.65)

N.|<]l

where V' can be any function. First apply the expansion method is applied to a particular
multipole Vy(r)Y} (7). Then the following property of the Pauli vector & is used:

Va,b, (¢-d)-(7-b)=(a-b)+i(@xb)-a. (A.66)
Applying Eq. A.66 to Eq. A.65 it yields
Vo) = (VDANYE@)] - V) = (7 VADE@)) - (7 V). (A.67)
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It can be observed that L = —ihf x 6, so that by taking the triple cross product
inﬂz—mfxfxEzr%h@*ﬁiﬁy—ﬂﬁ>. (A.68)

The gradient operator V can be expressed as

V= ror  hr? (4.69)
Using Eq. A.69 for the & - v operator, one obtains
. 7O iFxL\ G-70 i -
7.V=¢ |- —- """ =" """ _ "~ 3.(¢Fx L A.
V=0 (r or hr? ) r or e ("> L), (A.70)
O_! * F a 1 - —
— — G -"-(d-LY—-7-L A.T1
r Or hr? [( ) (- L) =T ] (A.71)
As7 L=0 (triple product containing two identical vectors), one gets
L = (@m0 1., =
V=-——=|———(-L1L)]. A.T2
7V r or h’z”(J ) (A.72)
Gathering terms into Eq. A.67, it yields
7o iFxL 7o  irxL
B O yegy . |t et
‘/s.o. (7?‘) ([T or B2 [V/\ (7") A (T)] ror hir2 ])
(-7 [0 1. = ) (¢-7) [0 1. =
— ———(-L Y/ —2 = ——(-L)|. (A.
(“2 5 - @ D) mowpen) - C2 2 - e D]

The general properties of the Pauli vectors (Eq. A.66) imply that (L - &) and (& - 7)
anticommtues, so that

(L-G) - (G-7)=i(FfxL)-d=—i(Lx7)-¢d=—(7)-(G-L). (A.74)

The second term of Eq. A.73 becomes

(Y25 - D meven) - T2 2 - e D)

:_Camﬂg+%wjﬂmmww0{§—%wfﬁ(Am

r2

From Eq. A.66 it can be seen that (& - 7)% = r?, so that

. (|Fo iFxL wo |TO i< L
Vo (T) = ([;E T [VA(r) Y ()] - [;5 W])

_{%+%@thmwm[5—ﬁwfﬁ(Am

The first term of Eq. A.76 simplifies because 7 (7 x L) = 0. One obtains
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Vool = 2 ez T2 - D s vp T
|5+ @ D| ol |- D]
The terms with two derivatives in Eq. A.77 cancel, and thus
v =T womeen 2E - Lo Do [2- e D)
+ % VA(r)Y{(7)] - {%(ai)} . (AT8)

In the two first terms of Eq. A.78, the first L operators act only on the spherical harmonics
Y (7), so that

Fx LY )] -7 x L= [(fx LY () x F] I (A.79)
= [PPLV ) = (E@)] - 7] L. (A.80)
—r?L[Y}(7)] - L. (A.81)

Vo) = = B L0 L= 4@ D) WAV |3 = (6 D)
(A.82)
b RO |56 D).
SO0 b L - A6 0y e .
B0 G- DY) @ D)+ 2 DA - (- D).

In the last term of Eq. A.83, (E - &) operates only on the right-hand side and thus can
be replaced by the related eigenvalue ~;. In the second term, (E - 0) operates only on the
spherical harmonics Y{'(7). One can see that it is equivalent to the case it were operating
on the whole term, minus ~;. This can be seen from the fact that L is a sum of first order
differential operators, namely

. 0 cosp O
I in 90809 tan@a&p
) LT , sin
L = Ly, = —ih | cos Yo5 tan 0 95 (A.84)
L:/ & 6 9
R o

€z,€y,€2

And thus the following property can be obtained:

—

la ] alb+bLa — {ugab= alyb+ b, a,
I (A.85)
aLb [ab] —bLa — alyb = lab — blya.

The related eigenvalue is written 7y — ;. In the penultimate term of Eq. A.83, the
operators can be replaced by (7r—7;)7. For the remaining term (the first one in Eq. A.83)
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L[Y}(7)] - L, which is equivalent to X - ; must be studied. Again, as L is a sum of first
order differential operators, one has

LY (F)b] = YE(P) L] + LY (P)] = LY (7)b = Y (F) b + LYY (7). (A.86)
The notation Zf = E + Xis introduced, so that
02 = (6 + N2 =02+ X2+ 20 X, (A.87)
which is justified because f; and X commute. This corresponds to
LAY(F) = Y (7)L? + L2[Y(7)] 4 2L[Y2(#)] - L. (A.88)

The special case of spin—% incident particle is now considered to show the relation:

L?*=(L-3)*+(L-3). (A.89)
Starting from
L-¢={ for j =0+ 3
2 ’ A.90
L-¢d=-4—-1 forj=10-1 ( )
one obtains ~
(%-5)2:(€+1)2 forj=0+1%, (A.91)
(L-0)*=1? forj=0-1,
and
(L-G2+(L-G)=(+1)2>—(+1)=0(+1) forj=(+3, (A.92)
(L-3)?+(L-d)=0C—L=0l+1) forj=0-1, '
Hence . . .
L*=(L-3)°+(L-&), (A.93)
so that the term
R B ey o )
LYVE) - L = 5 [ B0 0) = i) 2 = )] (A.94)
can be replaced by
1 .
SN [+ = =% = A+ 1] (A.95)
Finally the spin-orbit coupling term can be written
. R Vi(r
Veol) =Y~ gped [ 3= == A+ 1]
A.96
Y PN Co PR U111 B W
A T g T T ET WA G e )
:YAM<T)( g 2 (¥ + = 2%+ — % — AA+1)]
A97
. V)\(’I“)( . ) 0 + 1 i av}\( ) ( )
T Wy T ar ’
[ Valr) Va(r) 9 | 7 IVi(r)
_VH . A . . i
=YY'(7) (Wr? AA+D + (==l + = =i = wg + =5 )
(A.98)
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Appendix B

Macroscopic-Microscopic Models in the
CONRAD code

In this appendiz, details are given about the actual FRLDM and FRDM implementation
in the CONRAD code.
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B.1 Generating Shapes

The starting point of the macroscopic, microscopic and thus macroscopic-microscopic
models, as described in the document, relies on the definition of the nucleus shape. This
shape can be given as a “geometrical” function (e.g. p(z) or r(6)), that depends on shape
parameters ¢ (cf. Chapter 5). In the following, the shape parameterizations that have
been used in the present study will be presented.

B.1.1 Legendre Polynomials Expansion

In a quite general treatment, the nuclear radius is expanded using the spherical harmonics

1—1—2 Z anglm(G,go)] , (B.1)

=1 m=—/

R
7“(9, ()0) = X

where R = ryA'/3 is the radius of the equivalent spherical shape, the ay, coefficients are
the ¢ parameters describing the shape, and the \ parameter is used to enforce volume
conservation as the shape evolves (¢ varies). Real value of the radius is ensured by the
condition ay_,, = (—1)"a;,,. For axially-symmetric shapes, the alternative definition is
often favored:

r(0) = R/\(Ba, Bs, ...)

1+ f: BiP;(cos 9)] : (B.2)

=2
where P; are the Legendre polynomials and where the (§; parameters play a role similar to
agm- Figure B.1 shows nuclear shape layouts using this parameterization (exploring only

the (52,04) plane).
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0 00w

Figure B.1 — Nuclear shape layouts obtained using the Legendre polynomials expansion
of the nuclear radius (cf. Eq. B.2). Examples of mass asymmetric shapes are also shown
(red curves).

One can notice from the red curves that the first “mass-asymmetric” term (i.e., the
first odd term in the Legendre polynomial expansion), does not describe properly the
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mass-asymmetry but rather the deformations of the nascent fragments. To investigate
mass-asymmetric fission path, one would need higher order (odd) terms. Adding terms
increases exponentially the computation time, hence this parameterization is not suitable
for mass-asymmetry exploration.

B.1.2 Hill-Wheeler Parameterization

Hill and Wheeler [11] gave a prescription for the nucleus shape in terms of a single pa-
rameter y, called fissility. The nucleus radius r(6) is given by

r(0) = ao(y)

1+ Z az2i(y) Paji(cos 0)] , (B.3)

=1

where

. 10~ 42 x 107
ao(y)zl—y2{1.06+976x 0 1’ 5.42 x 10 1’

SO —ylogar =27
(0.49 — y) a(y) =y { 3049 — )
-3 -5
2.84 x 10 D 2.36 x 10 (B.4)

01—y ) ®W="gag—

as(y) = y? (1.6 +vy {3.0 +
472 x 107

ag(y):—m, V2>8:>al(y):0

This parameterization is somehow outdated as it was defined using the Liquid Drop Model
version of that time. For instance this parameterization does not yield mass-asymmetric
shapes. However it can be seen as a “satisfactory” 1-D parameterization because it results
from a model rather than just from a geometrical description (as in the Legendre expansion
presented above with only a 5 term). Figure B.2 shows layouts of nuclear surfaces using
this parameterization.

O O OO

0.05 0.1

Y

Figure B.2 — Nuclear shape layouts obtained using the Hill-Wheeler prescription of the
nuclear radius (¢f. Eq. B.4). No mass asymmetric shapes are described by this parame-
terization.

B.1.3 Perturbed Spheroid

An alternative approach of the polynomial expansion of the nuclear radius can be the
perturbed spheroids [12,173]. For these shapes the radius is given by

o) — Ry 1—%62—%€§+62(1+%62)u2 B5
T( )_ WO/(;}O 9 6 ) ( : )
(1+3e2) (1 —262) |1 — 2eaPa(u) +2 Y €, Pi(u)

i=3
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where the ¢; are the shape parameters ¢, and
1

1— 262 2
= 3 0 B.6
" |:1—%62(3C0829—1):| s (B:6)

and where the wy/wy term ensures the volume conservation. It satisfies

1y _3
3 2 —3 6 2
w 1 1 2 2
(uTo) =3 (1 + 562) <1 — 562>] /du [1 — §€2P2<u> +2 g e Pi(u) )
21

=3

(B.7)
This expression seems fairly complex compared to the Legendre polynomial expansion.
Their origins are in fact, rather similar. In the Legendre expansion, the radius is expanded
on Legendre polynomials. In the perturbed spheroids approach, one considers a deformed
Nilsson harmonic oscillator potential that is expanded on Legendre polynomials. If one
considers an equipotential surface of this potential and “scales” it so that the nuclear
volume is conserved and equal to %ﬂ'R?’, one finally obtains the perturbed spheroid formula.
Figure B.3 shows nuclear surface layouts using this parameterization (exploring only the
(€2,€4) plane).

— €3 :0.0763 =0.1

- - -
O Qo

0.2

0.1

€4
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T

—0.2 -

O
O
O
01| O
S,

Figure B.3 — Example of perturbed spheroid surfaces defined by Eq. B.5. Examples of
mass asymmetric shapes are also shown (red curves).

One can notice that for negative values of ¢4, one obtains rapidly nonphysical shapes
as € increases. If axially-asymmetric shapes are to be investigated, a “y” deformation
term can be added in a generalization of this expression [12]. One can also notice
from Fig. B.3 that this parameterization is not particularly relevant to describe mass-
asymmetric nascent fragments. Just like in the Legendre polynomials expansion, Fig. B.3
shows that odd terms lead to different shapes for the fragments, not really in different
masses.

B.1.4 Generalized Spheroid

Studies of fission process requires a better description of the scission configurations and
mass-asymmetric shapes have to be investigated. A new shape parameterization was
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introduced [20] so that asymmetric shapes are described as well as spherical, elongated
shapes and diamond-like shapes. This class of shapes is the generalized spheroids fam-
ily. This parameterization allows nuclei to have diamond-like shapes, as such shapes are
believed to be closer to actual ground-state shapes than the spherical shape. In this pa-
rameterization, the nuclear radius is given in terms of the distance p of the surface to the
symmetry axis z:

2 v [ (=22 (a+bz* + az), b>0
piz) = { (1—22) (a+az)exp(bc®2?), b<0 ’ (B.8)
where
1 b
b==(c—=1)+2h, a= C4b 1 -1 :
2 3 [ep—i-\/—ﬂp <1+2—p> erf(\/—p)} , b<O
(B.9)

and p = be®. Examples of shapes provided by this parameterization are shown in Fig. B.4.
One can notice that shapes with @ # 0 render mass-asymmetry in a better way than
in the Legendre expansion or in the perturbed spheroid approaches, especially for scis-
sion shapes or for shapes with well separated fragments. This parameterization leads
to fragments at scission with unsatisfactory deformations. The ground state obtained
with this parameterization (and also with the perturbed spheroid parameterization) has
a diamond-like shape (for instance (¢, h) = (1.2, —0.4) in Fig. B.4). It is thus interesting
to investigate scission shapes where fragments can have such diamond-like shapes. Yet
the generalized spheroid parameterization leads to scission shapes where fragments are
flattened on a plane perpendicular to the symmetry axis (as can be seen for instance for
(c,h) = (2.2,0.4) in Fig. B.4). This seems nonphysical and shows the limitations of such
a 3D parameterization where only elongation, “neck size” and mass-asymmetry can be
easily handled.

4O 0O 000 00
OO0 OO 00
OO O D 0 |Emxm
w (OO O O eD
wO O O O <D

c

Figure B.4 — Example of nuclear shapes using the generalized spheroid parameterization
(cf. Eq. B.8). Examples of mass-asymmetric shapes are shown with red solid curves.
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B.1.5 Three Quadratic Surfaces (3QS)

A proper way of getting rid of the drawbacks of the previous parameterizations is to
increase the number of degrees of freedom. Nix introduced another parameterization [174,
175] that relies on two additional degrees of freedom. In this case, as for the generalized
spheroid parameterization, the radius is given in terms of p(z) instead of r(0):

(z—01)2 L —2zam <2<z

(2 - l2)27 Z2 S z S l2 + Zmax <B10)

s
—~
N
~—
[\
I
A
)
[\
|
Q|® Ql@ m|®
WR|WN NN PR =N

az — —=(z—13)% 21 <2< 2

\
where Zp.x = lo + ¢ and 2z = 1 — ¢1. One can see that, in this formula, eleven
parameters are necessary to describe this shape. However from the smooth continuity
relations at z = z; and z = 2z, four parameters can be dropped. Additionally the
volume conservation and the center-of-mass position are two degrees of freedom that can
be removed. Finally only five parameters are necessary to provide a proper description
of the shape. This shape parameterization is particularly suitable for the description
of scission configurations because it makes possible to set specific deformations for each
fragment. It seems well adapted to describe the fission process.

For such a parameterization with five degrees of freedom, it is difficult to give a layout
of the available shapes. However in Fig. B.5, one can see the geometrical meaning of
the parameters involved in the shape formula (Eq. B.10) and some examples of related
shapes.

WP

-
- Y
T Tegegee
v P S

Figure B.5 — Examples of three quadratic surfaces

Out of the eleven geometrical parameters used in Eq. B.5, one could select only five
and use them as the degrees of freedom. Yet these geometrical parameters do not lin-
early and independently affecting the expected degrees of freedom (elongation, neck size,
mass-asymmetry and deformation of nascent fragments). The symmetric o1, oq, 03 and
asymmetric ay, ag, g parameters are used to get closer to the targeted degrees of free-
dom. These parameters are defined in Tab. B.1. Six parameters are involved as the degree
of freedom related to the center-of-mass position in not yet removed. Additionally a size
parameter u is introduced so that the volume degree of freedom can be removed later.

These parameters are not yet quite satisfactory, instead the global parameters ()2, oy,
d, 1 and &5, defined in Ref. [16] operate on the desired degrees of freedom. A connection
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Table B.1 — Relations between global and symmetrical /asymmetrical parameters used in
the 3QS parameterization.

symmetrical ‘ asymmetrical ‘ dimensional
lo — 1 1l +1
01 — 051 = —
U 2 u
2
a 2 2
3 a; —a 1/2
= — 1 2 _J]1 2 2
02 C2 Qg = 5 u = [i(al + CL2>]
3 u
1 [(a® a2 a?  di
BEG\leT2) M= 7S
1 G 1 G

between the symmetric and asymmetric parameters and the global parameters is shown
in Tab. B.2. More detailed can be found in Ref. [16,175].

Table B.2 — Global shape parameters used in the 3QS parameterization.

From global to symmetrical /asymmetrical ‘ From symmetrical /asymmetrical to global

1|/3—2eq 2+ 3— 25\’ 1Vt
O3 = — —
3 2 3+€f1 3+5f2 i \/203+CY3—|—2
1 (3—2sﬂ>2 (3—2sf2>2 ) 1 — /2035 — g
o3 = — - =
5 2 3+ en 3+ep . V203 — a3+ 2
- 9 11/3 r 1 371/2
Oég+1 20’3-{-063 20’3—&3 1+§Oé2
-1 ) +1
ag—1/) 203 — a3 203+ a3 \1— a2
052:2: 9 :1/3 ag: : 1 3:1/2
()ég+1 203+043 20’3—053 1+§Oég
+1 T —1
Oég—l 20’3—053 203+043 1—5062

The @, parameter is defined by

Zmax  P(2)
_ Z 3= _ 3Z r| g2 2 A2 / Z
Q)\—z(ﬁ)/d’/’TPA(COS0>—<E>/dZ/dP [p +Zi| pP)\ \/ﬁ .
\%

Zmin 0
(B.11)
Handling this parameterization is quite tedious, especially for shapes with small elonga-
tion, and robust numerical methods must be settled. This parameterization has been only
used for some tests in the present document. Yet it should be used more extensively in
future studies.

B.2 About Shell and Pairing Correction

Once single-particle energies are obtained from the Yukawa-folded microscopic model, the
shell and pairing corrections must be calculated.

B.2.1 Shell Correction

The method used in the present study for the calculation of the shell energy correction
is described in Ref. [87]. Additional calculation details of interest are provided in the
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following. As explained in Chapter 5.4.1, the shell correction is calculated as

n=1

N N
$Faa =3 6 - / &(n)dn. (B.12)
0

As a starting point, one can consider Eq. 5.84 giving the discrete state density, recalled
here

1 oo
gle) ==Y 6(un), (B.13)
v n=0
where
€— €y
Uy = —. (B.14)
8
The delta function Dirac ¢ can be expanded using the Hermite polynomials:
o0 2
e ™ H,(x)Hp,(0)
o(x) = . B.15
@) =3 = (B.15)
From the orthogonality condition of the Hermite polynomials, namely
Ood 5 F () Hyn () = o B.16
xre n(7) m(-f’?)—mv (B.16)
it can be verified that:
/ §(z)dz = f: Hn(0) / ¢ H,,(z)dz (B.17)
— /2" m)! " ’ '
— Ha(0)
= — /T2 B.18
3 VT2 b (B.13)
= Hy(0), (B.19)
=1. (B.20)
The value of the Hermite polynomials at the origin is given by
|
ymja_ M
Ho(0) =4 (mj2)y " (B.21)
0, m odd ,
Hence g(¢€) defined in Eq. B.13 can be written
1 = = e Hy, () Hyp (0)
—— ) B.22
=333 el (B.2)
The cumulative number of state n(e) is given by
n(e) = [ g€, (B.23)
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€

= \/_Z / Un Hy(v,)deé +Z 2m$,) / e Hyy (v,)de | (B.24)

—00

where ,
€ —e€,

~
Making the variable change ¢ — v,,, one obtains

Z / " Ho(v, d””Z om 753') /e”’%Hm(vn)dvn : (B.26)

—00

(B.25)

Up =

As Ho(x) =1 and using Ref. [48] (p. 298), one gets
v

1 2
— v dt =
ﬁ/e

so that n(e) can be written

{1 + erf (%)} , (B.27)

l\DI»—t

= (1 Tt
n(e) = nZ:O 3 [1+ erf (v,)] \/_ Z 2mm‘ / e " Hy(vy)do, | - (B.28)
The integral in Eq. B.28 can be put in the form
Un 0 Un
/ e~ H,, (v,)dv, = / e Hyy (0, )duy, + / e~ H,, (v,)dv, . (B.29)
o o 0
For m even, H,, is an even function and thus
0 1 +oo 1 5
—’UTZL _ = 71)721’ _ = Om
/e H,,(vy)dv, = 5 /e H,,(v,)dv, = > V2l (B.30)

As m = 0 is not included in the second sum of Eq. B.28, one gets

u
00 g

n(e) :Z ;[ + erf (vy,)] \/_Z S /e‘”iHm(vn)dvn : (B.31)

n=0 0

Reference [48] (p. 786) gives the following relation

T

/e-2 m()dt = Hy1(0) —e™®

0

which can be used with Eq. B.30 and yield

2

Hya (), (B.32)

2

m even,m > 0 = / H,,(t)dt = Hp,—1(0) — e ™ Hppq (). (B.33)

—00
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Hence Eq. B.28 can be written

= (1
n(e) = ; (2 [1+ exf (v,)] Z Qmm, [ H,,_1(0) — e—“%Hm_l(un)}) . (B.34)
Either m or m — 1 is odd so the first term of the second sum is null, so that
= (1
n(e) = RZ:O <2 [1+erf (v,)] — —= Z 2mm' i H 1(%)) . (B.35)

The average number of level 7(e), required in Eq. 5.90 to obtained the Fermi energy X of
the smooth distribution, is obtained by restraining the sum over m up to a cutoff order p.
To obtain the shell correction (¢f. Eq. 5.91 or Eq. B.12), one also needs to compute
expression of the type

N A
I == H,,(0) 2
e(n dn—/egedez— /deee Un Ho (). B.36
0/ Sy s (). (B30)

Making the variable change ¢ — u,, and separating the m = 0 term from the rest of the
sum, one obtains

A—e€n
N 1 o ol
e(n)dn = — / At (Yt + €)%
[mn=32)

>1

€n

v
oo Hm O »
+z:1 Qm;!) / Ay, (yupn, + €,)e " Hy(uy) | - (B.37)

—00

A— €, _
Defining u,, = ‘ , the first term in the parentheses of Eq. B.37 becomes
/ duy, (yu, + en)e*“i = / du,u,e " + e, / du,e , (B.38)
Y .y Un, 1 _
- -1 [e ] + e/ [1+ erf(@,)] (B.39)
- —§e_ﬁ2 6"\/_ 1+ erf(i,)]. (B.40)

For the second term in the parentheses of Eq. B.37, one has

Un

/dun(’YUnJren)e_“%Hm(un)Z”y/dunune_“%Hm(un)jLen/dune_“%Hm(un). (B.41)

—00 —00 —00

Reference [48] (p. 782) gives the recurrence relation between Hermite polynomials:

le+1(l‘) +mH,—1(x). (B.42)

xH,(z) = 5
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The second term in the parentheses of Eq. B.37 becomes

Un

/ duy, (yu, + en)e’“%Hm(un) =

—00

Un

1/dune_“iHmH(un)+7m/dune_“$me1(un)—|—6n/dune_“iHm(un). (B.43)

Un

2

—0o0 —0o0

Equation B.33 cannot be used because m + 1 and m — 1 are both even. However for m
even, one can use Ref. [48] (p. 786), namely

T 0 T
/ dte ™ Hppyy () = / dte™" Hyp () + / dte ™ Hyp (1) (B.44)
—00 —00 0
400 T
__ / dte " Hypi (1) + / dte™ Hypr (1), (B.45)
0 0
=—H,,(0)+ H,(0) —e"H,,(z) = —e"Hp,(x). (B.46)

Hence, using Eqgs. B.46 and B.33, the second term in the parentheses of Eq. B.37 becomes
/ duy, (yu, — en)e*“%Hm(un) =
v

— 2 H (i) = yme” " Hy i) + € [Hm_l(O)—e—ﬂ% m_1<an)]. (B.47)

As m is even, m — 1 is odd and H,,_1(0) = 0, inserting Eqgs. B.40 and B.47 into Eq. B.37,
one obtains the smooth energy term

]V e(n)dn = g (%" [1+ erf(ii,)] — Q%e_ﬁ%

_e\_/; > ];:fs!) [%Hm(an) + ymH o () + enHml(an)D . (B.48)

To obtain the smooth equivalent to Eq. B.48, namely

/N &(n)dn, (B.49)

used in Eq. 5.91 and Eq. B.12 for the calculation of the actual shell correction energy, one
should limit, in Eq. B.48, the second sum on m up to the cutoff parameter p.

B.2.2 Discussion about the Shell Correction

In Fig. B.6, one can see an example for 235Pb,,, that was calculated and put into the same
format than in Ref [87] for comparison. The calculation is done for neutrons only. The
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number of cumulative levels for the discrete distribution n(e) using Eqs. 5.83 and 5.84
and for the corresponding smooth distribution 7(e) using Eq. 5.89 is shown. The Fermi
energy A of the smooth distribution can be read from the smooth curves at the point where
n(\) = N = 126. As is explained later in Chapter 5 Section 5.5.1, levels are computed
using a base expansion method. The accuracy of the calculation depends on the choice
of the base and on the size of the base. The largest the base, the more accurately the
level energies are computed. This method provides level energies for positive and negative
energies and the number of energies provided by the method is equal to the number of
elements in the base. Only a limited physically-constrained number of negative energy
levels exist, therefore as the base size increases, the number of positive energies increases
while the number of negative energies remains identical.

In Fig. B.6, on can additionally see the dependence of the number of cumulative levels
as the base size increases. The size of the expansion base is characterized by a cutoff
number N, that is not the number of elements in the base, but as N, increases the base
size increases. As the size increases, the single-particle energies converge for bound levels
(e, < 0). For unbound energy levels the change is more effective. As all positive energies
are eigenvalues of the Hamiltonian (they are related to the continuum), hence in a small
interval of positive energies de, an infinity of energy levels are possible. As the base size
increases these levels are better described by the expansion method and the infinity of
levels tends to be reproduced. In such positive energy region, n in Fig. B.6 should be
completely flat and one should considered instead the level density dn/de where dn the
variation in the cumulative number of levels in the range de.

This yields unsatisfactory features for the shell correction. As the sum over n in
Eq. 5.93 goes to infinity (and thus related to positive levels) this would bend downwards
the smooth curves in the negative energy region too. The eventual effect on the shell
correction is also shown in Fig. B.6b. This kind of analysis led to limit the size of the
expansion base.

10 T T T ) —6
3 Aﬁ;
=
= 0 30
5 N e .
g —10 | 1 1z
i | =
o i =
g —20 ‘ | 5
[} ! =
< ‘ S
£ %0 : —n(e) No = 12 - 110 =
g 7 —n(e) No =16 | | 12
2 —40 ‘ 7i(e) No =16 ||
wn |

| | | | I I | | | | | | —12
0 50 100 126150 200 250 300 0 0.02 0.04 0.06 0.08 0.10 0.12 0.14
Cumulative number of single-particle states 1/No

(a) (b)

Figure B.6 — Energies of neutron single-particle states of the 255Pb,,s (B.6a) and corre-
sponding shell correction convergence as a function of the base size criterion Ny (B.6b).
Results reproduced for comparison with Ref [87].

This issue can be avoided by using of the following ad hoc method given in Ref. [176].
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In this approach, the level density g of Eq. 5.84 is replaced by

gbound Z 6 € — 6n Z 5(6 - 691), <B50)
n=1

where € are eigenvalues of the “free” Hamiltonian H="T as given in Chapter 5, Sec-

tion 5.5.1. It has been shown that this method leads to converged shell correction as the
base size increases [177| and thus corrects the unsatisfactory divergent behavior of the
shell correction that is shown in Fig. B.6b.

B.2.3 Pairing Correction

Two pairing models are used this study, the BCS and the Lipkin-Nogami models, that have
been well presented in Ref. [110]. Therefore the related development will not be reported
here. It could yet be noted that for the BCS model a slightly different version [87] has
been implemented for the present study.

B.3 Finite Range Droplet Model

The Finite-Range Droplet Model (FRDM) has also been implemented as long as the
Finite-Range Liquid-Drop Model (FRLDM) for the present work (c¢f. Chapter 5). This
was made in order to perform additional verifications of the FRLDM implementation (cf.

Section 5.4.2). The droplet model, which is the original version of the macroscopic model
used in the FRDM will be detailed below.

B.3.1 Droplet Model

Myers and Swiatecki elaborated [106,178| an alternative macroscopic model to the liquid
drop model named the droplet model. In this approach different densities are considered
for the neutrons and protons (p,(7) and p,(7)). The evolution of the different energy
terms (Volume, Surface and Coulomb) is analyzed as p,(7) and p,(r) differ from their
standard (liquid drop model) value py = [§7r§] ™. The density functions p,(7) and p(7)
considered here are called bulk density functions. One can also define the total bulk density

p(7) = pu(7) + pp(7). These densities are illustrated, in the case of spherical nucleus, by
dashed line in Fig. B.7, along with the actual densities shown in solid line. The bulk
density is a continuation of the actual density in the nucleus interior up to a given radius.
For instance the neutron bulk density p, extends from r = 0 up to R,, with and excess of
density with respect to the actual density for » < R, which is equal to the corresponding
density deficiency beyond R,,. In particular this implies

/ Fpictual 7;*) N = / d3—» bulk (B51)

(e 9]

The definition of the radii R,, R, and Ry, and the related densities, as shown in Fig B.7,
are defined for a spherical nucleus, but the extension to arbitrary shapes is straightforward.
In this latter case, the surface ¥,, X, and ¥ are considered instead of radii R,, R, and
Ry,. In the following of this presentation of the droplet model, densities p,, p, and p refer
to the bulk quantities. Assuming a normal vector 7 to both surfaces ¥, and X, if n, is a
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- —-. ,bulk -
p /’

Y
ﬁ

Ry

Figure B.7 — Generating functions of the Droplet model, reproduced from Ref. [106].

normal coordinate (along 17) locating ¥, and n, is the similar quantity locating 3, then

the position ny, of ¥ is given by

NP (M) + Nppp(12p)
Pn(nn) + pp(np)

Thus the excess of neutrons in the generating distribution between > and 3, is the same

than the deficiency of protons between X, and X. The density deviation function € and
the neutron-excess deviation function ¢ are defined by

e(F) = _% (p(f‘)po_ PO) and 0(F) = pn(F)pzf‘)pp(F) _ (B.53)

Additionally one can define a neutron skin thickness 7 as

Ny — N
r=—"2, (B.54)
To
This neutron skin thickness is a function of the position on the surface ¥. The derivation
of the model final expression is obtained in two steps:

1. The energy terms (Volume, Surface and Coulomb) are written in terms of the
volume-averaged quantities €, 9, surface-averaged quantity 7 and the deviation func-

tions o(F) = §(F) — 6, é(F) = e(F) — € and 7(F) = 7(7) — 7.

2. The energy expression is made stationary with respect to variations of €, 8, & (7),
€(r) and 7(7). The expression is not made explicitly stationary with respect of
parameter 7 because there is a relation between 7 and 6, thus it is not a free degree
of freedom.

One can notice that a non-zero value of € corresponds to a nuclear volume Vs = %WR%

that differs from the standard nuclear volume V = 3R} where Ry = roAY3. The
spherical-equivalent radius Ry in the droplet model model is given by
Ry = (1-38) 2Ry ~ (1 +&R,. (B.55)
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This is related to the compressibility of the nuclear matter inside the nucleus. The volume
energy term FEy can be written as

Ey = / Bp(F)e(F) (B.56)

Vs

where e is a local energy density per particle that can be developed in terms of § and €
according to

e(F) = —ay + J&*(F) + Ke (7) — Le(¥)6*(F) + 2M54(*) (B.57)

where aq, J, K, L and M are constants that will be eventually adjusted on experimental
masses. This leads to

i , , 1
Ey = [—al +J6% + %KEQ — Led? + %Mé“] A+po/d3“(J52( )+ S KEr )) - (B.58)

P

Similarly, the surface term Eg is written as

1
4rrd

Eg = /d25 {ag + Fe(7) + HT*(F) + 2P7(7)0(7) — Go*(F) + ;agrofﬁ(f')} (B.59)

Ss,

where ay, F', G, P, G and a3 are constants and x(7) is the local curvature at the surface
point 7. This leads to

Es = ay A*3(1 + 2€) Bs(q) + %p[ﬂ“o/d S [Fe( 7) + H7*(7) + 2P7(7)6(7) — G(SQ(F)}
Sy

+ as

/ d*Sk(7) . (B.60)

Sy,

&mry

The last term is often written as asAY/?By(q), where

By(q) =

/ d*Sk(7). (B.61)

Sy,

87TR2

Finally the Coulomb energy term F¢ is written

— —6 /d2—» /d3—» pp Tl pp T2) _|_Ediff+Eexch’ (B62)

|7 — 75|

where EYf is the correction for the diffuseness of the proton density given by Eq. 5.15
and £ is the exchange correction introduced in Eq. 5.6. This leads to

.z _ €poTo [ 12 ~ €P0 [ 132 (A (2 S diff | pexch
Ec—clm(l—e)Bc(q_)— 1 d ST(F)U(F)—T d°7o(7) (3€(7)+6(7)) + B + B,

Sy Vs

(B.63)
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where ¢; = %% and v is the Coulomb potential generated by an uniform density p, = 5—;

contained in the sharp edge surface Sy. It is given by

- ep

= [ d®r—2 B.64

(1) / Tt (B.64)
2

The average value v of v over Vs and its deviation function v are defined by

V= — /dgrlv and  0(r)) =v(r)) — 0. (B.65)
The total energy E = Fy + Es + E¢ is thus
SR o 1

+p0/d3*<J52( ) + K€2( )) + ay A??(1 + 28) Bs(q)

+ %Poro/dQS [Fe(i) + HT*(7) + 2P7(7)0(7) — G&*(7)] + az A" Bi(q)
+clAZTjg(1 —8)Be(q) - / d57(7)0(7) — / 7o) (36(F) + 3(7))

SZ VE
+ Ediff+ Eexch. (B66)

E E E E E
Applying all stationary conditions (a(‘)_g = 2—5 = 887_ aa 3 %e 0) to Eq. B.66
yields
oF _ 3de _
E =0=¢€= ﬁv, (B67)
oF <~ ev
0= 5= — B.68
5 = 0= 0= (B.68)
oF . de, .. =
Fr 0=7= g@(vs Us), (B.69)
OF . I+4ZB(EA3
o) 1+ Z@A_ / Bs<q_>
23 __ 1 52 ~1/3 ’
E =0=¢c= ? L6 —2A CLQBs(@ + C1ch(q_) R (B?l)

where 7g is the restriction of ¥ on the surface Sy, and 7g is its average value on Ss; defined
by
vy = — [ d*Svg(7), (B.72)

and ) = %FP The B, term appearing in Eq. B.70 is defined by

Bu(d) = —%226 / LS (F) . (B.73)

Sy
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Inserting all stationary conditions into Eq. B.66, it yields
1 1 - -
E= {—al + J&* + 5[(@2 + 5M<54 — Las?] A= AVPZ3(1 4 €)B.(q)

2
+ [az + %%52} A1+ 26) Bs(q) — ¢52* Bu(Q)

7 .
+ asAY3(1 4 &) B(q) + c1i7 (1= O Be(@) + EUT  pexch - (B.74)
where c5 = %. The B, and B,, terms are defined by
7007w 39 25 9 ey /s
B.(q) = RuZ2e /d ro°  and  By(q) = NV /d Sv*(T) . (B.75)
1% Sy

Finally, as EF = 0, one can consider £ = F — EF and the final expression for the
€ €
total energy becomes

_ 1 1 - 2_
E=|-a +J0* + 5[(52 + 5Mﬂ A=y AY3Z2B(q) + [aQ + 2%52} A*3Bg(q)

2

Z
— C5ZQBW(® + a3A1/3Bk(® + C1

ch((ﬂ + pUT  pexch - (B.76)

B.3.2 Finite Range Droplet Model

Just like the Finite Range Liquid Drop Model (FRLDM) was an extension of the Liquid
Drop Model (LDM), the Finite Range Droplet Model (FRDM) is a similar extension of
the Droplet Model (DM). The major change between the DM and the FRDM is related to
the surface and Coulomb terms. Roughly speaking the ayA%/3Bg(q) and ¢, Z2A~Y2Bo(q)
terms of Eq. B.76 would be replaced by a;A%?B;(§) and ¢, Z2A~3Bs(§) respectively
where B; and Bj are defined by Eq. 5.45 and 5.46. Additionally the effect of nucleus
compresibility must be considered. In Eq. B.74 terms ay A%/3(1 + 2€) Bs(¢) and clAZI—Z(l -
€)Bc(¢) must be seen as the first order expansion of the related surface and Coulomb
energy terms with respect of variation of the nuclear volume (i.e. of €). For instance,
defining the standard volume Vy = 3wR3 and the DM volume Vi = 37R% (here Ry =
Ro(1 + €)), the surface energy term Eg for a volume V is given by

Es(é = 0) = ayA%/3— / a5, (B.77)

where Sy is the surface containing the volume V. The surface energy term FEg for a
volume Vs, is
1
Eg(e#0) = A2/3—/d25 B.78
S(E 7& ) az Ax Rg ) ( )
)
where Sy, is the surface containing the volume V5. As the shapes in Eqs. B.77 and B.78
are identical, the change in volume consists only on a rescale of Eg(€ = 0), namely

Es(é #0) = Es(e =0) (%) = Es(e=0)(14&° ~ Es(¢=0) (1+28). (B.79)
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Applying this to the finite-range terms Bj, one obtains for the volume V}

2/3 ¢
Bs(e=0) = a,A*By(q) = %ﬁa‘* / &7 / A2 — g)e?, (B.80)
Vo Vo
where & = |77 — 73] /a.
Equation B.80 must now be obtained for a volume Vs, # V. Considering a function f
of parameters € and a defined as the double volume integral of a function g depending of
& = ||r'1 — 72| /a so that for the volume Vj

Zmax Ymax Ymax Tmax Tmax

f(E=0 /dz/dz [av [ [ae [arge  @sy

Zmin Zmin Ymin Ymin ZLmin Tmin

For a non zero value of €, Eq. B.81 can be written

Zmax(1+g) Zmax(1+g) ymax(l“l’é) ymax(1+€) xmax(1+€) xmax(l“l’g)

fE#£0,a) = / dz / dz’ / dy / dy/ / dx / da’g().

Zmin(1+€) zmin(1+€) ymin(l'i'g) ymin(l"rg) xmin(l"'g) xmin(l'i'g)

(B.82)
Using variable change X = x/(1 + €), one gets
Zmax Zmax Ymax Ymax Tmax Tmax
FE£0,a) = (140 / 4z / 1z / ay / ay” / dx / AX'g(¢),  (B.83)
Zmin Zmin Ymin Ymin Zmin ZLmin
where &£’ is now given by
AV _ a\2 _ )2
a
X -—X"NV24+ (Y -Y"N2+(Z—-2)?
:\/( it - il )(1+€), (B.85)
X—-X"NV24+ (Y -Y"N2+(Z—-2)?
XA VP77 556
a
where a' = a(1 + €)~'. Therefore Eq. B.83 becomes
fE#0,0) = (1+8°f(E=0.——). (B.87)
1+€
~ (1+66)f(e=0,a(1 —¢), (B.88)
0
~ (1 + 6¢) f(EzO,a)—a€—f ] , (B.89)
8@ e=0,a
_ L _0f
~ f(e=0,a) + 66f(e =0,a) — ae == (B.90)
aa e=0,a
e_£
This can be applied to Eq. B.80, where f = fg corresponding to g(§) = (2 — 5)?, SO
that one obtains the surface energy term FEg related to a volume Vs as
Es(é #0) = a,A*?By (B.91)
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a A2/3 -
= &;—Wfs(@ a) ) (B-92)
a€e 0fs

= @A \(1+60B1 — ¢ et 5y
0

7 ] . (B.93)

It can be shown that this expression can be written more simply as

Es(é # 0) = aa A*3(By + 2€B,), (B.94)
where L 2B
2= 5% T dn : and A= Ro/a. (B.95)
This is justified by
Es(é # 0) = a A*3(By + 2€B,) , (B.96)
[ € d\’°B
— @t [y S 1] | (B.97)
€ dB
— 4y A2 | By + S (2ABy + A252L B.98
as _ 1+ Y 1+ N ) ( )
[ dB
= a2A2/3 By +2eB; + E)\d—)\l:| , <B99)
: Ry a? dB
_ 2/3 B, — W02 271 B.1
(ZQA _Bl +2€Bl a R0€ da :| s ( . 00)
[ dB
= a2A2/3 Bl -+ 2€Bl — ng—1‘| s (Bl()l)
a
i _ e Ofs B
— 4, A?3 | B, 4+ 2eB, — —< )8 4B B.102
az 1 T 2653 87T2R%a4 da o +4eby |, ( )
i _ e Jdfs
— 4y A?? | B, +6eB, — — < YJs B.103

Comparing Eqgs. B.93 and B.103 thus justifies Eq. B.96.
A similar procedure is applied to the Coulomb term Eg, so that for a volume Vs it

becomes
15¢,Z2A71/3

3272 R den
where fc is the equivalent of fg and is related to g(&) = % (1 — (1 + g) 6*5). For € # 0
this expression becomes

15¢, Z2A7 V3R B
321772R6 aq Ofc(e # 0, aden) , (B.105)
s:Uden

156 Z2A7VBR,
~ 32m2RS(1 4 €)%agen

Ec(é = O, aden) = fc(g = 0, aden), (B104)

EC<€ 7é 07 aden) =

(1+65fc(6=0,a4em(l — ), (B.106)

15¢, 22 A~1/3 ) _ dfc
- - =0, Ggen) — EQden, —— ) B.107
3212 R agen o€ =0, aaen) — €4 Daden | g 4, ( )
Applying Eq. B.90 to fg, one obtains
_ 15 ofc
Ec(e#0) = Z*A7Y3 [(1+ 6€)Bs — 3 . B.108
c(€#0)=a (1+6€)B; 3272 R3 Dagen oo ( )
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It can also be shown that this expression can be written more simply as

Ec(é#0) = 1 Z*A7Y3(By — €By), (B.109)
where dB /)
By = -\ d“;/ and A= Ry/gen - (B.110)
This again can be justified because
dB;/\
Ec(§#0) =, Z2A71/3 (33 + N’ di/ ) , (B.111)
[ 1 1dB
2 4—1/3 —\2 3
:ch A / _B3+€/\ (—EB3+XH>:| y (B112)
[ B
=, Z°A7V3 | By(1 — &) + e/\dd—;} , (B.113)
i Ry a2. dB
= Z2A7V3 |By(1 —€) — e—L “den 73 B.114
“ L 3( E) Ea'den RO daden ( )
[ B
= 1 Z2A7Y3 | B3(1 — €) — @gen dBs } , (B.115)
L daden
s | N ~15fc 15 dfc
=1 Z2A7V3 | B3(1 — €) — €agen
“ {1 =€) — e (32w2Rgagen 3272 Riqen Otdon |y, ) |
(B.116)
] 156 9fq
= ZPAY3 By - ——— = . B.117
“ 57 32m2RE Dagen e:o,adej (B.117)

Thus, comparison between Eqs. B.107 and B.117 justifies the definition of B4 by Eq. B.110.

Now that the surface and Coulomb terms are defined in a “finite range” way, Eqs. B.94
and B.109 can be inserted into Eq. B.66. Then stationary condition Eq. B.71 is applied
and yields

1

D=5 (Ce_wl/g ~ 2a

B (q - Z?
,421(/2 + L6*(q) + clmB4(®> : (B.118)

where the term CAe 74" is non-analytic and is introduced for empirical reasons. This
adds two new adjustable parameters C' and . The addition of this term showed to have
significant advantages [179]. Finally the dependency of the surface energy on the neutron
excess can be taken into account [179] “simply” by replacing Q by QZL. Equation B.70

thus becomes B
16Q A% B9
97 1 B9
4Q A3 B(q)

The final expression of the FRDM can be summarized as [12]

0(q) =

(B.119)

EFROM(7 A §) = MuZ + MyN +

macro

(—a1 + IR - %Kg?(g)) A

+(wm@+ Jor@p D) 4
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Bo@Bs(@) | 1) 72
T@ + CL3A1 3Bk<(j) + foq

0 72 Z4/3
+ CL[)A + ClmB:),(Cj) — C4m — Ca(N — Z)

Ap +A, — dnp, £ and N odd

— ¢ Z2AVBB(Q) — 522

1 A,, Z odd and N even 2.39
+ W (|1| + ZézNazodd) 9 A 7 oven and N odq — @27, (B.120)
0, Z and N even
where ¢y and c5 are given by
1 /1 18 1
€2 = oz (7 + ?) i and ¢ = @cf (B.121)

The new shape-dependent terms compared with the FRLDM are given by

1 [9B.(q) OB5(q)
B =5 | 00| B - |220]
e=0 e=0
15A4-4/3 o 225A72 2 o Fr2 /-
By(q) = _167r—2r§/d SIW (), By(q) = 6157 /d SIW=(r1),
S S
A3 1 1 1575A7/3 -
B - dQS Br e —— d3_’ W2 "~
(@=5— [ (&m+&m0’(® ngjrl&m
(B.122)
where
d37
W= T (B2
I /d377 W () (B.124)
C 4mrdA B '
174
W) =W(R) - W, (B.125)

and R; and R, are the principal radii of curvature, the calculation of which is detailed in
Appendix B.4.3. All integrations are made on a volume %WR%, or on a surface containing
a volume of 3w R}.

For the numerical validation of the FRDM, it can be noted that all shape-dependent
terms, expect By, By, Bs and By in Egs. B.120 and B.122 are normalized to unity for
spherical shapes. For By and Bj, analytical expressions are given in Eqs. 5.48 and 5.49
respectively. For B, and By, analytical expressions also exists for spherical shapes!

Bs(phere) = 1 — (1 4 2z0 + 225 )e 2™, (B.126)
3 15 63 3/2 12 32 42 21
Bui(Gphere) =145 |——= + — — — 4+ ° (— Sy —) e—2y0} , (B.127)
P va o 2y dys 4A\wo v v v w
where s s
A A
To = T and  yo = o : (B.128)
a Aden

!The By expression is corrected here for a misprint that occurred in [12,180].
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B.4 Computational Forms

In this section computational forms used in the implementation of the various integrals
that are involved in this work are presented.

B.4.1 Reduction of Integration Domain

In the present study, volume and double volume integrations must be performed many
times. Here the volume integration method will be detailed. Similar computational forms
can be derived for double volume integrals. In practice, volume integrals can be turned
into surface integrals using the divergence theorem, for instance considering a function f
defined within a volume V. Its volume integral is defined by

Ip(ry) = /d3F2f(||771 —72|) = Ir(r1) = /d2§2 (M=) F([[r — 72l]) (B.129)

\% S

where 77 is the point where the “potential” is evaluated, 75 denotes the running integration
point. The divergence theorem transforms the volume integral of f on a surface integral
of a related function F. Some of the volume-defined f and surface-defined F' functions
used in this work are presented in Tab. B.3.

Table B.3 — Examples of volume- and surface-defined functions used in the present study.

potentia
tential F
1 1 1
Coulomb —_— S
[71 — 72| 2 || — 72|
Yikawa | Sl = r2ll/a) _<M)3[1_<1+|a—f2||>exp<_|m—f2)}
71— 7l/a a a a

In the following the computational forms to obtain Ir are derived for both shape
parameterization types r(6) and p(z). The cylindrical coordinate system shown in Fig. 5.4
will be used in the following derivations.

B.4.1.1 r(0) Parameterization

In the surface integral (c¢f. Eq. B.129), d2S, = 7i,d%S where the unit vector iy normal to
the surface S at 75 is given by

iy = 20" 20 (B.130)
1720 X Ty
and where 75 and 7%, are defined by
S 07 ory 1 rog,
Tog = —— = ——€p, + T2€p, ,
Y06, 00, T (B.131)

Ty = 0. = rosinOsey,, .
P2
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The cross-product 75 X 75, can thus be calculated, and is

or 2
— — 892 0 87'2
Top X Ty = o X 0 = 19 8in Oy 89 . (B.132)
0 79 8in 6o 0 2
r202p2
r202p2 rob2¢02

The norm of 75 X 75, is given by

L . ory\*
1720 X Ty || = o sin oy [rE + (8_gz> : (B.133)

So the related normalized vector 7i, can be written

= ory
T2€T2 - 89 692

87"2
362

The scalar product (7} — 73) - iy involved in the surface integral of Eq. B.129 can be
calculated

(B.134)

(7?1 — FQ) . ﬁg = (7”16_;«1 — T2€,~2> . ﬁg, (B135>

~1/2
— | r24 or, 2 75 — 11 (r9€p, + Ery — 37‘25 ~€p,) | - (B.136)
2 862 2 71 T2 892 T1 2

Since only axially spherical shapes are considered, the calculation can be performed as-
suming ¢, = 0. The base vectors in the cylindrical coordinate system are defined by

€, = cosB€, + sin b€, ,
€, = €08 02€, + sin b, cos Y2€, + sin by sin Y€, , (B.137)
€p, = €08 b5 cOs P2€, + cos O sin o), — sin O, .

So that the following scalar products can be computed

€, * Ery = COS B cOs by + sin 0 sin Oy cos o, (B.138)

€r, + €9, = COS 0y cOS o sin 6y — sin Oy cos by . '
As ricost = z; and rqsin#; = x1, one obtains

71€p, * €ry, = 21 COS Oo + 21 8in O3 COS g,

{ T1€y, + €g, = X1 COS Py COS g — 21 8in by . (B-139)

Using Fig. B.8, d*S can be expressed as
d?S = rysin fydip,dl (B.140)
5 o\ 1/2
= 79 sin Oadeps ((7’2d92)2 + (a—gzd(?g) ) , (B.141)
2
ar\ 2 1/2
— 7y sin fads <r§ + (a%) ) df, . (B.142)
2
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P2

\
|

|
|
|
|

|
]
Ny 'ro sin 0

a6 )
6, |

Z9

Figure B.8 — Surface element scheme.

So that the (7, — 7%) - 7,d®S term can be written

0
7?1 — FQ : ﬁ2d25 = — 7“2 — T 7’26_; : 6_;, - ﬂéﬁ, . gg T2 sin 92d§02d02 . B.143
2 1 2 802 1 2

This latter results can be inserted into Eq. B.129 so that I can be written

s 2
IF(T_i) = — /d92 / d(pg?”g sin 92 (T% — 79 (Zl COS 92 =+ x4 sin 02 COS QOQ)
0 0

Ory

* 90,

(21 cos B2 cos py — 21 sin 62)> F(||ry — 7). (B.144)

Changing the 0 variable into py = cos s, and defining 15 = sinfy = /1 — 13, Eq. B.144
can be written

1 21

Ip(ri) = — /d,ug/dgpgrg (r% — 1o(21 b2 + TV COS P2)
21 0
ory o S
+ 0. (T1pg cOs g — z119) | (|| — 75||).  (B.145)
2

As 1y = 19(u9), one has

1 27
. or
]F(Tl) = - /dﬂ27"2/d902 [(Tg — ToZifle — 8—02217/2)
—1 0

or I
+ cos o (8—92m1u2 - Tgl'lyg)] F(||ry — 7). (B.146)
2

This latter expression is particularly useful for numerical computation. Still a practical
expression for |7 — 73| needs to be given. Using

{ 7| = 1€y + 215, (B.147)

T = Tofl2€ + Tal COS o€y + Tols SiN o€y
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one obtains

|71 — || =(21 — rava cos 2)? + (21 — rapa)? 4 1303 sin® ¢,
2.2 2.2

.2 2 2 .2
=] — 2017V COS Yo + T5V5 COS 5 + (21 — Topia)” + 515 Sin® o,

2 2.2 2
=x7 + vyry + (21 — ropin)” — 221151 COS Yo,

2 2.2 2 2 2
=x7] + VaT5 + 2] — 22179 fle + TG — 221579 COS g,

2 2 2
=T] +ry+ 2] — 2217”2,ug — 2211579 COS ©a.

B.4.1.2 p(z) Parameterization

Considering axially symmetric shapes, one can assume that ¢; = 0. So that 7 and 5

can be written

—

1 = pi1€; + z1€;,
79 = P2 COS gogé’x + posin p2ey + 22€; .

The vector normal to the surface 715 is defined as

- F2z X 772@
No = 735 = ’
1722 X 7o |
where
o ors apz - . o o
To, = — = ——(CoS e, +SIn o€, ) + €
Sl 622( . y) ez,
— 8F2 . — —
Tap = —— = pa(—sin po€, + cos p2€),) .
ipa

The 799 X 75, term can be thus calculated as

0
op2 COS P2 : — COS P2
02y —pP2 SN P2 .
" S _ — S1n Py
T29 X T2y = 802 sin @s X P2 COS o = P2 9ps
) 0 —
1 v 8’22 TYZ

Tyz
Its norm ||729 X T, is given by

1/2

790 X Tou || = p2

dp2 2
1+ (8_22) ]

So that 77 can be written

dps 48
1 =
+ <d22) ]

The integration element d*S is defined as

My = (d—ez — COS P9€, — sin wggy) .
2

d*s = padipadl,
where d¢ can be calculated using Fig. B.9.
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P2

pa(z2)

22 29+ dzo

Figure B.9 — Surface element scheme.

And is thus given by

Al = \/(pa(z2) — 222 + d22))? + (d22)?,

= \/<P2(Z2) — p2(22) — j—:dz2> +(d)?, (B.160)

1/2

dps 2
1 — dz, .
+ (d22) ] Z9

To compute Eq. B.129, one also needs to compute

1L — T = (p1 — P2 COS p2) &, — P2 sin a8y + (21 — 22)E. (B.161)
so that (7, — ) - 2dS can be written

S oy o d :
(FL — 7) - Mad®S = padipadzy d—§2(zl — 29) — €08 Pa(p1 — pa cOS P3) + po sin? @2) ,
2

d
= padadzy | (21 — Z2)d_z2 — P1.COS 2 + pQ) .
2

Finally the surface integral Ir(r7) in Eq B.129 can be computed as (162
Zmax 2
Ip(ri) = / dzng/dgpg [(—(zl — 22)3—2 — pg) + p1 cos gpg} F(||r1 — ). (B.163)
Zmin 0
The form || — 75| is also given explicitly by
17 = 7a|> = (21 — 22)* + p3sin® g + (p1 — pacos a)?, (B.164)

= (21— 22)* + pi + p5 — 2p1pacos .

B.4.2 Coulomb Potential in p(z) Parameterization

A term involved very often in many calculations presented here is (or involves) the coulomb
potential generated by a uniform charge distribution contained within a given sharp-
edge volume V. The diverge theorem can reduces the volume integration to a surface
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integration. A special modification of the surface integral can then turn the surface
integral into a one-dimension integral. This can be done only when using the p(z) shape
parameterization. This method will be presented in the following.

In the general case, the Coulomb potential is defined as

A3

|7 = 7|’

Vo(#) = / pel) (B.165)

where p¢ is the charge density. The integration is performed over a volume V' that contains
all existing charges of the system. In all generality this volume can be the universe. The
case we are interested in is when this volume is finite and corresponds to the volume inside
the sharp surface of the homogeneous nucleus. Therefore po () is constant within the
nucleus and can be moved outside the integral. The considered integral is thus

- 4’
Vo) = [ —2 . B.166
R (5160
1%
The divergence theorem states that
/divﬁd3f2 = /ﬁ-d2§. (B.167)
% S
One can notice that ) . L
=iy 2 (B.168)
|71 — 72| 2 [l =7
which is applied to the Coulomb potential given by Eq. B.166. It yields
~ 1 Tl — T 0a
Vo) = —= [ L= 428, B.169
V=73 ) (5169
S
The integration element 423 is decomposed as
d25 = d2Sii,, (B.170)

where 75 is a normalized vector normal to the nucleus surface at the point 75 and oriented
outward. This normal vector can be expressed in the local coordinate system with vectors
€y, and €. From Fig. B.10, we define the angle 6 = arctan d_p2

22
The normal vector coordinates are thus given by

d 1
n,, = cos(arctan ﬁ) = : (B.171)
dz dps ?
1 —r2
+ <d22)
_dp
n, = —sin(arctan %) = dz . (B.172)
dz dpa ?
1 —2
i (sz)

It can be seen that vector iy = n,,€,, + n.€, is normalized and can finally be written

= P2 o 2
o=|1+— €p, — —€, | . B.173
" ( (dz2) ) < ’ dz ) ( )
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P2

€z
/ dp2
9 pr— t _—
arctan q

22

P2

Z9

Figure B.10 — Normal vector to the nucleus surface.

From Fig. B.11, one can derive the definition of d*S as
d%S = pydpod X .

—
<t
< N d
/l:-; f = arctan -2
N z9
+ S
o =
& &
dZQ

Figure B.11 — Infinitesimal surface element.

1
cos

dps
ng

1/2
2 dps A\
d*s = deSDQdZQ 1+ (— .
dZQ

Using the local coordinate system, one can write 77 — 75 as

As dX =

2
dzg = (/1 + ( ) dz,, one has

™ — T2 = P1€p, + z1€, — P2€p, — 22€; = P1€p — P2€p, + (Zl - Z2)€z~

Its norm is given by

171 — 7|17 = (21 — 22)7 + (P18, — p2€y)” = (21 — 22)° + pi + P35 — 2p1926, Epy.

Hence the scalar product (7} — 75) - 1i,, can be calculated. It yields

~1/2
(Fl_FQ)ﬁ = 1+ % 2 plg g —pg—%<21—22>
p2 dZQ prep2 dZQ

200

(B.174)

(B.175)

(B.176)

(B.177)

(B.178)



APPENDIX B. MACRO-MICROSCOPIC MODELS IN CONRAD B.4. COMPUTATIONAL FORMS

Finally the integral can be written

Zmax 2

d

Vo(r) = —5 / dZ2P2/d902 |:plgplé;72 —p2— d—Z(Zl )

Zmin 0
2 2 2 -1
X [(21 = 22)% + pi + p3 — 2p1928,,€p,] 2. (B.179)

It can be shown that
€py - €py = COS(p2 — 01). (B.180)

The variable change ¢, = 3 —¢; is made. This change impacts the integration boundaries
but as long as the whole 27 are taken into account it does not matter. V() can thus
be written

Zmax

o dp,
Ve(rh) / d22/)2/d802 {02 + di(zl — Z) — 1 COS Py

Zmin

1
x [(21 = 22)% 4 pi + p3 — 2pipacosy] 2 . (B.181)

The integration can be performed over the first half of the 27 range only, and the result
is multiplied by 2. One obtains

Zmax

/ dzap2 /d% {,02 + —(21 — Z) — 1 COS @y

Zmin

1
X [(21 = 22)" 4 pi + p3 — 2pipacosy] 2 . (B.182)

The k parameter is defined as

4p1p2
k? = . B.183
(p1+ p2)? + (21 — 22)? ( )

One can notice that (z; — 20)2 4 p3 + p3 = (21 — 22)? + (p1 + p2)? — 2p1p2, so that Ve (7))
can be written

oo\ ' / dp? / 4p1p2 / m1/2
Vo(r) = [dzaps [dih [Pz + 1 (21— 2) = prcos 902} 3 2mpa = 2oipacosh |
2
Zmin 0
(B.184)
Zmax ™ dp2 k COS (p, + 1 —1/2
= |d dy (21 — 29) — ! 1—k2—=2 " .
/22p20/902 |ip2+ ng (’21 22) P1 COS 902:| \/m |: 9
(B.185)
Noticing that
k 1
(B.186)

VAP [(pr+ p2)2 + (21 — )

Ve (7)) simplifies to
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Zmax m

o d
Ve(r) = / dzap2 /d€0/2 [Pz + d—zi(zl — 23) — p1COS 90/2}

Zmin 0

1

/ 1 _l 1
~ RPN (o 4 (- )] 2, (BAST)

X [1
2
which becomes

™

d cos @l + 1772
P1+P2+ﬂ(zl—22) /d@/g 1—k’2(p—2
d22 2
0

Zmax

VC(Fl): /dzzﬂz

i cosh, + 1 _1/9
-1 /dgo; L& 7 | L+ p2)” + (21 — 22)°] 2. (B.188)
J | _ 2C0s wh+1
2
The two integrals that are involved in this expression are
I dyy [ , cos gy + 1
_[1 = p ) 172 and ]2 = /dQO2 ; 1 12" (B189)
) [1_k2cosap2+ } J [1_k2C05‘P2+ }
2 2
Using the relation
/
cos ph + 1 = 2 cos® %, (B.190)
/
and making the variable change ) = %, one can write the I; and I integrals as
P ngl /2 dgo”
I = 2 =2 2 : (B.191)
r11/2 [1 — k2 cos? 90”]1/2
0 [1 — k2 cos? ﬁ] 0 2
2 /2
7 cos? 2 " 2
cos” ©h
L=2 [ dg 2 —4 / Ayl . B.192
? 2 ? [1 — k2 cos? gog]1/2 ( )

¢h) = sin ¢y, the final variable change with ¢35’ = 7 — ¢4 is made, so

T _

Using that cos(3
that one obtains

" "

0
de de
I = —2/ 2 }1/2 = 2/7?/2[ 2 , (B.193)
0

o2 [1 — k2 sin? oy 1 — k2sin? gpé’/} 1/2
/2
/ " Sln2 ()0,2” / " Sln2 ()0/2”
I, =—4 [ d¥) s iR 4 [ dys s i (B.194)
2 [1—k: sin g&ﬂ , [1—]{; sin @2]

It can be seen that I} = 2K (k) where K is the complete elliptic integral of first kind [48|.
Additionally, I can also be expressed in terms of a sum the complete elliptic integrals of
first (K') and second kinds (E). Indeed

/2

de

K(k) = / s (B.195)
0
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/2
E(k) = /(1 — k?sin?9)1/2d6. (B.196)
0
So that
w/2 ) ) w/2 )
1 1 — k*sin“ 0 sin“ 0
K—-FE= — df = k* / de.
/ ((1 — kZsin®0)1/2 (1 — k?sin? 9)1/2) (1 — k2sin?9)1/2
0 0
(B.197)
And therefore
I =2K(k), (B.198)
K(k)— E(k)
I = 4= (B.199)
Finally, the Coulomb potential V() is expressed [11] using K and E
d
) Fmax (,01 +p2+ d—/:(zl - 22)) K (k) — 2%([((]{) — E(k))
Vo)) =2 / dzaps 2 7 (B.200)
J [(p1 + p2)? + (21 — 22)?]

The implementation of these complete elliptic integrals in the Boost C++ library [154]
that is used in CONRAD showed a low efficiency that actually reduce the overall program
speed compared with the surface integration. Thus a new implementation of these func-
tions using the Fukushima’s method [181] has been done an led to significant speed-ups.

B.4.3 Principal Curvatures of 2D-Surfaces

A final computational feature is presented in the following and is related to the calculation
of the principal radii of curvature involved in the By term of the FRDM model (cf.
Eq. B.122). It should be noted that this term has actually no effects in the implemented
version as its related mass coefficient in Eq. B.120, as is zero when using parameters values
given in Ref. [12]|. These radii are calculated differently according to the parameterization
p(z) or r(#) of the nucleus shape. For more information about differential geometry see
for instance Ref. [182].

B.4.3.1 p(z) Parameterization
In case, the considered surface is defined by the parameterized vector X defined by
p(z) cos @)

X(z,0)= | p(z)sing : (B.201)

z
Yz

The following derivative vectors can be calculated

LR 5 e B QO i) T SO
az_pl(p? Do pOSO’ 0pdz pOSD’
P23 B pp’/’/ Ez; (Szlos z 92X B :Z ((:Z)) Z?;g 8_)2 % g = :Z((?) Z?sg
922 0 Op? 0 0= Oy P (2)p(2)

(B.202)
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The norm 8_X X O_X is given by
0z Oy
X 00X
‘g s | = V() + P(2)lp (2)]2 = p(2) V1 + [0 (2)]2 (B.203)

Therefore the normal vector 77 orthogonal to the surface at the point X (z, ) is given by

0X y 0X
— X = — COs ¥
o 92 0o L —sing | . (B.204)
0X 09X LGP\ gz
—_— X —_—
dz Oy
The first and second fundamental forms are defined as
E F L M
[E ] e ]f ) B9
where
X 09X ) X 0X X 09X
= .= Iy 1 i = . =)
az aZ [p (Z)] + Y az _)890 Y 8@ 890 p (Z)7
2 " 2 2
L:aX-ﬁ:— p"(2) ’ M:aX i=o0, N:aX-ﬁ: p(2)
0z L+ [p/(2)] 020 Op* L+[p/(2)]?
(B.206)
The shape operator S is defined by
S=I"'T, (B.207)
1 LG—-—FM GM —FN
“EG_F2|ME—-FL EN-FM]|" (B.208)
1 P )
= T+ PP , (B.209)
2(2)(1+ [p'(2))?
PEOER | VUPOR e
) 0
| A+ ()RR ) , (B.210)
0

p(z)V/1+ [0/ (2)]

The principal curvatures k; and ks are the eigenvalues of the shape operator. They are
given as
p"(2) 1

and ko = . B.211
i+ /P ENETe) -
The principal radii of curvature are the inverse of the curvatures. The shape operator
is diagonal in the chosen parameterization (z,¢). It can be deduced that the directions

klz—

generated by the derivation of X with respect to these parameters are the principal
directions. The definition of the principal curvatures was verified on a practical example
shown in Fig. B.12. It was possible to verify that, given a point on the surface (yellow dot
on the figure), the normal vector is properly calculated (black line) and the two circles in
red and blue are properly tangent to the surface at the chosen point.
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Figure B.12 — Example of verification of the calculation of the principal radii of curvature
for a p(z)-defined shape, here a three-quadratic-surface shape.

B.4.3.2 r(f) Parameterization

For this shape parameterization, the surface is defined using the parameterized vector X
given by

B 7r(6) sin @ cos
X(0,0) = [ r(d)sinfsine : (B.212)
r(0) cos 0

TYz

The following derivatives can be computed

X (r'sin@ + r cos 0) cos ¢ o% —rsinfsin ¢
0= (r'sinf + rcosf)singp |, 50 = rsinfcosy |,
' cos € — rsind v 0
9 —(r"sinf + r cosf) sin 9 (r"sin @ + 2r' cos @ — rsinf) cos ¢
0°X ;o 0°X "o , : )
5000 (r'sin@ + rcos@)cosy |, 507 = (r"sin@ 4 21’ cos — rsinf) sinp |,
Y 0 r" cos @ — 2r'sinf — r cos
22X —rsinf cos ¢ ax% ox (—r'cos @ + rsin@)rsin 6 cos ¢
502 —rsinfsiny |, 20 <50 = —(r"cos@ — rsinf)rsinfsin ¢
v 0 v (r'sin @ + r cos 0)r sin 6
(B.213)
X oX
So that the norm 90X X 0x is obtained by
a0 Oy
0X 0X
28 X a5l = rsin® [(r' cosf — rsin6)® + (r'sin @ + r cos §)°] v (B.214)
¥
= rsind[r’” cos® 6§ — 2r'r sinf cos 0 + r* sin* 6
2 2 I 2 2,11/2 (B.215)
+ r'*sin“ 6 + 2r'rsin 0 cos # + r* cos 0} ,
= rsinf [r* + r?] v (B.216)
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Therefore the normalized vector 7 orthonormal to the surface at the point X is given by

X _0X
Wx% 1 (rsinf — ' cos @) cos ¢
n= ~ - = (rsinf —r'cosf)sing | . (B.217)
8_XX8_X Vr? o r’'sinf + r cos 6
90 Jy
The first fundamental form is defined as
E F
[ = [F G] , (B.218)
where
X 0X
E = %—9 : ((()9_6 = (r'sin@ +rcos ) + (' cos — rsin)? (B.219)
= 1" sin’6 —; 27"’2 sin 6 CO/S 0 + 'COSZ 0 . (B.220)
+r“cos” 0 — 2r'rcosfsinf + r°sinf ,
=72 42, (B.221)
0X 0X
F=".2"=90 B.222
X 0X
G = oxX oX _ r?sin® 6. (B.223)
dp Oy
The second fundamental form is defined as
L M
I= {M N} , (B.224)
where
82)2 = 2 I7) . / " / :
L= 50z " =Vr2 + 12 [(rsind — r’ cos 0)(r" sin 6 + 2r' cos 6 — r sin 6) (B.225)
+ (r'sinf + rcos0)(r" cos§ — 2r'sinf — r cos6)]
=Vr2 + 12 [rr” sin® 0 4+ 2r'r sin 6 cos § — r* sin® 6 — 1’1" sin 6 cos 6
— 21" cos? 0 4 1'r cos O sin O + r'r" sin 6 cos 0
— 2r"%sin?@ — 1'rsin @ cos @ + " cos* @
— 2rr’ sinf cos @ — r? cos? 9] ,
(B.226)
=12+ r2[—r? — 2" 4 ], (B.227)
M = 0°X it =Vr? 4+ 12 = (r'sinf + rcos 0)(rsinf — 1’ cos §) cos psin
000y (B.228)
+ (r'sin@ + 7 cos 0)(rsin — 1’ cos ) sin ¢ cos |,
PX . , .
N = 5oz = r2 4+ r2[rsin€ — r’' cos 0] (—rsind). (B.229)
2
The shape operator S is defined by
1 _ _
S=1"1= LG =FM GM —FN (B.230)

EG—-F? |ME—-FL EN-FM|’
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It can be expressed as

1
~ r2sin?6(r? + 7'2)
r? sin? 9[r2 + 7“'2]_1/2[—7“2 — o2 4 7“7"”] 0
0 —/12 4+ r2rsin f[rsin 6 — 1’ cos 9]] ’
(B.231)

The principal curvatures k; and ky are the eigenvalues of the shape operator, and given
by

"cos 6
ky = [r2 + 02732 — 202 — 1% and  ky = —[r? 412 71/2 [1 _rcos } .

r sin 6

(B.232)
The shape operator is diagonal in the chosen parameterization. It can be deduced that
the directions generated by the derivation of X with respect to these parameters are
the principal directions. As for the p(z)-parameterization, the definition of the principal
curvatures was also verified on a practical example shown in Fig. B.13 for the r(6)-
parameterization. It was possible to verify that given a point on the surface (yellow dot
on the figure), the normal vector is properly calculated (black line) and the two circles in
red and cyan are properly tangent to the surface at the chosen point.

Figure B.13 — Example of verification of the calculation of the principal radii of curvature
for a r(#)-defined shape, here a perturbated-spheroid shape.
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APPENDIX C. MATRIX ELEMENTS

Appendix C

Matrix Elements of the Single Particle
Hamiltonian

This appendiz details how to calculate matriz elements involved in the single-particle
model presented in Chapter 5. The following explanations are a detailed version of
expressions given in Refs.! [117,151].

Contents
C.1 Wave-Functions Basis [n,n,AY) ... .. ... .......... 210
C.2 Kinetic Matrix Element (U¢T|T;) . . . . . oo v v v oo e ... 210
C.2.1 Kinetic Operators . . . . . .. . ... .. ... .. ... ..., 210
C.2.2 ¢-Diagonal Matrix Element (¥, Tl W) oo 211
C.2.3 n-Diagonal Matrix Element <\Il7/);‘|TAn|\I/QT> ............ 213
C.2.4 General Kinetic Matrix Element . . . . . ... ... ... ... 215
C.3 Scalar Potential Matrix Element (U¢[Vo i n|¥i) « v v v v v W . . 216
C.4 Spin-Orbit Coupling Matrix Element (Ug|Vso [T;) . . . . ... 216
C.4.1 Diagonal Spin-Orbit Matrix Element (X' =%). . .. ... . .. 217
C.4.2 Cross Spin-Orbit Matrix Element (X' = -%) . ... ... ... 219

1Reference [130] corrects misprints of Ref. [131].
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C.1. WAVE-FUNCTIONS BASIS |[NgrNzAY) APPENDIX C. MATRIX ELEMENTS

C.1 Wave-Functions Basis |n,n.AY)

In the cylindrical coordinate system (p, ¢, z) defined in Fig. 5.4, the basis wave functions
used in the expansion method are the deformed harmonic oscillator egienfunction (cf.
Eq. 5.58) defined as

InnAS) = U(n,, n., A, ) = Uh (p)¥,_(2)Ta(p)x(2), (C.1)
where
Pale) - L e, (C.2)
2T
\I/nz(z) N, [mwz] ! e_anZ(f)y (C~3>
h
U (p) =N {Qm%] e 3Ly, (C4)

where H,,_ and L‘,f:' are respectively the Hermite and associated Laguerre polynomials [48],
n and £ are the reduced coordinates, and N, and Nﬁ\T are normalization factors defined
by
1 o mwy
772 - h ;07 5 - h 2,

N o 1 (C.5)

el (n, + A)I

Only the functions where A > 0 are kept. The corresponding negative states having
negative values of A can be obtained using Eqs. 5.70 and 5.71. The Pauli spin matrices
lead to using the vector representation for the intrinsic spin function y/()

we=+)=(g).  xe==-p-(]) ()

C.2 Kinetic Matrix Element <qlf|T|\D1>

C.2.1 Kinetic Operators

The kinetic operator T related to the nucleon motion is

. B2
T=—-——A .
A ()
which can be expressed in the cylindrical coordinate system as
A h? (10 0 1 02 0?
T=——»|-——=1|p=— -+ —]. C.8
2m (pap (pap) TR T 822) (C)
Using the variable changes p — n and z — £ one gets
2 2 2 2
T — _ R mewy il 31 7]% 81 + 10N\ _ Wmw, (07 : (C.9)
2m h nz Onz onz2 n 0p? 2m h \ 0&?
1 1 0 o, 1 02 1 0?
=— —hw, | ——= (752 | = —hw,—. C.10
2 <77§ onz (77 877;) 778<P2) 2 082 ( )
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In the following the convention ¥; = |n,n,AY) and ¥ = (n/n,A'Y’| will be used. The X-
independence of 7' makes the matrix elements (¥¢T|¥;) diagonal in . The integration
over  is straightforward and leads to diagonal matrix elements in A with a partially
integrated kinetic operator Ty defined by

1 0 e, A2) 1 0?
Ty = —h () = ) = Shw,—. C.11
AT (’m oz (77 8772) n 2708 (C11)

Therefore the kinetic matrix elements can be written

(Ui T3 = S dan (Wi Ul | Ta T, W2 ). (C.12)

Because ¥, and V¥, on one side, and \IJA, and ‘IJAT on the other side, are orthonormal,
the matrix elements can be split into two dlagonal parts:

(We| T|W1) = G Oan Ot (Wi | Te | W) + Oxsr6an G (Tl [T | U0 ), (C.13)

where Tg and TAW are defined by

. T . 1 1 d . d A?
T = _§hwzd_§2 and Ty, = _éhWL <—1 (772 ) - _) : (C.14)

C.2.2 ¢-Diagonal Matrix Element (U, T[T, )

The matrix element related to the Tg operator is given by

2

+o00
~ 1 d
<\I/n'z‘T§|\I/nz> = —§hwz / dZ\Iln/z—\I/n

T (C.15)
By change of the integration variable (z — &), one obtains
1 g a2
(W [Te] W) = —5h. (7o) /dzg\pn;d—ggxpnz. (C.16)
Replacing ¥,,, and W, by their expressions (cf. Eq. C.3) in Eq. C.16 it yields
1 —1/2 o d?
(e T, = —ghw. (T2) 7 [ a0, (©17)
1 mw,\ 1/ o b mw,]i _ &> d mw 2
= gl ( hz> /di”’z [ h] 4 _EH”zd_gz " [T} feTE
- (C.18)
+oo . ),
_ _%hsznan/z / dee™ % H,, (f—ge_iﬂnz, (C.19)
__T_OOO
- —%hsznané / dée 5 H, "3 ( ¢ H,. +efddi£”z> , (C.20)
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—+00

= 2 dA dH,. d*H
— __hszn Nn/ d 75 Hn/ _Hn _ Ny 2Hn . Ny n,
2 . z/fe ( : 5dg + & Hn, £d£+d§2)’
(C.21)
1 +o0o L d2H
= —hCL)ZNn Nn/ d 7£2Hn/ Hn ggtine 2Hn - ne | 922
2 z z/ fe z< z+ 5 df 5 . déz > ( )

The Hermite polynomials satisfy the differential equation (cf. Ref. [183])

d*H,,. dH,.
0 =2 T —2n.H,_ . (C.23)

Equation C.23 can be used into Eq. C.22, so that derivatives vanish

<\Ijn’z |T§|\Ijnz>
“+00

1 2 dH, dH,
=—hw,Np, Ny, | dée ¢ H,y | Ho, +26—2= — £ H,, — 26— +2n.H,
2 z z / £e z < z + £ dg 5 z 5 dg + n z) Y
(C.24)
1 o
= . Ny N / d¢e € Hyy (14 2n)H,. — &H,.) . (C.25)
The Hermite polynomials also satisfy the recurrence relation (cf. Ref. [183])
1
£an = _an—i—l + nanZ—l (026)

2

The recurrence relation (Eq. C.26) can be used into Eq. C.25, so that terms containing &
vanish

+oo

(Wl i0,) = o N [ ey (1 200, = G Hows 40 )
(C.27)
+o00
= %hsznan/z / d¢e™S" H,,
11 1
(U 20y, = G5 Hosa (0 DH) = (o + (0= D).
(C.28)
+o00
= %hsznan; / dée " H,,
e (C.29)
X ((1 fom, e L ey Ly . — 1), _2)) ,
2 g /e T g :
+o00
= lhsznanlz / dée ¢ H,, <(% +n.)H,, %lanH —n.(n, — 1)Hn22)) (C.30)
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Due to the orthogonality property Hermite polynomials (with weight e‘fQ), the matrix
element (¥, |T¢|¥,_) has non-zero value only for few values of n, and n., namely

n, = n,,
n, = n,+2, (C.31)
n, = n,—2.
+o0
Using that the normalization / dée € H2, = \/72"n.! and the definition of N, (cf.

Eq. C.5), the matrix elements (¥, |Te|W,.) can expressed as

+oo
R 1 1 1 1
(U, |1, = §hsz§Z(§ +n.) / dée € H? = §hwz(§ +n.), (C.32)
R 1
(U io| Te| W, ) = — ghsznanz+2ﬁ2nz+2(nz +2)!, (C.33)
1 2"=+2(n, 4 2)!
8 z\/ 2n=n,, ’ (C.34)
1
- Zhwz\/(nz +2)(n. + 1), (C.35)
R 1
(U io| TE| W, ) = — §hsznanz_2nZ(nZ —1)y7m2"2(n, — 2)!, (C.36)
1 2"2(n, — 2)!
- = §hwznz(nz - 1)\/ 2nznZ! ) (037)

= — }Lhwzx/nz(nz —1). (C.38)

C.2.3 75-Diagonal Matrix Element (¥4 |T. | T2 )

The matrix element related to the TM, operator is given by

—+oo
R 1 1 d d A2
(WA [ Tag |92 ) = —Zhw, [ pdpWh, [ — (7 — ) — = | ¥ (C.39)
T 2 r
/ n2 dn2 dnz n

Using the variable change p — 7 (¢f. Eq. C.5), the integration element dp is replaced
by dn according to

1 h
dp = =d(p*) = dn. C.40
pdp = 5d(p7) = 5 —=di (C.40)
The derivative operators are also modified according to
d d
o= — (C.41)
dn2 dn
so that Eq. C.39 becomes
1 T d [ d) A
A | Ty, |2 ) = — Zh dnd, (4— (np— ) — =) wh 42
< nr| A’Vil nr> 2 wizme/ T] nr( dn (”dn) n) Ny (C )

0
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+oo
1 h d d? A2
= — —hw dnUh, (4 — +n— ol C.43
2 L2mo~u/ 7 ”T( (dn+ndn2> n) (C.43)
0

Replacing \Ilﬁ,r and \Ifﬁr by their expressions (c¢f. Eq. C.4) in Eq. C.43, one obtains

+oo 1
. 1 2 2 0
(W T = = ghwrg— [ agvy |25k e
T T 2 2mw | v h r
0 (C.44)
2 2 3
a a) ") e T '
1 T d @\ A2 .
2 ) U U U
(C.45)
The function n%e_g[é}r satisfies the differential equation (cf. Ref. [183])
du d*u A du A+1 5 2 -N)
—A-22)— =N+ ——— 4 222 A4
dn ndn ( 2)d77 Tty i n " (C-46)
A+1 A?
——[m—i-%—g—%} (C.47)

Using Eq. C.45 into Eq. C.45 makes the differential operators vanish. Equation C.45
becomes

(U3, [Ty 7,)

+o0
1 , A+1 A2] A2 ;
— — “hw NANA /dmﬁewg VY PR e B 1Y
2 ror v 2 4 4n i "
0
(C.48)
1 o
= §thN,er,§,r / dnne "Ly, ([4n, +2(A+1)] Ly —nLy ). (C.49)

0

The associated Laguerre polynomials satisfy the recurrence relation (cf. Ref. [183])
nLh = (2n, + A+ 1)L —(n, +1)Lh 1 — (n, + ALY . (C.50)

So that the recurrence relation (Eq. C.50) can be used into Eq. C.49 so that the term in
factor of n vanishes. It yields

+o0o
(U, [Ty | D ) =2hw N2 NS /dnnAe_”Lﬁg([‘mr +2(A+1)] Ly (C51)
/ .
— (20, + A+ D)Ly + (0, + 1)Ly oy + (0 + M) Ly ),
+oo
= Lhw, N* N& / dnne LA,
2 LV, Vs nm n;. (052)

0
x ([2n, + A+ 1] Ly + (ne + 1)Ly oy + (0 + ALy ) -
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Due to the orthogonality property of the associated Laguerre polynomials (with weight
n*e™"), the matrix element (% |T),|¥% ) has non-zero value only for few values of n/
and n,, namey

n;» = Ny,
n = n+1, (C.53)
n,. = n,—1.
+00 Al
Using that /d{e”nA(LﬁT)2 = w and the definition of N2 (c¢f. Eq. C.5) the
ny!

matrix elements (‘112;‘|T Ag| P4 ) can be expressed as

“+o00
A 1
(U2 | Tag| T ) = éth(Na)Q(Qnr +A+1) / dnnte (L2 )2, (C.54)
0
_ %hwmnr FA4), (C.55)
- 1 n, +1+A)!
<\IIQ,«+1|TA7]|\IJ7[1\7> = §th-N7i\rN7/L\r+l(nr + 1)%, (056)
1 (n,+1+A)!  n,l
— 5hwl(nﬂrl)\/ e CEINE (C.57)
1
= Shwiy/(ne + D + 1+ 4A), (C.58)
- 1 n, — 1+ A)!
(U | Tag| W) = §MLN$N$_1(W + A)ﬁ, (C.59)
1 (n, —14+A)!  n,!

_ %th\/nr(nr ). (C.61)

C.2.4 General Kinetic Matrix Element

Using Eqs. C.38 and C.61, the general kinetic matrix element (U¢|T'|¥;) can be expressed
as

hw,

— On.+2,n) \/(nz +2)(n. +1)
- 6nz—2,n’z nz(nz - 1))

<\I/f|T|\I/1> — 522’6AA’ |:6Tlrn’T

hew
+ O TL (%m (2n, + A +1)
+0n, 10y V(0 + 1) (0, + 1+ A)
4Gt /(0 + A))] . (C.62)
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C.3 Scalar Potential Matrix Element <\Iff\VC+N\\IJi>

The matrix element related to the scalar potential is written (¥gVe.n|U;). The scalar
potential operator is the sum of the Coulomb potential Vo and nuclear potential V. In
our case, the Coulomb scalar potential and the nuclear mean fields are given by

olri) = Cre /// oAl (0.63)

exp (=7 — 7ill/a)
4m3/// B—rilja 0" (C64)

Yet the derivation given in the following is general and does not depend on the properties
of the scalar potential. The scalar potential matrix elements are diagonal in A and 3, so
that it can be written

Vn (71

+00 +oo
(‘Iff|VC+N|‘1/i> = Opradssy /dZ/PdP‘I’ng(Z)‘I’Q;(P)V(Pa Z)‘I’nz(z)‘ljﬁr(P) (C.65)
—o0 0

Performing the variable changes z — ¢ and p — 77% (cf. Eq. C.5), Eq. C.65 becomes

+oo +oo
<‘Pf|VC+N’\I]i> = 25A/A522/Nn2Nr[LX’TanNT/L\T / df / n%dn%67§2nAe n
—00 0

X Hy (€)Hu, (€) Ly, (n) Ly, (MV (p, 2). (C.66)

Performing the additional variable change n% — 1, Eq. C.66 becomes

+o0 “+oo
<\I/f|VC+N"IJi> = 5A’A522’NngNer\’TanNr[LXT / df / dne_§277Ae_”
—00 0

X Hy (&) Hy (€) Ly, () L, (MV (p, 2). (C.67)

This can be eventually computed numerically using Gauss-Hermite and Gauss-Laguerre
quadrature rules.

C.4 Spin-Orbit Coupling Matrix Element <\Ilf\\7so\\lfl>

The spin-orbit coupling operator has the general form

R R\’ - 7
Voo, = —A (2_mc> o- VI x = (C.68)

where ¢ is a column vector containing the Pauli matrices, and Vi is the nuclear scalar
potential. As the total angular momentum projection on the symmetry axis 2 = A+X is
a good quantum number, the only possibly non-zero elements are between wave functions
having the same €2 number, namely

< ., z?A E|vvso |nr,nz,A E)
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(i, A+ 1, =L Voo ne,na, A, +1)

T z)

(nl,nl, A —1,+1Vio|ny ., A, —3) .

ry Ty 2

The spin-orbit coupling matrix element can be written

(nlonl, N S Vio |ne, may A, B) = (W[ Vo |5, (C.69)

T z?

where the trivial integration over ¢ has already been performed.

C.4.1 Diagonal Spin-Orbit Matrix Element (X' = )

The direct spin-orbit matrix element is characterized by A’ = A and ¥ = ¥. Using
Eq. 5.69, the spin-orbit coupling can be written as

+o0 +oo
. ho\? A0V,
<\ij|‘/s.0‘|\lli> = —‘)\ (%) / dz / pdpqlzzﬁ—pN\I/” (C?O)
—00 0

where Vy still depends on z and p. In the remaining of this appendix, the following color
convention will be used

Y +%’ S =1 (C.71)
Performing again the variable changes z — ¢ and p — n (¢f. Eq. C.5), Eq. C.70 becomes
. o\ OVx
Ue|Vio. W) = =X | — d d eV 72
it = (o) A ()" / s/ R P
Integrating Eq. C.72 by parts on 7, it yields
R A 2 h 1/2
UelVeo |Ui) = =X | — | A
(Wil Veo W) <2mc) (mwz>
T T Towr o,
X /df [VN\PE‘I/i]SFOO—/ngN { an Ly, + an \Iff] . (C.73)
—0o0 0

The integral term [V\If*\IJ] * in Eq. C.73 is not necessarily zero for n = 0 but this can
occur only for A = 0, value of A for which the whole element is zero. Hence Eq. C.73
simplifies to

- ho\’ U v,
(e[ Vio [W3) = =X (Q—mC) <mw) /dg/ngN[ 0 +a—anf] (C.74)

Replacing ¥y and W; by their expressions and using the ¥,  and \Ifﬁr definitions (cf.
Eq. C.4), one obtains

+o0 +oo

. A \% 2
(W[ Voo [5) = N AL N N N, NA / dée S H,_H,, / dn
2me h = M T z
—00 0
A2g—m/2 ] A A/2,—n/2T A
x Wx (nA/Qe"/ZLﬁ i Z L ) + 2% ’7/2LA d(n Zn L"T>> , (C.75)
" n n
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where the Hermite (H) and associated Laguerre (L) polynomials still depend of £ and 7
respectively. Equation C.75 can be developed (the derivatives with respected of 7 are
developed), so that it yields

2 +o0
. 2
(W Voo |T;) = £A (277710) A ";:"LN NA N, N2 /dfe‘fQH H, /ngNnA/Qe n/2

A sy 77A/2 dL,
T2 lemn/2 e~ /2 LA AJ2g-n/2
(2772 ¢ 2 K dn

X (Lf]\

A/2 A
o |(Bgtree - 2 e L) 4o
2 2 d77 ’

(C.76)
5 9 +o00 +o0
o AN NN, NS [ e €t e [ anviorte
2me h = " -
—00 0
A dLy, A drs
x [ LA - 1)L}, +2—= +LA{——1LA+2 ]
(C.77)
5 9 +o00 +o0
) ATEENNAN, N, [ dge €, / dnVin e
2me h =0 "
dLA A A
Ly [(A=n)Lpy + 2n——= i + LA [(A nLy +277 d
(C 78)

The associated Laguerre polynomials satisfy the differential equation (cf. Ref. [183])

as
nd—r - nTLn (TL,,« + A) ne—1s Tr > L. (079>
n

Using the recurrence relation (Eq. C.79) into Eq. C.78, it becomes

—+00 —+00

. B\ 2 ,
() = 2 () AN NN [ et [ anti e

2me h

—00 0

x (LY [(A=n)L), +2n. L), —2(nl + ALy, ]

Ny

+ Loy, [(A=n)Ly +2n, Ly —2(n, + ALy ,]),

(C.80)
h 9 2 +o00 “+00
_ i/\< ) AL N NA N, NA / dée € H, H,, / dnVan e
2me h = M v z
—00 0

X ((A=n+n, +nl)Ly Ly, — (n.+ ALy L,y — (n, + ALy L ).
(C.81)
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To simplify the expression obtained, the following notation is introduced

dLA
= ALY —nL% +2n—"r ) = (2n, + A —n) L5 —2(n, + N) L5 . (C.82)

Using EQT in Eq. C.81, (U¢|V., |¥;) simplifies to

. B2
(0lVa |0) = A (o ) AN NN, N

2mc h
“+00 “+00

X / dee= H,,_H,, / dyVam® e (LﬁTiA +IA LA>. (C.83)
—00 0

Observing that 23 = +1, the final expression for the direct spin-orbit coupling matrix
element can be written

mw
h

. B\ 2
<\11f|vs.o.|\vi>=2A( )EA

N,. N5 N, NA
2mc =0 g

“+oo +oo
X / d¢e " H,,. H,, / dnVan™ e (LQ,LA + LB, LA>. (C.84)
—00 0

C.4.2 Cross Spin-Orbit Matrix Element (X' = —X)

The cross spin-orbit coupling matrix elements correspond to the cases where A’ # A

(3 = —=X). Those cases have possibly non-zero values are more specifically given by
<nr7nZ7A+1 %|‘7S‘O"nr’nz’A7+%> and <n7’7nz7A 17+%|‘A/S.0.|n7"7n27A7_%>.
Both cases will be treated simultaneously using the following convention
<\Ilf|‘/\/so“lj> <nr7nz7A+ Y ‘ l“/\/S.O.|nT7n27A7i%>- (C85)

The cross matrix element (U¢V; . |¥;) is defined as (cf. Eq. 5.69)

) AdVx OV 0 OVx 0
v U, = e — ¥ '
(U Voo | 03) A( ) /dz/Pdﬂ f(p 0= 0z p Op az) (0

Performing the the variable changes z — & and p — n (¢f. Eq. C.5), Eq. C.86 becomes

) B OV , OV 10 ,OVy 10
T T, = v - e “a¢ )
(0l Ve 1 05) A(zmc) <m) /‘E/d (o ot 06 o€ on oy )"

(C.87)

The partial derivatives of the nuclear potential Vi will be removed by integration by parts.
First Eq. C.87 is expanded and ordered, so that

(W Vo, | 75)
WA RVE R oV:
:5)\ (2—) ( ) /dg/dnAn 2P aN\If
mc mw, . / & (C.88)

A\ h \2 . OV & OVx 0
+ - PR\ — — — |
)\<2mc) (me> /dE/dnn f<8§ on  On 85) Y
0

—00
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1 400

+oo
1 B\’ h \2 1 . OV
_5)\ (2mc) (me> /dnAn /dg\pf\l}i o0&

+00
h ov; 6VN ov; aVN
4 <2mc) ()’ [/ i / Vi / / G By

(C.89)

N

[e=]

[+

Then the integration by parts is performed for the first two terms involving partial deriva-

tives of V. One obtains

+

/;

A h 2
(Ui Vi |W5) = %)\ (2mc> <mw >
+ 0
d§V < vy ag)
i ov;
3\ <2mc) (me [ dnn> ({qu on }oo

+00 —+oco —+o00
O OV, 0%, OW; OV
_/dévaf@_nJrqu@naf]) Jus JamtnGe Ty

—00 0

1
2

(U0 VAL

(C.90)

—00

The two integrated terms (terms in brackets [ ]) are zeros because ghin Ui (n,&) =0. The
—>00

last term involving a partial derivative of Vy is integrate by part. Equation C.90 becomes

1 +oo

+oo
. 1 A \>/ h \2 1 ov; L0V,
(U Voo | W3) = — §>\ (2mc> (mwl> /dﬁAU /dva ( o€ U + \Ilfa_g)
h 1 vy o, 02,
+ 5 * !
4 (2m) ( ) [/d” /dgVN (% 9+ ¥igae)
+oo

1 +oo 1 ov; 1 E)\IJ* ov; 1 0%V,
EAUZS V70 [ — Ui 42 P .
0

—0o0

(C.91)
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The integrated term also vanishes because liril Ui (n,€&) = 0. The last term of Eq. C.91
n—-+4o0
is split according to its power of 7, so that Eq. C.91 becomes

1 4o +o00
. 1 BN/ B \2 L ov; OV,
(V| Voo |W;) = —5)\ <2_mc) (me) /dUAU /dva (8—5‘1’14‘% 8&)
K ) OVt O 92U,
+ 5 i
A<2mc) ()’ [/ i / deN(af V)
" LOUEOY, . O,
_ A !
/df/d"VN< oy ¢ " fasan)
—00 0

1 400 +oo

N[ h \?2 o,
+ d Ui —
A <2mc) (me) /d{/ nVN 7}2 f 85
0

—0o0

(C.92)

Gathering terms in Eq. C.92, one obtains

1 +o0

400
. 1./ h\°( k2 1 0%, —
<‘I’f|‘/;.o.|‘1’i>——§>\ (ﬁ) (mwl) /dnn /d§VN( 35 + (A-1)vg 85)
0 —00

NN T oL OV, OV OV

+ 3 e Sk
A(2mc> (w) / i / dgVN(af o o 6&)‘ (G.93)

0 —00

Replacing ¥¢ and ¥; by their expressions and using the W, and \IJQT definitions (cf.
Eq. C.4), one obtains

1 +o00
N B2 2, 5
<\ij“/5~0~‘qji> = - )\ ( ) (m ~ WL) anNn’zN,r/;NNé\,il/ d?’]?’] 277/\/2,]7A2 LA LAlile_n
0

2me h?

+oo
dH, e ¢/ dH,, e /2
dce=8 2V | (A1 Hy—"— 4 AH, —"

—00

1
con (L USRS , NA NA# / din / eV
2mc h? :

H, o €/2n 5 o0/ AHy e 2 ALy e N2
dg dn .

g2 A+1 /2, AL
A/2e—n/2dane 6/2LA dLn;‘ e 23
d¢ " dn ’

_ 1:'_]712@—&2/277

(C.94)

221



C.4. SPIN-ORBIT COUPLING MATRIX ELEMENT (\IIF|V5,O,\‘III> APPENDIX C. MATRIX ELEMENTS

! +o0
2, 9 1
- (Qh ) (m ;;M)QN"ZN%NQNQﬂ/ M2y T I LA
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><”/‘§e N»<< " { S ]*_ Z { et })
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1 —+o00
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+2 z Ny N N2 N 1/ W/ ¢
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\ : dLA
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Ail + 1 + + dL;/)/il
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(C.95)

Equation C.95 can be further simplified to become

1 “+o0
2 2 5
(‘I’f|Vs.o_|\I’i> _ ( h ) (m szJ_) 2NnZNn’zN’rj7}rNTll>i1/ dnn(zAﬂ—n/zLﬁrLy:le—n
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1 +o00
) B\ 2 miw,w N Ny, NA NA:H /d7777 (2A=1— 1)/2L2 LAil —n
2me h? oy
0
" dH, dH,
dee €V (A1) H,, (—€H, AH, , :
« face Nk ) ( : olé)+ 2(5 dé)l
+00 +00
i)\( h)(mwzuu) Ny Ny, NANA 1/dm72A11) e”/d{eévN
2me
0 —00

dH,, AL
x[H ( T ><(A nLY +2nd )LAil

+
dH, drA
—H, H, LA [ (AF1 =) LA op—T0 | .
(e ) (( DLy 2=

The Hermite and associated Laguerre polynomials satify the differential equations (cf.
Ref. [183])

dH, dLA
déz =2n.H,, _ and n———=" an

=n, L2 — (n,+ A)LA . (C.98)

Using the convention H_;(¢) = 0 and LA, (n) = 0, Eq. C.97 simplifies to

1 oo
A 2 2 5
<\I/f|VS-0-|\IJi> == < i ) (m WZWL) anNn/strN:,il / dnn(QAi1—1)/2L£TLglzle—n

2me h?

+oo
x / dfe—£2VN[(Ai1)Hn/Z (—€H,, +2n.H,. 1)+ AH,_ (—EH,, +2n_H,, _1)]

—0o0

“+oo

9 1 +oo
i)\( h ) (m “’Z“’l> N, No N2 NAH / dnp@A 1= /2=n / dee
0

2me h?

X [an (_an’z + 2n;H ’Z—l) ([A - W]LQT + 2n7‘LA [n’/‘ + A] nr —1) Lﬁ’:‘:l
— Hy (—¢H,,, +2n.H, ) L)
X ([Ail — LY 4 20l LA — 2[n) + ALY, _1) } . (C.99)

The f/ﬁr notation (c¢f. Eq. C.82) is used and an equivalent notation for the Hermite
polynomials is also introduced

dH,,
n: d{ = —¢H,, +2n.H,, 1. (C.100)
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Observing that A’ = A*1, Eq. C.99 can be written as

1 +oo
. B\ /mlw.w, 2 : :
(Ue[Vio [ T5) = — A (2 ) (m ‘,;;"“) N, N N2 N / AN ID2LA LY e
mc r ror
+oo
X / dée €Wy (A’Hnlzﬁ]nz + AanﬁIn/Z>
5 9 9 % +o00 +o00
A (ch) (m Zi“) N, N NANY [ang® -0 [acee
0 —o0
x (Hoo o L, 13 — Hy L3 LY ).
(C.101)
9 5 % +o00 +o0
_ —)\( n ) (m “’Z“’L> N, N NA NY / din@A+1-1/2¢n / dee € Vy
2mc h? =
0 —00
x (Ho Ho (NI LY SL LY ) + Ho o (AL LY 210 1))
(C.102)
Using again that A — A’ = =1, one finally obtains the cross spin-orbit matrix element
. 5 9 % 400 +00
(U] Vao | 05) = —A <2mc) (m 2’;‘”) N Nog Nit Ny / R / dée T
0 —00

x [anz Ho (NLA LA 4 (N = A)IY LA ) 4 Hy Hy (ALY LA + (A — AL LY )] .
(C.103)
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Appendix D

Numerical Transmission Coeflicients

D.1 Numerical Methods for Transmission Coefficient
Calculation

This appendiz describes of the numerical methods that have been implemented to obtain
a barrier transmission coefficient from an arbitrary one-dimensional barrier shape cf.
Section 6.4 of Chapter 6. It also present some analytical cases that have been used to
verify the accuracy of the implemented methods.
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D.1.1 Piece-wise Methods

In both piece-wise methods, the potential is locally approximated by either a constant or
a linear function thus defining several intervals as illustrated in Fig. D.1.

Vn)
A
Vs
1 v VN-a
! N
! Vi DN
Vs | ! N 3 Vi
Vi C | |
| | | |
! I | | ‘ l
! I | I : |
1 S o
| | | ! | !
1 1 ! L ! > I
"o Ui 2 n3 NN-1 TN n nN-1 7N n
(G} YN V1 YN
(a) Piecewise constant potential. (b) Piecewise linear potential.

Figure D.1 — Examples of discretization of the potential.

In both methods, two linearly independent solutions can be defined in each interval.
They are respectively the positive- and negative-argument exponentials for the piece-
wise constant potential (Fig D.1a) and the Airy functions Ai and Bi for piece-wise linear
potential (Fig D.1b). In each interval, the analytical solution of the wave function can be
expressed as a linear combination of the two linearly independent solutions.

In zone n € [1, N, the wave function has the form

bpe™*n + ¢, e (constant)

%(77) = { b, Ai[Xn(n)] T, Bi[Xn(n)] (linear) =1 <N <My (D.l)
where (b, c,) € C? are the expansion coefficients and the k,, coefficient is given by
24 v
k,, = {E(E — Vn)} e C*. (D.2)

When £k, is real, it corresponds to the wave number associated with the constant potential
in region n. The parameter X,, is given by

S

Xan) = i+ .

(D.3)

and is an intermediate linear function of 7 introduced so that the wave function can be
expressed in terms of Airy functions. Parameters «,, and (3, are defined as

o Q[L Vn - Vn—l
hQ T — Mn—1

_ 2w

and /Bn = ﬁ

o, (Vi1 — E) —apnn_1 - (D.4)
By convention, parameters related to the outermost part of the potential has oo subscript.
The smooth matching conditions of the wave functions (Eq. D.1) at each interval bound-

aries provide a linear relation between expansion coefficients (c,,b.) and (¢p41,bpe1). In
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both extremal intervals (and in both methods), the wave function is expanded using the
exponential functions.

1/}0(77) - boeik‘on + Coeiik'on ) TISTIOa
Voo(n) = Uni1(n) = b= 4 o™= >y

The conditions ¢, = 0 and by, € C*, are often used in order to easily compute the eventual
transmission coefficient!. From this condition, the smooth continuity relation leads to a

recursive relation
N
bn . bn+1 b() o boo
Bl ][] - (HOMn) . 06)

where M, is the matching matrix that defines the relation between coefficients b and ¢
related the n — 1'" segment to those of the n'™ segment. Finally one obtains a linear
relation between by and b, and the transmission coefficient

(D.5)

koo | boc |
T(E)= 2=~ D.7
(E) ko | b (D.7)
For the piecewise-constant method, the matching matrix M, is
pe _ L (kp + kpyp)etFnr=kndnn (o f e~ knsithn)m (D.8)
n 2%k, (k _kn+1) i(knt1+kn)nm (k‘ +kn+1) i(knt1—kn)0n .

For the linear-constant method the matching matrix M,,n € [1, N — 1] is

Mo — "[ VAL =St APIX BLX, ] BE[X, ] B[N — S B [X,] BilX,]
n "*1 AV[X ] AQ[X ] AV[X ] Ai[X] %Bi’[XTﬂ Ai[X ] AV[X, | Bi[X;]
(D.9)
where
/ _an _ 1/3
X =gt =l (D.10)
X;r :XnJrl(nn)a (D'11>
X, =Xn(nn) - (D.12)

For n = 0 and n = N, different matching matrices must be used as the potential for
n < no and n > ny is constant. The related My and My matrices are thus given by

: 1k
Bi’[X 5 ]etheev — X, = Bi[X y]et*emy 0
Mg =7 | ;. ' : (D.13)
—XZ: Ai[X y]eth=v — AV[X y]etkeeny ()

_ [k AIXG] = iX] AV[XT]) et (ko Bi[Xg] — iX] BY[XG]) e~
O 2k | (Ko A[XJ]+ X AVIXT) et (ko Bi[Xg] +iX] Bi'[X(]) e
(D.14)
A similar approach can be considered with a piece-wise quadratic potential using

parabolic cylinder functions as expansion functions, yet the expected gain in the number
of intervals is balanced by the cost of “complex” function evaluations.

Tn practice by is set to unity, bse = 1.
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In practice this piecewise-linear method cannot be used alone. Indeed if in a given
discretized step n, the slope of the potential is very low then «,, (Eq. D.4) tends to zero
and X,, (Eq. D.3) becomes infinite. This leads to numerical issues in the evaluation of the
Airy functions. This problem can be solved by considering that for low slopes, the Airy
base function are “replaced” by the exponential functions. The method relies thus on a
mixed piecewise-constant /linear discretization of the potential.

D.1.2 JWKB Method

An widely-used alternative method to compute transmission coefficient for arbitrary bar-
rier shapes is the JWKB method [78,184,185|. In this so-called semi-classical approach,
the wave function of the system W is expressed as the exponential of another function @,
U = e? that satisfies the differential equation (cf. Eq. 6.35)

V(o) + W) = 5 V() - ) (D.15)

The @ function is split in its real A and imaginary B parts, which are expanded as a

power series in h. To the lowest orders in A, assuming that B varies slowly with n, and
assuming F smaller than V' over the considered range of 7, one finally obtains [186|

s [an/Hww-B

Finally, for a single-humped barrier, the transmission coefficient can obtained by [78]

1/4
T Oy {Qﬁ(vm) - E)} exp | (D.16)

h2

T(F) = exp —Q/dn %(V(n)—E) , (D.17)

Thmin

where Ny and M.y are defined by V (nmin) = V (max) = F and are called turning points.
In the case of a double-humped barrier, assuming a; and a, to be the turning points of
the first hump and a3 and a4 those of the second hump, the transmission coefficient is
obtained by [185]

64 P4 Pp
T(E) = D.1
(E) (PaPp 4+ 16)2 cos? p + 16(P4 + Pg)?sin®* ¢’ (D-18)
where
PA(B) =exp | -2 [ dnlkn) | . Pa(E) = exp | -2 [ anlhta)]|.
a“ a3 D.19
. y , (D.19)
o) = e - vl o) = [ ank.
D.1.3 Derivation of the Numerov Method
Here the differential equation (Eq. 6.36) is considered
f(x)+W(x)f(z)=0. (D.20)
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The f function can be written, using a Taylor expansion about x + h and z — h as

h? h3 h4 h®
flz+h)=f(x)+hf'(x)+ af”(x) + gf(?’)(x) + If(“)(x) + af@(x) + O(h°),
(D.21)

h3 h?

fle=h) =f(z) = hf'(x) + f”( ) = 5 fP (@) + f (@) = 51 /@) + O(°).

(D.22)

Using abscissa discretization {x,}, and {f,}, (fn = f(z,)), summing the two above
expressions yields

h4
fos1+ fuo1 =RAf+ Efr(;l) + O(h°), (D.23)
h4
WS+ 0 1 0), D24

where the relation in Eq. D.20 has been used and where W,, = W(z,). The double
differentiation of Eq. D.20, yields

fO(2) = = [W(2)f(2)]". (D.25)

The right-hand side of Eq. D.25 can be approximated by its centered finite difference
expression

2W, fn+Wn 1fn l

Wn n
W (@) () o et = 20 (D.20)
Inserting Eqgs. D.26 and D.25 into Eq. D.24, one finally obtains
5h? h?
(2 - 7W > Jn — (1 + EWn—H) Jnt1
fno1= 5 . (D.27)

h
1+ —W,_
T gt

D.2 Analytical Cases

To verify the calculation of transmission coefficient for any numerical barrier shape, some
analytic cases are tested with the implemented methods. The three types of potential are
detailed below:

e The Step Potential.
e The Triangular Potential.
e The Cramer-Nix Original and “Modified” Potentials.
In this section analytical solutions of the Schrodinger equation

—h2 d*y

Wd_nz + (V(ﬁ) — E)¢ = 0, (D28)

are given for the three potentials V', and the related analytical transmission coefficient
are derived.
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D.2.1 Step Potential
The step potential is illustrated in Fig. D.2, and is defined by

0, n<0
V(n) = Ve, 0<n<a , (D.29)
Ve, NM>a

where a, Vg and V,, are defined in Fig. D.2.

A 4

zone-1 zone-I1 zone-I11

\ 4
A
A
A

Figure D.2 — Step Potential.

Different analytical wave functions can be defined according to the 7-zones shown in
Fig. D.2.

pi(n) = Ae™ + Be~thon, (D.30)
1/)11(7]) = CeikF" + De’ikF”, (D?)l)
Uii(n) = Fe>" (D.32)

where the wave numbers for the different zones of this potential are defined as

[2BE

ko = h2 5 (D33)
[2B (E — Vi . .

k’F = % (: IRF, ifE < VF), (D34)

2B (E — Vy
koo = % (D.35)

Only the plane wave propagating toward n > 0 (e**>=7) is considered in zone III, so that
the derivation of the transmission coefficient is eased. The smooth matching conditions
for the wave functions at n = 0 and n = a leads to a linear relation between A and F'.
The eventual transmission coefficient is obtained by

2

_ R
-

F

T
f A

(D.36)
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The analytical transmission coefficient, shown in Fig. D.3, is obtained using Eq. D.36 and

can be written

A2 koo e
gy < d =R + kL) + Rk sin® (hea) + Rp (o + koo 77 T o)
B A2 Kok v '
[k + k2(kZ + k2) + k2k2 ] sinh®(rpa) + k2 (ko + koo)?’ "
1
o 081
o)
5}
g
5
S 0.6
O
g
S
£ 04
Z 0.
n
=)
=
0.2] B
J |

E [MeV]

. . ! ! ! ! ! ! ! !
46 48 5 52 54 56 58 6 62 64 66 6.8

7

Figure D.3 — Transmission coefficient for a step potential with a = 0.5, Vz = 5 MeV,

Voo = 0 MeV and p/h? = 0.054A%3 (in MeV ™) where A = 240.

D.2.2 Triangular Potential

In this case the potential is given by

0, n<0
V(n) = (a;x>Vo, 0<n<a ,
0, n>a

where a and Vj are defined in Fig. D.4.

(D.38)

In zones I and III the solutions of the Schrédinger equation have the same form than

in the case of the step potential, namely

Yi(n) = Aetn 4 Be’ik”,
Ym(n) = F e,
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>
0 a Ui
zone | zone 11 zone 111
> < > <
Figure D.4 — Triangular potential.
For zone II, the Schrodinger equation is
—h? d*yyy a—n
Vo— F =0. D.41
2p dn2+<a " )wn (D4)
It can be turned into )
d%n _
a2 - (Oﬂ] + ﬁ)i/)n = 0, (D.42)
1
where 2BV, 2B(Vj — E)
_ A o —
o = h2a and 5 = T (D43)
The variable change
s
X(n) =o'+ —5, (D.44)
is performed. It leads to a simple form of the differential equation
d*yu
0z XYy =0. (D.45)

Two real linearly independent solutions exist for this equation, they are the Airy functions
Ai and Bi. The general solution can be expressed as a linear combination of the two,
namely

Yu(n) = CAI[X(n)] + DBIi[X (n)]. (D.46)

The continuity conditions of the value and derivative of the wave functions 1 and vy at
1 = a leads to the system of equations

C Ai[X,] + DBIi[X,] = Feih .47
OX' AV[X,] + DX’ Bi[X,] = ikFe'a '
where X, = X(a) and X' = % = a'/3. Using that the Wronskian of the Airy func-

tions [48] W (Ai, Bi) = 7!, the system can be solved as long as the slope V;/a is not zero.
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The coefficients C' and D are thus obtained by

I | etke Bi[ X, F | AilX, etka
C=%| X D= X | (D.48)
ke X'Bi’[X,] X'AV[X,] iketke
The smooth continuity conditions in n = 0 leads to a second system of equations
A+B = C Ai[X,| + D Bi[X], (D.49)
ikA—ikB = CX' AV[Xo|+ DX'Bi’[X,], ’
where again X, = X (n = 0). The system can be written as
A+ B = C Ai[Xy| + D Bi[X],
X' X' . D.50
1k 1k
Finally A can then be expressed as
1 . X . X'
The transmission coefficient for this potential can be computed as
r2
T=|— D.52
b (D52)

0.8

0.6 |-

0.4

Transmission Coefficient

4 4.5 ) 9.5 6 6.5 7 7.5 8 8.5 9
E [MeV]

Figure D.5 — Transmission coefficient for triangular potential having a = 0.5, V; = 5 MeV
and p1/h? = 0.054A453 (in MeV ™) where A = 240.

233



D.2. ANALYTICAL CASES APPENDIX D. NUMERICAL TRANSMISSION COEFFICIENTS

D.2.3 Cramer-Nix Original Potential

In this case the potential is given by [22]

2
1
V(n)=4q Ey+ zuwg(n n9)?, a<n<b (D.53)

and is illustrated in Fig. D.6, where the related paratmeters F,, Es, Es, 11, 12, 73, a and
b are shown. Parameters w, ws, w3 characterize the curvature of the parabola shown in
Fig. D.6, and p is the inertia parameter.

0 m a n2 b s "
zone | zone 11 zone 111

» <& » <
> >

Figure D.6 — Triple parabola barrier.

By imposing a smooth continuity of the potential in a and b, the number of parameters
required to define the potential can be reduced. By additionally setting V(n =0) =0 —
as shown in Fig. D.6 — the number of required parameters drops to six. Those are chosen
to be Ey, Fy, E3, wi, ws and ws. The other parameters are deduced according to

2, 1/2
m=|—">3 )

w
H 12(E1—E2) 1/2 w2\ 12
e 5] (eE)
i 2
Er — E)]H2 2 —1/2
T,QIH{ B 2>] (1+%) | (D.54)
2(Ey —2E2) 1/2 w%l ~1/2
e 55 (e3)
2(Es —2E2) 1/2 wg ~1/2
meve [ 0)
HW3 W2
In zone I, the Schrodinger equation is
—h? d*y 1,
ﬂ a? + (E1—§MW1<77—771)—E) Yr=20. (D.55)
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2
Performing the variable change u = ,uhw L(n =), BEq. D.55 becomes
d?yy E—E 42
— =0. D.56
T2 " ( oo T (0 ( )
. Ey—F o .
Defining the parameter a; = " and using it in Eq. D.56, one obtains
1
d2¢1 u2
du?2 + (—041 + Z) Pr=0. (D.57)

The solutions of this equation are know as the parabolic cylinder functions & and &* (cf.
Ref. [48]) and 1) can be expanded using these functions

Y1(n) = A8 [, —u(n)] + B&[ax, —u(n)]. (D.58)

In zone II, the Schrodinger equation is

—h? Yy 1
—_— Fy + = w2 (n — - F =0 D.59
2 dip? + < 2+ Quwz(n 12) ) (B ( )
. .. . ) 211ws .
This equation is transformed using the variable change v = . (n — 1) into
4y E—FEy, v*
- — =0. D.60
a2\, 1)¥n (D.60)
Defining the coefficient ay = — , one gets
2
d? v?
d;én — (CMQ + Z) ZZJH =0. (Dﬁl)

Solutions of this equation are different kinds of parabolic cylinder functions % and ¥ (cf.
Ref. [48]), so that 1 can be expressed as

Yu(n) = C% s, v(n)] + DV [z, v(n)]. (D.62)
For zone II1, a similar treatment than for zone I is made. Defining w = 5 (n—mn3)
Es—F
and a3 = :;m—g, one obtains
d2¢111 w?
e + | —as + e Y =0, (D.63)
and
Yui(n) = Fé&las, w(n)]. (D.64)

Only one terms is considered in this case as only the component associated with the wave
propagating towards n > 0 (&) is kept (in order to obtain the transmission coefficient
more easily).

235



D.2. ANALYTICAL CASES APPENDIX D. NUMERICAL TRANSMISSION COEFFICIENTS

Coefficients A, B, C', D can be expressed in terms of F' by successively matching
the value and derivative of the wave functions at n = b and n = a. The transmission
coefficient can be computed as [22]

2
ws F
T=,/—|— D.65
=12 (D.65)
where
F "u'2iv/2
r_ vW'2i/2/m . (D.66)
A Ealag, —u) —Yo(az,v) — U, (2, v) 0
W ET (o, —u) v (an,v) —v U (o, v) 0
0 Ty, v) Uy (a2, 0) —&y(az, w)
0 U’”f/b(v) (g, v) U/%(U) (ag,v) —w’é‘;)(w) (g, w)

The subscripts on the parabolic cylinder functions specify the value of n at which the
second parameter must be evaluated. The superscript on the functions indicates the first
order derivative of the function with respect of the variable in parentheses. The prim over
u, v or w stands for their derivatives with respect of 1. The energy dependence of the
related transmission coefficient is shown in Fig. D.7.

10—13 - |

10—18 - |

Transmission Coefficient

10—23 - |

1028 ! ! ! ! !
2 2.5 3 3.9 4 4.5 5) 9.9 6 6.5 7

E [MeV]
Figure D.7 — Transmission coefficient for a triple parabola potential with values E; =

Es =6 MeV, Ey = 2 MeV, hw; = hws = 1 MeV, hw, = 0.5 MeV, u/h? = 0.054A% (in
MeV ™) where A = 240.

D.2.4 Cramer-Nix “Modified” Potential

With the approach of the previous section, no reflected wave is considered in zone III. In
the following, the Cramer-Nix model is modified so that a reflection in the outer barrier
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zone can be added. The following potential is considered

;

0, n<0
By —spuwiln—m)? 0<n<a
V(n)=q Ey+zui(n—m)? a<n<b (D.67)
Ey— spwi(n—mn3)?, b<n<c
Vo, n>c

\

An illustration is shown in Fig. D.8 where the same parameters than in Fig. D.6 are
introduced with the addition of the parameters ¢ and V.

Voo

zone | zone 11 zone 11 zone 1V zone V

» @ » » »
L | L ] > < L )

Figure D.8 — Triple parabola barrier with reflection condition.

Relations D.54 are still valid, but there is a need for a new parameter to describe the
potential. It can be either ¢ or V., here V is selected and c is deduced by

2By — Vo) Vm)] " (D.68)

c:ng—l—{ Bw?

The wave numbers related to zone-1 and zone-V are given by

[2BE [2B(E = Vo)
ko = 72 and koo = T . (D69)

The wave function forms can be deduced from the previous sections

(

Pr(n) = Yeikon +  Ze~ikon n<0
Yu(n) = A& [ar,—u(n)] + B&lar,—u(n)] 0<n<a
V() =9 Ymn) = C%[ag,v(n) + D¥]az,v(n)] a<n<b . (D.70)
viv(n) = Félas,wn)] + G&las,wn)] b<n<c
Yy(n) = Helkeen n>c

\

A similar attempt was made in Ref. [187], were the original Cramer-Nix model was refined
in order to keep a parabolic cylinder function expansion up to the second hump maximum.
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The present attempt is more suited for the validation of the numerical methods that have
been implemented for the present study. The transmission coefficient is defined by

L 2

" ko

H

()= = |2

(D.71)

The H coefficient can be chosen arbitrarily in C* (e.g. H = 1). The smooth continuity
relations at 7 = ¢, b, a, 0 provide the remaining coefficients. The smooth continuity relation
in n = c gives

iHek=c | 1 Er (s, w) iHev=c |  &.(asz,w) 1
F = ch = ’ . (D.72
' |ikeo W E ™ (g, w)|’ ¢ 2w |wE™ (ag,w) ke ( )
The smooth continuity relation in n = b gives
1L Y 1| % L
C= o / b(gu?é% U> ) D= s / b(gu?% v) ’ ) (D73)
20 |Ry v, (ag,) 20 WU (az,v) Ry
where
Lb = Féab(Ckg, U}) + ng*<043, U)) s
Ry, = Fuw'&)" (a3, w) + Guw' & (a3, w) .
The smooth continuity relations in n = a give
| L, Eu(ag, —u) = EX(ay, —u) L,
T A I | R i B LI R R
where
L, = C%(ay,v) + DY (ag,v),
10®) 1oy (©) (D.76)
R, = CvV " (a2, v) + DU 5" (g, v) .
The smooth continuity relation in n = 0 gives
Y + 7 = A& (a1, —u) + BE(aq, —u) =Ly, (D.77)
ikoY —ikoZ = —u' A& (ay, —u) — u’B@@O(*u) (ov1,—u) = Ry. ‘
So that finally coefficient Y can be obtained by
1 Ry
Y=—(Lo+—|. D.78
5 (2o 32) D.73)

Finally, the transmission coefficient can be computed inserting Eq. D.78 into Eq. D.71.
The energy dependency of this coefficient is shown in Fig. D.9 and is compared with the
Cramer-Nix original model. It can be seen that this modification can have significant
effects compared with the original model, expecially for energies near the barrier height.
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Figure D.9 — Transmission coefficient for a triple parabola potential with values F; =
E3 =6 MeV, Ey = 2 MeV, hw; = hws = 1 MeV, Aw; = 0.5 MeV, u/h? = 0.054A%3 (in
MeV ') where A = 240.
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