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Abstract

Over the past few decades, flexoelectricity has attracted growing interest as a means of con-
verting ambient vibratory energy into electric power. Flexoelectricity is an electromechanical
phenomenon that associates electric fields with deformation gradients, and inversely induces
mechanical deformation for an electric field gradient. This phenomenon is inherent in all di-
electric materials, and can be significant at very small scales. The universality and remarkable
size-effects of flexoelectricity are promising for the design of advanced nano/micro electrome-
chanical systems. However, flexoelectricity is intrinsically weak in natural materials, posing
a major challenge for its practical application to real systems. In this thesis, in order to fully
exploit the potential of flexoelectric properties, we propose techniques for modeling and design-
ing flexoelectric composites, for applications to energy harvesting systems converting vibrations
into electric current.

The methodologies proposed in this thesis are numerical approaches to modeling flexoelec-
tricity in micro and macro structures. We first develop direct and converse flexoelectricity ho-
mogenization models for microstructures composed of heterogeneous piezoelectric constituent
phases. A C'-continuity model for multiple patches is constructed within an isogeometric anal-
ysis (IGA) framework to model the dynamic frequency response of flexoelectric structures with
complex geometries, and where the inertial effect of deformation gradients is included. Next,
we develop a topology optimization framework for microstructures and flexoelectric structures.
These topology optimization and numerical homogenization techniques are then coupled to de-
sign microstructures containing piezoelectric two-phase materials with a view to maximizing
macroscopic direct and converse flexoelectric properties, in both static and dynamic settings.

Finally, we extend the topology optimization method to the nonlinear large deformation
framework to model and design flexible flexoelectric energy harvesting systems, in order to
exploit interactions between size effects and large deformations and increase electromechanical
coupling factors.
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Résumé

Au cours des dernieres décennies, la flexoélectricité a suscité un intérét croissant pour conver-
tir I’énergie vibratoire ambiante en énergie €lectrique. La flexoélectricité est un phénomene
électromécanique qui associe des champs électriques a des gradients de déformation et induit
inversement une déformation mécanique pour un gradient de champ électrique. Ce phénomene
est inhérent a tous les matériaux diélectriques, et peut etre significatif aux tres petites échelles.
L’universalité et le remarquable effet d’échelle de I’effet flexoélectrique sont prometteurs pour
la conception de systemes électromécaniques nano/micro avancés. Cependant, I’effet flexoélec-
trique est intrinsequement faible dans les matériaux naturels, ce qui pose un défi majeur pour
son application pratique a des systemes réels. Dans cette these, afin d’exploiter pleinement le
potentiel des propriétés flexoélectriques, nous proposons des techniques de modélisation et de
conception de composites flexoélectriques, pour des applications a des systemes de récupération
dénergie convertissant vibrations en courant électrique.

Les méthodologies proposées dans cette these sont des approches numériques pour mod-
éliser la flexoélectricité dans les micro et macro structures. Nous développons d’abord un
modele d’homogénéisation de la flexoélectricité directe et converse pour les microstructures
composées de phases constitutives piézoélectriques hétérogeénes. Un modele de continuité C!
pour patchs multiples est construit dans un cadre d’analyse isogéométrique (IGA) pour mod-
éliser la réponse dynamique en fréquence des structures flexoélectriques avec des géométries
complexes, et ou I’effet d’inertie des gradients de déformation est inclus. Ensuite, nous dévelop-
pons un cadre d’optimisation topologique pour les microstructures et structures flexoélectriques.
Ces techniques d’optimisation topologique et d’homogénéisation numérique sont alors couplées
pour concevoir des microstructures contenant des matériaux biphasés piézoélectriques en vue de
maximiser les propriétés flexoélectriques directes et inverses macroscopiques, dans des cadres
statiques et dynamiques.

Nous étendons enfin la méthode d’ optimisation topologique au cadre non linéaire en grandes
déformations pour modéliser et concevoir systemes de récupération d’énergie souples flexoélec-
triques, afin d’exploiter les interactions entre les effets de taille et les grandes déformations et
augmenter les facteurs de couplage électromécaniques.
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Introduction

In recent decades, wireless sensor network (WSN) technology has found extensive applications
across healthcare, infrastructure monitoring, environmental protection, and various other do-
mains [1, 2]. The primary power source for sensor nodes continues to be chemical batteries.
However, traditional batteries present environmental concerns, limited operational lifespan, and
high maintenance costs [3]. The necessity of battery replacement or recharging within large-
scale sensor networks poses significant challenges and expenses. The quest for minimizing
power consumption in WSNs is paramount, driving advancements in device miniaturization.
Integrating batteries into microsystems is typically challenging, prompting a shift towards self-
powered electronic devices. Harvesting and converting ambient environmental energy stands
as a crucial and efficient method for sustainable green power in wireless and portable devices
[4, 5, 6]. A variety of energy forms abound in the environment, including mechanical en-
ergy, acoustics, wind energy, thermal energy, nuclear energy, solar energy, and chemical en-
ergy, among others. Among these, mechanical energy enjoys the broadest distribution and
can conveniently power most low-consumption applications such as remote sensor networks,
biomedical implants, and portable electronics [7]. Moreover, it boasts benefits of prolonged
sustainability and environmental friendliness. Consequently, the development of vibration en-
ergy harvesters has surged rapidly as an alternative to conventional battery power sources [8],
supplying energy to numerous wireless sensors and low-power consumption devices [9]. Nu-
merous methods exist for converting mechanical vibration energy into electrical power. These
methods adhere to the principle of energy transformation, categorizing vibration energy devices
into three main types: piezoelectric transduction [10, 11], electrostatic transduction [12, 13],
and electromagnetic transduction [14]. When comparing electromagnetic and electrostatic de-
vices, piezoelectric energy harvesters (PEH, as schematically illustrated in Fig. 1) stand out
due to their higher energy density and conversion efficiency, making them particularly adept at
harvesting vibration energy. This superiority arises from the inherent capability of piezoelectric
materials to directly convert applied strain energy into electric power. As a result, such devices
feature compact and simpler architectures compared to their electromagnetic and electrostatic
counterparts. Furthermore, they can be manufactured using micromachining techniques and
seamlessly integrated into monolithic micro-electro-mechanical systems (MEMS).
Piezoelectric energy harvesters leverage the unique piezoelectric effect exhibited by cer-
tain materials, converting vibrational energy into electrical energy. This effect arises from the
electromechanical coupling within piezoelectric materials, where applying mechanical stress
generates electric polarization, and conversely, applying an electric field induces mechanical
deformation, as schematically illustrated in Fig. 2. However, despite its potential, the piezoelec-
tric effect faces several limitations: (1) the piezoelectric effect exists only in dielectric materials
whose crystals are non-centrosymmetric, limiting the selection of suitable materials; (2) piezo-
electric materials are susceptible to electrical fatigue, characterized by a decrease in polarization
after numerous switching cycles [15]; (3) elevated temperatures beyond the Curie point can trig-
ger phase transitions in most piezoelectric materials, diminishing their piezoelectric properties
due to increased lattice symmetry; (4) many high-performance piezoelectric materials incorpo-
rate lead, a hazardous substance harmful to both human health and the environment [16]. These
shortcomings of piezoelectric materials limit their in-depth applications in certain fields, par-
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(a) (b)

Figure 1: Schematics of piezoelectric energy harvesters: (a) bimorph structure; (b) unimorph
structure

ticularly in fields where electromechanical systems are advancing toward miniaturization and
integration at nanometer scales. In the process of exploring electromechanical coupling materi-
als with both high polarization properties and high stability, the flexoelectric effect has attracted
more and more attention.

(a) (b)

Figure 2: Schematics of piezoelectric effect for non-centrosymmetric crystals: (a) undeformed
and unpolarized state; (b) polarization induced by uniform deformation

Flexoelectricity stands out as an electromechanical phenomenon that couples electric fields
with strain gradients and inversely induces mechanical strain by electric field gradients. Non-
uniform deformation (strain gradient) breaks the local symmetry of the material crystal, causing
the positive and negative charge centers of the lattice to shift and produce dipoles, resulting in
the formation of polarization phenomena, as schematically illustrated in Fig. 3. Theoretically,
all dielectric materials are capable of producing flexoelectric effects, and flexoelectric effects
are not limited by Curie temperature and can be used in high temperature applications. Flexo-
electricity can be considered as size-dependent electromechanical coupling due to the fact that
its contribution becomes significant and even dominant at lower scales where the strain gradient
effect becomes more profound as the material dimensions shrink to micro- and nano-levels. The
universality and outstanding scaling effect of the flexoelectric effect made it a desirable prop-
erty for advanced nano/micro-electromechanical systems (N/MEMS). The gradient coupling
property of the flexoelectric effect makes it show a very high sensitivity to the bending strain
or curvature change of the structure, and this property is especially important in signal sensing
and energy harvesting, which is mainly based on bending vibration deformation. One of the
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most important studies and applications of the flexoelectric effect is the flexoelectric energy
harvester, which captures the bending vibration energy and converts it into electrical energy.

(a) (b) (©)

Figure 3: Schematics of flexoelectric effect for dielectric material: (a) undeformed and unpo-
larized state; (b) uniformly deformed but unpolarized state; (c) polarization induced by non-
uniform deformation

The flexoelectric effect is present in all dielectric materials, however, the price of this ubiq-
uity is that the flexoelectric effect is weak in natural materials. Therefore, the intriguing chal-
lenges in the field of flexoelectricity revolve around the exploration of advanced materials fea-
turing heightened flexoelectric properties and the creation of engineered structures that optimize
electromechanical coupling through a synergistic utilization of both flexoelectric and piezoelec-
tric effects. In contrast to the traditional design approach[17, 18, 19, 20], topology optimization
technique [21, 22, 23] is a structural design method based on mathematical optimization the-
ory, aiming at determining the optimal material distribution to maximize specific properties.
Topology optimization can be employed as a powerful tool for the design of fine and com-
plex flexoelectric structures, which provides technical support for the enhancement of material
flexoelectric properties and structural electromechanical coupling efficiency.

Motivation

The universality and outstanding scaling effect of the flexoelectric effect are promising for de-
signing advanced nano/micro electromechanical systems (N/MEMS). However, the inherent
weakness of the flexoelectric effect in natural materials presents a significant obstacle to the
practical application of flexoelectricity. To fully exploit the potential of flexoelectric properties,
we focus on designing high-performance flexoelectric composites and improving the electrome-
chanical coupling efficiency of flexoelectric structures. Flexoelectric effect can be enhanced by
increasing the strain gradients in dielectric materials and leveraging the scale effect of flexoelec-
tricity. These challenges and characteristics of flexoelectric effect serve as primary motivations
for our research in this dissertation. More specifically, the motivations can be summarized as
follows:

* Recent research has brought attention to how flexoelectricity can mimic piezoelectricity.
In this thesis, we explore the potential of leveraging piezoelectric materials to generate
a significantly enhanced flexoelectric response. We investigate the use of architectured
materials comprising diverse piezoelectric phases with the goal of achieving a substantial
emergent flexoelectric effect, potentially surpassing the inherent flexoelectricity of the
materials. At the beginning of the thesis, a computational homogenization framework for
effective flexoelectric materials is lacking. Such a framework is essential for examining
and optimizing the applications mentioned above without the necessity of solving the full
heterogeneous structure.
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In materials or composites exhibiting an effective flexoelectric response, polarization can
be triggered by local strain gradients. Typically, these effects remain subtle under static
conditions. However, when subjected to dynamic loads, significantly larger effects can
arise, presenting opportunities for energy harvesters that convert mechanical vibrations
into electrical energy. In numerical analyses, a key challenge encountered by traditional
finite element formulations when exploring the flexoelectric effect is the requirement for
C' continuity to accurately interpolate the strain gradient from the displacement variable.

The effective direct and converse flexoelectric properties of periodic piezoelectric com-
posites can be tuned to be much higher than the constituents, by creating a heterogeneity
through asymmetric geometric inclusions and multiple constitutive materials, which mo-
tivates our research in optimization designs of flexoelectric properties in piezoelectric
microstructures by combining topology optimization with computational homogeniza-
tion.

In the realm of flexoelectric composites, research has concentrated on developing piezo-
electric composites using non-piezoelectric materials, driven by earlier work [24, 25].
Traditional piezoelectric composites usually include lead-containing PZT for higher per-
mittivity. Piezoelectric responses can be achieved in these composites made of purely
flexoelectric materials, which are comparable to common single-phase piezoelectrics.

Soft dielectrics have distinctive capability to produce extensive deformations. This char-
acteristic holds the potential for achieving more significant electric responses, attributed
to the presence of larger strain gradients. Besides, the reduction of structural dimensions
to the micro and nanoscale facilitates nonlinearity, enabling the more accessible produc-
tion of large strain gradients, thereby contributing to the increasing improvement of the
flexoelectric effect.

Objectives

This thesis aims to address these questions described above through the following objectives:

Establish a computational homogenization framework for periodic composites composed
of heterogeneous piezoelectric phases, taking into account direct and converse flexoelec-
tric effect. The approach should enable the prediction of direct and converse flexoelectric
properties of homogeneous microstructures, whatever their shape and material.

Develop a C'-continuous Isogeometric analysis (IGA) framework with one or more patches
for the dynamic frequency response of flexoelectric structures with complex geometries,
where the inertial effect of deformation gradients is included. The methodology must
satisfy the requirement for C'-continuity of the approximated displacement field for the
fourth-order PDE of flexoelectricity, for structures with general or even complex geome-
tries.

Formulate a topology optimization framework for designing periodic piezoelectric mi-
crostructures with larger direct and converse flexoelectric constants.

Propose a multiscale topology optimization method for designing flexoelectric microstruc-
tures made of non-piezoelectric materials and electromechanical energy harvesting sys-
tems to efficiently convert mechanical vibrations into electrical energy.

Develop a nonlinear topology optimization framework for flexoelectric soft dielectrics at
finite strains to take full advantage of the interaction between the size effect and large
deformations, and increase the electromechanical coupling factors of structures.
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Outline of the dissertation

The contents of this thesis are organized as follows:

Chapter 1 presents an overview of experimental measurements, microscopic and phenomeno-
logical theory, and computational models for the flexoelectric effect. We then review the the-
ory, methods and applications of topological optimization techniques used in the design of
flexoelectric structures. In Chapter 2, we develop a homogeneous direct/converse flexoelectric-
piezoelectric model for microstructures composed of heterogeneous piezoelectric phases, which
enables the prediction of effective direct and converse flexoelectric coefficients for piezoelectric
composite materials. In Chapter 3, a C!-continuous single/multiple-patch isogeometric analysis
framework for the dynamic frequency response of flexoelectric structures with complex geome-
tries is developed. The inertial effect of deformation gradients is taken into account. In Chap-
ter 4, we propose a topology optimization framework for the design of piezoelectric compos-
ites microstructures to maximize the direct flexoelectric properties of piezoelectric composites.
This framework is then extended to improve the converse flexoelectricity of microstructures.
In Chapter 5, a multiscale topology optimization method for the design of flexoelectric mi-
crostructures made of non-piezoelectric materials in electromechanical systems is proposed for
designing energy harvesting systems that convert mechanical vibrations into electrical energy.
In Chapter 6, we establish a nonlinear topology optimization framework for flexoelectric soft
dielectrics in finite strains to take full advantage of the interaction between the size effect and
large deformations, thereby increasing the electromechanical coupling factors of structures. We
end this manuscript with some conclusions and perspectives



Chapter 1

Literature review

In this chapter, an overview of experimental measurements, microscopic and phenomenological
theory, and computational models for flexoelectric effect is presented. We then sort out the
theory, methods and applications of topology optimization technology, and finally review the
research work on topology optimization employed in the design of flexoelectric structures.

1.1 Flexoelectric effect

Flexoelectricity, which refers to the linear relationship between electrical polarization and strain
gradient, was first predicted by Mashkevich and Tolpygo [26] in the 1950s and then observed
experimentally by Scott [27] and Bursian [28]. Kogan [29] formulated the first phenomeno-
logical theory of flexelectricity and estimated the range of values for flexoelectric coefficients.
The first microscopic description on dynamic flexoelectricity was addressed by Harris [30].
In 1968, Mindlin proposed a phenomenological framework to describe the linear response of
stress (or strain) to a polarization gradient, which was later recognized as converse flexoelec-
tricity [31]. The initial microscopic calculations of the coefficients governing flexoelectricity
were conducted by Askar et al. [32] in 1970 based on a theory of lattice dynamics for the shell
model of cubic ionic crystals. Indenbom et al. [33] were the first to adopt the term "flexoelec-
tricity" for the solid phase, by borrowing it from the liquid crystals community. Earlier work
categorized flexoelectricity as an effect similar to piezoelectricity or simply called it as "non-
local piezoelectric effect”. It was not until 1985 that Tagantsev [34, 35, 36] proved through
phenomenological and microscopic methods in his research that the flexoelectric effect has a
more complex mechanism and can exist in non-piezoelectric materials. Since then, the flexo-
electric effect has been completely distinguished from the piezoelectric effect. For an extended
period following that, the observed weak effect resulted in limited interest in bulk flexoelectric-
ity, with only a few studies being relevant to ferroelectric materials [28, 37]. By the turn of the
century, Cross and Ma [17, 18, 38, 39] conducted a series of systematic experimental studies
for the flexoelectric effect in ferroelectric ceramics, pioneered a classical method of measuring
the longitudinal flexoelectric coefficient, i.e. compressed truncated pyramid structure. They
discovered that the flexoelectric effect in certain ferroelectric materials is much higher than the
theoretically estimated magnitudes. These experimental results, in return, revitalized theoretical
exploration of flexoelectricity, especially in developing an advanced first-principles framework
[40, 41, 42] and enhancing the description within continuum mechanics [34, 35].

1.1.1 Experimental studies

Although experimental evidence of the flexoelectric effect in solids dates back to the 1960s
[30], it wasn’t until the early 2000s that Ma and Cross conducted a systematic measurement
of flexoelectricity. The initial approach involves dynamically bending the material within a

6
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cantilever-beam geometry to induce a transverse strain gradient, as shown in Fig. 1.1(a). This
method has been applied to systematically quantify the transverse flexoelectric coefficient L1,
in a number of perovskite ceramics [17, 38, 39, 43]. Variations of the method involving four-
point bending (Fig. 1.1(b)) and three-point bending (Fig. 1.1(c)) geometries have also been
successfully employed. Quasi-static four-point bending is also designed for the measurement
of the transverse flexoelectric coefficient, while it can produce a significantly larger strain gra-
dient within the sample compared to cantilever bending, enabling the exploration of nonlinear
flexoelectric behaviors under a large load. Another method for measuring direct flexoelectric-
ity involves uniaxial compression of a truncated pyramid-shaped sample [20], as schematically
illustrated in Fig. 1.1(d). Arising from their different areas, the stress disparity between the top
and bottom surfaces of the truncated pyramid establishes a longitudinal strain gradient, leading
to the generation of a flexoelectric polarization. However, in practice, the pyramid-compression
approach is complicated due to the strongly inhomogeneous nature of the strain gradient. In
principle, it is possible to determine efficiently the complete flexoelectric components of a
cubic-symmetric insulator by carefully designed experimental frameworks [19]. However, the
flexoelectric coefficients measured through these macroscopic methods often represent effec-
tive properties which may comprise various flexoelectric contributions or encompass multiple
components of the flexoelectric tensor.

M T o0
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@ (b)

N\N\N\N\N

B 204
T T

©) (d)

Electrode:

Ammeter: @

Figure 1.1: Schematics of experimental setup for measurements of flexoelectric coefficients:
(a) Cantilever beam bending [17]; (b) four-point bending [18]; (c) three-point bending [19]; (d)
truncated pyramid compression [20].

Conversely, a practical method for measuring the flexoelectric property entails utilizing the
converse flexoelectric effect, where applying a bias across the structure results in a non-uniform
electric field distribution that induces strain within the sample. Building on this concept, Cross
and coworkers [44] applied a graded electric field across a truncated pyramid-shaped sample
and thus to estimate the flexoelectric coefficient of (Ba,Sr)TiO3. Zubko [19] utilized a dynamic
mechanical analyzer in a three-point bending (shown in Fig. 1.1(c)) configuration to induce
flexoelectric polarization in non-piezoelectric SrTiO3 single crystals, measuring all three flex-
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oelectric tensor components as 111 = 2 nC/m, U112 = 7 nC/m and uyz12 = 5.8 nC/m. Re-
cently, a comprehensive comparison of the three bending methods (as schematically illustrated
in Fig. 1.1(a), (b) and (c)) for measuring transverse flexoelectric coefficients was conducted
[45]. Additionally, Shu [46] employed the converse flexoelectric effect to measure the shear
flexoelectricity of (Ba,Sr)TiOz (BST) ceramics, utilizing a pyramid sample with electrodes on
the two sloping sides.

Numerous studies are dedicated to ferroelectrics due to their significant flexoelectricity,
and this property is directly proportional to the dielectric permittivity [34, 35]. Cross et al.
conducted measurements on the flexoelectric coefficients of various ferroelectrics by different
methods. Based on cantilever bending, they obtained the transverse flexoelectricity 1122 as:
4 uC/m for Pb(Mg,Nb)O3 (PMN) [17], 50 uC/m for BaTiO3 [39], 100 uC/m for (Ba,Sr)TiO3
(BST) [38], 1.4 uC/m for Pb(Zr, Ti)O3 (PZT) while 1.5 uC/m when using four-point bend-
ing method [18, 47], respectively. They also measured (Pb,Sr)TiO3 as longitudinal p;;1; =
150 uC/m by pyramid compression [20]. The BST was observed to have significantly en-
hanced flexoelectricity. Due to ecological considerations for next-generation electronic devices,
the lead-free nature of BST has attracted substantial research interest in BST-based systems. In
addition to ferroelectrics, polymers and elastomers have also been investigated. The inherent
flexibility of these materials renders them potentially appealing candidates for future flexoelec-
tric devices, thus sparking numerous studies on flexoelectricity in polymers. For instance, in
the case of polyvinylidene fluoride (PVDF), reported flexoelectric coefficients vary between 13
nC/m and 80 uC/m [48, 49, 50, 51].

Despite substantial experimental and theoretical endeavors, accurately quantifying the flex-
oelectric response remains a formidable challenge. A well-known order-of-magnitude discrep-
ancy exists between theoretically estimated and experimentally measured flexoelectric coeffi-
cients. In the paraelectric phase of many perovskite oxides, experimental measurements of the
flexoelectric coefficient reach up to several tens of ©C/m and more, whereas theoretical esti-
mations suggest that intrinsic flexoelectricity should not exceed several nC/m. The mechanism
underlying the flexoelectricity of perovskite ceramics remains poorly understood. In response,
recent studies have made efforts to address this issue through both experimental endeavors
[52, 53, 54, 55, 56, 57] and theoretical investigations [58, 59, 60, 61, 62].

Several factors contribute to the disparity in flexoelectric coefficients. In certain scenarios,
macroscopic symmetry breaking can occur and make a substantial contribution to the overall
flexoelectric response [17, 53, 55]. Yurkov and Tagantsev [61] theoretically demonstrated that
the surface contribution, encompassing both surface piezoelectricity and surface flexoelectricity,
to the flexoelectric response is significant and comparable to that of the bulk. Abdollahi [60]
found the flexoelectric effect is sensitive to sample geometry, and the simplification of strain
gradients made in most experimental measurements for flexoelectricity may lead to overestima-
tion of flexoelectric coefficients. Abdollahi [63] also proposed that the asymmetric distribution
of the piezoelectric coefficient could result in an apparent flexoelectric response. Addition-
ally, Morozovska [64] explored the idea that dynamic flexoelectricity might contribute to the
substantial static flexoelectric effect observed in spatially inhomogeneous samples.

1.1.2 Microscopic theory

At micro scale, the bulk flexoelectric response can be separated into the ionic and electronic
contributions [65], attributed to the redistribution of bound and free charges in response to
strain gradient. The former was quantified based on the lattice dynamics of the shell model
[32] and rigid-ion model [34, 35], while the description of the latter was made by Resta [40]
and Hong [66], extending classical piezoelectric theory [67] to the flexoelectric effect. The
microscopic theory quantifies the intrinsic flexoelectric coefficients, facilitates the validation of
experimental measurements, and holds the potential for designing new materials with desired
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flexoelectric properties.

The microscopic theories of flexoelectricity can be categorized into two main types: the
classical microscopic theory, which concentrates on the ionic contribution to flexoelectricity
through lattice mechanics approaches, and the first-principles theories, which explicitly con-
sider both ionic and electronic contributions. To understand the ionic contribution, we briefly
discuss rigid-ion model developed by Tagantsev [34, 35]. For a deformed crystalline lattice, the
i-th component of the displacement w,, ; of the n-th atom, can be expressed as:

RA
Wn, wf,xf—l-wﬁ,lni—/ojui,jdxj—l—wzfﬁ (1.1)
Y

where x(} and R; are respectively the coordinates of an immobile reference point and the n-th
atom before the deformation. w¢* represents the atomic displacement induced the unsym-
metrized external strain u; ; under the elastic medium approximation. For a material with
centrosymmetric crystals, the external strain alone is adequate to characterize all atomic dis-
placements induced by a uniform deformation. As illustrated in Fig. 1.2, centrosymmetry
is preserved under the homogeneous deformation, and the displacements of the atoms satisfy
W = Je;. However, for inhomogeneous deformation or non-centrosymmetric crystals, the
actual atomic displacements will include an additional component termed the internal displace-
ment w (commonly referred to as internal strain) [68]. The internal displacement can be
approximated by the strain tensor and the strain gradient in a linear relationship of lowest order

witt = Bl e+ NN e (1.2)

where Bjk and NJ ! are the internal strain tensors with respect to strain and strain gradient,
respectwely They can be calculated by lattice dynamics theory [68]. For a body with point
charge Q, on coordinates R, ;, its polarization induced by inhomogeneous deformation can be
expressed as

oF, =

VdefZQn nz"‘an ZQn n,i (1.3)

where V and V,,.r are the volume of crystal before and after the deformation, respectively.
Substituting (1.1) into (1.3), we arrive at

OP,

ZQaneJkJr ZQan"’s]k + 8P (1.4)
def n

Then the flexoelectric coefficient L, j; is written as
1 ikl
Mijki = VZQY!N”J (1.5)
n

where the summation is performed over the ions within a unit cell of volume V. The first term
in right of (1.4) is the piezoelectricity, while the last term induced by the external strain and the
volume change of the crystal, is associated with the surface flexoelectric effect.

The rigid-ion model relies on the point-charge assumption, emphasizing the dominant role
of ions in flexoelectric response, while the impact of electronic charge density redistribution is
excluded. Some theoretical work focused on the electronic part, and they suggest a significant
curvature-induced polarization to flexelectric response [69, 70]. Still others considered both
contributions implicitly but did not distinguish them [32, 41].

Two branches have emerged in the development of first-principles flexoelectricity theory:
charge-density response functions and current-density response functions. The first attempt at
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Figure 1.2: Schematic of atomic displacements for centrosymmetric diatomic lattice: (a) unde-
formed state; (b) homogeneous deformation; (c) inhomogeneous deformation.

a first-principles calculation of flexoelectric coefficients for bulk materials was carried out for
BaTiO3 and SrTiO3 by Hong [41], later they developed a general and unified first-principles the-
ory of piezoelectric and flexoelectric tensor with explicit consideration of electronic and ions
contributions [66]. Resta [40] developed a first-principles theory of flexoelectricity toward un-
derstanding the longitudinal electronic contribution to flexoelectricity in bulk crystals. Shortly
afterwards, Hong and Vanderbilt [66] extended this theory to general insulators and imple-
mented it to calculate FECs for a variety of materials, from elementary insulators to perovskites.
Stengel [42] formulated an alternative version of the first-principles theory of flexoelectricity
using density-functional perturbation theory (DFPT). Recently, leveraging electronic-structure
methods, they have uncovered two distinct electronic and one lattice-mediated contributions to
the flexoelectric response in 2D materials, both derived entirely from first principles [71]. Based
on the analytical long-wavelength extension of DFPT, Royo et al. [72] proposed a approach to
calculate the lattice-mediated contributions to the bulk flexoelectric tensor, and validated it on
the representative cubic crystals and the tetragonal low-temperature polymorph of SrTiOs.

1.1.3 Macroscopic and phenomenological theory

The macroscopic or phenomenological theory of the bulk flexoelectric effect in crystals is rooted
in the thermodynamics of a dielectric. It introduces a flexoelectric contribution into the total free
energy to explain the electric polarization induced by bending in non-piezoelectric materials
[34, 35]. The presentation will first adopt the LGD (Landau-Ginzburg-Devonshire) theory of
ferroelectric materials, exploring its applications in predicting and elucidating flexoelectric-
related behaviors across diverse systems. Following this, we will provide a concise summary of
the general continuum mechanics theory of flexoelectricity, originating from Mindlin’s seminal
work on the polarization gradient-strain coupling in elastic dielectrics.

Within the framework of the phenomenological thermodynamic theory for ferroelectrics
(LGD theory), the total free energy, including all the flexoelectric contribution, is expressed as:

1 1
W= / (ai PP+ a;jia PiPiPcPr — Bijia € PP+ Ebi jktF B+ 5 Cijki €€
(1.6)

1 1
—5& Ki;EiE; — BE; + Efijkl (P, j€r — Pi£kl.,j)> dQ
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where the second and fourth order a are the Landau-Devonshire coefficients. P, is polarization
Bijk is an electrostrictive tensor. b; ki 18 polarization gradient coupling tensor. c;jy; is elastic
stiffness tensor. & is the dielectric permittivity of the vacuum, and k;; is the background relative
dielectric permittivity tensor. f;jx is the flexoelectric coupling tensor. E; is the total electric
field. &;; is symmetric strain tensor. The energy related to flexoelectric contribution is obtained
as

fllexo = _fzjkl( €l — Pig j) (1.7

By the variation of the free energy 5 6W = 0 and some algebraic operations, we obtain the
relation of flexoelectric tensor and the ﬂexocouphng tensor as
1 -1
Uijig = E(aij — Bijpa€pq)” E0fijki (1.8)

The dynamic flexoelectric effect [34, 35], a distinct mechanism, showcases the influence of
flexoelectricity on the dynamic behaviors of a dielectric, and can be expressed as

P dyn 82uj
Hij on

(1.9

where /,ij.y " is the second-rank tensor of dynamic flexoelectric effect. u; and ¢ are displacement
and time, respectively. To consider all the interaction, the kinetic energy K is given as

p 8u, 8u, JP, JP; M, JP; du;
2 ot 9t Mo o Yot ot

where p is density of material. M;; is the dynamic flexoelectric tensor [73] and L;; is polarization
dynamics tensor. The Lagrangian of the ferroelectric can be written as

K= >dQ (1.10)

L’:/dt(W—K) (1.11)

Then the motion equation can be obtained by the Euler-Lagrange equation

d dL,  dL
—(5=)—=—=0 1.12
where g represents P; and u;. (-) is time derivative. Then the relation is obtained as
dyn 1 —1
Wi = E(ain — Binki€1)~ Mhnj (1.13)

The LGD theory of flexoelectricity can be used to explain and predict various phenomena
associated with flexoelectricity. In the LGD phenomenological framework, it has been demon-
strated that flexoelectric coupling significantly impacts various properties of nanoferroics [74].
Catalan et al. [75] and illustrated that the flexoelectric effect contributes to the smearing of the
dielectric constant near the Curie temperature and influences the thickness-dependent coercive
fields and remnant polarization. Additionally, surface stress and surface polarization have also
been incorporated into a theoretical flexoelectricity model for dielectrics [76].

The continuum theory of flexoelectricity is completed by incorporating higher-order and
nonlocal mechanical and electromechanical couplings into the internal energy, as well as defin-
ing governing equations and boundary conditions. The internal energy density U can be defined
as [77]

1 1 1 1
U= i iPiPj+ Ebijklpi, iPri + 5 Cijui€ij€n + fink[Piu ikt dijubi j€&a + > 8ijktmnti,jits mn
(1.14)
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where finkl and d; ji; are direct and converse flexoelectric tensor, respectively. g;jk;un represents
strain gradient tensor. The constitutive equations can be derived as

U oU U U
Tijk= 5> Gl”:_7[)i:_7 ij— 3~ 1.15
ik 8u,-,jk / 8e,~j 8E,~ Q / 8E,-’j ( )
where 0;; and E; are stress and electric field, respectively. While 7;; and Q;; can be regarded as
hyper-stress and hyper-electric-field. In a body occupying a volume V bounded by interface I,
and surrounded by an outer vacuum V', the equilibrium equations can be obtained by Toupin’s
variational principle [78] as

(61 = Tijic),j +bi =0 (1.16)
Eijj+E—¢;+E =0 (1.17)
—&0¢;+P;=0inV (1.18)
¢;=0inV’ (1.19)

where b; and E? are the external body force and electric field, respectively. —¢ ; is the Maxwell
macroscopic field. The boundary conditions on I are given by

ni(cij_fijk,k) =1 (1.20)
n,-E,-j:0 (121)
ni([[—€@.ill +Fii) = 0 (1.22)
where #; is the surface traction, n; is the normal unit vector of surface, and the symbol [[-]] de-

notes the field jump at the interfaces of V and V’. The equilibrium equations (1.16)-(1.19) with
the constitutive equations (1.15) and boundary conditions (1.20)-(1.22) complete the continuum
theory of flexoelectricity.

Continuum flexoelectricity theory has been extended to incorporate multiple physical and
chemical couplings. Liu [79] proposed a general energy formulation of continuum electro-
elasticity and magneto-electro-elasticity for various hard and soft functional materials. Gian-
nakopoulos [80] developed a dynamic magneto-flexo-electric theory for dielectric solids by
introducing a new theoretical framework which incorporates both gradients of electric polar-
ization and flexoelectricity due to strain gradients and also includes a weak coupling with the
magnetic field. Another approach involves developing the nonlinear theory of flexoelectricity
tailored for soft materials experiencing large deformations [81]. Additionally, endeavors have
been undertaken to investigate flexoelectric coupling in dynamic effect. Deng examined the out-
put power density and conversion efficiency of flexoelectric energy harvesters [15], and studied
the impact of the flexo-dynamic effects on nanoscale energy harvesters [82]. Baroudi [83] ana-
lyzed analytically the static and dynamic responses of nanobeam with different boundary condi-
tions. The surface and size effects were introduced to the dynamic response of flexoelectric sys-
tems [84, 85, 86]. Nguyen [87] investigated the influence of dynamic flexoelectric effect on the
natural frequency of both the Timoshenko and Euler-Bernoulli beams, where the flexo-dynamic
term and dynamic polarization were both considered. Other studies incorporating nonlinear
effects in dynamic response of flexoelectric systems can be found in [88, 89, 90, 91, 92].

1.1.4 Computational modeling of flexoelectricity

Modeling flexoelectricity involves solving the boundary value problem described in equations
(1.15)-(1.22) within the framework of phenomenological continuum theory. Several investiga-
tions have concentrated on addressing the fourth-order partial differential equations associated
with flexoelectricity in solids. These efforts include analytical models applied to simplified ge-
ometries [24, 76, 77, 93]. Based on beam and plate assumptions, extensive works have studied
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the static and dynamic behaviors on Euler-Bernoulli beams [15, 94, 95], Timoshenko beams
[87], Kirchhoff plates [96, 97]. Approximate solutions under restrictive assumptions may re-
sult in under- or over-estimation of the flexoelectric effect. Furthermore, flexoelectricity tends
to be more pronounced in complex geometries that promote strain gradients, where analytical
solutions are not available. As a consequence, various numerical approaches were developed to
solve the boundary value problems of flexoelectricity in general geometries.

As in strain gradient elasticity, the main difficulty is that the fourth-order nature of the
flexoelectric partial differential equation requires C! continuity in the approximation of the dis-
placement field. Abdollahi et al. [98] firstly employed the local maximum-entropy (LME)
meshfree method to solve this issue, allowing to interpret the flexoelectric responses in the can-
tilever bending and pyramid compression. In virtue of meshfree method, Abdollahi et al. also
explored the effect of flexoelectricity on mechanical and electromechanical properties in sev-
eral complex structures [60, 99]. However, due to LMS shape functions lack the Kronecker
delta property, it needs additional steps to impose Dirichlet boundary conditions. Therefore,
further research on flexoelectricity using meshfree methods is required. Alternatively, Mao et
al. [100] developed a mixed finite element formulation for both piezoelectric and flexoelec-
tric effects, which allows to use C°-continuous interpolation functions in finite element method
(FEM) instead of C!. The method was then utilized to flexoelectricty in 3D systems [101].
Nanthakumar et al. [102] employed a nine-noded quadrilateral element to solve the flexoelec-
tric PDEs and optimize the electromechanical coupling factor of flexoelectric structures. In
mixed FEM formulation, the mechanical degrees of freedom include both displacements and
relaxed displacement gradients, with kinematic constraints enforced through Lagrange multi-
pliers. The primary advantage of mixed finite element methods lies in their simplicity when im-
posing higher-order Dirichlet boundary conditions, facilitated by the inclusion of displacement
gradient degrees of freedom. Isogeometric analysis (IGA) [103] is robust and suitable approach
for flexoelectric-related problems, whose basis function fulfills the C'-continuity requirement,
as in [104, 105, 106, 107]. Moreover, Yvonnet and Liu [108] modeled flexoelectricity in soft
dielectrics with finite deformation, where the C! requirement is satisfied by Argyris triangular
elements.

Recently, due to the potential on inducing larger strain gradient, several studies have con-
centrated on tackling the complexities of nonlinear flexoelectric models undergoing large de-
formation. Yvonnet [108] proposed a numerical finite element framework aimed at modeling
and solving the response of nonlinear soft dielectrics, considering the effects of Maxwell stress
and flexoelectricity at finite strains. Tran Quoc Thai [105] presented an isogeometric approach
for flexoelectricity in soft dielectric materials subjected to finite deformations, taking into ac-
count Maxwell stresses on the surface between two different media. After then, a staggered
explicit-implicit isogeometric formulation based on large strain kinematics was proposed for
soft dielectrics [109]. Codony [110] developed equilibrium equations describing the flexoelec-
tric effect in soft dielectrics under large deformations based on isogeometric analysis. Deng
[111] delved into the impact of geometric nonlinearity on flexoelectricity in soft dielectrics
under large deformation by using a mixed finite element formulation.

1.2 Topology optimization

Broadly speaking, structural optimization encompasses three key components: topology op-
timization (TO), shape optimization and size optimization. Among these, TO is considered
the conceptual design phase in structural optimization, and is recognized as an important and
superior optimization approach but with more challenges. The primary objective of TO is to
determine the distribution of material within a specified domain without pre-existing knowledge
in order to achieve the best structural performance.
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The origin of topology optimization can be traced back to the pioneering work of Michell
in 1904 [112], where he established optimality criteria for the least weight design of truss struc-
tures based on a continuum description. Inspired by Michell’s theory, Prager and Rozvany
formulated the minimum-weight analytical solution of elastic and plastic grillages [113, 114].
Cheng and Olhof [115, 116] were pioneers in addressing the numerical structural optimiza-
tion of continuum structures, where they considered the stiffness optimization for solid elastic
plates, with the plate thickness as the design variable. However, the solid-void binary design for
structural optimization is known as being ill-posed, within the continuum framework. Kohn and
Strang [117] demonstrated that achieving optimal material distribution requires relaxing the de-
sign space. They utilized a continuous composite material description to replace the point-wise
material or void description traditionally represented in a single-scale discretized manner. This
continuous composite was characterized by unit cells based on homogenization theory. Follow-
ing this, Bendsge and Kikuchi [118] extended the problem to optimize the sizes and orientations
of porous microstructures, which formulated the computational framework for homogenization-
based topology optimization of continuum structures. Since then, TO has attracted a growing
attention among researches from academic studies to engineering applications.

TO approaches can be broadly categorized into two families: density-based methods (DBM)
and boundary-based methods (BBM). Density-based methods encompass the Solid Isotropic
Material with Penalization (SIMP) method [21, 22, 23] and the Evolutionary Structural Opti-
mization (ESO) method [119]. On the other hand, boundary-based methods include the Level-
set method (LSM) [120, 121], the phase field method [122], and the recently introduced Mov-
ing Morphable Components/Voids (MMC/V) method [123, 124]. Several review papers have
delved into specific TO methods, such as SIMP [125], ESO [126, 127], and LSM [128]. A
critical review comparison on various methods, with advantages and drawbacks, can be found
in [129]. A survey on the applications of TO to a broad variety of problems including me-
chanical and thermal loads of structures, fluid flow, dynamics, acoustics and biomechanics can
be referred to [130]. A comprehensive review of educational articles on structural optimiza-
tion is provided in [131]. In addition to structures, TO can also be employed in architected
and multifunctional materials design via combining with multi-scale method [132, 133, 134].
More recently, the development of TO toward additive manufacturing provides an advanced
integrated design and manufacturing technique for innovative and high-performance structures,
which presents a wide prospect in industrial application [135].

1.2.1 Density-based methods

Due to the numerical difficulties introduced by the homogenization approach in earlier efforts
to optimize structural topology, the SIMP method or power-law approach as a robust alternative
was suggested [ 136, 137]. In this framework, the material distribution in the discretized domain
Q is represented by a scalar field i.e. relative density p; per element or node. The solid is
represented by p; = 1, while void p; = 0. The local material properties are interpolated with
respect to the local density in a continuous manner, using penalty exponents to enforce local
densities to converge to values close to 0 (void) or 1 (solid), e.g.

E(p.) = pFEy (1.23)

where p is the penalization parameter and Ej is the Young’s modulus of solid phase. The opti-
mization problem with p = 1 corresponds to the "variable-thickness-sheet" problem. However,
when p > 1, it penalizes intermediate thicknesses or densities, favoring 0-1 solutions. If the
value of p is too low or too high, it results in either excessive grey scale or rapid convergence
to local minima. While p = 3 has been proven to exhibit good convergence towards nearly 0-1
solutions in most cases [23]. In the case of complex multiphysics and multimaterial problems,
one can choose suitable penalization factors by considering theoretical material bounds [138].
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A general mathematical model of topology optimization can be described as follows: find the
material distribution p that minimizes the objective c, i.e.

Min: ¢(U(p),p)
S.t.: COZpr(CII)dV—V()SO, x e
: C;=KU-F=0 (1.24)
Ci(U(p),p) <0, j=2,...M
0<pi<1, i=1,2,...N

where the objective function ¢(U(p), p), for example, can be the strain energy ¢ = UT KU for
the classic compliance optimization problem. KU =F is the discrete system of the specific
mechanical or physical state equations by the Finite Element Method. Vj is the remaining
material volume. In (1.24), it comprises M + 1 constraints, allowing for the incorporation of
additional design criteria to enhance the alignment of the optimization problem with practical
requirements.

(© (d)

Figure 1.3: Illustration of checkerboard and mesh-dependence in an example of half-MBB: (a)
optimized structure with checkerboard, discretized by 20 x 60 elements ; (b) optimized struc-
ture by density filter with filtering radius r,,, discretized by 40 x 120 elements; (c) optimized
structure by density filter with r,,;,, discretized by 80 x 240 elements; (d) optimized structure
by density filter with 1/2r,;,, discretized by 80 x 240 elements

Optimized solutions in the SIMP method are well-known to exhibit numerical artifacts
(shown in Fig. 1.3), such as checkerboards, mesh dependency and zig-zag boundary, attributed
to the strong reliance on finite element discretization (more details refer to [139]). To ensure
well-posed and mesh-independent solutions, one needs to introduce restriction. Restriction
methods for SIMP problems were divide into sensitivity and density filters. The sensitivity or
density filter defines the physical element sensitivity or density as a weighted average of their
neighbors within a circle in 2D or sphere in 3D with specified radius r,;y,.

Je  LienWibizy
i PiLjen, Wi
LjeN, WiPj
PeXjen,; Wi

(1.25)

pi = (1.26)
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where N, ; is the neighbors set of element i within the filter domain. w; is the weight defined as
Wj = Fmin — |2; — 2 j|, wherein |x; — x| is Euclidean distances of two elements. An alternative
to density filter in (1.26) is Helmholtz type partial differential equation [140] defined as

_PAp+p=p (1.27)

where r is a length parameter that can be related to the radius r,,;,. The optimized structures
with the density filter are shown in Fig. 1.3(b)-(d), where the checkerboard pattern is no longer
present. However, it’s important to note that the use of filters introduces a grey zone between
solid and void regions. To address the grey-scale issue related to the discussed filtering strate-
gies, projection schemes, such as various Heaviside projections in (1.28), have been introduced.
Interested readers are referred to the paper [141].

_ tanh(1n9) + tanh B(p; — 1)
tanh(f310) + tanh (1 — o)

where 1) is the threshold value to transfer the intermediate density to 1 or 0, while 3 controls the
slope of the smooth Heaviside function. The impact of these two parameters can be intuitively
seen in Fig. 1.4. The sensitivity of the compliance in (1.24) with respect to the original design
variables is computed by the chain rules as

dc o dc 85] 8;3]
dp;j 9p;Ip;Ip;

(1.28)

u
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Figure 1.4: Heaviside projection with different thresholds

To resolve the optimization problem in (1.24), its Lagrangian equation is formulated as
L=c+Co+A,Cj, j=1,.M (1.30)

where A are Lagrangian multipliers. For all density-based approaches, a common characteristic
is their representation of smooth and differentiable problems, allowing for efficient solutions
using well-established and gradient-based optimization techniques. For simplicity, we only
consider the compliance with a volume fraction constraint, and give a heuristic updating scheme

for the design variables based on standard Optimality Criteria method [112, 142, 143],
max(ppin, p; " — m), if p"' BT < max(pin, p." — m)

P,-(HH) = pi(n)Bln, if max(pmin,pi(") —m) < pi(n)B? < min(l,pi(n) +m)

min(1, p," +m), if p\"'B] > min(1,p" +m)

(1.31)
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where m is a positive move-limit, 17(= 0.5) is a numerical damping coefficient and the optimal-
ity condition B; is written as

_Jdc
L Jp;
1

)
A()api

(1.32)

Optimality Criteria method is easy and efficient optimizer to solve the single-constraint prob-
lem, but may not be suitable for those with multiple constraints. As an alternative, the Method of
Moving Asymptotes (MMA) [144] is effective in tackling multi-constraint optimization prob-
lems.

1.2.2 Level-set method

Level set method (LSM), initially introduced by Osher and Sethian [145] to address moving
interface problems, have since been well-developed and extensively applied across a wide range
of research areas. In Level-set-based topology optimization (LSM-TO) [120, 121], the structure
undergoing optimization is implicitly represented by a dynamic boundary embedded in a scalar
function known as the higher-dimension level set function y, where the zero-level set denotes
the structural boundaries. The movement of the design boundaries driven by a relevant speed
function of the embedding space can be tracked to capture changes in the shape and topology
of the structure. The void phase is depicted by the negative level set, while positive values
represent solids within the design domain, i.e. (1.33). Consequently, the level-set model can be
referred to as an implicit boundary representation model.
0, if y(x) <O0forVeeQ
p_{1, i y() > 0 for Var € Q. (1.33)

A surface defined by a level-set model can be regarded as an iso-surface embedded in 3D,
and the dynamic model to process structural optimization can be given as a time-varying level
set function, i.e

S={x(t): y(x(t),t) =a} (1.34)
where a is 1so-value. Differentiating (1.34), the Hamilton-Jacobi equation can be obtained as

dy(x,1)

WL | Ty(a,) ST =0 (1.35)

dr

The v = %—ff denotes the speed function, which can be chosen as the shape derivative of the
augmented Lagrange multiplier formulations for the optimization with constraints [120, 146].

LSM-TO defines precisely the geometry and topology of the structure via a solid-void in-
terface throughout the optimization process. However, these direct methods have limitations as
algorithms are unable to create new holes in the level set function away from free boundaries,
typically outside a design domain. Resulting solutions are highly dependent on the initial state
of the design problem, as noted in previous studies [147, 148]. Additionally, conventional level-
set methods explicitly solve the Hamilton-Jacobi partial differential equation (PDE) to control
structural boundaries, leading to time step restrictions and the need for frequent reinitialization
of level set functions. To overcome these challenges, various alternative formulations have been
suggested [149, 150, 151, 152, 153], with the notable advantage that many of them can handle
the emergence of new holes without relying on a topological derivative.
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1.2.3 Other types

In addition to the methods detailed previously, many other efficient topology optimization
methods have been also developed. Xie and Steven [119] introduced the evolutionary struc-
tural optimization approach, evolving from initial unidirectional "hard-kill" strategies (remov-
ing elements with the lowest sensitivity of compliance) to more flexible bi-directional schemes
[126, 154] where the removed elements can be reintroduced if considered rewarding. While
this method may appear to involve discrete 0-1 design, it actually utilizes gradients derived
from continuous variable assumptions in conjunction with discrete design changes or sharp
projections. In phase field-based TO [122, 155, 156], the optimal design can be updated by
the steady state of the phase transition described by the generalized Cahn-Hilliard equation.
All the previously mentioned methods that depend on finite elements describe structural topol-
ogy to some extent based on elements or nodes, including LSM-TO and phase field-based TO.
In contrast, Moving Morphable Components-based Topology Optimization (MMC) [123, 124]
achieves structural topology optimization by optimizing geometric characteristic parameters of
the pre-existing morphable components, such as the shape, length, thickness, and orientation as
well as the layout (connectivity). Importantly, MMC enables components to overlap, facilitating
the change and optimization of the structural layout. To handle mesh capable of representing
smooth and precise boundaries, researchers have employed diverse generalized and adaptive
finite element schemes in conjunction with level set methods, such as the extended finite el-
ement method (XFEM) [157, 158], local remeshing schemes [159] and isogeometric analysis
[160, 161].

While gradient-based topology optimization techniques have witnessed successful advance-
ments, there is a consistent presence of papers advocating optimization approaches grounded in
non-gradient topology optimization approaches, including Genetic Algorithms, Ant Colonies,
Particle Swarms, and others [162]. In recent years, there has been a significant emphasis on in-
tegrating machine learning/deep learning with topology optimization [163]. In these methods,
the update of the design variables (pseudo-density) in the conventional topology optimization
method is transformed into the update of the parameters of various neural networks.

1.3 Topology optimization in flexoelectric structures

More recently, topology optimization has emerged as a promising method for improving the ap-
parent flexoelectricity and Electromechanical Coupling Factors in piezoelectric and flexoelec-
tric structures. Several works have been dedicated to the optimization of structures and meta-
materials with flexoelectricity and piezoelectricity. At structure level, Ghasemi et al. [104, 164]
proposed an optimization design methodology for piezoelectric/flexoelectric materials, employ-
ing IsoGeometric Analysis (IGA) and the level-set topology optimization approach, and suc-
cessfully applied it to the multi-material design of flexoelectric composites. Nanthakumar [102]
et al. have developed a level-set based topology optimization to maximize the electromechani-
cal coupling factor of flexoelectric nanostructures, by solving the flexoelectric PDEs through a
mixed finite element formulation. Lopez [165] et al. developed a shape and topology optimiza-
tion method based on an isogeometric phase field to improve the effective electromechanical
coupling factor of flexoelectric structures. Zhang [166] et al proposed an explicit topology op-
timization to improve the electromechanical coupling factors and effective electric polarization
of flexoelectric nanostructures, using the Moving Morphable Void and IGA-based approach.
At microstructure level, Chen [167, 168] et al. have developed a topology optimization frame-
work aimed at designing periodic composites comprising piezoelectric constituents, resulting
in an increase in direct and converse flexoelectric constants, where a Representative Volume
Element (RVE)-based computational homogenization was employed to estimate the effective
flexoelectric properties. Greco [169] proposed a computational framework to perform topol-
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ogy optimization of the representative volume element of flexoelectric metamaterials by using
a Cartesian B-spline method. The topology optimization of nonlinear flexoelectric structures is
now beginning to emerge. Zhuang [170] developed a topology optimization procedure to design
optimal layouts of nonlinear geometric flexoelectric structures undergoing large displacement.
Ortigosa [171] introduced an topology optimization approach for designing flexoelectric energy
harvesters at finite strains.

The utilization of flexoelectric effects is linked to the generation of significant strain gradi-
ents in dielectric materials, relying on two fundamental characteristics: the scaling effect and
the symmetry-breaking effect. The flexoelectric effect becomes increasingly prominent at mi-
croscale level, attributed to the strain gradient effect becomes more profound as the material
dimensions shrink to micro- and nano-levels. The symmetry-breaking nature of the flexoelec-
tricity has brought more phenomena or physical properties beyond electromechanical applica-
tions, such as pyroelectricity [172] and bulk photovoltaic effect [173], triggered by a controlled
graded field in the system. The universality and outstanding scaling effect of the flexoelec-
tric effect made it a desirable property for advanced nano/micro-electromechanical systems
(N/MEMS).

Exploiting flexoelectric effects at the microscale enables us to design new flexoelectric
structures. Flexoelectric structures are often made from one single material but with specially
designed shape from which substantial gradients can be generated. There are many interesting
designs of flexoelectric structures include the multilayered cantilevers [174, 175], circular rings
[176, 177], truncated pyramid cantilever [178] and architected structures [179, 180, 181, 182].
At the macroscopic length scale, it is usually difficult to create large strain gradients within a
rigid solid. However, substantial mechanical deformation can be generated through the flexible
material or soft dielectrics. The flexible electronic devices integrate the flexoelectric material
with a soft matrix to realize large electromechanical responses for energy harvesting and con-
verting [183, 184, 185].

In the realm of flexoelectric composites, researches have concentrated on developing piezo-
electric composites using non-piezoelectric materials, driven by earlier work [24, 25]. Tra-
ditional piezoelectric composites usually include lead-containing PZT for higher permittivity
[16]. Piezoelectric responses, achieved in these composites made of purely flexoelectric mate-
rials, can be comparable to common single-phase piezoelectrics. Non-piezoelectric flexoelec-
tric materials can serve as low-cost, lead-free alternatives to traditional piezoelectric materials,
thereby promoting the sustainability of electromechanical applications.

In this thesis, to fully exploit the potential of flexoelectric properties, we focus on design-
ing high-performance flexoelectric composites and enhancing the electromechanical coupling
efficiency of flexoelectric structures. The presented framework involves the following new
contributions: (1) we develop a homogeneous direct/converse flexoelectric-piezoelectric model
for microstructures consisting of heterogeneous piezoelectric constitutive phases, which en-
ables the prediction of effective direct and converse flexoelectric coefficients for piezoelectric
composites; (2) a C'-continuous one/multi-patch Isogeometric Analysis framework for the dy-
namic frequency response of flexoelectric structures with complex geometries has been pro-
posed, where the inertial effect of deformation gradients is included; (3) a homogeneous topol-
ogy optimization framework is proposed for designing microstructures containing two-phase
materials to maximize the effective direct and inverse flexoelectric properties of piezoelectric
composites; (4) a multiscale topology optimization method for designing flexoelectric metama-
terials made of non-piezoelectric materials and electromechanical energy harvesting systems is
proposed to efficiently convert mechanical vibrations into electrical energy; (5) we propose a
nonlinear topology optimization framework for flexoelectric soft dielectrics at finite strain to
fully leverage the interplay between size effect and large deformation, thereby increasing the
electromechanical coupling factors of the structures.
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Apparent direct and converse
flexoelectricity of heterogeneous
piezoelectric composites

Recent research has brought attention to how flexoelectricity can mimic piezoelectricity. In
this chapter, we explore the potential of leveraging piezoelectric materials to generate a sig-
nificantly enhanced flexoelectric response. We investigate the use of architectured materials
comprising diverse piezoelectric phases with the goal of achieving a substantial emergent flex-
oelectric effect, potentially surpassing the inherent flexoelectricity of the materials. Currently, a
computational homogenization framework for effective flexoelectric materials is lacking. Such
a framework is essential for examining and optimizing the applications mentioned above with-
out the necessity of solving the full heterogeneous structure.

We begin by introducing the fundamental concepts of computational homogenization, tak-
ing the elastic problem as an illustrative example. With the computational homogenization
framework, we then establish the effective behavior over a Mindlin strain gradient medium that
is augmented with energetic terms related to the electromechanical coupling characteristic of
direct and converse flexoelectricity. A finite element procedure is then developed to calculate
the various related homogeneous tensors within a Representative Volume Element (RVE), en-
compassing the fourth-order direct and converse flexoelectric tensor and all other higher order
electromechanical coupling terms. By creating a heterogeneity through asymmetric geometric
inclusions and multiple constitutive materials, the direct and converse flexoelectric responses
can be tuned to much higher than the constituents.

This chapter is adapted from the published articles [167, 168, 179].

2.1 Fundamental concepts of computational homogenization

In this section, the fundamental principles of computational homogenization within the frame-
work of linear elasticity are presented: the establishment of the effective elastic modulus for
a heterogeneous medium under steady-state conditions. The notion of Representative Volume
Element (RVE) is introduced. To illustrate, we examine the comparatively straightforward sce-
nario of linear elasticity in order to demonstrate the process of defining effective properties.

An RVE is the minimal material volume which must include a large number of the com-
posite microheterogeneities (grains, inclusions, etc), in order to be representative enough for
determining the effective properties of the homogenized macroscopic model [186] (schemati-
cally in Fig. 2.1). Nevertheless, it should be notably smaller than the macroscopic structural
dimensions, such that the scale separation is enabled. The effective properties are determined
by spatially averaging the associated internal fields over an RVE, wherein the internal fields are
acquired by solving a series of boundary value problems with test loadings [187].

20
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Figure 2.1: (a) Heterogeneous material; (b) Representative Volume Element; (c) Inclusions.

2.1.1 Linear elasticity problem

We consider a volume element Q € R? (d = 2,3) made of heterogeneous material, with a
boundary dQ2. We assume that the homogeneous strain € across the entire body generates a
homogeneous stress referred to as &, then the homogenized (or effective) constitutive equations
establish the relationship between € and &. o and € are respectively the local stress and strain
fields within a volume element. The local strain field is assumed to be the superposition of a
macroscopic strain € and of a microscopic fluctuation €:

e(x) =e+€&(x), Ve € Q (2.1)

Taking spatial average of (2.1), we have

N B
(e(x)) =& + (&(2)) :€+§/Qs(93)d§2
_= ﬁ /Q (Vi(z) + V7 ii(z))d (2.2)

where () = é Jo -dQ. @ is a periodic fluctuating displacement. Thus, the spatial average of # is
zero, i.e. (e(x)) =€.

There are three types of boundary conditions imposed on d< to estimate the homogeneous
properties of RVE and for which the Hill condition is satisfied [188].

(1) Kinematic Uniform Boundary Conditions (KUBC): the displacement u(x) is prescribed at
point & € dQ, such that:

u(x)=¢-x, Vo € 0Q (2.3)

(2) Static Uniform Boundary Conditions (SUBC): the traction is imposed at the boundary,

o(x) n=o -n,VrecdQ (2.4)

(3) Periodic Boundary Conditions (PBC): the displacement u(x) over dQ takes the form,

u(x)=¢-xz+i, Ve € dQ (2.5)

where 1 is the periodic fluctuating displacement.
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2.1.2 Average strain and average stress theorems

For simplification, we consider two-phase RVE as shown in Fig. 2.1, defined in a domain
Q =QUQ, . The following procedure can be extended to N-phase heterogeneous body. The
average stain theorem is obtained by the spatial average of local strain field [189], and can be
derived by using divergence theorem and (2.3):

(e()) :i /Q (Vu(z) + VT u(z))dQ

:i { /Q | (Vu(z) + VTu(x))dQ +

1
=— u®n+n®u dF+/ u@n+nu)dl
2Q {/391( ) 392( ) }

(Vu(z) + VTu(:B))dQ}
Q)

1
= u@n+neu)dl + u'®@n+neu!)dl
2Q {/ag( ) anan< )

—/ (> @n+n®u?)dl’}
901N
:i{/ag(u®n+n®u)dlﬁL 8910892<Hu]]®n+n®[[umdr}

=E{A<V(E-w)+vT(?-w)>dQ+ ([[u]]®n+n®[[u]])dr}

0Q1N0Q,

=t+55 aglmagz([[u]] @n+n® [[u]])dl (2.6)

where [[u]] describes the displacement jump at the interfaces of Q; and ;. Only if the interface
of the material is perfectly bonded, we have

£= (e(z)) = ﬁ/m(u@nﬂ@u)dr @.7)

Again we consider a body with SUBC traction t = & -n. We give the identity as (f, body
force):

Vi(owz)=(V-o)@x+0-Vr=—fx+o (2.8)

Substituting (2.8) into the definition of the average stress, we obtain
1
(o) = —/ (V-(cox)+toz}d
QJo

1 1
=— o -ndF+—/f®wdQ
Q/ag( ) QJo

1 1
= — oRx ~ndF+—/f®a)dQ
Q 89( ) QJo

1 1
=— [ V. (o dQ+— | f dQ
Q/Q () +Q/Q R

1
—T+— / £ 2dQ (2.9)
QJo

In the case of no body force, f = 0, then

1

= — o®ax) -ndl’ 2.10
0 ag( ) (2.10)

o= (o)
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2.1.3 Hill-Mandel Energy Condition

The Hill-Mandel lemma plays a fundamental role in determining the effective properties of
heterogeneous materials. It states that the spatial average of the microscopic (virtual) internal
work equals the macroscopic (virtual) internal force work:

(od:e)=07:¢ (2.11)

To prove (2.11), we consider a body with perfectly bonded interfaces among the microscopic
constituents and no body force V- o = 0. Multiplying the traction o - n by the displacement
vector u and integrating over boundary dQ, we have

/ u-a~ndF:/V(u-a)dQ:/Vu:adQ:/e:adQ (2.12)
aQ Q Q Q

Introducing boundary conditions (2.3), then

/ u-0'~ndF:/ Em'a«ndl“:/V(E':va)dQ
o0 o0 Q

:/V(E-w):adQ:E:/adQ:E:E-Q (2.13)
Q Q
From (2.12) and (2.13), we finally obtain

E:Ezé/ﬂa’:&dﬁz(o’:@ (2.14)

2.1.4 Effective elastic tensor

(1) Strain approach

We assume the fourth-order elastic tensor C () is constant within each phase of the hetero-
geneous body. The local problem where the RVE is subjected to a homogeneous strain field is
defined as

V.oo(x)=0,VrecQ (2.15)
o(x)=C(z):e(u(x)) (2.16)

The homogeneous strain € imposed on the RVE boundary can be considered as a thermal strain
and can be decomposed into elementary strain states [190]:

P |
Er = 8,']'113, I;{{ = 5(5,-/(5j1 + 6,'15jk) 2.17)

where §;; is the Kronecker delta. The solution u can be expanded using the superposition
principle as a linear combination the homogeneous strain tensor as

g = B (2.18)
then
e(u) = (&) = e(u”)g;; (2.19)

Substituting (2.19) into (2.16) and taking the space averaging, we obtain the macroscopic con-
stitutive relationship as

(o(x)) =(C(z):e(u’)): € (2.20)
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then we have:
Ciju = <Ciqu€pq(ukl)> 2.21)

An alternative definition of C* can be obtained from Hill-Mandel energy condition. By
using (2.19), it’s derived as

c:g=e:C :g (2.22)
(o:e)y==¢: <s(uij) :C: e(uk1)> ) (2.23)
C = <s(uij) :C: s(uk1)> (2.24)

(2) Stress approach

The local problem defined in (2.15)-(2.16) can be imposed a homogeneous stress filed on
the boundary. Then the solution can be expressed by a linear combination of the macroscopic
stress components as:

6ij(z) = of} (x)Gu (2.25)
In term of (2.16), we have
elx)=Cl:o(x):7 (2.26)

and taking the spatial average over €2, considering the macroscopic stress-strain constitutive
law, we obtain

— -1
Cri = (Cin0t! (@) 2.27)

Similarly to the strain approach, an alternative definition of C° can be obtained from the
Hill-Mandel lemma as

—c -1
Cpqrs = <Gi[;q(cljlll Gkrls(w)> (2.28)

2.2 Micro scale problem of flexoelectricity

In this section, we present an extension of the previous homogenization scheme to electrome-
chanical media with strain gradients, including the effects of electric field gradients (converse
flexoelectric behavior).

2.2.1 Local problem on the RVE

We consider a periodic composite (see Fig. 2.2(a)) assumed to be characterized by a Repre-
sentative Volume Element (RVE) (see Fig. 2.2(c)). The RVE is defined in a domain Q € R4
whose external boundary is denoted by dQ. The characteristic size of the RVE is £. The RVE is
assumed to be subjected to four homogeneous fields: a strain €, a strain gradient Ve, an electric
field E and an electric field gradient VE, which are prescribed through boundary conditions.
The different phases of the RVE are assumed to be linear piezoelectric and characterized by an
elastic tensor C*, a dielectric tensor o and a piezoelectric tensor £ k k= L,...,Np, with N, the
number of phases.

The energy density function (electrical enthalpy density) of a piezoelectric material is de-
fined by:

W= %s(x) L C(x) : e(x) — E(x)- E(x) : e(x) — %E(x) o (x) - E(x) (2.29)
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Figure 2.2: (a) Periodic heterogeneous structure; (b) Equivalent piezo-flexoelectric homoge-
neous structure; (¢) RVE model.

where C is the fourth-order elastic tensor, o is the second-order dielectric tensor, £ is the third-
order piezoelectric tensor and x denotes coordinates. Then the Cauchy stress o and the electric
displacement d are defined by:

o(x)= aa—vsv =C(x):e(x) —€(x)-E(x) (2.30)
d(x) = _aa_V];/ =E&(x) :e(x) + a(x)-E(x) (2.31)

A displacement quadratic boundary condition (QBC) has been introduced to prescribe an
effective strain and strain gradient [191]:

u(x) =2-x+ EQ IX®X+1U(X) on IQ (2.32)

where G is the macroscopic second gradient of displacements and the symbol [J represents
homogeneous field,

azui

Gijk =

and 1(x) is either zero or periodic on dQ.
The effective electric field can be computed by prescribing the following electric potential
quadratic boundary conditions over the RVE:

(])(X):—E_Lx—%V_E:x@X—kq;(x) on dQ (2.34)

where ¢ (x) is either zero or a periodic fluctuation on 9Q.
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The electric field vector E}, the strain tensor &;; and strain-gradient tensor V¢; ;. are defined
as

d
E— _a_j’_ (2.35)
J
1, du; Odu;
=50 ) 0
J 4
degij 1 [ du du;j
Ve = =2 == : / 2.37
ik 8xk 2 (8xjxk + &x,-xk> ( )
The strain gradient differs from the second gradient of displacement, their relation can be
derived as:
1 &ui du; 1
Veing, = — [ —— I ) == (G:: . 2.38
(ij)k ) (axjxk + axixk> 7 (gljk + g]lk) ( )

82u,~
gi(jk) N 8xj8xk
1 azui 82ul~ (921/! i (9214 j azuk 82uk
== + +———L+ —
2 o'?xjé?xk ax]'axk 8x,-8xk 8x,-8xk 8x,-8xj 8x,~8xj
1 ( azu,’ 82uj ) 1 ( 82u,- 82uk ) 1 ( 82uj 82uk )
== + + = + — = +
2 \dxjdx;  Ix;dxi 2 \dxpdxj  Ixiodx; 2 \dxidx;  dxjox;

= Vgijk + Vgikj — ngki (2.39)

where the notation (--) on the subscript of Ve and Gy jy stands for the minor symmetries. In
this chapter, the theoretical derivation are demonstrated in strain gradient elasticity, whereas the
boundary conditions needed for the homogenization scheme are more natural in formulation for
second gradient of displacements. The macroscopic second gradient of displacements can be
expressed as a function of the homogeneous strain gradient tensor Ve:

Q,-jk = VS,‘jk + Vgikj — ngki (2.40)

One obvious issue with conditions (2.32) and (2.34) arise when considering a homogeneous
RVE characterized by a elastic, piezoelectric and dielectric tensors C!, &' and a'. In that case,
and fore =0 and E =0, it is expected that the electric field and local strain solutions within the
RVE should be equal to:

e(x)=Ve-x, ¥x€Q. (2.41)
E(x) =VE x, Vx€ Q. (2.42)

However generally (2.41) and (2.42) is not a statically admissible solution for boundary
conditions (2.32) and (2.34) since:

V-(CI:[V_ex]—EI-[V_EXD#O (2.43)
and

v.(gl; [v—sx} tal [ﬁx}) £0. (2.44)
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The inequalities (2.43)-(2.44) hold because in the present work Ve and VE can be chosen
arbitrarily. Therefore, as observed in [192, 193], fluctuations remain even when the local con-
tinuum is homogeneous, leading to persistent non-physical gradient effects. Indeed, when the
local medium is Cauchy homogeneous, there is no dependence on an internal length and the
overall medium cannot be of generalized type. To cure this problem, and following the anal-
ysis conducted in [194, 195], we propose to prescribe body forces in addition to QBC (2.32)
and (2.34) to enforce a constant strain gradient and electric-field gradient within the RVE when
the material is homogeneous. The new localization problem involves solving the equilibrium
equation:

V.o(x) =f(Ve,VE) ¥x € Q, (2.45)
and

V.d(x) =r(Ve,VE) Vx € Q, (2.46)
where

f(Ve,VE) = V. ((CO(X) : (Ve -x) — £%(x) - (VE - x)) (2.47)
and

r(Ve,VE) = V. (50(x) . (Ve -x) + a®(x) - (VE- x)> . (2.48)

In the definition of f and r, C°(x), £%(x) and a(x) are arbitrary elastic, piezoelectric and
dielectric tensor fields which have to be specified. At this point, and without loss of generality,
we assume a two-phase composite whose elastic properties are described by C! and C?, and
where piezoelectric properties are defined by £' and £2, and the dielectric properties are defined
by a? and a'; in which the phase 1 has the highest volume fraction. The RVE is piezoelectric-
homogeneous if either (a) the volume fraction of phase 2 goes to zero, i.e. f ' 1, or (b)
if the contrast between phase properties goes to one, i.e. [|[C?|| — ||C||, ||€?|| — ||€Y]| and
||| — ||e||. For each of these three conditions, the tensors C°(x), £(x) and a®(x) should
satisfy:

1
1
C%(x) — C! if{ fr=1 (2.49)
®) or [C2] |||
and
1
1
9(x) = &! if{ f=1 (2.50)
x) or [1€2]] = [1€"].
and
1
0 1 f _>17
a’'(x) > o if (2.51)
(x) { or 2] = [l

Several choices are possible to respect conditions (2.49)-(2.51), such as (among others):
pointwise body force correction, C°(x) = C(x), £%(x) = £(x), a’(x) = a(x), effective body
force correction, C°(x) = C and £°(x) = € and a’(x) = @, or null body force (standard QBC)
COx) = 0, £%x) = O and a’(x) = O. These different choices have been compared in the
elastic case in [195], and there is still no definitive answer to the best choice. The standard
solution is simple but induces the mentioned spurious strain gradient effects in the case of
homogeneous domains, as discussed in [195]. The effective body forces solution is consistent
with asymptotic analysis [194] and removes these spurious effects but induces divergence of
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effective properties in case of infinite contrasts of properties between phases. A more detailed
discussion can be found in [195]. In spite of these remaining issues, we adopt the effective
body forces solution in the present work. Then, defining C° = C, £° = € and a® = & (defined
respectively by Egs. (2.86), (2.87) and (2.88) ) and introducing them in (2.47) and (2.48), we
obtain the local problem as:

V.o(x) =f(Ve,VE), x € Q (2.52)

V-d(x) =r(Ve,VE), x € Q (2.53)
where

fi =C)y Ve — EVEy, (2.54)

r=_EyVei+ o VE (2.55)

2.2.2 Finite element discretization of local RVE equation

In the following, we present the Finite Element discretization for localization problem defined
in (2.52)-(2.53). The 2D plane strain condition is considered.

The weak form associated with the coupled problem (2.52)-(2.53)-(2.32)-(2.34) is to find
uc{u=1u"ondQue H(Q)} and ¢ € {¢p = ¢* on IQy,¢ € H'(Q)} such that [179]

/Qdk’kS(PidQ: —/Q{?ijkv_eijkxk+akjﬁjkxk}5¢i,,~dﬂ (2.56)
/G,-]-7j5u,-dQ:/{E,-jle_ekljxj—z,-jkﬁijj}sij(Su,-)dQ (257)
Q Q

for all u € {Su=0o0n dQ,,5uc H'(Q)} and §¢ € {5 =0 0n 9Qy,5¢ € H'(Q)}. Sub-
stituting Eq. (2.30) and (2.31) into Eq. (2.56) and (2.57) yields:

/Q(gijkgij(ui) + OtkjEj(¢))6¢)i7,’dQ = — /Q{?,-jkv_e,-jkxk +§kjﬁjkxk}6¢),-7,-d9 (2.58)
/Q(Cijklgkl(uk) — gijkEk(¢))£ij(6ui)dQ = /Q{éijklv_gkljx]' —?ijkﬁijj}eij(Bu,-)dQ
(2.59)

We adopt the same finite element discretization for the approximation of the displacement
field u and of the electric field ¢p. Using 8-node element, the two finite element approximate
field (u”, @) can be expressed as:

v (x) = Ny (x)ue; ¢ (x) = Ny (x) e (2.60)

Su"(x) = N, (x)u,; 86" (x) = Ny (x)5¢be (2.61)
and their derivatives as,

Vi (x) = B, (x)u;; Vo' (x) =By (x); (2.62)

Vu'(x) = B,(x)du;; V8" (x) = By (x)5¢; (2.63)

By and B, are the matrices containing the gradient of the corresponding basis functions Ny
and N, which are given by

Nt .. N g ...
INL .. 9N dx dx oN

By = & a‘?{fn ,B,=0 - 0 8_yl ay" (2.64)
dy dy IN; ON, OJN; ON,

dy 9y ox 7 Tox
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By substituting the above discrete approximation in Eq. (2.58) and (2.59), we obtain the
linear system of coupling equations:

EaiMEE]
with

Koy = /Q (By)" [a]BydQ, (2.66)

Koy = — /Q (By)" [€]B.dQ, (2.67)

Ko = [ (B.)[CB,d2, (2.68)

Fo = [ (Bo)" (€]l + @[]} ac, 2.69)

Fu= [ (B)7{(Clfm) - )" [x]}de (2.70
where,

Emm +E112x2
] = | Vexnixi+ Vemx, (2.71)
Vex + Vernx

and

ﬁllxl +ﬁ12)€2

_= _— 2.72
VE>1x1 + VE»x> ( )

K] =

2.3 Effective piezo-flexoelectric model

2.3.1 Macroscopic model

We define the total energy density W for an electromechanical system where all couplings
between strains €, electric field E, strain gradient V€ and electric field gradient VE are taken
into account:

1= _ _ 1 —— = —_
w :E(Cl'jk[gijgkl - EaijEiEj —EijkEi€ i

1 _ o
+ 5 Gijitmn V€V i + Fijra EiVE jra + Wi jimEiV
1
—TijkEiVE jk — K;ju€ijVEw — ELijleEijVEkl — M jrim VE iV €kim (2.73)

In Eq. (2.73), C, o and & denote the effective fourth-order elastic, second-order dielectric
and third-order piezoelectric tensors, respectively. The term [F denotes the effective fourth-order
flexoelectric tensor, while Ml and G correspond to higher-order strain gradient elastic tensors
(see e.g. [195]). The term K is the so-called converse flexoelectric tensor. Here, we emphasize
that F and K are considered independent tensors, meaning the relation K;jx; = F jx;; does not
hold strictly.

We note that there are several new coupling tensors in the above energy density expression,
whose interpretation is as follows: T denotes the relation between an additional polarization
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(electric field) and an electric field gradient; L denotes the relation between a polarization gra-
dient (or electric field gradient) and an electric field gradient and H denotes the relation between
a polarization gradient (or electric field gradient) and a strain gradient.
The effective stress tensor G, effective electric displacement d, effective hyperstress tensor

S and hyper-electric displacement P associated with energy density function (2.73) are defined
as:

_ oW - ow - ow ow

Gijz?ij, di:_3E-’ Sijk=—=—— Pij= (2.74)

The corresponding expressions for the stress &, the electric displacement d, the hyperstress
S and hyper electric displacement P are provided by:

Gi; =Cijur — ExiiEx + M jpimVerm — KijuVEu (2.75)
di =EipEjx+ Oy E; —Fijiu Ve +TinVE j (2.76)
Sijt =Mmi j5€1m + FrijikE1 + G jtnV €1mn + Himi 5 VE im (2.77)
Pi; =Kui ;€ + TiijEx — HijimVerim + LijuVEwu (2.78)

Taking the spatial average of (2.29) we obtain:

1 1
<W> = E(Cijklgijgkl> — <€ijk8ijEk> — §<(XijEiEj> (2.79)
where (-) = é Jo - dQ denotes the volume average over Q.
Solving the linear localization problem (2.52)-(2.53)-(2.32)-(2.34) by using the superposi-
tion principle, the local strain field £(x) and the local electric field E(x) can be obtained as:

&ij = Ajja€ua + BiE i+ AjjuinVEram + Bl VEu, (2.80)

E; = DY+ h)Ej+ D}y Ve ju +hly VE (2.81)
where

Ailjklm = Ail jkim — A?jklxm (2.82)

Dy = Diju —Diuxi (2.83)

Bl =B — B?jkxl (2.84)

hiy = hij— hx (2.85)

are corrected terms to remove local spurious fluctuations in the case of homogeneous RVEs
[179, 195].
The strain solutions and electric field solutions are calculated by:

1) A?jkl’ B?jk, A}jklm and Bl.ljkl are the strain solution &;;(x) obtiined by so_lving the problems
(2.52)-(2.53)-(2.34)-(2.32) with €y = %(ek Qe +e®ex), Ex =ex s, VExm = %(ek ®e;+

e1Qey) @em, VEy = e @ e + e; @ ey, respectively.
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i1) Dl e hl i Dllj 7 and hl ik are the electric field solution E;(x) obtained by solving the problems

(2.52)-(2.53)-(2.34)-(2.32) with € = L(ej @ ex +ex @ e;), Ej = ej, Veju = h(e;j @ e +
exej) ®el,VE]k =e; D e +ex D ej, respectively.

The terms e; are unitary basis vectors. The Finite Element discretization procedure is used to
solve (2.52)-(2.53)-(2.34)-(2.32) is recalled in Section 2.2.2.

Substituting Eq.(2.80) and (2.81) into Eq.(2.79). According to Hill-Mandel lemma, the
volume average of microscopic energy over the RVE could be identified with a strain gradient
macroscopic elastic energy, i.e. (W) = W, the effective operators are obtained as:

ol 0 0 0
Cijkl <AszqCPCIVSArskl l]pquqVDrkl DijpanDqkl> (2.80)

° 0 0 0 0 0
Eijk =( ~AijpgCparsB;, k+Alququrh +Dup‘gfl’fer k+DtJPanhqk> (2.87)
@ij =(—B, CogrsBYj + 2, Epar By, + h),0tpghl) (2.88)
Fijkt =(BiyCparsArg jrs — hipE B E,iDl — 1) o, D) (2.89)
iy ipq=pqrsirsjkl qu qr]kl ipq“ Pqr=rjkl ip“pqqjkl :
- 0 0
szklm <A1]qu qréArsklm Dl]pg qVAqulm l]pqEPCIVDrklm DljpanDqklm>
(2.90)
ral 1
Gijklmn <Az]kpqc qVSArslmn zjkpgpqrAqumn DzjkpanDqlmn> (291
Tk =By CparsBlsjx — MonEparBirix — BinyEparhy ik — Moy Cpghl i) (2.92)
ijk ipg~pqrsOrsjk — parBarijk — Pipg©pqr’trjk — pq'tq jk .
T 0 bl 0 1 1
Kijkl _< Az/pqcpquB skl +Dljp€pqu rkl +Alqugpqrh kI +Dljpapqhqkl> (2.93)
T 71 71
Lijkl <BlqucpquBrskl 2hljpgpququl hijp apqhqkl> (2'94)

Hijklm < B C qrsA

5l
ijpq +B;

1
szququrklm + hl]pgpqrAqulm + hljp aquqklm>

rskim

(2.95)
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2.3.2 Numerical calculation of the effective tensors

The 2D vector form associated with the components of strain €, strain gradient tensor Ve and

electric strain gradient VE can be defined respectively as:

Juy
€11 3’”
e]=| &n | = ) Fr )
£ Loow | dup
12 2(8)(2 + dxi )
— azul -
_ _ 8x%
Ve 88232
Ve 2, i x32u2
[VS] _ 2VE| _ 8x% 0x19x)
V8222 %zuzz
X
Ve P
i 2VeE|r ] 0x10x>
2%u; + %uy
ox1dxy | Ox?
IE|
VE“ 3);1
E
VE|= | VEn |=| %
2VE 9dE, | JE,
12 0x + o0xy

(2.96)

(2.97)

(2.98)

account,
@ij = i, Eije = Eirjs Fijur = Firj (2.99)
M jkim = Mjikim = M jiem (2.100)
Cijit = Cuij = Cjiry = Cjk (2.101)
Gijklmp = Glmpijk = Gjiklmp = Grijkmlp (2.102)
Tijx = Ti;j (2.103)
Kijn = K = Kjjik (2.104)
Liji = Lgij = Ljig = Lijjik (2.105)
H; jkim = Hjigim = H jiem (2.106)
The above effective tensors are written in matrix form as,
. Jean an

o =— 2.107
@ |&X21 Q22 ( )

_ ?1111 ?1122 ?1112
[C]=[Ciin Com Con2 (2.108)

[Ciiiz C212 Cr212

= & Exni 3121}

A 2.109
€] E12 € Em ( )
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= Fiun Fi1 Friz Fiz Friie Fuo
) [ R S A R L 2.110
[F] Foin1 Foor Foio Fooo Foiz Foion ( )

My Moo Minze Mine Mine M

2111 Mozt Moz My Mpiz Mg (2.111)
12111 M1 Mizio Miozn Mz Mizio

Giniir Gzt Gz Grizzz Ginnz: Gzl
Guinr G2 Gaanze Ga2i222 G2tz Goz21i21
=1 |Gi2tr Giazoar Giaziz Giazze Gioziiz Giozioi

[G]= |2 z z b z z 2.112)
Gt Gaoooo1 Gozi2z Go2o22z Gominz Gomizi
Gzt Griazor Guizizz Grizzzz Giiziz Grizial
G211 G222t Giziizz Gizizzz Giainz Giainan

—

Ty Tz Thn2

— _ 2.113
[T] Tri1 Tro Ton ( )

 [Kun Knzm K
(K] = [K2211 Koo Ko (2.114)
K K K

~_[Eun Linz L
[L] = |La211 Loz Looio (2.115)
Lzt L2z Li2i2

Huyn Hioor Hinze Hiee Hinge Hinog
[H] = |Haoin Hooot Hoio Hooo Hxnz Hazio (2.116)
Hizin Hizoot Hizizz Hizzzz Hizniz Hizion

After discretization, the local strain and electric fields defined respectively in Egs. (2.80)

and (2.81) can expressed as:

e(x) =A%) :2+B(x)-E4+ {A!(x) —A’(x) ®x} : Ve + {B!(x) - B’(x) ® x} : VE,

(2.117)
E(x) =D%(x):2+h°(x)-E+ {D'(x) -D°(x) ®x} : Ve + {h' (x) - h’(x) ®x} : VE
(2.118)
We define the above displacement and electric fields matrices as:
U, = [u17u27u3];vu = [u47u5];wu = [u67u7;u87u97u107u11];
Z, = [u'? ul3 u'¥ (2.119)
U(]) = [d)l; ¢27 ¢3],V([) = [¢47 ¢5]’W(]) = [¢6a ¢77 ¢87 ¢97 ¢105 ¢11];
Zy =076, 0" (2.120)
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Table 2.1: Elementary solution corresponding to the activated strain, electric potential and strain
gradient components

Field (£11,€2,€12) | (E1,E2) | (VEi11,VEn1,VE,VEN), VEI12,VEN) | (VE11,VEN,VE))

ul, ! (1,0,0) (0,0 (0,0,0,0,0,0) (0,0,0)

w’, p? (0,1,0) (0,0 (0,0,0,0,0,0) (0,0,0)

w, ¢’ (0,0,3) (0,0) (0,0,0,0,0,0) (0,0,0)

ut, o? (0,0,0) (1,0) (0,0,0,0,0,0) (0,0,0)

w, ¢’ (0,0,0) (0,1) (0,0,0,0,0,0) (0,0,0)

u®, " (0,0,0) (0,0) (1,0,0,0,0,0) (0,0,0)

u’, ¢’ (0,0,0) (0,0 (0,1,0,0,0,0) (0,0,0)

u®, ¢® (0,0,0) (0,0) (0,0,1,0,0,0) (0,0,0)

v, ¢’ (0,0,0) (0,0 (0,0,0,1,0,0) (0,0,0)
ul¥ ¢! (0,0,0) (0,0) (0,0,0,0,1,0) (0,0,0)
ull p!! (0,0,0) (0,0) (0,0,0,0,0,1) (0,0,0)
u'? ¢! (0,0,0) (0,0) (0,0,0,0,0,0) (1,0,0)
ull ¢ (0,0,0) (0,0 (0,0,0,0,0,0) (0,1,0)
u't ol (0,0,0) (0,0) (0,0,0,0,0,0) (0,0,1)

and
Wi = [xu!,yu' xu?, yu? xu? yu?)
=o' yp' x¢? yd? x¢’ v’
7 = [xu*, yu’, xu’® + yu]
v =[xo* 9, x¢ + yo'] (2.121)

The displacement fields u’ and the electric potential fields ¢' are the vector columns con-
taining respectively the nodal displacement and electric potentials solution of the localization
problems Eq. (2.52)-(2.53)-(2.34)-(2.32) with the boundary conditions described in Table 2.1.

In terms of the above definition and finite element discretization, we obtain:

Al (x) =B, (x)Uy;
Al(x) =B, (x)W,;

D’(x) = —By (x)Uy;

BO(X) =B,(x)V,;
Ad(x) = B, (x)W;;

hO

(
D'(x) = —By(x)Wy;  DJ(x) = —By(x)

and

Al(x) = Al(x) — AJ(x);
D'(x) =D'(x) - DJ(x);

B!(x) = B,(x)Z,
B)(x) = B,(x)Z;

X) = =By (x)Vy;

X .

¢’

h!(x)=—
hy(x) =

B! (x) = B (x) ~ BU(x)
B (x) = h' (x) — h)(x)

By (x)Zy
—By(x)

X

¢

(2.122)
(2.123)

(2.124)
(2.125)

(2.126)
(2.127)

By introducing Eqs. (2.122)-(2.127) into Egs. (2.86)-(2.95), we can obtain the discretization
forms of the effective tensors.

[C] =((A%)T[CIA® —2(A°)T[€]D° — (D%)"[e]D")

[@] =(~(B°)"[CIB" +2(h")"[€]B" + (h°)" [a]n”)

(2.128)

(2.129)
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Figure 2.3: Unit cell with: (a) triangular inclusion; (b) asymmetric inclusion.

(€] =(—(A")"[C]B® + (A") T[]0’ + (D%) T [€]B° + (D) [a]°) (2.130)
[F] =((B°)T[CIA" — ()T [€]A! — (BY)T[€]D — (n%)"[e]D') (2.131)
[M] =((A°)T[C]A! — (D)) [€]A" - (A°)T[€]D' — (D) [eD") (2.132)
G =((A")T[CIA! —2(D")T[]A" — (D')"[a]D") (2.133)
T] =((B)"[C]B' — ()" [€]B' — (B®)"[€]h! — (h°)"[a]h") (2.134)
K] =(—(A%)"[C]B' +(D°)" [€]B! + (A%)"[€]h' + (D°)"[a]h") (2.135)
L) =((B")"[C]B" —2(h")"[£]B! — ()" [a]i") (2.136)
[H] =(—(B")T[CJA"+ (B []D' + (h')"[E]A" + (") [oD") (2.137)
2.4 Numerical examples
2.4.1 Direct flexoelectricity of composite with piezoelectric phases
X2 1¢/2 X2 |£/2
N Q Q
Phase 2
—2/2 Ae/' Q¢/2 —2/2 % Q, £/2
Phase2 |0 xq 0 Qe | X1
Phase 1 Phase 1
Qg/ Qs
—t/2 —£/2
(a) (b)

In this first example, we investigate the effective flexoelectric properties of a two-phase pe-
riodic composite comprised of piezoelectric materials. The Representative Volume Elements
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(RVEs) are constructed using periodic unit cells. The RVEs with two distinct geometric in-
clusions are examined: one featuring triangular inclusion (Fig. 2.3(a)) and another exhibit-
ing a fully asymmetric design as illustrated in Fig. 2.3(b). The geometric description of the
different inclusions in Fig. 2.3 is given as: Q) = (—al,al), Q» = (al,0), Q3 = (—al,—al),
Q4 = (=bl,bl), Qs = (bl,bl), Q¢ = (b¢,0), Q7 = (0,0), and Qg = (—b¥¢,—b¥l). Here, the pa-
rameters a = /0.8 /2 and b = 0.4 are selected such that the inclusions of both unit cells are of
the same volume fraction f = 0.4. Both geometries are chosen to confine symmetrical number,
thereby enhancing the influence of gradient effects. The RVE is assumed to be composed of
N x N periodic unit cells, and the length of the RVE is L = N/, where ¢ = 1mm.

D,
2
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Figure 2.4: d,(x) electric displacement field in deformed (x0.2) configurations for RVE with
triangular inclusions: (a) € = [1;0;0], Ve =0, E = 0; (b) € =[0;1;0], Ve =0, E = 0; (c) € =
[0;0;1], Ve =0,E =0; (d) €= 0, Ve = [1;0;0;0;0;0], E = 0; (e) € = 0, Ve = [0;1;0;0;0;0],
E=0;(H)€=0, Ve =[0;0;1;0;0;0], E = 0; (g) € =0, Ve = [0;0;0;1;0;0], E = 0; (h) € =0,
Ve =[0;0;0;0;1;0], E = 0; (i) € =0, Ve = [0;0;0;0;0;1], E=0; (j)£=0, Ve =0, E = [1;0];
(k)E=0,Ve=0,E =[0;1].

It is assumed that both phases consist of the same piezoelectric material, but there is a
rotation mismatch between the main directions of the crystal in two phases by an angle 6.
Thus, the different mechanical, dielectric, and piezoelectric tensors are assumed to be com-
pletely anisotropic, which results in a material heterogeneity. The matrix (phase 1 in Fig. 2.3)
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is supposed filled by a transversely anisotropic ceramic (lead zirconium titanate) whereby an
orientation of the piezoelectric crystal main direction is along xj. The material parameters are
given in (2.138)-(2.140) in 2D form.

[131.39 83.237 0
[C'] = |83.237 154.837 0 | (GPa), (2.138)
| 0 0 35.8
o [2079 0 S
[a'] = 0 4.065 (nC-m™ -V ), (2.139)

1 [-2.120582 —2.120582 0
€] =
0 0 0

The main orientation of crystal in the inclusion differs from that of the matrix phase by an
angle of 0, thus the properties of the inclusion are defined according to

} (C-m™2). (2.140)

o = RipR jq 0y, (2.141)
ezzjk = R,'pquereéqr (2142)
2 1

with the rotation matrix:

_ |cos(6) —sin(6)
k= [Cs?r?(e) CZS<9>] (2144)

For illustration, the local electric displacement states in the deformed configurations corre-
sponding to the elementary loads are depicted in Fig. 2.4. We proceed to examine the conver-
gence of the effective flexoelectric properties concerning the number of unit cells N along each
direction within the RVE. The triangular unit cell (Fig. 2.3(a)) is chosen here and the mismatch
angle 6 = m. Results for the components Fij>; and F;q1 are provided in Fig. 2.5. We can
observe a rapid convergence of the effective flexoelectric properties as the number of unit cells
increases.

Next, we only compute the evolution of the coefficients Fi221, F2221, Fi112 and F>112 with
respect to the mismatch angle for both triangular and asymmetric unit cells, due to these co-
efficients represent the polarization induced by bending. Other coefficients are associated with
polarization induced by more intricate strain gradient modes, which can be challenging to prac-
tically acquire.

From Fig. 2.6(a) (triangular unit cell), our first observation is that, when 6 = 0 (representing
a homogeneous medium), the flexoelectric effects naturally vanish as expected. In this scenario,
the components Fipz1 and F>;12 reach their maximum values when 6 = 7, aligning both crystal
phases in the same main direction but with coefficients of opposite signs. Conversely, the other
components F>y;; and Fjj1p exhibit significantly smaller values in comparison to Fjpp; and
F>112, displaying local minima. Moving on to Fig. 2.6(b) (asymmetric unit cell), we note
that the components Fi2>; and F,11, exhibit two extrema, with Fj2;; reaching its maximum at
approximately 6 ~ 1.27.

Comparing the two cases, we observe a noteworthy difference in the maximum value of the
coefficient F>112, which signifies the change in polarization along the x, direction induced by
bending around an out-of-plane axis x3 (illustrated in Fig. 2.4(j)). Specifically, the triangular
inclusion exhibits a higher value of 0.124 x 10~3 C/m, surpassing the 0.090 x 10~3 C/m found
in the asymmetric case. This comparison illustrates the potential for a significant increase in
flexoelectric effects by judiciously selecting a directional mismatch between crystal orientations
and shapes. Additionally, it is noteworthy that these obtained values are considerably higher
when compared to naturally occurring flexoelectric materials like BaTiO3, whose flexoelectric
coefficients typically fall within the order of 107> C/m.
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Figure 2.5: Convergence of effective flexoelectric properties with the number of unit cells in
the RVE
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Figure 2.6: (a) Evolution of effective flexoelectric components with respect to the mismatch
angle for the RVE with: (a) triangular inclusions and (b) asymmetric inclusions.

2.4.2 Converse flexoelectricity of composite with piezoelectric phases

In this example, we investigate the significance of the converse flexoelectric and other higher
order electromechanical coupling terms in a piezoelectric composite. Only the RVE with tri-
angular inclusion (depicted in Fig. 2.3 (a)) is considered. Each phase is made of PZT (lead
zirconium titanate ceramics), but the main orientation of the crystal in both phase is rotated by
a mismatch angle 6 € [0,27] to create a heterogeneity. The mechanical, dielectric and piezo-
electric properties of the PZT matrix phase are same as the previous example and given in
(2.138)-(2.140). Similarly, the inclusion phases are obtained by the material rotation formula
(2.141)-(2.144).

In Fig. 2.7(a), we compute the evolution of the components of the converse flexoelectric
tensor K with respect to the mismatch angle 6. The values are normalized with respect to the
flexoelectric component Fip; of PZT to evaluate their significance. We can notice that the
components K111, K1112, K211 and K1p1» are of the same order (or higher) than the direct
flexoelectric coefficients of its constituents for almost all mismatch angles. The components
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Figure 2.7: Evolution of the components of the effective converse flexoelectric tensor K and of
higher order electromechanical coupling term T, L and H with respect to the mismatch angle
in the piezoelectric composite with triangular inclusions: (a) K; (b) T; (c) L; (d) H.

Ki111, K211 and K212 exhibit an extremum of 0.1860 x 107> C-m~!, 0.1181 x 1073 C-
m~! and 0.0504 x 1073 C-m™!, respectively around 6 = 7, while for K11, this extremum is
0.111 x 1073 C-m~! around 6 = Z 37” These results clearly demonstrate that the converse
flexoelectric coefficients in piezoelectric composites can make an important contribution to the
electromechanical response of the structure and cannot be ignored.

The evolution of the components of the other higher order electromechanical terms T, L
and H with respect to the mismatch angle 6 are computed and shown in Figs. 2.7(b), 2.7(c)
and 2.7(d), respectively. Here again, these values are normalized with respect to the flexo-
electric properties of PZT to evaluate their significance. The extremum of components 711,
T2, T112 and T, are comparable to the direct flexoelectric coefficient of PZT. For H, the
extrema of the components H11201 Hi2112 H2112 and Hizpo; are close to the half of the di-
rect flexoelectric coefficient of PZT. However, the effective tensor L has much smaller compo-
nents values as compared to local flexoelectric properties and only plays a negligible role here.
Therefore, these results demonstrate that the higher order electromechanical terms H and T can
make a significant contribution to the electromechanical response of piezoelectric composites.
More specifically, the coefficients T, are associated with additional polarization/electric dis-
placement induced by the electric field gradient, and thus characterize the importance of these
additional effects on the flexoelectric behavior. Taking these new terms into account in the
modeling and simulation of flexoelectric structures may help to design new flexoelectric-based
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sensors and actuators based on the mechanical and electrical gradient effects.

2.5 Conclusion

In this chapter, we have proposed a computational homogenization framework for composites
made of piezoelectric phases and having an apparent flexoelectric behavior. The effective model
takes into account both direct and converse flexoelectric effects, as well as all other higher order
electromechanical coupling terms related to electric and electric gradient fields. In contrast to
previous works, the present framework allows evaluating the full anisotropic direct and converse
flexoelectric tensors and all other higher order electromechanical coupling tensors associating
with electric and electric gradient fields, by means of finite element numerical calculations over
RVEs, and this for morphologies of phases having arbitrary local geometries. Additionally, we
have devised an effective mechanical and electric body forces correction which goal is to elim-
inate the spurious effects that were inherent in strain gradient and electric gradient numerical
homogenization schemes.

Numerical investigations have been conducted to evaluate the evolution of direct and con-
verse flexoelectric coefficients with regards to the local material properties and geometry of
the composite phases. The results show that the apparent converse flexoelectric coefficients
in a composite made of periodic triangular inclusions have the same order of magnitude as
the direct flexoelectric properties of the local constituents. We demonstrate that a significant
enhancement in flexoelectric effects can be achieved by appropriately selecting a mismatch
in crystal directions and shapes, showing the potential of the approach for optimization-based
design of efficient flexoelectric systems and concomitant applications in fields such as energy
harvesting, sensors and actuators etc, that will be discussed in the next chapters. Furthermore,
we have shows that the other higher order coupling terms, i.e., that relate the electric field to an
applied electric field gradient and the strain gradient (bending) to the electric field gradient have
non-negligible values as compared to the flexoelectric coefficients, and can make a significant
contribution to the electromechanical response of piezoelectric composites.



Chapter 3

Dynamic analysis of flexoelectric effects in
complex geometric structures

In materials or composites with an effective flexoelectric response, a polarization can be induced
by local strain gradients. In general, these effects are small in the static regime. However, larger
effects may be induced by dynamic loads, and can be used in energy harvesters converting me-
chanical vibrations into electrical energy. In this chapter, we developed an isogeometric analysis
(IGA) framework to solve the dynamic response of flexoelectric energy harvesters for arbitrary
geometries, in the frequency domain, including strain gradient inertial effects. As compared to
the previous related works available in the literature, the IGA discretization is proposed here for
the first time to solve dynamic flexoelectric problems in the frequency domain. The conditions
of both open and close-circuits are formulated. The numerical methodology is used to evaluate
the sensitivity of different parameters such as load resistors, flexoelectric coefficients and dy-
namic scale parameter on the frequency response of output voltage, power and displacements of
a beam-like structure with structural geometrical features, to evaluate the potential of the pro-
posed IGA approach, and its advantages for h- and p-refinements when considering complex
geometries.

Isogeometric analysis offers an effective and flexible method for achieving high-smoothness
approximations, which guarantee C! continuity of the physical domain to tackle the 4th-order
flexoelectric partial differential equations. However, the tensor product structure of the param-
eter space of a patch makes it poorly suited for representing complex, multiple connected do-
mains. These multi-patch constructions in isogeometric analysis are at most C’-continuity. To
construct C'-continuity among patch common interfaces, the concept of geometric continuity
of surfaces is introduced. The C'-continuity of isogeometric functions is achieved by ensuring
that their geometric smoothness of the same order as that of their graph surfaces. We present the
construction of a C! continuous isogeometric functions for multi-patch domains based on the
approaches of [196, 197, 198]. Finally, a beam with 4 circular voids, comprised of 18 patches,
is fabricated to ensure C' continuity. The dynamic effects of the beam with flexoelectricity are
also examined. A part of this chapter is adapted from our published article [107].

3.1 Static flexoelectricity

The equations governing the static flexoelectric equilibrium are first reviewed. An open domain
Q C R? is considered, with boundary Q. The boundary is composed of Dirichlet and Neumann
parts, which are denoted by d€,, and d€; for the displacement problem, respectively, and d€,
and dQp for the electric problem, respectively, such as dQ, UdQ; = dQ, dQ, NI, = 0 and
dQy UdQp = 9dQ, dQy NIQp = 0. In the following, bold symbols denote vectors or tensors,
while non-bold symbols denote scalars or tensor components.

The electric enthalpy density #* of a linear electromechanical system, where piezoelectricity

41
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and flexoelectricity are both taken into account, is expressed by [15, 98, 199]:

h* :%Ci kl1Eij€k — %Oﬂi FEE; — eijkEx€ij — Wi EiVEju + %Gi ikimn Y €ijkV Emn (3.1

In Eq. (3.1), C, o and e denote the fourth-order elastic, second-order dielectric and third-
order piezoelectric tensors, respectively, g denotes the fourth-order flexoelectric tensor, while
G is the sixth-order strain gradient elastic tensor. Note that in this chapter, for the sake of
simplicity, we did not include converse flexoelectric terms. The reader can refer to Chapter 2
for the complete converse flexoelectric model.

The strain tensor €, the strain-gradient tensor Ve and the electric field vector E are defined
in (2.35)-(2.37) of Chapter 2.

Then the constitutive equations are obtained by:

ah*
o, = dey Cijki€k — exijEx 3.2)
dh*
d; = T 0iiEj+ €€k + Hijri VEjki (3.3)
l
ah*
Tijk = Ve = GijktmnV €imn — Wijri Er G.4)

where the o, d and T denote stress, electric displacement and hyperstress tensors, respectively.
The equations of the dielectric problem without free charge and mechanical problem without
body force are given by [24]

di;=0inQ (3.5)
Gl'jJ—Tl'ijk:OiIlQ (36)

The problem is completed by boundary conditions for the electric problem as

¢ =¢? on 9Qy (3.7)
d,’l’ll' = —DZ on &QD (38)

where ¢¢ and D? are the prescribed electric potential and surface charge density and n is the
unitary normal vector to the boundary Q. The mechanical boundary conditions are given by
(see e.g. [98]):

u; = ué on 9, (3.9)

Iy =n; (ij — Tiij) —Dj (n,-fijk) = de on 89, (3.10)
where u¢ and F¢ are the prescribed mechanical displacements and tractions, and D ()= % —
n_,-nq%'j. Due to strain gradients, additional boundary conditions are considered:

u; jnj =v{ on 9Q, (3.11)

nin;Tiji = r,‘f on 0Q, (3.12)

with 0Q, UdQ, = dQ, dQ,NIQ, = 0. Here, we assume natural boundary conditions on dQ,
and 0Q,,ie. vi =r? =0.
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3.2. Dynamic flexoelectricity

3.2 Dynamic flexoelectricity

The total electric enthalpy H, the kinetic energy K, the Rayleigh dissipation R and the external

work W are expressed by [98, 200] .
H= / h*dQ
Q
| O
K= /Q (S piitii + = L.t j}AQ

5 |
R:/QEV,-juiude

we = [ FludS— [ Dl¢ds
an BQD

(3.13)

(3.14)

(3.15)

(3.16)

Above, p is the density, () indicates time derivative, ¢; is dynamic scaling parameter (micro
inertia characteristic length). The term €3u,~7 jti,j 1s a dynamic term associated with the strain
gradient problem [200, 201] and V denotes viscous damping coefficients. Let us group all
unknown quantities, respectively the displacement vector u and the potential ¢ in a vector (.
From the Hamilton’s principle, the following Lagrangian equations are obtained, taking into

account dissipation due to viscous damping terms:

d
T (DsgL) —DsqL+DggR = W

where Dg, f(u) is the directional derivative, expressed by

O »

do

and Dq = Dgy + Dgy, Dq = D, and

L=K—-H

We have, using (3.14):

DyL = Dyl = / DyKdQ = / {pu;Sit; + (3ii; ;8u; ;}dQ
Q Q

Then,

d
E(DqL) = /Q{plliiSL't,‘—}—egll;iiJ(SbliJ}dQ

and

(3.17)

(3.18)

(3.19)

(3.20)

(3.21)
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Ds, = —DsyH — DssH . (322)

We have, using (3.1)-(3.13):

Dgs H = /Q {Cijui€ijdex — eiji0&iEx — UijiEiOVEjx + GijiimnVEijkOV Eppy ydQ

(3.23)
D6¢H:/Q{aijEi6¢,j+eijk8ij5¢7k+.uijk16¢,ivgjkl}dg (3.24)
and
ngR = D&lR = / Vijlftl’éujd.Q. (325)
Q

We finally obtain the weak forms:

/Q{Gijéeij+’L'iijVsiijrpb‘i,-Su,-+€f,ai,j6ui,j+\/ijui6uj}d9: /89 Fid5u,-dS (3.26)
/Q 4;6¢,4Q = /a  Disgds (3.27)
D

with 68ij = % (51/!1'7]' -+ 614]'7,') and 6V8l‘jk = % (5u,-7jk+ 5uj7ik) .

3.3 IGA discretization of dynamic flexoelectric equations

3.3.1 Concepts of IsoGeometric Analysis (IGA)

The flexoeoectric problem requires at least C! continuity of displacement fields due to the strain
gradient terms in (3.26). Different approaches have been proposed in the literature, as described
in the introduction. In this work, we use Isogeometric Analysis (IGA) [103] for the discretiza-
tion of the dynamic flexoelectric problem in the frequency domain. In isogeometric analysis, the
NURBS (Non-Uniform Rational B-Spline) are used to construct curves, surface and solid, and
NURBS basis functions are employed to approximate the physical fields like the displacements
(see e.g. [103, 202, 203]). The geometry and physical field construction of NURBS surfaces is
illustrated in Fig. 3.1.

The fundamental concept of Isogeometric Analysis is the utilization of NURBS not only as a
technology for discretizing geometry but also as a tool for discretizing the analysis. NURBS are
built from B-splines. To construct a B-spline, a knot vector in one dimension must be specified
and is defined as a non-decreasing set of parameter values £ = {&;,&», ..., &1 11}, where §; € R
is i-th knot index, p is the polynomial order, and 7 is the number of basis function. The knot
vector partitions the parameter space into intervals usually referred to as knot spans. Knot
vectors can be uniform when knots are evenly distributed in the parameter space. Conversely
they become non-uniform when the spacing of knots is non-uniform. Knot values may be
repeated, and the repeated number of a particular knot value is referred to as a knot with a
certain multiplicity k. Typically, an open knot vector is utilized where its first and last knots
appear k = p + 1 times.

B-Spline basis functions are recursively defined using the Cox-de Boor formula [204] and
start with piecewise constants functions (p = 0):
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Control points net {B;;}

Knot vectors:
E=[000000511111]
n=[00005111]

NURBS surface geometry:
SEm = ) By Ry (€1
iJj

n
> T NURBS basis:
i foe = MM
s S Ly wN(©M;(n)
2 05
= ° NURBS physical field: Geometry space
. UG = ) gy Ry(Em)
= 0 & ij
o AN
~- 1 o 0 0.5 1
° Parameter space 1
T AN N 1 L7
Basis function— ¢ 5 N, N, N, Ns -1 -7
Integration on
0 -1 parent space

0 0.5 1 Parent space Physical space

Figure 3.1: Schematic illustration of NURBS surface model. Open knot vectors and high order
continuous basis functions are used.

0 ifGis8<Ein
Nip = {1, otherwise. (3.28)
For p=1,2,..., we have
Nop(€) = 525 Ny 1 (E) + 228 ) (3.29)
Eip—& ivpr1—Eiv1

NURBS are formed through rational functions of B-spline. The projective transforma-
tion of a B-spline curve yields a rational polynomial of the form Cg(§) = f(&)/g(&), where
f(&) and g(&) are piecewise polynomials. We get the NURBS curve C(§) by performing ex-
actly the same projective transformation to the B-spline curve C"(&). Given a knot vector
¢€=1{&,&,....&p+1}, and a control net of points B; € R? (d is dimension), the control points
B; are derived from the projective control points B}" in R4*1 by the following relations:

(Bi)j = (BY)j/wi, j=1,....,d (3.30)
wi = (B )1 (331)

where (B;); is the j-th component of the vector B;. w; is referred to as the i-th positive weight
and the subscript d + 1 means the (d + 1)-th component of projective control points.
We define the weighting function W (&):

W(E) =} Nip(&)wi (3.32)

The NURBS curve obtained as:
CW 1 W'B i

,Z’ Z NJ p(é)w,-

(&) (3.33)
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The NURBS basis functions are given by

Ni,p(é)wi _ Ni,p(g)wi
w(&) ?:1Nj,p(§)wj
It is worth noting that when all the weights are equal, the NURBS basis degenerate to the B-

Spline basis. With this procedure, NURBS surfaces S(&,n) and solids V (&,7, {) can be defined
analogously by extending the rational basis functions to 2D and 3D as:

-y Z (3.35)

i=1j=

Ripl8) = (.34

and
n m [
V(€)= ZZZR,”;’,; (€,1,0)B; jx (3.36)
]: k=1

where B; ; and B; ; ;. are respectively the 2D and 3D coordinates of the control points. The
rational terms R}’ 9 and Ry are provided by

Ni(E)M;(n)wi j

Pq

R (S,m) = Y ?:1Nf,p(§)Mf,q<n)wf,_f (3.37)
and

RS (E ) = . Ni}fq&)M'(n)Lk(C)wiJ,k (3.38)

XX B N (6M; ()L, (S)w; ;5

where N; ,(§) and M; 4(1), Ly (&) are univariate B-Spline basis of order p, ¢ and r correspond-
ing to knot vectors &, 1 and ¢, respectively.

In the previous content, we appreciate how NURBS construct geometry. We then proceed
to introduce the use of NURBS as a discretization tool for structural analysis, so called Isoge-
ometric Analysis. A schematic illustration of Isogeometric Analysis is presented in Fig. 3.1
for a NURBS surface. Parameter space schematically shown in Fig. 3.1 is formed by consid-
ering only the non-zero intervals between knot values. The regions bounded by knot lines with
non-zero knot values subdivide element domains. The NURBS mapping of Eq. (3.35) trans-
form coordinates in the parameter space to the physical space. For analysis to be performed we
require the definition of a parent space Q = [—1,1]¢, d = 1,2,3, where the use of numerical
integration routines are often defined over the interval [—1, 1] for each direction. The fields in
physical questions (e.g., displacement, temperature, electric potential, etc.) are represented in
terms of the same basis functions as the geometry. The coefficients of the basis functions are
the degrees-of-freedom, or control variables.

3.3.2 Discretization of flexoelectric equations

In this work, the IGA discretization for the problem defined in (3.26)-(3.27) is presented with
2D plane strain assumption. The displacement u and electric potential ¢ fields are both approx-
imated using NURBS according to

u(x) =Y Y RPA(E iy = Ny (339

P(x) = Z fR”(é n)9° = No¢* (3.40)

I
—_
~.
I
—_
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defining the following vectors:

e 1.2 n 1 2 n
u = [ux,ux,...,ux,uy,uy,...,uy}

¢ =[¢9',0°,....,9"]

[e] = [€11, €22,2¢€12]

[Ve] = [Veri1,Ven1,2Ven, Vens, Ve2,2Ve |

(3.41)

(3.42)

(3.43)

(3.44)

and the different following quantities are obtained from the shape function derivatives by

[e] = Byu
E=—B¢*
[Ve| = Hu’

where By, By and H,, are shape function derivative matrices, given by

1
[oN! ON" N,
o T “
— X X —
By = IN, INg | B,=0
|9y Ty IN,
dy
[ 92N} 2N g
ox? ax2 22N
0 0 2N
dxdy
J°N] J’N"  3°N)
2 2
H,=|?% E
0 0 i«
2y?
92N} JN!! 0
dxdy dxdy
J2N} d’N! 92N}
| dxdy dxdy  dx?

0
NI
dxdy
ER\A
dxdy
J>N!!

dy?

0
9Ny

ox2 |

IN?
ox
0

JIN!!
dy

0
IN?

IN"
ox

(3.45)
(3.46)
(3.47)

(3.48)

(3.49)

and u® and ¢° denote the nodal displacements and potentials, respectively.
When only static equilibrium is considered, substituting (3.2)-(3.4) and (3.39)-(3.47) into
(3.26)-(3.27) yields a discrete system of algebraic equations in the form:

/Q (u){(BICBu’ + HIGH,u) + (5u®)" (BleBy¢* + H] uBy¢*)}dQ

=/, (su®)T NTFlds (3.50)
o

/ (8¢°)" (BjaBy¢° + BjeB,u’ — Bf pH,u)dQ = — /
Q

(8¢°)" N4 DidS
Qp

(3.51)

We write the discrete system by the matrix form as:

I(uu I(u¢ u | fu
EaIFINr as
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with
K. = / [BI'CB,+ H'GH,]dQ (3.53)
Q
Ky = / [BjeB, + Bj uH,|dQ (3.54)
Q
Ko = /Q (Bl aB,]dQ (3.55)
f, = / NTFéds (3.56)
Q
£y = — / N7 Dlds 3.57
(0 o o~n ( )

Moreover, the material parameters C, e, o, p and G can be defined in the matrix form

[60, 179] as
(ci1 c2 0
Celep cn 0], e= [6’111 e122 6112} o= [0611 0 ] (3.58)
0 0 cu el exn2 e 0 o33
p= Hiiir Mi221 Miizz M2z Miiiz Hii21 (3.59)
[M2111 M2221 2122 M2222 H2112 M2121
For the sake of simplicity, we assume the matrix G is in the form:
-C11 0 0 C12 0 0 i
0 Cc22 C12 0 0 0
) 0 C12 C11 0 0 0
G=t cp 0 0 c¢» O O (3.60)
0 0 0 0 cg g4 O
L 0 0 0 0 0 C44_

3.3.3 Discretization of dynamic flexoelectricity in the frequency domain

When dynamic terms are taken into account, introducing (3.39)-(3.47) into (3.26)-(3.27) yields
the following discrete set of time-differential equations:

Mﬁ+Dll+Kuuu+Ku¢¢) =1,
—K5¢U+K¢¢¢ = f¢

{

where the mass matrix M and damping matrix D are defined by

M — / p{NT N, + 2B B,}dQ
Q

D= / NTVNdQ
Q

with
[ ON) N
ox ox 80] ’
3 0 0 G
B, = ON! N
dy dy |
0 0o
L X

(3.61)
(3.62)
(3.63)
0
o
9y (3.64)
0
JON!!
wra
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Following classical approaches, the matrix D is approximated by
D = BiM + 5Ky, (3.65)

Above, B; and 3, are constants computed by [15]:

-3sle A

B] o} —w; &

where & and &, are two damping ratios, and ®; and @, are the first two resonance frequencies
of the structure.
The displacement field, the potential and the external forces are assumed to be in the form:

_1
(2] (Y]

u=1ie/? ¢=del?, £, ="£,e/” (3.67)

where j is the complex number and @ is the frequency. In the case of an open circuit, fy = 0.
Introducing (3.67) in (3.61), we obtain:

(K +joD—0*M) K| [0]  [f,
~Kis Koo (@] [0 (68

In this work, boundary conditions associated with a close circuit, as illustrated in Fig. 3.4(b),
are considered. Following [102], we have:

fy = (3.69)

IR

where R is the resistor value and ¢ is the vector of nodal potentials where the resistor is con-
nected. The vector (ﬁ is related to the global unknown vector ¢ through a matrix T such that
¢ = T¢ and which contains mainly zeros and ones. Deriving the last equation of (3.61) with
respect to time we obtain:

~Klu+Kgpop =1y (3.70)

Then, using (3.67) and (3.69), it yields:

— joKl,i+ joKgpd = % (3.71)

The new linear system to be solved for a given frequency @ is given by:

K, + joD — o*M Ko ] H m
T ||z = (3.72)
—Kzfq) Ko ~joR ® 0

3.4 C'-continuous Isogeometric analysis on multiple patches

It is crucial to guarantee C' continuity of the physical domain when tackling the 4th-order
flexoelectric partial differential equations. Isogeometric analysis offers a valuable method for
achieving high-smoothness approximations. Nevertheless, the tensor product structure of the
parameter space of a patch makes it poorly suited for representing complex, multiply connected
domains. On these geometries, multiple parameter spaces (patches) are used to describe the
physical domain, resulting in a loss of continuity occurring at the patch interfaces. This reduc-
tion in smoothness is primarily governed by the geometric representation, where sharp turns
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and corners within the domain and the connection among multiple subdomains (patches) are
conventionally handled by C? parameterizations. An alternative strategy to ensure desired con-
tinuity requirements involves constructing a basis for the corresponding C! isogeometric space.

We focus on the complete space of C!-smooth isogeometric functions on any given two-
patch (or multi-patch) parameterization and construct a basis for the associated C! continuous
isogeometric space while keeping the geometric parametrization unaltered. These basis func-
tions are formulated by means of minimal determined sets for the Bézier coefficients, ensuring
that they possess a local support and are well conditioned. After then, the C! continuous multi-
patch isogeometric space can be employed to solve 4th-order flexoelectric PDEs.

3.4.1 C'-continuous isogeometric functions

For simplification, we restrict the cases to 2D domains, schematically shown in Fig. 3.2(a). We
consider 7 bilinear, regular mappings

GH [0, 1> > R? ke {l,...n} (3.73)

We assume G as a NURBS surface, and its coordinates and parametric representation is
written as:

BYRY (£, 1) (3.74)

On

(ED 0 (6 6 =
1

1

where Bfk) = [xl(k) , yl(k)] is the control points and ng)

mapping G defines a quadrilateral subdomain, i.e. patch.

is the corresponding basis. Each geometry

Q® =GW([0,1)?) (3.75)

and there is no intersection among interiors of these patches.

The physical domain Q € R? is defined as Q = UQ®). The space of isogeometric function of
each patch QK js given as S o (G(k))_l, wherein S*) is a NURBS space of degree p defined
on the parametric domain [0, 1]>. The space of C! continuous isogeometric functions defined
on the physical domain € can be written as:

Z={zeC Q) :zon € SWo (G forall k€ {1,...,n}} (3.76)
We consider an isogeometric function w € Z on each patch, and it is represented as
wh) = (NW) o (GWY 1 (z), 2 € QW) (3.77)

with N®) ¢ s®) N is a basis function defined on the local parameter domain [0, 1]2. w®) is
the associated segment of the isogeometric function defined on Q%) and its associated graph

surface F¥) (£, ) possesses the form

FR(En) = (GH(Em), NOE )" =61 Em), 6PV En), NOEn)T  (3.78)

We consider two neighboring patches Qk) and Q*2) with the common interface I*1%2 =
Qk) nQk) Since w € C'(Q), the first derivatives of the functions w*1) and w*2) at the
common interface have to satisfy:

owk) () B owk) (x)  dwk) () B ow(k) ()

— — kyky
JE JE , P o ,xel (3.79)

where x are the global coordinates on Q.
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Figure 3.2: (a) The geometric mapping G and G defined on [0,1]%, and elements on the
common interface I'(1:2) ; (b) The Bézier coefficients for four neighboring pairs of spline seg-
ments along the associated common interface I'(1:2) of the two patches

3.4.2 C! continuity on two-patch geometries

We assume that both patches are bilinearly parameterized, and represented as B-spline patches
of degree (p, p), as shown in Fig. 3.2(a). We first construct isogeometric basis functions on
Q, which span the space Z of all C' geometrically continuous isogeometric functions. Con-
sequently, we choose the B-spline basis function N ®) e s possessing the form of a degree
p Bernstein-Bézier basis function defined on a particular element ¢y (i.e. each non-zero knot
interval) as follows:

©,(&,m) Z ch, O w)BM (v) (3.80)
i=1j=
where cg-{) are the scalar Bézier coefficients, while [31-(];}) () and B J(l;) (v) are the Bernstein basis

function. These functions are calculated on the reference interval u,v € [—1,1] as

B =5 ( i1 ) (1= D)), we -1, 1] (3.81)

where ( ; f 1 ) = WM, 1 <i< p+1. For the particular knot-spans [&;,&;+1] and

[MisMi41)» the mapping is given such as f, : u € [~1,1] = & € [&, &), i, & = 4(&1 — &)+
%(giﬂ + &;). The graph surface of wk) can be written as

®e,m) =GP m), 6P E ), NOE )T (3.82)

An isogeometric function w has C%-continuity across the constructed common edge 2 —
Q) N Q@ parallel to n-direction, if and only if

G¢(1,n7)=630,1) and NV(1,17) =N (0,17) on T2 5 € [0, 1] (3.83)
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The tangent planes of the graph surfaces F (1) and F@) at points along the common interface
12 are calculated respectively by their first derivative vectors:

oF)(1,m) oFV(1,m)  IFZ(0,n) IFP(0,n)

9 ) 384
JE on 4T o (3.84)
The C!-continuity of the isogeometric function w is guaranteed when their formed 3 x4 matrix
has rank 2 only. Due to the C° continuity condition (3.83) implies the identity #

@0
aFa—Tg), thus the C' geometric continuous condition between two patches can be expressed as

(1) (1 (2)
det(aF a(;’") oF 857 n) oF a(go ’”) —0,ne0,1] (3.85)

or

oF(1,n) 9F2(0,n) IF(0,71)
det( e g —0,n€[0,1] (3.86)

Substituting (3.82) into (3.85), and expanding the determinant in (3.85) gives

oo ONUa ) s aNUn) o INP(0,n)

with

(3.87)

a(l,n) = 9G,"(1,1) 965"(0.n) _ 9Gy”(0,n) 9G5 (1, )
’ on d& FE on
B(1,m) = 967 0,m) a6y (1,m) 961" (1,m) 9GP (0,m)
o dé & FE JE
o) = 201 (L) 96, (1.m) 96, (1,m) 3G, (1.m)

| %% o on 9E

When the common edge is parallel to &-direction, i.e. T(12) = GI(E,1) NG (&,0), the
C! continuous condition is rewritten as:

det(aF(l)(é’l) IR (E, 1) 8F(2)(§,0)> _0.co] (3.88)

26 7 dn 7 dn

or

IF(E,1) IF(£,0) IFP(£,0)) _
det( S e an >_o,§e[o,1] (3.89)

The expansion of (3.88) is given by:

(1) . ) (2)
R (U SR (.90

with
D&, 19657 (€, 0) 2 (&,0)965" (&,1)
(s, = 817 811 817 811
(&,0)9G65 (&, 1) V(& 1) 965 (E,0)

) 96" (&,1)9G5)(&,1) G} (E,1) 9GS (E,1)
Y(‘Svo): 1&5 287’] o 187‘1 28&




53 3.4. C'-continuous Isogeometric analysis on multiple patches

To ensure C'-continuity across the common boundary, we select enough collocation points
along the common edge to obtain a set of continuity constraints. As the geometries are ex-
pressed by the finite-dimensional space of Bernstein-Bézier basis functions (3.80), these con-

(1) and C(2), which

straints can be equated to many linear constraints on the Bézier coefficients c; ;

can be constructed as a homogeneous linear system
Hoc=0,c= ()12 (3.91)

Followed by the construction of the homogeneous linear matrix H. There are two kinds of
basis function in Z, i.e. the first kind only have support in one patch, while the second kind
have support in both patches. Only the second kind are relevant to the common boundary, thus
they are the focus here. The two bilinear patches are represented as B-spline patches of degree
(p,p) in [0,1]% and p = 3, the knot vector in each direction is inserted 7 equidistant inner knots
of multiplicity p — 1. There will be ¢ + 1 pairs of segments (i.e. common edge of neighboring
elements between two patches) along the associated common edge, shown as the red line in Fig.
3.2(a).

Since all the 2D basis functions are formed by the tensor products of 1D basis functions,
we discuss the basis functions in 1D. It is straightforward to extend the conclusions to 2D
cases. The B-spline basis functions of degree p = 3 are given in Fig. 3.3(a). We note that,
the derivatives of the first two basis functions (N 3 and N 3) are non-zeros at edge E=0.In
contrast, the derivatives of the last two basis functions (N7 3 and Ng3) are non-zeros at &=
1. With these basis functions, the common edge between both patches is only C° continuity.
Consequently, they are labeled as removed functions, and will be replaced by new basis. The
interior knots of the knot vector have p — 1 multiplicity, it implies that the basis functions on the
edge (suchas & =1/3 and & = 2/3) of two neighboring elements within a patch have p— (p—1)
continuous derivatives, i.e. C'-continuity. There are two purposes using the repeated interior
knots: decreasing the support area of each basis function while preserving at least C'-continuity,
and the removed basis functions only support edge elements (i.e. elements on £ =0and & = 1).

Here the B-spline basis functions are element-wise constructed by Bézier coefficients and
Bernstein functions, i.e. equation (3.80). The modified and new B-spline basis functions are
achieved by operating Bézier coefficients. The 1D cubic Bernstein functions (B 3(u), B23(u),
B3 3(u), Ba3(u)) are shown in Fig. 3.3(b). We can see that at u = —1, the derivatives of B; 3(u)
and [, 3(u) are non-zero. Therefore, the coefficients associated with these functions will in-
fluence the derivatives at the edge u = —1. Analogously, 3 3(«) and B4 3(u) will impact the
derivatives at edges u = 1. Since we consider functions of the second kind, only the Bézier co-
efficients along the common edge and in the neighboring columns are relevant. The coefficients
influencing the common edge continuity are marked by red dots in Fig. 3.2(b), and numbered
from bottom to top along the common interface. In total we obtain n, = 3p(tr + 1) + 3 coeffi-
cients c;.

Another important issue is to select suitable number of constraint conditions for the ho-
mogeneous linear system H where the nullspace determines the values of the relevant Bézier
coefficients. It can be obtained by calculating the constraint equations (3.87) or (3.90) at the
uniformly distributed collocation points on each segments (the red and blue lines shown in Fig.
3.2). To construct a determined system, the number of distributed collocation points should be
larger than n. (the number of undetermined Bézier coefficients), and they are uniformly selected
on each segment.

When solving a homogeneous linear system H- ¢ = 0, the null space is not uniquely defined.
If not select the nullspace carefully, it would result in basis functions with support over all the
boundary elements associated with the common interface, and possibly lead to ill-conditioning
and non-banded stiffness matrices with a large number of non-zero entries. We thus construct
a sparse basis of the nullspace of H by finding a minimal determined set of the coefficients.
Minimal determined set is a set of coefficients, where the Bézier coefficients can be chosen
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Figure 3.3: (a) 1D B-spline basis, degree p = 3 and knots £=[0, 0, 0, 0, 1/3, 1/3, 2/3, 2/3, 1, 1,
1, 1]; (b) 1D Bernstein basis of degree p = 3;

arbitrarily while preserving C'-continuity. To understand minimal determined set, we begin by
using Gaussian elimination to transform H into a block matrix

0n><r70n><m

H — |:Dr><r7AI‘><m:| (392)

where D, is r X r nonsingular diagonal matrix and A, is an r X m matrix. r is the rank of
A and m is the number of active points in a minimal determining set, i.e. the number of new
second kind basis. Thus, we obtain an initial minimal determining set containing all the points
corresponding to the columns of A, which form a basis of the null space ¢. Minimal determined
set is in general not uniquely defined. Here, we use the approach shown in Algorithm 1 [205] to
obtain the minimal determining set. This procedure also performs some kind of normalization
for the spline coefficients, which ensures that the resulting basis functions are well conditioned.

Algorithm 1 Computation of minimal determined set of homogeneous matrix

Input: H - homogeneous system
Output: MDS - minimal determined set of Bézier coefficients c;
1: Initialize MDS column index Iy;ps=[];
2: Bézier coefficients index I = [1,2,...,n.];
3: fori=1ton.do
4:  solve H- ¢ = 0 with condition ¢; = 1 and ¢; = 0 for j € IypsU (I1\[i])

5. if a solution c* exists then
6: find k such that Ic;l=max(lc*l)
7: Iups = Iups U [k]
8: endif
9 [= I_\[l]
10: end for

11: return MDS=[c¢;]

i€lyps
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h Open circuit T h Closed circuit

L -
(a) (b)

Figure 3.4: Electromechanical coupling cantilever beam with (a) open circuit boundary condi-
tions; (b) close-circuit boundary conditions.

3.5 Numerical examples

In this section, we first validate the present IGA formulation for dynamic flexoelectric calcu-
lations. Then, we use the present numerical model to discuss the influence of parameters in
vibrating flexoelectric systems. Finally, we construct a multi-patch C!-continuous complex ge-
ometry and analysis its dynamic effects.

3.5.1 Validation of the IGA flexoelectric model

3.5.1.1 Static flexoelectric benchmark

First, we validate the present IGA framework on a static flexoelectric benchmark. A beam
made of a flexoelectric material is considered, as shown in Fig. 3.4 (a). Displacements are
fixed on the left-end, and a static force F = 1 N is prescribed on the top-right corner along the
y—direction. On the right end, zero electric potential is prescribed to mimic an open circuit.
The beam has dimensions & x L. The length of the beam is L = 20/ and the thickness £ varies.
It is assumed that only the stress component 07; and electric field component E; are non-zero.
The analytical solution of the energy conversion d, ¢y for a 1-D flexoelectric beam model was
provided in Majoub et al. [206] as:

x| M
deff:m = (e +12(-))

B 7 (3.93)

where ¥ is electric susceptibility, & = 33 is dielectric coefficient, E is the Young’s modulus,
e = e31 is the transversal piezoelectric coefficient, and u = u;; is the transversal flexoelectric
coefficient. Then the analytical expression of the normalized effective piezoelectric constant
(NEPC) d* for this problem was provided as [206]

o defy Hi12\2
a = (112 (B2 3.94
ot = (1o ()’) 350

To simulate the one-dimensional analytical model in [206], we simplify our model by neglecting
the Poisson’s ratio (i.e. v = 0) and considering only the transversal piezoelectric and flexoelec-
tric constants ej3 and 1 to be non-zero. The numerical values of the coefficients are provided
in Table 3.1. For numerical calculations, the rectangular domain corresponding to the beam is
discretized with Ny x Ny B-spline elements of order 2. Considering plane strains, the matrices
Ky and Ky, in (3.52) are assembled using the values of C, a, e in (3.58) as:

1—v \%

0
E 033 0]
C= v 1-v 0 |,a= 3.95

(T+v(-2v) | | 0 1y « {0 033 (3.95)
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Table 3.1: Material parameters.

E \% Hi2 33 €31
100GPa 0 10nC/m  InC/Vm  -44C/m’

Analytical

O IGA

Normalized thickness

Figure 3.5: Normalized effective piezoelectric coefficient (NEPC) with respect to nomalized
thickness 7'.

10 42 00 0 0 |0 OO
“’_{0 0 00 pp 0] e_[e31 00] (3.96)

and G = 0 in (3.60). The NEPC is evaluated from the numerical IGA calculations by:

161 Kog o1

J* - %ul'Kuu'ul (3 97)
1#2Kggp- 2
%UZ'KW'UZ

where ¢ and u are the vector solutions of the linear system (3.52), and the subscript 1 and 2
correspond to piezo-flexoelectric effects and only piezoelectric effects, respectively. A com-
parison between the analytical and the numerical NEPC solutions are provided in Fig. 3.5 for
a fixed 240 x 24 B-Spline elements of order 2 and varying values of the normalized thickness
h' = —eh/u. A very good agreement between both solutions can be appreciated.

3.5.1.2 Dynamic benchmark

In this next example, we consider the free vibration of a cantilever beam with square section
where the left end is fixed and the other boundaries are free. The objective is to validate the IGA
scheme in the dynamic case. Here, the electromechanical coupling is not taken into account.
The analytical expression of the natural frequencies f, are given by [207]:

A} |Eh?
fr_27'cL2 m (Hz) (3.98)

where r is the frequency number, I = bh> /12 (b = h is width) is the moment of inertia for a
square section, p is the density, and A, are the roots of the characteristic equation:
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Figure 3.6: Natural frequency of an elastic beam: comparison between exact and present IGA
solutions.

1+cosA,.coshA, =0 (3.99)

Here, A is found numerically as A; = 1.875. The other parameters are the same as in the
previous example. The first natural frequency is computed from the IGA calculation by solving
the eigenvalue problem

()]
Ku—0’M=0, f= T (3.100)
A comparison between the present IGA and the exact solution is provided in Fig. 3.6,

showing a very good agreement.

3.5.2 Frequency response of a flexoelectric beam

In this example, the effects of flexoelectricity on dynamic voltage, power and displacement re-
sponses of a beam are investigated. The voltage and displacement responses are defined as the
absolute value of voltage and and displacement at the top right corner of the structure. The
power is obtained as P = %, where @ is the potential at the top right corner of the structure.
Both open and close-circuit boundary conditions, as depicted in Fig. 3.4 (a) and (b), are consid-
ered. The dimensions of the beam are 4 = 200 nm and L = 2000 nm. The left end is clamped
and an excitation force F(®) = Fyej @ is prescribed on the top right corner in the y-direction
with F, = 1 N. The effect of the resistor R is taken into account through Eq. (3.72). The ma-
terial parameters of the material composing the beam are taken from [167] and correspond to
a PZT/PZT composite. The corresponding coefficients are provided in (3.101)-(3.105). The
density is taken as p = 7500 kg - m—3.

To define the matrix G, we follow [208], and use the definition G;jyxin = C;jkiLmn, Where
we use Ly, = £0y,. There is no general agreement on the choice of the length scale ¢. In
[200], it is recommended that ¢ should be of the order of L, L being the typical characteristic
length of heterogeneities. Then, we have chosen here £ = 10~% m. Other authors have used
such values, see e.g. [60]. In [200], Askes et al. suggested the heuristic rule for the dynamic
length parameter ¢; > (. In their work, they employed a gradient elasticity model to fit wave

dispersion results of carbon nanotubes based on molecular dynamics (MD) obtained by Wang
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et al. [209], and found a good agreement with the MD results when ¢, is in the range 3/ - 35¢.
Then, in this work, ¢; was chosen as ¢; = 10¢. The modal damping ratios in (3.66) are found
as &, = & = 0.01. For the close-circuit of Fig. 3.4 (b), the potential on the top and bottom
surfaces is enforced to be equal using a penalty method and the penalty parameter is taken as
102 (see e.g. [210]).

The evolution of the voltage, y—displacement and power frequency responses is shown in
Fig. 3.7, when the value of the resistor R varies. First, we can notice that the use of a flex-
oelectric material instead of a purely piezoelectric creates a voltage response while the purely
piezoelectric material creates zero voltage (see Fig. 3.7). On the contrary, the displacement
response is significantly larger when considering non-flexoelectric material, and a small differ-
ence in the resonance frequency can be noticed. In Fig. 3.7(c), the amplitude of the output
power decreases with respect to the increasing resistors, while the increase of output voltage is
not significant.

132.1 84 0
Ci=| 8 1556 0 | (GPa) (3.101)
0 0 358

1365 1365 0 0 0 0 -
:{ 0 0 0 2.641 2.641 0}(“0 fCom) (3.102)
e:{—o.gzn —0.(5)217 81 (C-m2) (3.103)
2102 0 L
“ { 0 4.065] (nC* N ™) I
[132.1 0 0 84 0 0 |
0 1321 8 0 0 O
.l 0 84 121 0 0 0 0
=0 g 0o 1321 o o |*19 (3.105)
0 0 0 0 358 0
| 0 0 0 0 0 358

In this last test, we evaluate the variation of the dynamic response of the system with respect
to the dynamic length scale parameter ¢, which is varied from 5¢ to 30¢ (¢ = 10~% m). Results
are presented in Fig. 3.8. We can note that changing ¢; has no influence on the amplitude of
voltage and displacement responses, and only small influence on the resonance frequency.

3.5.3 Dynamic behavior of a flexoelectric beam with periodic wavy shape

In this example, the dynamic response of a flexoelectric beam with periodic wavy shape is
investigated, to illustrate the present numerical framework for more complex structural geome-
tries. The geometry of the beam is described in Fig. 3.9. The beam geometry is defined by
4 x 1 patterns of dimensions H; X H, as described in Fig. 3.9 (b) and parameterized by a pa-
rameter 4. The dimensions of the rectangular domain containing the patch are H; = 200 nm
and H, = 300 nm. The geometric data, i.e. the coordinates of the control points defining the
different NURBS curves of one cell, are provided in Table 3.2. Both open and closed circuit
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Figure 3.7: (a) Voltage, (b) displacement and(c) power frequency responses for varying values
of the resistor R in the open and close-circuit conditions.
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Figure 3.9: Flexoelectric beam with periodic wavy shape: (a) geometry and boundary condi-
tions; (b) initial IGA discretization of a periodic pattern.

Table 3.2: Control points B; ; and weights w; ; for the geometry shown in Fig. 3.9.

1 B; 1 (nm) Wi B;» (nm) W2
1 (0,0 1 (0 300) 1

2 (100-6h/5,0) 1 (100-6h/5,300) 1

3 (100-h,0) 1 (100-h,300) 1

4 (100-4h/5,h) Vv2/2  (100-4h/5300-h)  /2/2
5 (100,h) 1 (100,300-h) 1

6 (100+4h/5,h) Vv2/2  (100+4h/5,300-h)  v/2/2
7 (100+h,0) 1 (100+h,300) 1

8  (100+6h/5h,0) 1 (100+6h/5,300) 1

9 (200,0) 1 (200,300) 1
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Figure 3.10: (a) Voltage and (b) displacement frequency responses with respect to the geomet-
rical h parameter in the open-circuit conditions.

conditions are considered, but only the open circuit boundary conditions are depicted in Fig.
3.9. The closed circuit conditions are the same than in Fig. 3.4(b). The material parameters are
the same than in the previous example and are provided in (3.101)-(3.105) while the dynamic
length parameter is chosen as ¢; = 20¢.

First, the variations of voltage and y-displacements frequency responses are studied for a
variation of % in the open-circuit conditions. Results are shown in Fig. 3.10. It can be seen that
a larger 4 increases displacement response while a small increase on voltage response, and with
a significant decrease of the resonance frequency.

In Fig. 3.11, voltage, y—displacement and power frequency responses are presented for
the close-circuit, for different values of resistor R and fixed value of the parameter # = 50 nm.
We can note that in this configuration, the voltage and displacement responses monotonically
increase while increasing resistors decreases the power response. This suggests that an optimal
resistor value must be chosen to maximize the effects in the application of flexoelectricity to
energy harvesters.

The results associated with the same configuration but for the close-circuit with R = 0.01
Q are shown in Fig. 3.12. In that case, increasing the parameter / increases the voltage and
power responses, but still increases the displacement response. In all cases, increasing 4 slightly
decreases the resonance frequency. It is worth noting that in this example, varying 7 was done
easily by simply moving the control points in the present IGA framework.

3.5.4 h-p refinement effects on flexoelectric beam with complex geometry

In this example, we investigate the effects of mesh refinement (h—refinement) and high-order
approximation (p—refinement) of IGA to the dynamic analysis of flexoelectric structures with
complex geometry, which could arise e.g. from CAD (Computer Aided Design). The geometry
and boundary conditions of the beam are shown in Fig. 3.13. The geometric data, i.e. the
control points defining the different NURBS curves, are provided in Table 3.3. The material
parameters are listed in (3.101)-(3.105).

The maximum voltage frequency response is defined as the absolute value of voltage on
the first resonance frequency at the top right corner of the structure. The convergence of the
maximum voltage frequency response with respect to 2~— and p—refinements is presented in
Fig. 3.14. We can appreciate the convergence of the solution using either ~— or p—refinement.
We can also observe from Fig. 3.14(a) that increasing the order of approximation p may be
advantageous to quickly reach convergence, as compared to mesh refinement, which converges
more slowly (see Fig. 3.14(b)). This constitutes an advantage over classical FEM, as increasing
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Figure 3.11: (a) Voltage, (b) displacement and (c) power frequency responses with respect to
resistor R for a fixed radius 2 = 50 nm in the close-circuit conditions.
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Figure 3.12: Voltage and displacement and power frequency responses with respect to geomet-
rical parameter 4 for resistor R = 0.01 € in the close-circuit conditions
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MO

Figure 3.13: Flexoelectric beam with complex geometry: (a) geometry and boundary condi-
tions; (b) initial IGA discretization.

Table 3.3: Control points B; ; and weights w; ; for the geometry shown in Fig. 3.13

1 Bi,1(><10 nm) Wi 1 Bi’2(><10 nm) Wi2
1 (0,0) 1 (0,6) 1

2 (2,0) 1 (2,6) 1

3 (5,0) 1 (3,6) 1

4 (5,2) 1/2 (6,6) 1

5 (7,2) 1 (9,6) 1

6 9,2) 1/V2 94) 1/V2
7 (9,0) 1 (11,4) 1

8 (11,0) 1 (13,4) 1/V2
9 (16,0) 1 (13,6) 1
10 (16,2) 1/v2 (17,6)

11 (18,2) 1 (20,6)

12 (20,2) 1 (20,4) 1/v2
13 (22.2) 1 (22.,4) 1
14 (24.2) 1 (24.,4)

the order in FEM, especially considering C! continuity, introduces an intractable complexity.

As is shown in Fig. 3.14(a), the maximum voltage frequency response converge to a con-
stant value for each mesh when order p > 3. It is due to C! continuity requirement for flex-
oelectricity, where the strain gradient is calculated by second derivative of displacement basis
functions. For p = 2, the IGA elements are exactly ’constant strain gradient states’, and it is
possible to be discontinuous strain gradient values among elements, especially for coarse mesh.
While for order p > 3, it guarantees the smooth strain gradient variation among elements, and
the influence of higher order elevation won’t be as pronounced as the first one. It is worth to
mention that, the knot insertion on knot vector £ is done when construct the initial IGA geom-
etry, although p-refinement is performed, the continuity of the basis function at internal knots
remains unchanged, as is said in [103]. In addition, different number of degree of freedom for
each mesh will lead to different converging maximum voltage frequency responses.

3.5.5 C! continuous multi-patch beam with circular voids

In this example, we consider a beam with four circular voids, where the beam geometry is
constructed by 18 NURBS patches, as shown in Fig. 3.15. There are 21 common edges marked
in blue and 30 vertices. We also note 10 extraordinary vertices [v3, V4, Vs, V8, V13, Vi5, V17, V20,
Vs, V27], and each is contained in 3 or 4 patches. For multiple patches (more than 2) coupling,
the main idea is similar to the two-patch case. We then construct C'-smooth geometrically
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Figure 3.15: Beam with 4 circular voids, constructed by 18 patches

continuous isogeometric functions as described in section 3.4. The derivatives of several new
basis across the common edges among patches are shown in Fig. 3.16. In Fig. 3.16, (a) and (b)
present a typical derivatives of new basis across patch interface parallel to &-direction, while
in (¢) and (d), (e) and (f), however there are extraordinary new basis supporting the multiple
interconnected interfaces among patches. All of them are local support.

With C' continuous isogeometric functions constructed on multi-patch domain, we then
investigate the dynamic effects of this flexoelectric beam with circular voids. The height of
beam is H = 0.1um and length 0.5um. The beam is made of centrosymmetric flexoelectric
(non-piezoelectric) material SrTiO3 (STO), whose parameters are given in (3.106)-(3.109). The
density is p = 5120 kg- m™—3. The length scales are £ = 1 x 1078 m and ¢; = 10¢. The open
circuit conditions are considered where the left edge (v —v;) is fixed and grounded, while the
excitation force F () = Fyej @ is imposed on the down right corner (v3¢) in the y-direction with
F, =-1 N. The degree of isogeometric function is set as p = g = 3 and the beam is discretized by
17608 control points, wherein the number of new basis of second kind is 680 which construct
the C! continuous isogeometric functions across the common interfaces of 18 patches.

The evolution of the maximum voltage and y—displacement frequency responses are shown
in Fig. 3.17, when the value of the radius 7 varies. We can see from Fig. 3.17 that both the
first resonant displacements and voltages increase with the radius of voids increasing, since
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(a) (b)

(e) ()

Figure 3.16: The new basis of the second kind, x and y derivatives across the patches’ common

edges, wherein first row v3 — vy, second row (v3 — vy, V3 — Vi, V4 — Vg ), third row (vs — v7,
) R. R

Vs — V8, Vs — V12, Vs — Vo, Vg — Vie): (&) (¢) (&) 955 (0) (d) (D) 4}



67 3.6. Conclusion

-
N
o

=

(=}

o
T

I
e
©
s}
T

©
=}
©

o
=)
>

o
o
=
N
o
T

N
o
T

Maximum Voltage Frequency Response (V)
S
N

Maximum Y-displacement Frequency Response (nm)
(2]
o

»O

0 . . . . . . . . . . . . . .
400 410 420 430 440 450 460 470 480 00 410 420 430 440 450 460 470 480
Frequncy (MHz) Frequncy (MHz)

() (b)

Figure 3.17: (a) Voltage and (b) y-displacement frequency responses with respect to radius 7 of
circular void in the open-circuit conditions

the larger voids induce greater areas of heterogeneity, resulting in the improvement of resonant
voltages. However, the first resonance frequency increase then decrease as the radius of voids
changes from 0 to 0.4H. It should be note that the case of # = 0 is calculated by one-patch
NURBS surface. It indicates that the constructed C! continuous multi-patch beam is consistent
to the computation of one-patch cases. We can also observe from Fig. 3.18 that the maximum
voltages of the first resonance converge with mesh refinement.
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3.6 Conclusion

In this work, we developed an isogeometric analysis (IGA) framework to solve the dynamic
response of flexoelectric energy harvesters for arbitrary geometries, in the frequency domain,
including the inertial effect of deformation gradients. As compared to the previous related
works available in the literature, the IGA discretization was proposed here for the first time
to solve dynamic flexoelectric problems in the frequency domain. The conditions of both open
and close-circuits were formulated. The potential of the present formulation has been applied to
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Figure 3.18: Voltage frequency responses on the first resonance with respect to h-refinements
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evaluate the sensitivity of different parameters such as load resistors, flexoelectricity, dynamic
scale parameter and geometric features on the frequency response of output voltage, power and
displacements of beam-like dynamic energy harvesters, possibly including structural geometri-
cal features. It was shown that using a flexoelectric material instead of a piezoelectric material
has a critical influence on the voltage response of the energy harvester in open circuit condi-
tions, showing the optimal resistive loads in the close-circuits. We also observe that the dynamic
length parameter related to the gradient inertial term has only a small influence on the numerical
results. Then, we could conclude that creating large holes in a beam-like structure made of a
flexoelectric material can significantly increase voltage, power and displacement responses in
a dynamic energy harvester. Finally, the advantages of IGA for ~— and p—refinement in the
present flexoelectric context with applications to dynamic loads have been demonstrated for
complex geometries.

As another contribution, we proposed the construction of C! continuous isogeometric func-
tions for multi-patch domains. The C'-continuity across the common interfaces of multi-patch
domains is constructed by considering geometric continuity of surfaces where the C'-continuity
of isogeometric functions is achieved by ensuring that their geometric smoothness are of the
same order as that of their graph surfaces. Finally, a beam with 4 circular voids, comprised
of 18 patches, was constructed to ensure C' continuity. The numerical results showed that the
constructed C! continuous multi-patch beam is consistent to the one of one-patch cases. The
first resonant displacements and voltages of the flexoelectric beam with circular voids increase
with the radius of voids increasing, while the solution of the multi-patch beam converges with
mesh refinement.



Chapter 4

Topology optimization of direct and
converse flexoelectric composites using
computational homogenization

As concluded in previous chapter, the effective direct and converse flexoelectric properties of
periodic piezoelectric composites can be tuned to be much higher than the constituents, by
creating a heterogeneity through asymmetric geometric inclusions and multiple constitutive
materials. This serves as a motivation for our research in optimization designs of flexoelectric
properties in piezoelectric microstructures.

In this chapter, we present a topology optimization framework to design periodic compos-
ites comprised of piezoelectric constituents that exhibit large direct and converse flexoelectric
constants, respectively. This methodology leverages a representative volume element (RVE)-
based computational homogenization approach that enables the analysis of periodic composites
where the characteristic dimensions of the microstructure are significantly smaller than those
of the structure, and as such requires only the optimization of a single RVE rather than that
of the entire structure. We utilize this approach to formulate two topology optimization prob-
lems to enhance respectively direct and converse flexoelectric constants of micro structure for
piezoelectric composites, and then analyze the enhancement in direct and converse flexoelectric
constants that can be achieved in different types of PZT-based composites, including hard-hard
(PZT-PZT), and hard-soft (PZT-polymer composite, and porous PZT) structures. We show that
it is theoretically possible to obtain optimized designs of composites with apparent direct and
converse flexoelectric properties 1-2 orders of magnitude larger than ones obtained with naive
guess designs. We also identify different mechanisms governing the enhanced electromechan-
ical couplings, which can arise either from an enhancement of effective piezoelectricity in the
RVE for PZT-PZT composites, or from a more subtle interplay involving the enhancement of
effective piezoelectric and dielectric properties coupled with a reduction in mechanical compli-
ance for PZT-polymer and porous PZT RVEs.

This chapter is adapted from the published articles [167, 168].

4.1 SIMP topology optimization for direct flexoelectric com-
posites

In this section, we propose a topology optimization framework to design periodic composites
comprising piezoelectric constituents that exhibit large direct flexoelectric constants. The ap-
proach leverages the computational homogenization framework for effective flexoelectric ma-
terials developed in Chapter 2 of this thesis that enables the estimation of the (apparent) effec-
tive flexoelectric properties of a periodic composite made of piezoelectric phases. The adjoint

69
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sensitivity expressions are derived in this context and a SIMP (Solid Isotropic Material with Pe-
nalization) topology optimization framework is developed. This approach allows us to restrict
the analysis to a single representative volume element (RVE) that describes the microstructure,
and importantly does not require the optimization of the fully detailed structure. This presents
significant advantages when there is scale separation, i.e. when the characteristic dimensions of
the heterogeneities are negligible as compared to those of the structure.

4.1.1 Topology optimization problem formulation

Here we formulate the topology optimization problem to maximize the absolute values of the
flexoelectric tensor components in (2.89) and (2.110) in Chapter 2. First, the periodic unit cell is
discretized into N, finite elements which match the mesh used for solving the electromechanical
problem defined in the previous section. We define the material density p, in each element
e, e=1,2,....N, such that p, = 0 is associated with the inclusion/void phase and p =1 is
associated with the matrix phase. The topology optimization is formulated as follows:

Maximize : |F;ju(p)]
subject: KU=F

Ze 1PeVe/( o1 Ve) =f
0<p. <1, e=1,2,....,N,

4.1)

The discrete system KU = F is defined in Egs. (2.65)-(2.70) in Chapter 2. Above, v, is the
volume of an element e and f is the inclusion volume fraction.

We use the SIMP method [21, 22, 23] to solve the problem. In this framework, the local
material properties are interpolated with respect to the local densities in a continuous manner,
using penalty exponents to enforce local densities to converge to values close to 0 or 1. Selection
of exponents has been investigated in [211]. For composites made of two phases, we use the
following expression:

[Ciji(P)] = PP ICLa] + (1= pP)[Cly]
[0 (p)] = pP*[at;] + (1 — pP*)[07]
[Eij(P)] = P[4, + (1 — pP*)[EL ] 4.2)

where the superscript 1 and 2 are associated with phase 1 and phase 2, respectively and pc,
pa and pe are penalty exponents. In most of the numerical examples, these values are chosen
as pc = pa = pe = 3, except in a few cases where pe = 4 is sometimes used to improve the
convergence. For the optimization of porous materials, a fictitious material with small values of
the (stiffness, dielectric, piezoelectric) properties is used to mimic the void phase.

The above problem (4.1) requires evaluating the gradient of the objective function with
respect to the local densities (subsequently referred to as sensitivities). The objective function,
i.e. the effective flexoelectric tensor, is written in matrix form as (see section 2.3.2):

[F(p)] =(BHT:C: Al =T .£: A= BHT : 7. D! — (0" . - D) (4.3)

where we have omitted the dependence to the coordinates x and design variable p to alleviate
the notations. The developed expressions for the sensitivities are given the next section. The
optimization problem (4.1) is solved by the Conservative Convex Separable Approximations
(CCSA) optimizer [144].

A useful parameter to compare different piezoelectric and flexoelectric materials is the elec-
tromechanical coupling coefficient denoted as K. The coupling coefficient is a measure of the
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conversion efficiency between mechanical and electrical energy using the piezoelectric material.
It takes the same indices as the piezoelectric coefficient £ and is formulated as [212]

Kij = —= 4.4
! VeiiSyy @b

with
D] =[€):[C7", [e=(&):[C1": (] +[a]): [C]~", S]=[C] ", (4.5)

where D, € and S denote the piezoelectric coefficient, dielectric constant and compliance matrix,
respectively.

4.1.2 Numerical analysis of sensitivity

The gradient of flexoelectric tensor [F] with respect to p, is expressed as:
OIF] _ 0B [C(p)JAY) _ () [E(p)IA]) _ a((BY) [E(p)I'D!) _ () [a(p)]DY),
ap ap ap ap ap
_H{(VDBIIC(p)IBu(Wu — W)} (Vo )BG[E(P)IBu(Wu — W)}
= Ip " op
L IVi)By [E()I"Bo(Wo = Wo")} I{(Vo")BY [cx(p)]By(Wy — W)}
ap ap

)
(4.6)

Expanding Eq. (4.6), we have

J|[F]
dp

(Vi)
dp

+(V,)B, [C(p)]B,

79 (By [C(p)|B)
dp

B;[E(p)]Bu(Wy — W)

BY [C(p)|Bu(W, — W,5) + (V)

I(Vy")
dp

:< (Wu - Wux)
d(W,—W,5)

ap

+{

(W, — W,
dp

(Wy —Wy")

}

- O(BT[£(p)]"By) @D

dp

y—{ 3 B [ (p)|By(Wy — Wy™)

d(Wy —Wy")
dp

d(Bgla(p)|By)

(W — W)+ (Vo B [ax(p)]By 1y

After rearranging Eq. (4.7), we obtain
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m T
L OTe) (B (0B Wy — W)+ BL ()] By (W — We))

2 )<B£[5(p)]Bu(Wu—Wu) B a(p)] By (Wo — Wy))
. IWy— W)
(V! o

I(Wy — Wy")
dp

T
VT <a(35[<C(p)]Bu)> W W) 4 (Vo) <a(B¢ [«;’ip)]Bu)>(WM_WMX)

T T d(BLa(p)|B
+(Vu)T<a(B”[ga(g)] B¢>>(W¢—W¢x)—(V¢)T< ( ¢[af)p)] ¢)>(W¢—W¢x)

+[C(P)IBu+ (Vo")BYE(P)]B)

< )BI
+((VI)BLIE(P) By — (Vo )BY [ (p)]By )

(4.8)

The adjoint method has been widely used for sensitivity analysis of gradient-based opti-
mization algorithm [213], also employed here. The corresponding Lagrangian function of opti-
mization problem (4.1) is formed by introducing an adjoint vector A as:

L=F+A(KU—-F) 4.9)

Due to KU—F =0, then 4 = [A;, i;](i = 1,2,3) can take arbitrary values. Differentiating
the Lagrangian function L with respect to the design variable p, it gives,

IL _@+l8(KU—F)
op dp op

The KU = F is defined in Egs. (2.65)-(2.70) in Chapter 2. Substituting these equations into
(4.10), then dividing the expression (4.8) as 4 parts, denoted by 1,11,111,1V, we have:

(4.10)

1

. T
%I;] :a(avp . <BT[C(p)]Bu(Wu — W)+ B [E(p)] By (Wy —Wy"))
< Wy — W) — Bﬁ[a(p)]B¢(W¢—W¢x>>
T

K¢u - (V(PT)

IKyy (VT Ko
3[) + ap Kuu+(Vu) ap M1

:ag p‘{ ) {<Bﬁ [C(p)Bu) (W, — W) + (BL[E(p)] By ) (Wy — W) + K5 +me}
+8(V¢T){<BT[5( )IB.) (W, — W) — (BG[ax(p)]By) (Wo — W) + Kgp A1 —K
ap 916 WP)[Bu)\ Wu u 9 1(P)[ By ¢ 0") +KppAi ¢uu1}
0 8KTM Ky, .
+{(V¢T>%+<VD a,f }A1+{—(V¢T) ;(If +(V§)a§p }m

(4.11)
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As Eq. (4.11) holds for arbitrary vectors A and 1, the adjoint vectors A; and p; can be
T
chosen as the solution of the following adjoint equation to eliminate the implicit terms a(gp )

and a(gp ) . Then the corresponding adjoint problem is defined as,

2 { (BT IC()IB) (Wa— W)+ (BE(p)]By) (Wo — W) + K, A1 + Kipta } =0

a(V X X

200 L (BT (£ (0)]Bu) (Wi — W) — (B [ex(p)Bg) (W — W) + Kgg A1 — Koyttt } =0
(4.12)

and written in matrix form, gives

{Kq;qﬁ —qul { Al } :_{ <B§[5(p)]Bu>(Wu_Wux)_<B$[ (P)]Bg)(Wy —Wy") 1
Ko Kuu g (B, [C(p)IBu) (W — W) + (B [E(p)]"By) (W — W)
(4.13)
Part I of (4.11) is given by
o[F" IW
_ /vTRT T u
55 =(VIBLIC(p)IB.+VEBIIE(P) B 2
IW
+(VIBIIE(P)) By~ ViBa(p)]By) =5 °
JK W, JK oW, OF
T 99 9 ou 9
+)‘2{ ap ot R gy Wt Rey, 9P}
JK} oW, 0K oW, OF
r)_~ 9uyw, g 20 T OWu _9%u
+u2{ ap o Regp gy Wt Rugm =50
_ T /pT T /pT aw
= {VEBLIC(P)IBA) + Vo™ (BYIE(P)]B) + M Ko+ s K } 750t
IW
+{VEBIIER)) o) = V(B a(p)]By) + MKy g — pI KL, | 55
oK oK oF oKj oK oF,
T 00 u . 0 T) du uu _
+)\2{—ap W + op W, p }-i—;tz{ —ap Wy + p —W, ap
4.14)

The derivatives of body forces with respect to p must also be evaluated. Using the same
method as for Part /, after eliminating the displacement derivatives, the adjoint problem for Eq.
(4.14) reads:

Koo —Kou | | X2 | _
K K H2

[ (B £ (p) BV, ~ Bzg[ (p)[By)V, wis)
du

(B, [C(p)IB.)V.u+ (B, [E(p)]"By)Vy

Similarly:
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= ((VD)BLIC(p)IB. + (Vo' )BY[E(p)]B,) (‘aWi)

+{((VD)BLE(0)]"By — (VB [ex(p)]By ) (‘ 8W¢x>
U, 8K¢uU %}

JK
AT 22U, + K= +
3 op ¢ ¢0 ap ap

JK{, Uy K, U,
+ {—a—;’w —K], 52+ Y, 4 Ky =

% 9p ' ap

U,
ap

+ VI IE(p)) Box) + (VoT) (B [cx(p)]Byx) + AT Ko — I KE, } 52

OK 9Ky, IK§, 9K,
+A3T{ 20U, + ¢Uu}+u3T{— ;’U+ 51U,

= {—VZ (B4 [C(p)IBux) — Vo (BGE(p)]Bux) + AT Koy + usKW}
U,
ap

ap ap
(4.16)
The adjoint problem for Part /1] is written as:

{ Koo —Kou ] { A3 } _ { —<B§[5(P)]BuX>Vu+<B7£[06(P)]B¢X>V¢ }
Kou  Kuu 13 —(B, [C(p)|Bux) Vi — (B [£(p)] " Byx)V,

From Eq. (4.8), we can obtain Part /V, which is explicit and can be easily calculated in
terms the interpolation function Eq. (4.2).

a[F ] Z(Vu)T <B5a([C(p)])Bu> (W, —W,) + (V(P)T <B£MBM> (W, —W,")

(4.17)

ap ox dx
v (B 2wy —wy) (v (mp 212 g, ) w, —wy
(4.18)

After solving all the above adjoint problems, we can get the whole explicit sensitivity of
flexoelectric tensor with respect to density p as:

F oK,
ﬂ:{wwa;{g"f’ V5" }A1+{—(V¢T)ﬂ+(V§)aK””}m

ap ap ap
AT {8§;’¢W¢x Koury { Kouw ;(puuwux}
+<VM>T<‘9(B5[§£””B)>(W W)+ (V)T < bl )]B”)><wu—wm

T
VT <a<Bz (5 a(g)]TBw > (Wo— W) — (Vo) <8<B¢ [cx(p)1By)
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4.1.3 Numerical investigation

In this section, the proposed computational homogenization framework is applied to optimize
the components of the effective flexoelectric tensor of a two-phase composite. More specifi-
cally, we investigate the optimization of the Fi2,1, F2221, Fi112 and F»112 coefficients, as these
coefficients characterize polarization under the action of bending. The other coefficients of the
flexoelectric tensor, i.e. Fi111, F>111, F1202, F>22> are not investigated here, as they correspond to
polarization under more complex strain gradient modes. The homogenization and optimization
is performed on a periodic heterogeneous material composed of piezoelectric phases. We con-
sider three cases: (1) a composite made of two stiff piezoelectric phases; (2) a composite made
of a stiff piezoelectric matrix and soft polymer inclusion; (3) a porous piezoelectric material. In
all numerical examples, the RVEs are discretized by 60 x 60 8-node quadratic finite elements.

4.1.3.1 Ceramic/ceramic piezoelectric composite

We first consider a two-phase composite made of piezoelectric phases. Each phase is made with
PZT (lead zirconium titanate ceramics). To induce a heterogeneity, the crystal lattice is oriented
by a mismatch angle of @ = 7 in the inclusion phase. The related properties of the matrix and
inclusion are indicated in matrix form in (4.20)-(4.23), in which the subscripts m and i refer to
the matrix and inclusion, respectively [214].

131.39 83.237 O

[C"] =[C'] = [83.237 154.837 0 | (GPa), (4.20)
0 0 358

mi i 2079 0 IR

("] = ]:{ 0 4.065} (nC-m~ -V, 4.21)

my | —2.120582 —2.120582 0 _

[Em] = { 0 0 01 (C-m™2). (4.22)
n [2.120582 2.120582 0 _

€] = { 0 0 0} (C-m™2). (4.23)

We perform the topology optimization of the inclusion shape with respect to the flexoelectric
coefficients Fi»p; and 5115, and set the inclusion volume fraction to f = 0.4. As a first guess,
the design variables are uniformly set to p, = 0.4 (e = 1,..., N, = 3600). The guess design with
triangular shape which is illustrated in Fig. 4.1a has been investigated in [179] and will serve
as a comparison solution with respect to optimized topological designs.
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\ /

e B

(a) (b)

Figure 4.1: Unit cells with triangular inclusions with inclusion volume fraction of f = 0.4,
polarization P and the mismatch angle 6 between matrix and inclusion phases; (a) guess design
used for computing F 1551 and F»112; (b) guess design used for computing F 111> and F)»1.

The final optimized unit cell topologies are shown in Figs. 4.3a and 4.6a, where the opti-
mization process converges in about 60 iterations for Fj»»1 and F»1,. In all figures, the copper
and black colors refer to the inclusion and matrix phases, respectively. Iteration histories are
shown in Fig. 4.2. In current paper, the words ’Normalized Flexoelectric F’ showed in all the
iteration figures is defined as "Fjy /75?; ’, the F?i{ means the reference solution obtained by
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unit cell with triangular shape inclusion.
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Figure 4.2: Topology optimization process with respect to normalized flexoelectric components
and volume fractions for the PZT/PZT: (a) Fi2;, 1 x 1 cells; (b) Foy12, 1 x 1 cells; (¢) Fiao1,
2x2 cells; (d) Fz] 125 2 x 2 cells.

The final values for the optimized microstructures are Fir = 1.365 x 107* C-m~! and
Fy110 =2.689 x 10~* C-m~!, which represents a significant improvement of the values as com-
pared to the reference triangular solutions of 79.61% and 83.55% for Fiy;; and F>11;, respec-
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tively. It should be noticed that the obtained values are higher than naturally flexoelectric ma-
terials, such as BaTiO3 and PMN-PT [215] whose flexoelectricity is reported as of the order of
107 C-m~ L. It is worth noting that in the present procedure, the initial design is homogeneous,
which explains that the flexoelectric coefficients are initially zero.

Figure 4.3: Optimal topology for Fi»»1: (a) PZT/PZT, 1 x 1 cells; (b)PZT/PZT, 2 x 2 cells; (c)
PZT/polymer, 1 x 1 cells; (d) PZT/void, 1 x 1 cells.

(d)

We consider the optimized RVE of Fig. 4.3a and we use the same material parameters as in
(4.20)-(4.23). Here again, the RVE is composed of 1 x 1 unit cell. The dimensions of the RVE
are varied according to & = ¢/{y, where {, = 1 mm and ¢ is the length of the RVE. It appears
clearly from Fig. 4.4 that F varies according to &.

The electromechanical coefficients for the reference RVE with triangular inclusion are ICgelf =

0.0929 and Kg‘;f = 0.0736. For the optimized Fj»y, the coupling coefficients are found as
K31 = 0.1141 and K3, = 0.0903, increasing respectively by 22.8% and 22.7%. Similarly, for
the optimized F>112, the coupling coefficients are found as K31 = 0.1183 and K3» = 0.0937,
with each increasing by 27.3%.

To gain more insight into the mechanisms driving the increase in the flexoelectric constants,
we plot in Fig. 4.5 the local electric field component E, and local strain gradient component
V€12 within the optimized F311> unit cell shown in Fig. 4.6(a) for a prescribed strain gradient
Veyo = 1 m~!. This is done as the value of the flexoelectric constant F, jki depends on the
polarization direction a, and the strain gradient VE&;;;. We can observe that both the electric field
and strain gradient are localized within the microstructure, roughly at the interface between the
PZT matrix and PZT inclusion. Furthermore, the electric field is asymmetric with respect to the
polarization direction, which is required to obtain non-zero flexoelectric constants. While the
strain gradient and electric field are both localized at the interface, the enhancements are not as
large as for later examples using a hard/soft interface, and thus the enhancement in the optimized
F>112, while excellent at 83.5%, is smaller than the later optimized hard/soft structures.
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Figure 4.4: Size-dependent effective strain-gradient properties F12»; for RVE with topology of
Fig.4.3a
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Figure 4.5: Electric field (E>-component) and strain gradient (V€;12-component within the PZT-
PZT-optimized microstructure corresponding to the optimized F»11, in Fig. 4.6(a).
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To understand the enhancement in electromechanical coupling coefficient K, we examine
the different terms contributing to it in Table 4.1. There, we find that for the PZT/PZT case,
because the matrix and inclusion are comprised of the same material, the compliance S and
dielectric matrices € have the same values. Therefore, the increase in electromechanical cou-
pling K for the hard/hard composite is entirely driven by the enhancement in effective RVE
piezoelectric constants D.

A
y

(©) (d)

Figure 4.6: Optimal topology for F>112: (a) PZT/PZT, 1 x 1 cells; (b)PZT/PZT, 2 x 2 cells; (c)
PZT/polymer, 1 x 1 cells; (d) PZT/void, 1 x 1 cells.

Next, we investigate the influence of the volume fraction f on the obtained geometries
obtained by optimizing Fi,; and 511, in Figs. 4.7 and 4.8, respectively. We first note that the
volume fraction has a direct influence on the obtained geometry. When f is around 0.5, a simple
layered structure is obtained. However, more asymmetric geometries with respect to the y—axis
are induced for other volume fractions. In addition, the corresponding values of the optimized
coefficients do not increase monotonically with the volume fraction, but reach the largest value
around f = 0.5, leading to Fip; = 1.43 (x107* C-m™ ") and F>11» =2.767 (x1074 C-m™1).
When the unit cell is homogeneous (f = 0 and f = 1), the flexoelectric coefficients vanish.

It has been in shown in [179, 195] that in the present computational framework, the effective
flexoelectric properties quickly converge with respect to the number of unit cells. Next, a2 x 2
periodic repetition of unit cells is investigated to determine the influence of using more cells
within the RVE for the calculations. Each unit cell is composed of 60 x 60 elements, thus
4 x 60 x 60 elements are used in the 2 x 2 unit cells.

The optimized structures of the 2 x 2 periodic unit cell are obtained in Fig. 4.3b and
Fig. 4.6b for f = 0.4. In that case, the maximum values of the flexoelectric coefficients are
Fioo1 =1.616 (x107* C-m~ 1) and F>11» = 3.298 (x10~* C-m™"). The coupling coefficients
are obtained as K3; = 0.1449 and K3, = 0.1147 for optimized Fj5y;, and K33 = 0.1169 and
K30 = 0.0925 for optimized F>;1>. Then, a notable change is obtained as compared to the 1 x 1
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Figure 4.7: Optimal values of flexoelectric coefficient Fi251 and corresponding topologies with
respect to volume fraction of inclusion.

unit cell. However, the obtained topologies are very similar, which suggest that the topology op-

timization can be conducted on a single unit cell, while the effective properties can be estimated
using more repeated unit cells.

4.1.3.2 Ceramic/doped piezoelectric polymer composite

In our second example, we replace the misoriented and mechanically stiff PZT inclusion with
a soft, dielectric, polymer inclusion (polyvinylidene fluoride, PVDF). The elastic, piezoelectric
and dielectric properties for the polymer are given below. In comparison to the PZT properties in
Eqgs. (4.20)-(4.23), all of the polymer properties are 1-2 orders in magnitude lower than for PZT.
Despite this, we shall demonstrate in this example that the potential of increased strain gradients
that may be possible by using hard/soft composites can lead to effective flexoelectric constants
and electromechanical coupling constants that can exceed those of the PZT/PZT composite in
the previous example. The material parameters of matrix PZT are expressed in (4.20)-(4.22),
while the material properties of PVDF are described in (4.24)-(4.26) [216].

~ [6.066 3.911 0
[C]= [3.911 6.066 0 | (GPa) (4.24)
0 0 1078

o] {0.025 0

-1 y-1
0 0.084} (nC-m~'. v~ (4.25)

, 1272 0.
[E] = {0 07 00573 8] (C-m~2). (4.26)



81 4.1. SIMP topology optimization for direct flexoelectric composites

04 T \w ‘w T w( T /w

\

T T

g

o

&
1

, (x103Cc.m™)
S
1
1

1
X
1
o
I
1

Flexoelectric F
S
N
()]
I
1

03 1 | | | | | | | !
0 0.1 0.2 0.3 0.4 0.5 0.6 0.7 0.8 0.9 1

Volume fraction

Figure 4.8: Optimal values of flexoelectric coefficient F>11, and corresponding topologies with

respect to volume fraction of inclusion.
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Figure 4.9: Optimal topology for F>»5;: (a) PZT/polymer; (b) PZT/void.

(a) (b)

Figure 4.10: Optimal topology for Fi112: (a) PZT/polymer; (b) PZT/void.

Yy -

(a)

We perform topology optimization of the PVDF inclusion with respect to the flexoelectric
coefficients F221, F>221, Fi112 and F>12. To ensure that these results can be compared against
the previous PZT/PZT results, we set the volume fraction of the PVDF inclusion to be f =
0.4 for all cases. Similarly, the initial guess is set by p, = 0.4, e = 1,2,....N, = 3600. The
periodic density conditions are considered here. The final optimal unit cells of the flexoelectric
coefficients F251, F2201, F1112 and F>1 5 are obtained in Figs. 4.3c, 4.9a, 4.10a and 4.6¢. In these
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Figure 4.11: Topology optimization process with respect to normalized flexoelectric compo-
nents and volume fractions for the PVDF/PZT: (a) Fi221; (b) F>221; (¢) Fi112; (d) Fop12.

figures, the cyan and black colors refer to the inclusion PVDF and matrix PZT, respectively.
Iteration histories are shown in Fig. 4.11. The reference solutions calculated by a triangular
PVDF inclusion as in Fig. 4.1 are shown in all cases.

We obtained four different optimized unit cells, and a significant improvement can be found
compared to the reference triangular solutions. The optimal absolute values are Fjy; = 1.484 x
1074 Cm™!, oy =3.49%x 107> Cm ™!, Fi112=7.33x 107 C-m ™! and F11, =2.006 x 10~*
C-m~!, which imply increases by 1462%, 113%, 254% and 1431%, respectively. Interestingly,
despite being comprised of a polymer inclusion whose (elastic, piezoelectric, and dielectric)
properties are all about two orders of magnitude smaller than the PZT matrix, the flexoelectric
constants are quite similar to those obtained for the optimized PZT/PZT composites discussed
previously, with significantly larger percentage enhancements. We compare the optimal topol-
ogy configurations of the PZT/PVDF composites by F2y,| with regular and irregular meshing
in Fig. 4.12. The two similar topologies with regular and irregular meshing present that the
obtained optimal topology doesn’t depend on the meshing. In Fig. 4.13, we present the bending
deformation of unit cell optimized by F>;1,, induced by electric fields.

The mechanism for this can be seen in Fig. 4.14, where the electric field and strain gradient
of the optimized unit cell for F5115 previously shown in Fig. 4.6(c) are shown. In comparing
the magnitudes of the electric field and strain gradient for the PZT/polymer RVE in Fig. 4.14
and the PZT/PZT RVE in Fig. 4.5, both the electric field and strain gradient for the hard/soft
PZT/polymer case are 1-2 orders of magnitude larger than in the PZT/PZT case, which is rea-
sonable given the curved hard/soft material boundary that exists within the RVE. Because the
flexoelectric constants are dependent on the product of the electric field and strain gradient, this
explains how the flexoelectric constants of the PZT/polymer case can rival and/or exceed those
of the PZT/PZT case, as summarized in Table 4.2, despite being comprised of constituents with
smaller physical properties.

The electromechanical coupling coefficients are also improved in the optimized designs.
We obtain K3; = 0.409 and K3, = 0.2694 for optimized Fio1, K31 = 0.1059 K30 = 0.2444
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Figure 4.12: Optimal topology for F75,; on PZT/polymer: (a) with regular meshing; (b) with
irregular meshing
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Figure 4.13: Deformation and strain &, of optimized unit cell in Fig. 4.6¢ induced by electric
filed E;

for optimized F>1y1, K31 = 0.4981 and K3, = 0.3226 for optimized Fi12, while K31 = 0.0337
and K3 = 0.3136 for optimized F>11>. In contrast with K3; = 0.3151 and K3, = 0.067 for
triangular PVDF, the values of K3, for the optimal unit cells are improved by 302.1%, 264.8%,
381.5%, 368.1%, respectively, while KC3; for the optimal unit cells increases by 29.8%, -66.4%,
58.1% and -89.3%. We can note that the value of K3; for optimized F»>»y; and F>11, decrease.
However K3, for all other optimized unit cells increase. For optimized Fi»; and Fj1;», both
electromechanical coefficients can be improved.

The mechanisms underlying the enhancement in electromechanical coupling coefficients
corresponding to the PZT/polymer composites that maximize F»q1p differ from those previ-
ously discussed for the PZT/PZT composites. In examining the contributions to the coupling
coefficient K in Table 4.1, we see that due to the multiple materials that comprise the RVE, all
of the effective properties, i.e. compliance S, dielectric & and piezoelectric D change during the
RVE optimization. For the K3; constant, a significant decrease during optimization is found,
which is driven by the significant decrease in the corresponding piezoelectric D3; constant.

For the K3, constant, a nearly four-fold increase is observed during optimization. Some of
this is due to the doubling of the D3, piezoelectric constant. However, the optimization also
leads to an increase in the dielectric properties €, and a decrease in the compliance S, as shown
in Table 4.1. The increase in effective piezoelectric and dielectric properties are related to the
enhanced localized electric field shown in Fig. 4.14, while the enhanced strain gradient shown
in Fig. 4.14 is connected to the reduction in compliance. Thus, for the PZT/polymer RVE, it is
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Figure 4.14: Electric field (E;-component) and strain gradient (V&;j2-component) within the
PZT-PVDF-optimized microstructure shown in Fig. 4.6(c).

this subtle interplay between the electrical, mechanical, and electromechanical properties that
leads to the increase in electromechanical coupling.
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4.1.3.3 Heterogeneous porous microstructure

In our final example, we consider a unit cell composed of a piezoelectric material with properties
described by Egs. (4.20)-(4.22), while the second phase is void. The flexoelectric coefficients
Fi21, 5201, Fi112 and F>11, are considered. To model the void phase, soft properties are chosen
for the void as [C*) = 1072 x [C™], [£"°] = 1077 x [€™] and [a"*"] = 1077 x [a™].

The optimization is performed with respect to the different flexoelectric coefficients inde-
pendently. In each case, the optimization process converges in roughly 80 iterations. Here,
the volume fraction of the solid phase is constrained to f = 0.6, such that the void (inclusion)
volume fraction is 0.4, the same as for the PZT/PZT and PZT/polymer composites. The initial
design is a homogeneous unit cell with densities p, = 0.6 (e = 1,..., N, = 3600). Periodic den-
sity conditions are used here. The final optimal design for the coefficients Fi221, F>221, Fi112
and F>;1, are summarized in Figs. 4.3d, 4.6d, 4.10b and 4.9b, while their iteration histories
are shown in Fig. 4.15. The reference solutions obtained by a triangular void as in Fig. 4.1
are reported in each case. We can see that four different optimized design are obtained for the
different coefficients. It is interesting to note that the obtained geometries obtained by optimiz-
ing Fi21 and F>11, have the same symmetry, as well as F>y; and Fjj1>. In addition, we can
note that even though the materials are different, the topologies obtained for the same optimized
component can show significant similarities (see e.g. Figs. 4.9a and 4.9b).
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Figure 4.15: Topology optimization process with respect to normalized flexoelectric compo-
nents and volume fractions for the PZT/void: (a) Fi221; (b) F>112; (¢) Fi112; (d) Fanog.

The obtained absolute values are Fio; = 7.99 x 107> C-m™ !, F5;;p =3.85x 10> C-m™!,
Fi11p =236 x 107 C-m~! and Fyy; = 1.15 x 1077 C-m~!. In contrast with the flexoelectric
properties of the unit cell with triangular void, we get a very large gain in the optimized struc-
tures for the components of Fi21, F>112 and Fi112, which are improved by 924%, 293% and
145%, respectively. However, only an increase by 15% for F>55; is obtained, and it has the sim-
ilar topology as the reference triangular unit cells. We obtain K31 = 0.4175 and K3, = 0.2226
for optimized F1221a IC31 = 0.2086 and 1632 = 0.2064 for optimized F2221, 1631 =0.3038 and
K32 = 0.1657 for optimized Fi 112, while we have K31 = 0.2940 and K3, = 0.2833 for optimized

Fr1z.
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We show in Fig. 4.16 the electric field and strain gradient for corresponding to the optimized
PZT/void microstructure in Fig. 4.6 that maximizes F>;1,. Similar to the PZT/polymer case in
Fig. 4.14, the electric field and strain gradient are largest around the PZT/void interface, though
the magnitude of each is smaller than in the PZT/polymer case. For that reason, the resulting
flexoelectric constants for the PZT/void RVEs are smaller than the PZT/polymer and PZT/PZT
RVEs, as summarized in Table 4.2. The mechanism for the changes in electromechanical cou-
pling are also similar to the PZT/polymer case. Specifically, localized electric field-driven in-
creases along the PZT/void boundary lead to enhancements in the effective piezoelectric and
dielectric properties, while the enhanced strain gradient is related to the reduction in compli-
ance, with the interplay resulting in an increase in KC31 and an increase in Ks.
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Figure 4.16: Electric field (E;-component) and strain gradient (V&;12)-component within the
PZT-void-optimized microstructure in Fig. 4.6(d).

We summarize in Table 4.2 the optimal values for flexoelectric coefficients found in the
different composites. For reference, the values are compared with the flexoelectric coefficient
of BaTiO3 [39]. As can be seen, the RVE-based topology optimization approach leads to unit
cells whose effective flexoelectric constants can exceed, by significant amounts, the flexoelec-
tric properties of BaTiOs3, as driven by the different electromechanical mechanisms discussed
previously.

Table 4.2: Optimized flexoelectric coefficients for PZT/PZT, PZT/PVDF and porous PZT com-
posites.

Fio IZNE Fa Fiin
PZT/PZT 136 uC/m 268 uC/m
PZT/PVDF 148 uC/m 200 uC/m 35 uC/m 73 uC/m
Porous PZT 80 uC/m 38 uC/m 11 uC/m 23 uC/m
BaTiO3 [39] 10-50 uC/m

4.2 SIMP topology optimization for converse flexoelectric com-
posites

In this section, we combine the homogenization approach with topology optimization to obtain
tailored microstructures with converse flexoelectric properties, aiming to enhance the converse
flexoelectric constants of periodic piezoelectric composites. The sensitivity expressions of the
converse flexoelectric tensor with respect to design variables are derived based on a SIMP (Solid
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Isotropic Material with Penalization) model. We show in the numerical examples that it is theo-
retically possible to obtain optimized designs of composites with apparent converse flexoelectric
properties 1-2 orders of magnitude larger than ones obtained with naive guess designs.

4.2.1 Topology optimization problem formulation

In this section, we formulate the topology optimization problem to maximize the absolute values
of the converse flexoelectric tensor components in (2.93) in Chapter 2. First, the periodic unit
cell is discretized with a regular mesh of N, 4-node quadrilateral finite elements. We define the
inclusion material density p, in each elemente, e = 1,2,..., N, such that p, = 1 is associated with
the inclusion phase and p, = 0 is associated with the matrix phase. The topology optimization
is formulated as follows:

Maximize : |K;ju(p)|
subject : KU F

Y.L 1Peve/( o= 1Ve)—f
0<p,<l, e=1,2,...N,

(4.27)

We still use the SIMP method to solve the problem. The local material interpolation scheme
is same as those in (4.1). In the numerical examples, the penalty exponents are chosen as

pc = pa = pe = 3.

4.2.2 Adjoint sensitivity

The above problem (4.1) requires evaluating the gradient of the objective function with respect
to the local densities (subsequently referred to as sensitivities). The adjoint method is also
employed here to obtain the numerical sensitivity. The objective function, i.e. the effective
converse flexoelectric tensor, is written in matrix form as:

(K] =(—(A°)"[C]B" + (D°)" [€]B' + (A°)"[€]h' + (D) [a]h") (4.28)
The corresponding Lagrangian function for the optimization problem (4.27) is formed by
introducing 3 adjoint vectors Ay, Ay and A3 as:

L=K+4 - (KU-F)" -\ +A] . (KZ-F) + A} . (KV—-F) (4.29)
where KU — F = 0, KU — F = 0 and KV — F = 0 holds respectively for arbitrary adjoint vectors
A1, A2 and A3. Differentiating the Lagrangian function L with respect to the design variable p,
we have:

JL 0K J(KU-F)T r 0(KZ— F)+)\T d(KV —F)

o ap MR AT, (30
The detailed expression is presented in the following:
IK] _,d(=(A%)T[CIB!) I(D)T[EBY) I((A")T[€]h!)  I((D°)"[ah’)
op = op + op + p * ap )
A{—(UDBLC(p)|Bu(Zy— 7))  O{—(Up")BG[E(p)]Bu(Zy — Z3)}
= ap " ap
T\RT T T\RT (4.31)
H{—(U,)B, [E(p)]"By(Zy —Z5)}  9{(Up” )Byx(p)IBy(Zo —Z)}
+ p + p )
LRGPV HK()Z0)) |y 2K(p) V()

dp dp 3 dp
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After some algebraic manipulations, we finally obtain the explicit sensitivity as:

o T
@:{Wﬂ‘% e }A1¢+{—<U¢T>@+<Uz>a“"“}Am

ap ap ap ap
0Kpy,,  IKpu, OFy r | Kb 9K, IF,
oK Ko, IK§, 9Ky
+ A, {—a;”"’vq, + al;” Vu} +AI, {— a;f Vot =5,V

(U <B£a[(§§)p)] Bu> (Zu—Z,) + (Uy)T <Bq{a[§—§f)]1}u> (Zu— Z)

T 0 E T X T Ja X
+ (Uy) <B5%Z)]B¢> (Zy —Zy") — (Uy) <B£%B¢> (Zy — Z¢(4)32)

where the adjoint vectors [A1g; Aryl, [A2g; A2u] and [Azg; Az,] can be calculated by solving
the following adjoint equations:

[Kw —KWHAW}:_[ (BT [ax(p)By) (Zo — zx B;efp MZy~2.5) }

Kj,  Ku ALy —(BT[C(p)IBu)(Zy— Z,*) — (BL[E(P)) "By ) (Zy — Zqz4)33)
and

Koo —Kou | [ Ap | _ [ (Bila(p)IBy)Uy — (BG[E(p)]Bu) U,

[K&, Ko szu} {—<B5[@<p>]Bu>Uu—<Bf[s<p>1TB¢>U¢} (339
and

{ Koy —Kou ] { Az } _ { —(Bg[a(p)|Byx)Uy + (B (p)|Bux) U, } (4.35)
Kou  Kuw ]| Asu (B, [C(p)IBux) U+ (B[ (p)]"Byx)Uy

The optimization problem (4.27) is solved by the Conservative Convex Separable Approxi-
mations (CCSA) optimizer [144] based on the adjoint sensitivity.

4.2.3 Numerical examples
4.2.3.1 Topology optimization of the ceramic/ceramic piezoelectric composite

In the previous chapter, having established that the converse flexoelectric effect makes a sig-
nificant contribution to the overall flexoelectric response of the PZT/PZT composites, we now
perform topology optimization to determine topologies that maximize the converse flexoelec-
tric contributions. We thus consider the topology optimization of a two-phase composite made
of piezoelectric phases. Each phase is made with PZT (lead zirconium titanate ceramics) as in
the previous example. Here, the crystal lattice is oriented by a mismatch angle of 6 = 7 in the
inclusion phase. Then via (2.141)-(2.143) in Chapter 2, the properties of the inclusion phase
can be obtained as [C?] = [C!] given by (4.20), [@?] = [«!] given by (4.21) and [£!] given in
(4.22).

We perform the topology optimization of the inclusion shape with respect to the converse
flexoelectric coefficients K111, K2211 and K121» and set the inclusion volume fraction to f =
0.4. As a first guess, the design variables are uniformly set to p, = 0.4 (e = 1,..., N, = 6400).
The guess design with triangular shape which is illustrated in Fig. 2.3 has been investigated in
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(a) (b) (c)

Figure 4.17: Optimal topology for K for the PZT/PZT composite: (a) Ki111; (b) K2o11; (c)
K212

section 2.4.2, recalling that the reference solutions are taken as the extremum values of K111,
K»>>11 and K131, for the triangular microstructure at 6 = 7 in Fig. 2.7 (a), and will serve as a

comparison solution with respect to optimized topological designs, i.e. Fﬁ]; . =0.1860 x 1073
C-m™! ?ngil =0.1181 x 1073 C-m~! and fﬁ{z = 0.0504 x 1073 C-m~!. However, for
the components K112, K227 and K»2,, the reference solution obtained by microstructure with
triangular inclusion are all zero at @ = 7, as shown in Fig. 2.7(a). Therefore, we do not consider
topology optimization for those components in the present case of PZT/PZT composites.

The final optimized unit cell topologies are shown in Figs. 4.17, where the copper and black
colors refer to the inclusion and matrix phases, respectively. The iteration histories for K111,
K»>>11 and K21, are shown in Fig. 4.18. It is noted that the present optimization procedure leads
to stable and convergent optimal solutions. The final values for the optimized microstructures
are Ki111 =0.3525 x 1073 C-m ™!, Kp211 = 0.2241 x 1073 C-m~! and K711 = 0.0955 x 1073
C-m~!, which represents a significant improvement as compared to the reference triangular
solutions by a factor of 1.89 for the components K111, K2>11 and K»1>. From Fig. 4.17, we
can see that the three optimized unit cells obtained by K111, K211 and K15 have similar
topologies. Finally, we note that the optimized microstructures are similar to the ones obtained
by optimizing the direct flexoelectric constants F»y; and Fo11 for the PZT/PZT case [168].

4.2.3.2 Topology optimization of the ceramic/doped piezoelectric polymer composite

In this example, we replace the stiff PZT inclusion with a soft, dielectric, polymer inclusion
(polyvinylidene fluoride, PVDF). The elastic, piezoelectric and dielectric properties for the
polymer are given below. In comparison to the PZT properties, all of the polymer proper-
ties are 1-2 orders in magnitude lower than for PZT. The material parameters of matrix PZT
are expressed in (4.20)-(4.22) [214], while the material properties of PVDF are described in
(4.36)-(4.38) [216].

[6.066 3.911 0
[C?]= |3.911 6.066 0 | (GPa) (4.36)
0 0 1.078

» [0.025 0 -
|= 0 0084 (nC-m™" -V ) (4.37)

0.1272 0.0873 0 -
[ez]:[ 0 0 0} (C-m™?) (4.38)
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Figure 4.18: Topology optimization process with respect to normalized flexoelectric compo-
nents and volume fractions for the PZT/PZT composite: (a) K1111; (b) K2o11; (¢) K1212.
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(b)

L

(d)

Figure 4.19: Optimal topology for K for the PZT/PVDF composite: (a) Ki111; (b) K2211; (c)
Ki212; (d) K2222; () K2212; () K1211-

®

We perform topology optimization of the PVDF inclusion with respect to the converse flexo-
electric coefficients K111, K2211, K1212, K2222, K2212 and K121;1. To ensure that these results can
be compared against the previous PZT/PZT results, we set the volume fraction of the PVDF in-
clusion to be f = 0.4 for all cases. Similarly, the initial guess is setby p, =0.4, e=1,2,....N, =
6400. The final optimal unit cells of the converse flexoelectric coefficients K111, K2211, K1212,
K>722, K212 and K111 are shown in Fig. 4.19. In these figures, the cyan and black colors
refer to the inclusion PVDF and matrix PZT, respectively. The reference solutions calculated
by a triangular PVDF inclusion as in Fig. 2.2(b) of Chapter 2 are shown for each case. The
reference values obtained are K111 = 0.0432x 1073 C-m~!, K251 =0.0139 x 1073 C-m™ !,
K1212=0.0073 x 1073 C-m™!, K2220 =0.0262 x 1073 C-m~ !, K212 = 0.0033 x 1073 C-m ™!
and K111 = 0.0004 x 1073 C-m™! for the PZT/polymer composites with triangular inclusion.

We obtained six different optimized unit cells, and a significant improvement can be found
as compared to the reference triangular solutions. The optimal absolute values are K11 =
0.3420x 103 C-m ™1, K211 =0.2054x 1073 C-m ™!, K212 =0.0923 x 1073 C-m ™!, Kp0p =
0.1218 x 1073 C-m™!, K212 =0.3267 x 1073 C-m~! and Kj2;; = 0.0821 x 1073 C-m™ !,
which represents increases by factors of 7.92, 14.78, 12.64, 4.65, 99 and 205.25 times, re-
spectively. Interestingly, despite being comprised of a polymer inclusion whose (elastic, piezo-
electric, and dielectric) properties are all about two orders of magnitude smaller than the PZT
matrix, the flexoelectric constants are quite similar to those obtained for the optimized PZT/PZT
composites discussed previously, with significantly larger percentage enhancements.

In Figs. 4.20 and 4.21, we depict the local electric gradient and strain components of the
optimized microstructures that are associated with the converse flexoelectric coefficients K>27»
and K511, respectively. In the different cases, we can note that the optimized geometry favors
the localization of these fields near the interfaces, which may be expected due to the problem
being one of a soft inclusion within a stiff matrix.

The numerical investigations revealed that the apparent converse flexoelectric coefficients
in a composite made of periodic triangular inclusions have the same order of magnitude as the
direct flexoelectric properties of the local constituents. We show that optimized designs can lead
to effective converse flexoelectric properties which can be improved by 1-2 orders of magnitude
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Figure 4.20: Electric field gradient component VE»; and strain component &, within the PZT-
PVDF microstructure corresponding to the optimized coefficient K7757.
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Figure 4.21: Electric field gradient component VE|; and strain component €, within the PZT-
PVDF microstructure corresponding to the optimized coefficient K171;.
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as compared to guess designs for ceramics/ceramics or polymer/ceramics composites.

4.3 Conclusion

In this chapter, a topology optimization framework has been proposed to maximize the effec-
tive direct flexoelectric properties of composites made of piezoelectric phases, then extended
to enhance the converse flexoelectric properties. The original contribution here is to combine
computational homogenization for flexoelectric materials with Toplogy Optimization of mi-
crostructures. We use a homogenization method to estimate the direct and converse flexoelec-
tric properties from the distribution of local phases in a Representative Volume Element (RVE),
which precludes the necessity of optimizing the entire structure. The electromechanical cou-
pling computational homogenization framework to estimate the effective direct and converse
flexoelectric tensors of periodic piezoelectric composites was already formulated in Chapter
2. A SIMP (Solid Isotropic Material with Penalization) method was used to interpolate the
material constitutive properties of phases with spatially varying densities. The adjoint numeri-
cal sensitivities of direct and converse flexoelectric coefficients were respectively derived. The
topology optimization problems were performed to maximize the absolute values of the flexo-
electric tensor under the constraint of a constant volume fraction of inclusion. Results show that
on several cases (piezo-piezo, piezo-polymer and porous piezo-composites), the present scheme
allows increasing the effective direct and converse flexoelectric properties up to 1-2 orders of
magnitude as compared to a naive "guess" design.

We found different mechanisms to enhance the flexoelectric properties, and the electrome-
chanical coupling. Specifically, piezo-piezo (hard/hard) composites generated an enhanced
electromechanical response through enhancement of their effective piezoelectric properties. In
contrast, piezo-polymer (hard/soft) composites generated an enhanced electromechanical re-
sponse through an interplay of enhanced electromechanical (piezoelectric) and electrical (di-
electric) properties, and reduced mechanical compliance, which result from significantly en-
hanced local electric fields and strain gradients along the hard/soft interface. We believe that
the present framework has the potential to design high-performance flexoelectric components
for use e.g. in energy harvesting systems, sensors or actuators without the need for materials
exhibiting intrinsically high flexoelectricity, that will be further discussed in the next chapters.



Chapter 5

Multiscale topology optimization of an
electromechanical dynamic energy
harvester made of non-piezoelectric
material

In the realm of flexoelectric composites, research has concentrated on developing piezoelec-
tric composites using non-piezoelectric materials, driven by earlier work [24, 25]. Traditional
piezoelectric composites usually include lead-containing PZT for higher permittivity. Piezo-
electric responses, achieved in these composites made of purely flexoelectric materials, can be
comparable to common single-phase piezoelectrics. Non-piezoelectric flexoelectric materials
can serve as low-cost, lead-free alternatives to traditional piezoelectric materials, thereby pro-
moting the sustainability of electromechanical applications.

In this chapter, a multiscale topology optimization method has been proposed for the design
of electromechanical energy harvesting systems converting mechanical vibrations into electric
currents made of non-piezoelectric materials. At the microscopic scale, the material is assumed
to be periodic, porous and flexoelectric, although not piezoelectric. A first step of topology opti-
mization is performed, in order to maximize the effective (homogenized) flexoelectric properties
of the material. As a result, the effective material, although made of a non-piezoelectric mate-
rial, has apparent piezoelectric properties. In a second step, these properties are used to model
the behaviour of a dynamic electromechanical energy harvesting system structure. A second
topology optimisation step, this time performed at the structural scale, aims to maximize the
system Electromechanical Coupling Factor (ECF) for a given forced vibration frequency. At
both scales, an Isogeometric Analysis (IGA) method is employed to solve the strain-gradient
problems numerically. We show that the optimized structure obtained offers significant gains in
terms of ECF compared with non-optimized structures of the same volume, over a wide range
of excitation frequencies. The procedure could open up new possibilities in the design of energy
recovery systems without the use of piezoelectric materials.

This chapter is adapted from the published articles [217].

5.1 Homogenization of heterogeneous flexoelectric materials

5.1.1 Micro RVE problem

We first present a framework to perform the homogenization of microstructures made of flex-
oelectric materials. We consider a periodic composite (see Fig. 5.1(a)) characterized by a
Representative Volume Element (RVE) defined in a domain Q,, € R? whose boundary is de-
noted by d€,,,, as shown schematically in Fig. 5.1(b). The phases within the RVE are assumed

95
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0Q

Phase 2

(a) (b)

Figure 5.1: (a) Periodic flexoelectric structure and (b) Representative Volume Element (RVE)
made of two phases.

to be linearly flexoelectric and characterized by an elastic tensor C, a dielectric tensor ¢ and
a flexoeletric tensor (. The energy density function of a purely flexoelectric material (non-
piezoelectric) at the microscale is defined by:

1 1
W = Ecijklgijskl - EaijEiEj — Ui j EiVE i (5.1)
where € denotes strain tensor, E denotes electric field vector, related to the electric potential ¢
by E; = —¢;, and V& denotes the third-order strain gradient tensor.
The local equilibrium equations are given by

Cij,j — Tijk,jk — Ji = R1; =0, in Ly, (5.2)

di,i = R2 = 0, in .Q.m (53)
with:

0ij = Ciju€u (5.4)

di = 0;;Ej+ Wi VEju (5.5)

Tikt = —MijkiEi (5.6)

where ¢ denotes the stress tensor, f is body forces vector, d is the electric displacement, and
T denotes the couple stress. The RVE is assumed to be subjected to macroscopic loads, i.e. a
macroscopic strain €, a macroscopic electric field E and a macroscopic strain gradient Ve which
are defined at the scale of the structure. They are transferred to the RVE through the quadratic
boundary conditions:

U =€;x; + %gijkxjxk +i; on dQ,, (5.7)
with

8ijk = Ve i+ Veuj— VEj (5.8)
and

¢ = —Ex; on 9Q,, (5.9)
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The forces f in (5.2) have been introduced to induce purely uniform fields of derivatives
when the RVE is homogeneous. Their expression is given by:

fi=CijuVeu, (5.10)

Using superposition, the local strain field e(x), local electric field E(x) and local strain
gradient field Ve(x) at a point x € Q,, can be expressed in the form:

€ij(x) = A g (X)Epg — Bjp (X)Ep — Ajjpgr (X) VEpgr (5.11)
Ei(x) = D?pq(x)gpq o h? ( )E szqr( )Vgpqr (512)
Ve;ji(x) = ‘]lekpq (*)€pg — Qijkp( )Ep— ‘Iiljkpqr(x)vgpqr (5.13)

where the local fields A, BY, Al, DO, h0, D!, JO, QO and J! are obtained by solving Egs. (5.2)
and (5.3) on the RVE by the Isogeometric Analysis method (IGA). More details are provided in
Section.5.1.2). Substituting (5.11)-(5.13) into (5.1), the effective (homogenized) flexoelectric
tensor is obtained as:

- 0 0 1
nuijkl = < qulc quAl‘Sjkl + h apl]Dqﬂcl + quruuPC]rSDSJkl +hpinupqrs‘]qrsjkl> (514)

where (-) = % J(-)dV. In the above, the dependence to x has been ommitted to alleviate the
notations. The 2D matrix form of the effective flexoelectric tensor can be written as:

ﬁ:{gllll Emz E1221 Elzzz E1121 Ellzz (5.15)
Horir Moria Mooo1 Moo Moi21 Mo122

5.1.2 Calculation of effective flexoelectric tensor

The strain and electric fields solutions, strain gradient fields solutions of the problem (5.3) can
be expressed as the functions of the effective strain, electric and strain gradient fields as

€ = AYipgEpg — BYpEp — AlipgrV Epar (5.16)

E;= D?pqépq W Ep =D} VEpgr (5.17)

Veije = TpaEra — QioE p = iikpgrV Epar (5.18)
We define the displacement and electric fields matrices:

U={Uy;U,}, V={Vy;V.}, W={Wy;W,} (5.19)

U, = [ul, v, v’], vV, = [u* v’], W, = [ub u’,ud,u’ u'® u'l] (5.20)

Uy =[0.¢%.8°), Vo = [¢".0°], Wy =[¢°.¢".4°.¢".6"", 9] (5.21)

The displacement fields u’ and the electric fields ¢’ are the vector columns containing re-
spectively the nodal displacement and electric potentials solution of the localization problems
Egs. (5.3) with the boundary conditions described in Table 5.1.

The matrices associated with the tensors A%, BY, A, D%, A% p0 D! JO QO and J! in (5.16)-
(5.18) can be computed according to

A’(x) =B,(x)U,, BYx)=B,(x)V,, A'(x)=B,(x)W,; (5.22)
D’(x) = =By (x)Uy, h°(x) = —By(x)Vy, D'(x) = —By(x)W, (5.23)
) =H,(x)U,, Q°(x)=H,(x)V,, J'(x)=H,(x)W, (5.24)

Substituting (5.22)-(5.24) into (5.14), we have the effective flexoelectric tensor in matrix
form as

= <VTBTCB W, — VIBIaByW, + VIH! 1By W, +V¢B¢uHuWu> (5.25)
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Table 5.1: Elementary solution corresponding to the prescribed macroscopic strain, electric
potential and strain gradient components

Field | (€11,€2,€12) | (E1,E2) | (V€111,VER, VE2, VEN), VEI12, VEIR)
ul, ! (1,0,0) (0,0) (0,0,0,0,0,0)
w, p? (0,1,0) (0,0 (0,0,0,0,0,0)
w, o’ (0,0,3) (0,0) (0,0,0,0,0,0)
ut, p? (0,0,0) (1,0) (0,0,0,0,0,0)
w, P (0,0,0) (0,1) (0,0,0,0,0,0)
u, ¢° (0,0,0) (0,0) (1,0,0,0,0,0)
u’, ¢’ (0,0,0) (0,0 (0,1,0,0,0,0)
ud, p® (0,0,0) (0,0) (0,0,1,0,0,0)
v, ¢’ (0,0,0) (0,0) (0,0,0,1,0,0)
u'? !0 (0,0,0) (0,0 (0,0,0,0,1,0)
ull P! (0,0,0) (0,0 (0,0,0,0,0,1)

5.2 Dynamic flexoelectricity at the macro scale

We consider a structure defined in an open domain  C R2, with boundary 9, and associated
with the macro scale problem. At this scale, the composite is modeled by a homogeneous
material whose effective properties have been defined with respect to a given microstructure
geometry in section 5.1. Over the boundary of the domain dQ2, mechanical displacements and
tractions are prescribed over parts of the boundary denoted respectively by dQ, and d€; , as
well as electric potential and surface charge density over portions dQy and dQp, respectively.
In addition, the strain gradients are associated with other types of boundary conditions defined
over portions of the boundary dQ, and dQ,. The boundary conditions are imposed such that
0Q,U0dQ; = dQyUdQp =dQ,UIQ, = dQand dQ,NIQ; = dQy NIQp = IQ,NIQ, = 0.
We define the electric enthalpy density & for a linear electromechanical system as:

~ 1= 1_ _ _ 1—
h :Eci jui€ij€ — 5 i JEEj—eijkEx€ij — Wi EiVEju + EGi iktmn Y €ijkV Emn (5.26)

where C, @, e and 1 are the effective (homogenized) elastic, dielectric, piezoelectric and flex-
oelectric tensors, respectively, while G corresponds to the higher-order strain gradient elastic
tensor (see a complete definition of these tensors in Chapter 3). For the sake of simplification,
we assume here G in the form: G; iklmn = C; jimlin» Where £, is material length parameters. Note
that in this section, we do not use special notation to differ the quantities from microscopic ones
in the previous section, to avoid burdening the notations.

The constitutive equations are derived as:

oh _ _ _
di= g = aijEj+eiji€ji+ Hijiy VEjn (5:27)
1
oh  _
Oij = 5. = Cijxi€a — €ijiEx (5.28)
8,'j
oh — _
Tijk = av—gljk = GijkimnV Emn — .uijklEl (5.29)

By integrating over 2 we obtain the electrical enthalpy as

1
H = 5/ (G,-je,-j—|—'L',-jkV8,-jk—D,-E,-)dQ (5.30)
Q
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The work W of external mechanical and electrical forces is given as
wex :/ z;’u,-dS—/ Db¢ds (5.31)
Ql QD
The Rayleigh dissipation can be written as
|
R=> /Q Vi it (5.32)

where V;; is viscous damping coefficients and () is time derivative.
The kinetic energy taking into account micro-inertial effect is defined by

1
K = 5/ po(blibli +£§u,-,ju,-7j)d§2 (5.33)
Q

where py is the density, ¢; is a dynamic scaling parameter (micro inertia characteristic length).
The acceleration gradient term is generally introduced to obtain physically acceptable dispersive
wave velocity [200] in strain-gradient models.

The governing differential equations for the electromechanical system are derived from the
Hamiltons principle:

)
5/ (H—W —K)d =0 (5.34)
n
After algebraic manipulation, the weak form of balance equations are obtained as:

/Q (pou’,ﬁui +E§L’i,~,j5u,~7j + Gijggij + Tijk6Ve,~jk + Vijl/'ti5uj) dQ — / t,-d5u,~dS =Rj3

I

(5.35)

/ ;69,40 — / D!5¢dS = Ry (5.36)
Q 9Qp

The problem is completed with boundary conditions:

¢ = ¢9 on 9Q (5.37)

din; = —D% on 9Qp (5.38)

ui = u? on 9Q, (5.39)

tr =nj (O — Tijxi) —Dj (nitij) =1t on 9L (5.40)

Ui jnj = v,d on dQ, (5.41)

nin;Tijk = r,‘f on d0Q, (5.42)

where ¢>d, Dﬁ, u?, t4, v¢ and rz are the prescribed electric potential, surface charge density,
displacements, tractions, normal derivative of the displacement and the higher-order traction,

9(.) 9(.)

respectively. n is the unitary normal vector to the boundary dQ and D;(.) = 3= —njng3.=.
J q

Here, we assume v¥ = rg =0ondQ, and 0Q,.

5.3 Topology optimization of flexoelectric micro and macro
structures

We formulate a two-scale topology optimization of an electromechanical energy harvester made
of non-piezoelectric material. At the microscale (see Fig. 5.2 (a)), the periodic microstructure of
the material is optimized to maximize its flexoelectric effective properties. Then, homogeniza-
tion is performed to obtain the corresponding coefficient of the macroscopic electromechanical
properties. At the structural level (macro scale, see Fig. 5.2 (b)), a second topology optimiza-
tion step is performed to maximize the electromechanical coupling factor (ECF) of the harvester
under dynamic conditions. The overall procedure is summarized in Fig. 5.2.
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a)
4
Microstructure Microstructure
Initial design Optimized design
Energy harvester Energy harvester
with optimized microstructure ~ with optimized microstructure
Initial design Optmized design

Figure 5.2: Multiscale topology optimization strategy for the design of the electromechanical
energy harvester made of a non-piezoelectric material: (a) micro scale topology optimization
problem; (b) macro scale topology optimization problem

5.3.1 SIMP framework with IGA

A SIMP topology optimization is adopted, where the geometry is defined within a design do-
main by means of densities p defined over the nodes of a mesh. In the present work, an Iso-
geometric Analysis (IGA) scheme is used both for solving equilibrium equations at micro and
macro scales, but also to define the interpolation of densities within the topology optimization.
The main advantage of IGA in the present framework is to allow C! continuity, which is re-
quired to solve the equations of the strain-gradient flexoelectric problems at both micro and
macro scales. A complete description of the IGA discretization scheme can be found in Chap-
ter 3. The density design variables are defined on control points, i.e. nodal densities. These
densities are used to interpolate the material properties in a continuous manner, using penalty
exponents to enforce local densities to values close to 0 or 1. In SIMP, the material properties:
elastic tensor, flexoelectric tensor, dielelctric tensor and mass, are interpolated as follows:

Cijui(P) = CJi + PP (Clyy — CIAT) (5.43)
Wik (P) = 1 + P (W — 1) (5.44)
j(p) = o™ p”“(a — ot (5.45)
m(p) = ’"”’+p( —m™") (5.46)

where the symbol (" represents small numerical values assiated with void (no material).
The same interpolation scheme is used to interpolate the other material tensors, at both micro
and macro scales. The coefficients p., py, p, are a numerical penalty exponents. Different
coefficients can be used for the other material properties.

5.3.2 Microstructure topology optimization problem

At the micro scale, the objective is to obtain the largest effective flexoelectric coefficients by
designing the microstructure of the periodic flexoelectric composites. The topology optimiza-
tion problem is then formulated so as to maximize one specific component of the effective
flexoelectric tensor in (5.47).
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Man3 Hijr
RIEP;ZO (5.47)
. R(p)=0 :
Subject to : -
ubject to mePdVSf
0<p<l,

where f™ is the micro volume fraction constraint, or density of the material.

5.3.3 Macroscopic dynamic electromechanical topology optimization

Once the microstructure is optimized from the previous section description, the obtained ho-
mogenized properties are used as material properties in the macro equations describing the
behavior of the energy harverster in Egs. (5.27)-(5.29), (5.35)-(5.36). Then, a second Topology
Optimization step is performed at the macro structural level. Here, the objective is to maximize
the dynamic electromechanical response of the structure. More specifically, the electromechan-
ical coupling factor (ECF) of an electromechanical systems under harmonic excitation for a
given frequency is defined as:

I, (o)

K2 = - o) (5.48)
:%/ )01 (0)dQ (5.49)
/ )Cijri€x (@)dQ (5.50)
where the I, (®) and IT,,(w) are electric and mechanical energies, respectively, and E; =
7> with ¢ is the complex conjugate to ¢, and g; = —Vju7, with i is the complex conjugate

to u;.

The topology optimization problem is formulated so as maximizing the ECF kgff at a given
excitation frequency, under volume and compliance constraints:

- — 1 _ Ou(ep)
Ngn. J(p) = 2, ()~ T(0p)

Ja, PAV < Y
Ra(p) =0 (5.51)
Subject to : R4(p) 0
Clp) < Cms
0<p<l,

In the above, V? is the design domain volume and V" is the maximum volume of the
structure. In Eq. (5.51), C(p) =IL,(0) is the static average compliance, which it is expected
to eliminate disconnected domain by ensuring a minimal stiffness to the structure.

5.4 Sensitivity analysis

To solve the effective flexoelectric coefficients enhancement problemn (5.47) for microstructure
and the electromechanical coupling efficiency optimization problem (5.35)-(5.36) for energy
harvester based on the gradient-based mathematical programming method, The adjoint method
is employed to derive both the numerical sensitivities.
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5.4.1 Microstructure analysis

The effective flexoeletric tensor can be wirtten by compact form as

- L [V]" Koo Kou] [Wo
= —— 5.52
We define
_ Koo Ky
K; = 5.53

By using the adjoint method, the corresponding Lagrangian L™ for the effective flexoelectric
tensor components optimization problem (5.47) is formed by introducing adjoint vectors A{" and

A" as:
L"=p— (V'K —Fv AT — (X)) (KgW - Fyy) (5.54)
Where VI K —Fy! =0and KW —Fy ! =0 are the IGA discrete forms of (5.11) with bound-

ary condition shown in Table 5.1, and they hold for arbitrary vectors A{" and AJ". Differentiating
the Lagrangian L™ with respect to the design variable p™ gives:

oL" I I(V'Kg—FyT)
dpm  dpm opm

70(KeW —Fy 1)
ap™

AT = (A7) (5.35)

We finally obtain the adjoint sensitivity of effective flexoelectric components with respect

to the density as
I ([Kop  Kou]) [Wy
8pm <{KT K.l |w, (5.56)

5.4.2 Energy harvester analysis

om 1 |:V¢ !

aIp" QO | Vu

For the energy harvester in dynamics, the first derivative of the objective function J with respect
to the nodal design variable p; ; is calculated as

JIl,, I, — 11 dIl,

dJ _ dpi; " Ipi
(5.57
8pi7] Hg )

Th I, aHe . . .
e terms 5% oY and are derived by chain rules, respectively

dIl oIl,, dpi; Ip

U Pij . 2P (5.58)
api] &pl] apl] apz,]

oI,  JIl, &p, J ap,,, (5.59)

Iy iy i Ipi
Iy,

B a—

respectively. The correspondlng Lagrangian equations are constructed as:

BIL

Furthermore and

is explicit calculated by introducing an adjoint vector A and A°,

an — Hm - )\i (KtotUtot - Ftot) - )\5 (KtotUtot - m) (5-60)
LHE = He - )\7 (KtotUt()t - Fmt) - AS(I(t()tljmt - m) (561)
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where the discrete system of coupling equilibrium equation K;,;U;,; = F;, is defined in (5.35)
and (5.36), while K;,;U;,; = F;,; is the corresponding conjugate counterpart. Both equilibrium
equations hold for arbitrary A° and A°. The sensitivities of the Lagrangian equations with
respect to 5,-7 j are written as

aLl'Im _ anm + al—Im . aUmt an aUtot c a(I<z‘0tUt0t - Ftot) _ }\c a(I<z‘0tUt0t - m)
api,f api,j aIjlot api,j aUmt apl,j : api.,j 2 api.,j
(5.62)
aLHE _ aHe 4 aHe ) aUtot aH aUmt e a(Kthmt - Ftoz) Y a(Kthmt - m)
api7j &pi,j aUtot 3151',]‘ 8Ut0, a 0 Pi.j ! 8;3i,_,- 2 8ﬁi,_,~
(5.63)
We finally obtain the sensitivities of mechanical and electrical energy w.r.t p; j,
dll, 1—79dKy, 7 OKor — 79Kt
= —_—= = —R ¢ - = < —= = . 4
dpis 2U b U e{( 1) 2p Uror +(A3) o5 Usor (5.64)
dng l—T 8K¢¢ 8Kmt &Km,
— =—® — P —Req (A] _ A —=— 5.65
dpi; 2 op eq (AT op —2 Ui+ (A9)" o5 Utor (5.65)

where Re{-} means the real part of the complex. The adjoint vectors are calculated by the
following adjoint equations

Ko\ = 5% (5.66)
KinA§ = ggt Z (5.67)
Ko XS = 8812; (5.68)
Ko\ = ;IIJE:I (5.69)

To solve the adjoint equations, we can use the same mechanical and electric boundary con-
dition as the problem (5.35)-(5.36). The derivatives of material density distribution field p with
respect to nodal density field p presented in (5.58)-(5.59) can be obtained as

% =R (E:1) (5.70)
i,j ’
pij w(r; ;) 5.71)

aPi,j_Z ): w(r; ;)

Substituting (5.64)-(5.65)-(5.70)-(5.71) into (5.58) and (5.59), finally into (5.57), the ex-
plicit sensitivity of objection function with respect to nodal density variable p can therefore be
obtained. The micro and macro optimization problems in (5.47) and (5.51) are solved by the
conservative convex separable approximations (CCSAs) optimizer [144] based on the adjoint
sensitivity.

5.5 Applications

In the following examples, we first design the microstructure of a periodic porous material
made of a non-piezoelectric material, but possessing flexoelectric behavior, so as to maximize
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its apparent flexoelectric properties. The resulting material has homogenized (apparent) non-
zero piezoelectric properties. In a second step, we optimize the design of structures serving
as energy harvesters in a dynamic regime and made with this material. The objective is to
show that energy harversters using electromechanical transduction can be designed using fully
non-piezoelectric materials.

5.5.1 Topology optimization of a non-piezoelectric microstructure made
of a flexoelectric material

We first conduct the Topology Optimization (TO) of a microstructure made of a non-piezoelectric
material, but having flexoelectric behavior. Since the energy harvester structures considered in
this work mainly involve bending, we perform the TO of the microstructure so as to maximize
the effective flexoelectric coefficient 112, which characterizes the polarization under bending.
The flexoelectric microstructure is made of centrosymmetric flexoelectric (non-piezoelectric)
material SrTiO3 (STO) [215], whose parameters are given in Table 5.2. The second phase is
void (air). For this material, yy112 = 12 = 7 nC/m and here, all penalty exponents used in the
TO numerical procedure (see Eq. (5.43)-(5.45)) are chosen as equal to 3.

Table 5.2: Material properties of SrTiO3 (STO)

Density Elastic coefficients Dielectric coefficients Flexoelectric coefficients
p():5.12 g/cm3 c11=cp»=319GPa o :3008() Hi1 =0.2nC/m

c12 = 100 GPa o33 = 300¢ Hio = 7 nC/m

c44 = 110 GPa g =8.854x 10712C/V-m gy = 5.8 nC/m

The microstructural optimized topologies are provided for different volume fractions in Fig.
5.3. The optimized values of the flexoelectric component [i112 corresponding to the volume
fractions f1 =0.5, f, =0.6, f3 =0.7 and f; =0.8 are respectively obtained as 7.14 nC/m, 9.19
nC/m, 10.10 nC/m and 12.15 nC/m, which represent a significant improvement as compared
to STO of 2.00%, 31.29%, 44.29% and 73.57%, respectively. Note that even though non-
piezoelectric, the material with optimized microstructure actually exhibits an apparent piezo-
electric behavior due to local flexoelectricity. The respective values of the effective piezoelectric
coefficient €51 corresponding to the volume fractions f, f>, f3 and f; are respectively obtained
as 0.0032 nC/m?, -0.0850 nC/m?, -0.0201 nC/m?, 0.3061 nC/m? . The piezoelectric coefficients
€111, €211 and é77> of the microstructures for the different volume fractions are summarized in
Table 5.3.

In the following, we will use the optimized microstructure corresponding to the volume
fraction f1 = 0.8 (see Fig. 5.3d) as a constitutive material for energy harvesters designs. The
effective parameters corresponding to this optimized microstructure are provided in Eqgs. (5.72)-
(5.74). Note that such microstructures are complex, but may be fabricated with the recent
advances in additive manufacturing, including 3D printing of ceramics (see e.g. [218]).

Table 5.3: Piezoelectric coefficients 111, &1 and @2, (unit: nC/m?) of microstructures with
different volume fractions

Volume fraction e111 €211 €222
f1 =0.5 0.0163 0.0032 -0.0271
f>» =0.6 -0.4471 -0.0850 -0.1472
f3=0.7 0.0318 -0.0201 -0.0584

f4=0.8 -0.0209 0.3061  0.1456
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(a) (b)

(© (d)

Figure 5.3: Optimized microstructure with respect to the apparent flexoelectric coefficient fi112
for different volume fractions: (a) f; = 0.5; (b) f, =0.6; (c) f3=0.7; (d) f4 =0.8.
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Figure 5.4: Beam-like energy harverster with open circuit boundary conditions: design domain
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5.5.2 Design of a dynamic beam-like energy harvester

In this example, we use the proposed methodology to design a dynamic beam-like energy har-
vester in open circuits boundary condition as shown as Fig. 5.4. The beam material is the
one obtained from the optimized microstructure in the previous section, whose coefficients are
provided in (5.72)-(5.74). The size of the beam is &2 = 200 nm, with an aspect ratio L/h = 6
and the micro inertial length ¢; = 10¢ in Eq. (5.33). The density of the optimized microstruc-
ture is po = 4.096 g/cm>. The internal length scale of higher-order elastic tensor (3.60) is
¢ =1x10"8 m. The modal damping ratios are taken as & = & = 0.01. The excitation fre-
quency is F(®) = Fye/®" and Fy = —1 N, applied along the x,-direction on the top-right corner.
The dynamic topology optimization is carried out for the excitation frequencies 0 MHz (static),
10 MHz, 12 MHz, 15 MHz and 16 MHz. The volume fraction constraint, defined as the quantity
of material as compared to the design domain volume L X A, is set as f =0.6 for all frequency
cases. The compliance constraint is set as C"* = 8T1;(0), where IT; (0) is the static strain en-
ergy of the undesigned flexoelectric beam. Here the undesigned structure means that the relative
densities in the whole rectangular design domain are equal to 1. For comparison, a guess de-
sign consisting into a rectangular beam with 6 holes as depicted in Fig. 5.5(a) is analyzed. The
holes radii are R = 0.35684 corresponding to a volume fraction equal to 0.6. This structure will
serve as a reference to be compared with the optimized designs. The penalty exponents used in
the TO numerical procedure (see Egs. (5.43)-(5.45)) are chosen here as p, = p. =3, p, = 1.
These coefficients are different in this example for convergence reasons.

The dynamic topology optimization of the flexoelectric cantilever beam is performed for
different excitation frequencies. Initialization of the densities is performed by setting them
uniformly to p, = 0.6 in the rectangular design domain defined in Fig. 5.4. The final optimized
geometries, obtained respectively for the excitation frequencies 0 MHz, 10 MHz, 12 MHz, 15
MHz and 16 MHz, are depicted in Fig. 5.5. The corresponding electromechanical coupling
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Figure 5.5: (a) Reference design for the beam-like energy harvester; Optimized designs corre-
sponding to excitation frequencies: (b) Static conditions; (c) 10 MHz; (d) 12 MHz; (e) 15 MHz;
(f) 16 MHz

factors (ECFs) are listed in Table 5.4. The ECFs of the optimized structures for excitation
frequencies 0 MHz, 10 MHz, 12 MHz, 15 MHz and 16 MHz increase by factors of 20.18, 20.07,
20.04, 19.99 and 19.97 times, respectively, as compared to the reference design in Fig. 5.5(a).
The influence of different upper limit values of the compliance constraint on the optimized
structure and electromechanical coupling factors of the flexoelectric beam are also studied under
static loading conditions, as presented in Fig. 5.6. It can be observed that the electromechanical
coupling factors of the optimized structure firstly increase rapidly with the increase of the upper
limit of the compliance constraint and finally tend to be stable. Meanwhile, the rods close to
the load end in the optimized structural configuration are gradually getting longer.

The ECF frequency responses for the optimized geometries are compared to the reference
response in Fig. 5.7, where the frequency ranges from 0 to 143 MHz. It is observed that the
ECF frequency responses of all optimal designs obtained by different excitation frequencies are
much larger (about 20 times) than the reference in a large frequency range (roughly between
0 and 100 MHz), while it drops for frequencies larger than 100 MHz. Using different excita-
tion frequencies in the toplogy optimization does not modifiy significantly the ECF response
of the otpimize structure. In conclusion, it is shown that the obtained optimized energy har-
vester structures have good performances both with respect to the reference (guess design) and
considering that the constitutive material is not piezoelectric.

Table 5.4: electromechanical coupling factors (ECF) of optimal designs for flexoelectric nano
beam under different excitation frequencies

Excitation ECF ECF Gain:
Frequency (optimized) (reference) ECF,;,//ECF,, ¢
0 MHz 0.03420 1.6149 x 103 21.18
I0MHz  0.03406  1.6165x 1073 21.07
12 MHz 0.03402 1.6171 x 1073 21.04
I5MHz  0.03397 1.6184x 1073 20.99

16 MHz 0.03395 1.6189 x 1073 20.97
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Figure 5.6: Influence of upper limit value of compliance constraint on optimized structures and
electromechanical coupling factor of flexoelectric beams
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Figure 5.7: ECF frequency responses of reference and optimized designs for flexoelectric beam
for different excitation frequencies
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Figure 5.8: Energy harvester with truncated pyramid-shape under compression and open circuit
conditions: design domain

5.5.3 Design of dynamic truncated pyramid-like energy harvester

In this example, we consider the design of an energy harvester with truncated pyramid shape
and open circuit conditions, as shown in Fig. 5.8. This shape is often chosen in flexoelectric
systems as inducing strain gradient in compression [93]. The initial design domain is defined by
the geometrical parameters a; = 400 nm, a; = 1200 nm and 49 = 400 nm. A spatially uniform
and oscillating pressure po(®) = —1e/®" N is applied on the top surface along the x, —direction
and the displacement DOFs on the bottom surface are fixed. The material parameters and
length scale ¢, ¢; are same as in the previous example. The volume fraction constraint is here
set as f = 0.7. The compliance constraint is set as C"** = 4I1,(0), where IT,(0) is the static
strain energy of the truncated pyramid design domain with p = 1. A reference guess design
is defined in Fig. 5.9(a), consisting into a truncated pyramid including a circular void with
radius R’ = 0.437hy. The penalty exponents used in the numerical TO procedure (see Egs.
(5.43)-(5.45)) are chosen as p. = p. =3, p, = 1.

We perform the topology optimization of the flexoelectric truncated pyramid under the ex-
citation frequencies 0 MHz (static), 200 MHz, 600 MHz, 800 MHz and 1000 MHz. The final
optimized structures obtained for the excitation frequencies mentioned above are presented in
Fig. 5.9. We can see that the vertical lengths of the voids in the topologies of the optimized
structures become shorter and the material is concentrated more towards the middle domain of
the structures, with the increasing frequencies of excitation in optimization. The ECFs of the
reference and optimized structures are summarized in Table 5.5. The ECFs of the optimized
structures designed for excitation frequencies 0 MHz, 200 MHz, 600 MHz, 800 MHz and 1000
MHz increase respectively by 4.044, 3.293, 2.846, 2.403 and 2.089 times with respect to the
reference design solutions. The ECFs frequency responses of reference structure and optimized
designs obtained for the different excitation frequencies are shown in Fig. 5.10, where the fre-
quency ranges from 0O to 3.16 GHz. Obviously, the ECF is improved by the optimized energy
harvester as compared to the reference design, and this for the whole frequency range. As
another observation, the designs obtained by the dynamic topology optimization (taking into
account nonzero excitation frequencies), mainly improves the ECF as compared to the ones ob-
tained by static TO. Finally, it seems that increasing the excitation frequency decreases the ECF
at low frequencies, but for larger frequencies there is not clear trend. Globally, the dynamic TO
leads to a clear ECF improvement as compared to the reference of static designs, showing the
potential of this framework.
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Figure 5.9: (a) Reference design for the truncated pyramid-like energy harvester; Optimized
design corresponding to excitation frequencies: (b) Static conditions; (c¢) 200 MHz; (d) 600
MHz; (e) 800 MHz; (f) 1000 MHz
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Figure 5.10: ECF frequency responses of reference and optimized designs for truncated pyramid
for different excitation frequencies
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Table 5.5: electromechanical coupling factors (ECF) of optimized designs for truncated pyramid
obtained by different excitation frequencies

Excitation ECF ECF Gain:

Frequency  (optimized) (reference) ECF,;,//ECF,, ¢
O0MHz  7.4203x1073 1.4712x1073 5.044

200 MHz 6.3395x1073 1.4766x1073 4.293

600 MHz 5.9021x1073 1.5346 x1073 3.846

800 MHz 5.4302x1073 1.5956x1073 3.403

1000 MHz 5.2058x1073 1.6852x 1073 3.089

5.6 Conclusions

A multiscale topology optimization method has been proposed for the design of electromechan-
ical energy harvesting systems converting mechanical vibrations into electric currents made of
non-piezoelectric materials. At the microscopic scale, the material is assumed to be periodic,
porous and flexoelectric, although not piezoelectric. A first step of topology optimization is
performed, in order to maximize the effective (homogenized) flexoelectric properties of the
material. As a result, the effective material, although made of a non-piezoelectric material,
has apparent piezoelectric properties. In a second step, these properties are used to model the
behaviour of a dynamic electromechanical energy harvesting system structure. A second topol-
ogy optimization step, this time performed at structure scale, aims to maximize the system
Electromechanical Coupling Factor (ECF) for a given forced vibration frequency. We show
that the optimized structure obtained offers significant gains in terms of ECF (by factors up to
20 times) compared with non-optimized structures of the same volume, over a wide range of
excitation frequencies. The procedure could open up new possibilities in the design of energy
recovery systems without the use of piezoelectric materials.



Chapter 6

Nonlinear topology optimization of
flexoelectric soft dielectrics at large
deformation

Macroscopic materials, typically rigid solids, face limitation in creating large strain gradients.
Soft dielectrics have become a key focus of research due to their distinctive capability to un-
dergo extensive deformations. This characteristic holds the potential for achieving more sig-
nificant electric responses, attributed to the presence of larger strain gradients. The resulting
mechanical deformations induced by applied electric fields create opportunities for applica-
tions such as flexible electronics, soft robotics, and sensing and actuation in various fields
[219, 220, 221]. The reduction of structural dimensions to the micro- and nanoscale facili-
tates nonlinearity, enabling the more accessible production of large strain gradients, thereby
contributing to the increasing improvement of the flexoelectric effect.

In this chapter, we propose a novel nonlinear topology optimization framework tailored for
flexoelectric soft dielectrics undergoing large deformation. A numerical method based on Iso-
geometric analysis (IGA) is introduced to nonlinear soft dielectrics at finite strain, ensuring the
C'-continuity for flexoelectric problems. We outline the process of consistent linearizations
and IGA discretizations. Additionally, we introduce an innovative and efficient Strain Den-
sity Function (SDF) interpolation scheme for optimizing electromechanical coupling factors,
where the electromechanical and hyper-elastic energy terms are respectively interpolated based
on SIMP model but the linear density model is employed on dielectric one. An energy remedy
scheme [222] for void region is extended to optimization of soft dielectrics to avoid the distor-
tion deformation in low-stiffness elements. The optimization solely based on the objective of
the electromechanical coupling factor may lead to the formation of disconnected structures due
to the neglect of mechanical stiffness considerations. To ensure the design of physically viable
optimized structures, we incorporate a compliance constraint to regulate mechanical stiffness,
thereby preventing the occurrence of disconnected domains. The influence of size effect on the
optimization of flexoelectric soft materials is studied.

This chapter is adapted from the published articles [223].

6.1 Flexoelectricity for soft materials at finite strains

A solid domain Qg € R? is considered in the reference (undeformed) confi guration, as schemat-
ically illustrated in Fig. 6.1. The boundary dQ of Qg is composed of mechanical and elec-
trostatic boundary. The mechanical boundary includes Dirichlet and Neumann portions, repre-
sented respectively by d€Q, and d€Q,, where the displacement and traction are imposed such
that dQ, U dQy = dQy and 9, N dQy = 0. While the electrostatic one is composed of
electric Dirichlet boundary 8QO¢ and Robin boundary dQp, which are prescribed such that

112
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Figure 6.1: A solid domain: (a) reference (undeformed) configuration; (b) current (deformed)
configuration

Q09 UIdQop = 9 and dQpy N IdQop = 0. The solid domain in current (deformed) configu-
ration is denoted as €, and the counterparts of quantities are defined similarly by omitting the
index 0. The deformation map ¥ : Qo — € maps every material point (or Lagrangian coordi-
nate) X € Q to the spatial point (or Eulerian coordinate) x, i.e. x = (X).

Here, the relevant quantities and notations are defined. The deformation gradient is defined
as F = Vx(yx) and Vx(-) denotes gradient with respect to reference configuration. C = F'F
is the right Cauchy-Green strain tensor. The Jacobian is defined as J = det(F). The diver-
gence operator Div = Vy - (-) is related to reference configuration. The electric field, electric
displacement, polarization and the first Piola-Kirchhoff stress in current configuration are de-
noted respectively as E, D, P and X, while their counterparts in the reference configuration are
expressed as E, D, P and X, respectively. These quantities are related according to [79]:

D=JF 'D.E=F'E, (6.1)

S=JXF T P=JpP (6.2)
and

E=-Vyx¢ (6.3)

F=1+ ;—; (6.4)

with electric potential ¢ and unit matrix L.

In this work, isotropic bulk flexoelectricity at finite strain is assumed, and surface effects
are neglected. The total internal energy density of the system, encompassing contributions
from elastic, flexoelectric, dielectric and linear gradient elastic portions, is provided as [108]:

V= Weras + \Pflexo + lI]diel + ngrad (6.5)

elast
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In this work, the W, is considered as Mooney-Rivlin hyper-elastic model, and all the
energy terms are given as

K
W, sr = %(r%za/l; ~3)+5(—1)? (6.6)
1 - _
Waie = 55 (R"-P)-A-(R" -P) 6.7)
Y flexo = fijiPiG (6.8)
8ijkl
psred ”2’"” GijxGimn (6.9)
where u and x are the Lame’s constants such that u = ﬁ and K = ﬁ with E is

Young’s modulus and Vv is Poisson’s ratio. lé (a =1,2,3) is the eigenvalue of right Cauchy-
Green tensor C. G is second order gradient of displacement and G = Vx(Vx(u)). R is rotation
tensor with the property of R-R7 =1. f is the flexoelectric coefficient and g is the couple strain
gradient constant. A is second order dielectric tensor. For an isotropic dielectric medium, it is
defined as

1
E—&

A=

I (6.10)

and & is the vacuum electric permittivity.

By the principle of frame indifference, the energy functions ‘¥ 7., and srad

Slas Satisty [79]:
¥ f1exo(G,P) = ¥ f110 (RG,RP), VR € So(3) (6.11)

w&rd (G, G) = P(RG,RG), VR € So(3) (6.12)

elast elast

where So(3) C R3*3 is the group consisting of all rigid rotations. Then using the property of
the material symmetry, we have

lelexo(GJN)) = lelexo(RG/,Rf)/)an €cg (613)
P (G,G) = W4l (RG', RG)),VQ G (6.14)

where G/ it = GimnQmjQnk and P.=P;0;. Let G C R*>*3 be the material symmetry group. For
isotropic medium, i.e. G = So(3), any isotropic tensor, as well as higher-order tensors such as
Jfijki and g;jkimn» can be represented as linear combinations of some isomers [224]. The general
bilinear forms that fulfill the above identity (6.11)-(6.14) have been systematically derived in
[224]. For simplicity, special forms for ¥y, and \Pflrzs‘i with a single parameter, employed in
[79] are used here:

lelexo = fPiGikk (6.15)
Wit = 5 GG (6.16)

The first Piola-Kirchhoff stress 3 is expressed by:

¥
elast _EJ—%F—TZOC)L& —|—LLJ7%F+ K(J— I)JF*T (617)

Y="3F ~ 3

The third-order hyperstress S is defined as
0¥
IGijk
=gGup+ fPojk (6.18)

Sijk = = §5mi5ijmzl + gGmnn5mi5kj + [P Smibji
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where §;; is Kronecker delta.
The mechanical and electric equilibrium equations for flexoelectricity with boundary con-
ditions are defined as [79]

FTVx¢+ 2% =0inQq
DivD =p®in Qy, D= —gJC 'Vx¢ +F'P (6.19)
Div(DivgE) — DivgE —F =0in Qg

with

NS

EIN — (Div 3E)N— 17— =0 on 9Q

(5F
{(%)N@Nzoon Q0 (6.20)

where N is the unitary normal vector to the boundary dQq. f¢ and ¥ denote body force and
traction, respectively. The components of the vector field 7 are given by [79]:

Tk = [SkijNj(Oim — NiNm)| im — [SkijNj — NilNow| nNulNom (6.21)
Here, 7 = 0. According to (6.7), we can obtain that

v o1 .
‘;—P = jRARTP (6.22)

Substituting (6.10) and (6.22) into the first formula of (6.19), we have

P=—J(RAR") fGu +F Vx| = —J (e — &) (fGux +F TVx9) (6.23)
From the second row of (6.19) and (6.23), we arrive at

D=—JeC 'Vxp —Jf(e—&)F G (6.24)

The strong forms of the boundary values problems are provided as follows. The dielectric
problem with Dirichlet and/or Robin boundary conditions is defined as:

Vx-D=p¢inQ
¢ = ¢¢ on Qo (6.25)
N-D =D’ on 9Qqp

The mechanical problem with Dirichlet and Neumann boundary conditions is expressed as:
Vx -3 —Vx-(Vx-S)+f =0, inQ
2.-N—(Vx-S)-N—t=0o0ndQ

SN®N=0o0ndQ
u=u on dQ,

(6.26)

6.2 Weak forms of flexoelectric equilibrium equations

To be handled by discrete numerical methods, such as IGA method employed here, the above
boundary values problem defined in (6.25)-(6.26) must be recast into weak forms. The weak
formulations for electric and mechanical equilibrium are derived by employing the principle of
virtual work. The electric potential is defined as ¢ € {¢ = ¢* on Q0,9 € H'(Qo)} and its
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corresponding test function as §¢ € {¢ =0 on dQgy,¢ € H'(Qo)}. Multiplying the first row
of (6.25) by the test function 6 ¢ and integrating over €, we obtain the dielectric problem as

Vx-D-8§¢dQg = / pe-80dQg (6.27)
Q Q

By divergence theory, we have
/ —D-VX(5¢)d90:/ pe&pdgo—/ D-N5#dQy (6.28)
Qp Qo Qg

As ¢ = 0 on dQy, introducing the last two rows of (6.25), we obtain

/ —]3~VX(5¢)dQO:/ ﬁ€5¢dQO—/ D §¢dQ (6.29)

Qo Qo aQop

Substituting (6.24) into (6.29), we arrive at

/ Jec—‘vx¢-vx(5¢)dszo+/ Jf(e—€)F "G - Vi (66)dQp

Q Q

— [ 5*5pdQy— / D’5¢dQy (6.30)
Q Qop

In the mechanical problem, we assume the displacement u € {u = #* on dQ,,u € H>(Q)}.
Multiplying the first equation in (6.26) by the test function du € {u = 0 on dQq,,u € H*(Q)},
integrating over g, we have

VX : 2 . (SlldQO —/ VX . (VX . S) . 5uon +/ fSUon =0 (631)
Qo Qo Qo

Using integral by part, we obtain
VX . (25u)on — 2 . Vx5lld.Q() — VX . ((VX -S)Sll)d.Q.()
Qo Qo Qo

+ [ (Vx-8):VxdudQo+ [ f 8udQy=0 (6.32)
Q Qo

By Gauss’s theorem and Vx éu = 6F, we have

5 5FdQ) — / (Vx-S): 6FdQy = / F-oudQo+ [ (EN—Vy. SN)-5udQ
Q Qo Qo (990
(6.33)
Considering the boundary condition defined in the second row of (6.26), it can be obtained
as:
S 5FdQ) — / (Vx-S): 6FdQy = / F. SudQo + / £ SudQy (6.34)
Qo Qo Qo 9Qq,

The third-order tensor U/ and second-order tensor V have the property of V- (U : V) =
(V-U) : V+U:VV. By introducing the property into the second term of (6.34), we arrive at

/ S SFdQy + | S:6GdQy— | SN: SFdQ, — / F.SudQy+ / £ SudQp
Q Qo 9Qp Q IQy,

(6.35)

We assume the boundary condition SN = 0 on dQ, we finally obtain the weak form of the
mechanical equilibrium equation as:

/ 5. 5FdQ+ | S:8GdQy — / PooudQo+ [ T SudQ (6.36)
Qo Qo Q IQy
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6.3 Consistent linearization of flexoelectric weak-form equa-
tions

The linearization is as follow. The residuals are calculated by,

_ _ ot —
Ru(“, (P) = f(u7¢) — = 0
where
q(u,9)= | —D-Vx(86)dQo
0
= | JeC 'Vx(89)- Vx9dQy +/ Jf(e—e)F 'Gyx - Vx(89)dQq (6.38)
Qp Qq
3:6FdQy+ [ S:i6GdQ (6.39)
Q Qo
q = / pe8PdQ, — / D?§¢dQ (6.40)
Qq
= / f- SudQ +/ t-dudQ (6.41)
Q Pl
Their Taylor expansions are respectively given as
Ru<ll+All, ¢ +A¢) = Ru(ua q)) +DAuRu(u7 ¢) +DA¢RM(U7 ¢) =0

The solution for the next increment in an iterative Newton-like procedure consists in solving the
linearized problems for Au and A¢ and to update the field variables for the next iteration through
uft! = u* + Au and ¢* ! = ¢* + A¢. For the sake of clarity, the superscript & is omitted. Let
us group all unknown quantities, respectively the displacement vector u and the potential ¢ in
a vector v. The directional derivatives of f(v) in the direction of Av is defined as:

d
Dayf(v) = {d—{f(v + OCAV)}} (6.43)
o a=0
We obtain AF = Vx(Au) and AG = Vx(Vx(Au)). Thus, the directional derivatives of the
residuals R(u,¢) = [Ry (u, 9); R, (u, ¢)] with respect to A¢ and Au are calculated, respectively,
as

IR 9V IR
{DA¢R(“7¢)—3¢A¢ g I A0 = Ju 5 Vx (A9) (6.44)

DAuR(ll, (p) aRA _ glli 3£A + JR BGAu _ 3RAF+ aRAG

9G Ju

Substituting (6.37)-(6.42) into (6.44) and assuming constant external forces (dead load), we
obtain

DpgRy(u,9) = [o, Vx(59¢)- avx
DRy (u,9) = [o {Vx(8¢)-2

VX(A¢)dQO

(6.45)
P): AF +Vx(5¢) -2

Ule

and

DA¢Ru(u7¢) = fQO 0G: 8V I VX(A¢)dQO
DpuRy(u,0) = [o OF : 5% : AFdQo + [, 6Gi%% : AFdQg + [, 5Gi52AGQ
(6.46)



Chapter Nonlinear topology optimization of flexoelectric soft dielectrics at large ... 118

Here, we recall the derivatives of deformation gradient F, inverse deformation gradient F~!
and the right Cauchy-Green strain with respect to the deformation gradient that will be used in
the following formulas:

-1

Fiju = —81221 = _Fil:lFl_;l (6.47)
-T
Ry = oF; — _F7F;! (6.48)
ijkl aFkl li = jk :
3 oc!
Aiju = — F/i; =—Flc,' =, 'F! (6.49)

For the polarization defined in (6.23), its derivatives with respect to the deformation gradient
F, electric potential gradient Vx¢ and the second-order gradient of displacement G can be
obtained as:

9’5¢_ J(g 80)F1

mi
(;’;; = —J(e — &) (fFy ' Gipp+ F ' Fpi' Vind + Fionis Vin9) (6.50)
so = —J(e—e0)f 88y

The electric displacement in (6.24) with respect to the three fields F, Vx¢ and G, is derived
as:

Dl

d —

aD; R I L
a% = _JS(Flk 1C I_Fk IC ll _Cil lkal)qu)_Jf<8_80)(F'm1F}kl_'_]Fimkl)Gmpp

um 1 m l

aa(;Dkl —Jf(e—e0)F; ' &

(6.51)
We obtain the derivatives of hyperstress given in (6.18) about the F, Vx ¢ and G, as:
2S;; _
v = I (e—a)Fy 3y
gr = —f 8kl (€ — &) (fF,; Gipp + Fpy Fi 'V — Fi Fy Vi) (6.52)
aS;

801;:; = 8616 G — sz(g — €0)6i1 6k Omn

While the first Piola-Kirchhoff stress defined in (6.17) is only related to the deformation
gradient F, then we have

0%, 2
L= S a5

2u 2 2u 2 2
_?uj Fyi ' Fa _?uj Sy Fy T3 8385
+x(20 = V)JIF; F = w(J— )R Fy! (6.53)

6.4 1GA Discretization

The fundamental concept of Isogeometric Analysis is the use of NURBS not solely as a means
of discretizing geometry, but also as a tool for discretizing the analysis itself [103, 202]. The
NURBS basis functions with higher continuity are employed here to solve the fourth order
flexoelectric PDEs. For the sake of simplicity, we restrict the developments to 2D, even though
extension to 3D is straightforward. The basis function for NURBS surfaces has been defined in
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(3.37). The polynomial orders of NURBS mesh are chosen as p = g = 3 here. The discretization
of the electric potential ¢ and displacement u can be defined as

d(x) =) Y RI(E,n)9° =Nyop* (6.54)
i=1j=1

u(x) = Z y R, m)uf; = N,u (6.55)
i=1j=1

The test function, potential increment and their corresponding gradient are approximated by
00 =Ny, Ap =NyAp°
Vx(6¢9) =Byd¢°, Vx(A¢) =ByAg* (6.56)

Similarly, the test function, displacement increment and their corresponding gradient are
obtained as:

ou =N, d0u’, Au = N,Au’
OF = B,6u’, AF = B,Au°’ (6.57)

The vector forms of deformation gradient tensor and strain gradient are given as, respec-
tively

dAuy
AFpq dX;
AFZI aaA;Z
— — 1
AF] =1 AF, | = A (6.58)
AF> BAuzz
X,
and
'BzAul 7
~ _ oXx?
Gl (All) 82Ai41
Gia(u)| |7
_ | Gar(Aw) | | Tox?
Gaw)] =1 G (Au)| = 2o (6.59)
Ga12(Au) aziﬁq
G222(Au)_ Qa)glAc?Xz
B ax222 _

Then the discrete form of the strain gradient are obtained as:
[G(Au)] = H,Au®, [60G] =H,0u’ (6.60)

Above, Ny = N, are the discrete interpolation shape functions, their gradients By and B,
and second gradient H,,. These matrices are defined as (n is the number of control points for
every element):

IN] IN!!

8N' JN" aXl aXl 9 1 ’ ON"
e ... ¢ 0 e 0 aNu . aNM
_ | X X _ X1 X1
By = a]v;'J INg | 7 B, = ON,  ON: 0 ... 0 (6.61)
0X> o 0X> X, x> ] ’
0o ... o N ... 9N
L X, X,
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[ 92N d>N" T
9°N, J>N!! 0 0
0X10X, 0X10X;
J°N] J°N!!
0 0 0X? 0X?
Hl/l - ale} 82NIZL ! 1 (6.62)
0 0 92N} JN!!
8X£3X2 aXia)Q
i 0 0 &XZ 8X22 i

Introducing the approximation (6.54)-(6.57) and (6.60) into (6.45)-(6.46), then substituting
into (6.42), we finally obtain the discrete form of the linearized equations:

KM¢(¢7“) K (¢,u) Au R, (¢,u) .
where
D
K¢¢ ¢, / B¢ 8V¢)B¢dgo (6.64)
d(—D o(—D

Kou(9.u) = /Q {Bg%Bu%—Bg(&—G)Hu}dQO (6.65)
S

Koo (0,u) = / H] Sog Bodc (6.66)
+95 98 9S8

Kuu(gb,u) —/ {BM 8FBM+H” aFB +H, aGHu}dQO (6.67)

6.5 Nonlinear topology optimization formulation for soft di-
electrics with flexoelectricity

6.5.1 Strain Density Function (SDF) interpolation scheme by SIMP method
and linear material interpolation model

Topology Optimization (TO) is to seek the optimal material distribution in a given structural do-
main and maximize the specific physical properties. The structural topology can be represented
by the local material densities. In the employed SIMP framework, the material properties are
interpolated with respect to the local density in a continuous manner, and penalty exponents are
used to push the local densities to converge to 1 or O (so called *black-white designs’). Then,
the following interpolation scheme is adopted:

‘P(p) :[min + (1 - min)ppc] (lPelast +ql§;zg) + [min + (1 - min)ppf]‘Pflexo

+ [Min 4+ (1 = min) p]¥ gier (6.68)

It 1s worth noting that in the above, the interpolation related to the term W ;. is linear.
We have observed that this linear term improves the convergence of the topological optimiza-
tion scheme in the present context. On the other hand, larger values of this exponent are not
necessary to define a material density between zero and 1, as this property is provided by the
exponents of the other terms.

While the electric displacement D defined in (6.24) is interpolated as:

D(p) = —[eo+ (e —£0)plJC'Vx ¢ — p”'J f(e — &)F ' G (6.69)



121 6.5. Nonlinear topology optimization formulation for soft dielectrics with flexoelectricity

where the small value m;, = 1 x 10~ is employed to mimic the properties of void phase, €
is electric permittivity of solid material. &j is the vacuum electric permittivity. p. and py are
penalty exponents, and taken as p. = py = 3 in the following numerical examples.

6.5.2 Energy remedy for void region

To circumvent the numerical instability induced by distorted deformations in low stiffness re-
gions, an energy remedy scheme proposed by Wang [222] is extended to nonlinear electrome-
chanical system. The energy density is interpolated between the nonlinear energy density and
the linear energy density. The energy remedy form can be defined as:

P(p,u) = PV (p, 0u) — PL(p, Ou) + PL(p,u) (6.70)

where WM is defined in terms of (6.5)-(6.9), and

1 1
YL(p,u) = 5/18,3,( + uije + S A JPEPE+ %Gikka + fPEGi (6.71)
linea;relast diel:,’,ctric flexo;;ectric

A= ]‘E 32. By linear form of the first equation in (6.19), i.e. Vx¢ + ‘;—}I:LL = 0, we obtain the Pl.L
as

PF=—(e—&)(fGik + Vi9) (6.72)
then

D = —&Vi¢ — f(€ — &) G (6.73)

I = AewSij + 2UE; (6.74)

Sty = 8GippSix + fP 81 (6.75)

The interpolation parameter 6 = 1 for solid region and 6 = 0O for void region. It suggests that
the stored electromechanical energy corresponds to the non-linear one for solid phase (6 = 1)
and the linear one for void phase (8 = 0). To ensure differentiability, 8 in (6.70) is defined by
a smoothed Heaviside projection function,

o _ anh(Bia) +tanh(B (5 — )
~ tanh(B; o) + tanh(B; (1 — &)

(6.76)

when ] — e, 8 = 1if p > ¢, 0 =0if p < or. We state that the symbols with subscript 'L’ cor-
respond to linear terms, while the symbols with subscript "NL’ correspond to non-linear ones,
and the symbols with subscript *6’ represent the terms where the displacement is interpolated
by 6 defined in (6.76).

Using (6.70), the flexoelectric boundary values problems are given:

Vy-D=p%inQ
X e p ln 07 R . ) (6,77)
Vx-E—VX-(Vx-S)—{—fe:O, in Qg
and
D =DV.9 _pLé L pl (6.78)
S —yNE_yLo  yL (6.79)
S—=8NLO _gLb 4 SL (6.80)
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where VL0 SNL.O and DVL-O are respectively defined in (6.17), (6.18) and (6.24) with the
displacement u interpolated by 6. D9 3310 and SL-9 are respectively given in terms of (6.73),
(6.74) and (6.75) with the displacement interpolation parameter 6.

The residuals are calculated by

Ry (u,0) =G(u,¢) —q = ¢""(u,0) —q"(u,0) + ¢"(u,9) —q* =
R 9) - o VL0 (u, 9) — -0 (u,9) + £-(u

RM (ua ) f(ll
where

q""%(u,¢) = q(6u,¢)
V26 (u,9) =£(6u,9)

a“(u.¢) = [ —D*-Vx(69)d0

EsudQo+ [ SHSGAQ
Qo Qo

fL(u’ ¢) =

~

,9) —

(6.81)

(6.82)
(6.83)

(6.84)

(6.85)

We obtain the following discrete system associated with the linearized problem in the New-

ton algorithm:

{ Koo(¢,u.6) Kou(¢,u,6) ] {Acb 1 _ { R, }

Kup(¢,u,0) Kuu(o,u,0) | | Au R,

where
Koo(9,u.0) = 8(529 8;1;9 a(;b =Ky Ky + Ky
Rou(o.0)= 200290, 0 oo g0,
Kug(¢,u,0) = afaN;’e - aaf;e az KN~ KLY+ KL,

~ afNL,e 8va9 OfL
Kuu(¢,u, 9) = I _ 5 + x _ KNL’O

(D)
NLO T

L.6 L
- Kuit + Kuu

o(—DY"?) o(—DY"?)
KYLO — / pr= ~i Jp gl ~i g \9dQ
ou o ? 9Fy P Gy " 0
NL.O
KNLB HT ijk B d.Q.()
ug Q ! 8Vl¢) ’

<NL.O NL.O NL,O

(6.86)

(6.87)

(6.88)

(6.89)

(6.90)

(6.91)

(6.92)

(6.93)

(6.94)
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KL¢ = Ku¢ = /QO Hgf (e— 80)6,‘16jk3¢d90 (6.96)

KLM = /Q Bgf(g — 80)6ij6k1HudQ() (6.97)
0

= /Q {BL[28;;8u + 1 (881 + 8u0jx)|Bu+ HY [g — 7 (€ — €0)] 81 8mnSjiHy } dQ0

0

(6.98)

K:0 = /Q BS f (& — £0) 88 H,0dQ (6.99)
0

Ko = /Q {BL[A8;;8u+ 1 (88 + 8:0x)|Bu+ H,. [g — (€ — €0)] 81 8mnSjiH, } 0dQ0
0
(6.100)

After solving the linearized equation (6.86), the nodal electric potentials and displacements
are updated through

¢k+1 — ¢k +A¢
v = uf 4 Au (6.101)

until a convergence criterion is reached. The algorithm for solving the nonlinear problem (6.81)
is illustrated in Algorithm 2. It is important to note that the equations for the optimization model
are calculated using the final converged state variables of the structural equilibrium residual
vectors defined in (6.81).

Algorithm 2 The algorithm for nonlinear problem (6.81)

Initialize: [u(o);(b(o)] =0, t0l =1078;
for n =1 to N (Loop over all load increments) do
Initialize: err =1,k =0;
ulbn) = yr=1) glkn) — pn=1).
while err > tol do
Compute tangent stiffness I/imn(q’)(k’") , u(k’”)) from (6.87)-(6.100);
Compute residual R(¢*) u®")) from (6.81);
Compute Auk) and Aqb(k’”) from (6.86);
Update ulkt+1.n) — ylkn) —I-All(k’n), ¢(k+l,n) — ¢(k,n) +A¢(k,n);
err = ||R
k=k+1;
end while
u® = ukn) ) = plkn),
end for
return u=u®N) p = pkN).
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6.5.3 Optimization problem formulation

Here we formulate the topology optimization problem to maximize the electromechanical cou-
pling factor (ECF) of non-linear flexoelectric structures:

Minimize : J= - = n
2 I
1 / ~
o [ pdQ — v < 0
: R (6.102)
Subject to : B(¢,u) =0
C(p) < (max
0<p. <1,
where
= (f'm)Tu (6.103)
| N
He= §¢TK¢¢¢ (6.104)

and R(¢,u) = [IA{q); R,] is the residual vector of the structural equilibrium defined by (6.81).
¢ (p) =11, is the average compliance of the structure, which it is expected to eliminate discon-
nected domain by ensuring a minimal stiffness to the structure.

The continuous density design variable p in optimization formulation (6.102) yields a ill-
posed problem, such as checkerboard and mesh-dependence. In order to enforce its well-
posedness (smoothness and mesh-independence), a projection filter [143, 225] is defined by
a convolution of the density p with a non-negative smooth kernel A(x, &), such that p can
inherit the smoothness characteristics of the kernel.

p(x) :/ h(w, &)p (&)d, /h(m,:z)da-z —1 (6.105)
Q Q
The discretization of projection in (6.105) can be expressed as:

Y wir)ps
Vpr = Zi=l TV (6.106)
L VPP T ()

and the weight function w(r) can be defined as a compactly supported radial basis functions
(RBFs) with the higher-order continuity and the non-negativity [226],

w(r)=(1-r8 (352 +18r+3), r=d/rmn (6.107)

where the symbol (1 —r); = max(0,1 —r). d is the Euclidean distances between the current
nodal density and the neighborhood nodal density lying within the local support domain, and
rmin means the specified radius of the local support domain.

A smoothed Heaviside projection is used to map the intermediate density to 1 or O by a
prescribed threshold value, and it’s defined as:

tanh(Spo) + tanh(B(p — po))

tanh(Bpg) + tanh(B (1 — po)) (6.108)

p:

where 3 controls the sharpness of the projection, and py is the threshold value.
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6.5.4 Sensitivity analysis

The adjoint method is employed to derive the sensitivity of electromechanical coupling factor
with respect to local densities p.

dJ 1 dIly, dITe
— - (1, -1, — 10

We construct the Lagrangian equations for mechanical and electric energy, respectively as:
I, =1L, — AR (6.110)
I, =1L, - 'R 6.111)

As the residual vector R = 0 holds, the adjoint vectors A and p are arbitrary vectors.
The derivatives of the Lagrangian equations with respect to density can be obtained as:

d, oM, I, 97 <aﬁ+@ a_e+afz az)
dp 9p 9L Ip op 060 9p IJZ 9Ip
JR R 96 JR 0Z
. \I'/Z™ b T T Y™™\ Y™
=—A (ap+a9 aﬁ)+(f 8Z)8ﬁ (6.112)
dll, oI, OJIl, JZ dJR JR 06 OR 0JZ
i R e e )
dp dp JZ Ip ap | 96 9p  9Z Ip
10Ky dR IR 06
=29 95 o—n' (5530 35
. 70K (1) dR | 9Z
T ro™eo\) o TIR| 0L
+{ @ Ky, 2¢ T ¢] Iz az} 5 (6.113)
where Z = [¢;u] and
IR [ Ky Ky
7= { ey Ro (6.114)
aﬁ KNL,G_KL,B
90 K%,G_K?fte u (6.115)

The adjoint Vectors can be calculated by the following adjoint equations, in order to elimi-
nate the implicit term 1n (6.112) and (6.113):

ATg—l; =t (6.116)
R [ o 1 ,,9K )
w57 = 9" Kep. 56 %qﬁ (6.117)
where

aKNL,G( ) az NL@
oo W _ (=0; )
2 /Qo $3 aram, Bt (6.118)

and
82( NLG) | 1 B 1
3V igyam ~ O A R Gyl =G DV (6.119)
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6.6 Numerical examples

6.6.1 Bending cantilever beam

In this first example, we consider a cantilever beam subjected to bending deformation, as shown
in Fig. 6.2. The left end is fixed and the bottom is grounded, while the force is imposed on the
top-right point. The dimension of the beam is ~; x L; = 0.2um x 0.8um. The material of the
beam is polyvinylidene fluoride (PVDF), which is a widely studied polymer in soft dielectrics
and nonlinear flexoelectricity [81, 88, 111, 170]. Its parameters are [81]: Young’s modulus
E = 3.7 GPa, Poisson’s ratio v = 0.3, dielectric permittivity € = 9.2¢y, flexoelectric coefficient
f =179 V. Here, the couple strain constant is taken as g = 4 x 1079 N. The vacuum electric
permittivity is & = 8.854 x 10712 F/m. The isotropic material assumption is taken account.
The IGA discretization for beam is 124 x 31 control points. The variation of electromechanical
coupling factors (ECFs) for bending cantilever beam with respect to the mesh refinement is
analyzed in Fig. 6.3. We can note a tendency to convergence, even though this one is quite
slow, in view of the low difference between the initial and final values.

<L

X,

Figure 6.2: Bending beam-like soft dielectrics with open circuit boundary conditions: design
domain

The topology optimization of the cantilever beam is performed under the force magnitudes
Fi=-0.1 N, F;=-1 N, F1=-2 N, F;=-2.5 N and F;=-3 N, respectively. The volume fraction
constraint, defined as the quantity of material as compared to the design domain volume A X L
is set as vy =0.6 for all load cases. The parameters of Heaviside projection function (6.76) in
energy remedy formulation are chosen as o = 0.1 and 8; = 500. The compliance constraint in
(6.102) is set as Crmax — AT1;, where I, is the strain energy of the undesigned flexoelectric beam,
i.e. the beam with all the relative densities p = 1. For comparison, a guess design consisting
into a rectangular beam with 4 holes as depicted in Fig. 6.4(a) is analyzed. The holes radii are
R = 0.3568h; corresponding to a volume fraction equal to 0.6. This structure will serve as a
reference to be compared with the optimized designs. The penalty exponents used in the TO
numerical procedure (see Egs. (6.68)-(6.69)) are chosen here as p. = py = 3.
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Figure 6.3: Electromechanical coupling factors (ECFs) for bending cantilever beam with respect
to the mesh refinement
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Figure 6.4: Reference structure and optimized designs for beam-like soft dielectrics by different
loads, with beam size 71 X L1 = 0.2um x 0.8um: (a) reference structure; (b) optimal design by
load F; = —0.1 N; (c) optimal design by load F; = —1 N; (d) optimal design by load F; = —2
N; (e) optimal design by load F; = —2.5 N; (f) optimal design by load F; = —3 N

We carry out the optimization of the cantilever beam, where the initialization of the densi-
ties is performed by setting them uniformly to p; = 0.6, (i =1, ..., N,,) in the rectangular design
domain defined in Fig. 6.2. N, denotes the number of control points in IGA. At the initial opti-
mization stage, the uniform structural densities lead to a significant deterioration in the overall
mechanical behavior of the material, making it prone to excessive deformation or rendering it
incapable of optimization as the force increases. To address this issue, a heuristic continuation
scheme is implemented on the mechanical penalty factor p.. In this study, the updating scheme
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for the mechanical penalty factor p. is set as p. = min(p. + Ap,3) every 3 steps after the itera-
tion surpasses 10, with Ap = 0.1 and initial p. = 1 . The final optimized geometries, obtained
respectively for the force magnitudes F1=-0.1 N, Fj=-1 N, F1=-2 N, F;=-2.5 N and F{=-3 N,
are depicted in Fig. 6.4. Observing the topology figures, we can see that there is no hole feature
in the optimal structures, and their material distribution is more concentrated, resembling the
characteristics of shape optimization. Different initializations have been tested: uniform densi-
ties and circular voids. Both finally converged to the same topology. The optimization process
of electromechanical coupling factors (ECFs) for different forces is given in Fig. 6.5. All the
iteration curves present that the optimization process is stable. The corresponding electrome-
chanical coupling factors (ECFs) are listed in Table 6.1. The ECFs of the optimized structures
for forces F1=-0.1 N, F;=-1 N, F1=-2 N, F;=-2.5 N and F=-3 N increase by factors of 9.2638,
9.4201, 9.1106, 8.9157 and 8.7066 times, respectively, as compared to the reference design in
Fig. 6.4(a). It can be seen that the optimal electromechanical coupling factors first increase and
subsequently decrease as the external forces applied for optimization escalate.
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0.01 : : : ‘
0 20 40 60 80 100

Iteration

Figure 6.5: Iteration process of Electromechanical coupling factors (ECF) for bending beam-
like soft dielectrics under different loads

Table 6.1: Electromechanical coupling factors (ECF) of optimal designs for flexoelectric nano
beam under different loads

Force ECF ECF Gain:
(optimized) (reference) ECF,;//ECF, .
-0.1N  0.07007 6.8272 x 1073 10.2638
-IN 0.07072 6.7865 x 1073 10.4201
2N 0.06754 6.6801 x 1073 10.1106
25N  0.06550 6.6056 x 103 99157
-3N 0.06329 6.5200 x 1073 9.7066

The distribution of electric potentials and deformed configurations for optimal structures
under different forces is illustrated in Fig. 6.6. We can intuitively see that the optimized struc-
ture produces very large deformations under the increased loads. Notably, the potential in the
upper left part of the beam is more pronounced. Furthermore, it is evident that the magnitudes
of the distributed electric potentials increase with the escalating applied forces.
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Figure 6.6: Distribution of electric potentials and deformed configuration for optimal structures
of flexoelectric nano beam under different forces, with beam size 4| x L} = 0.2um x 0.8um:
(a) optimal design by load F; = —0.1N; (b) optimal design by load F; = —1 N; (c) optimal
design by load F; = —2 N; (d) optimal design by load F; = —2.5 N; (e) optimal design by load
Fi1=-3N
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Figure 6.7: Optimal designs of flexoelectric nano beam with size h; X L; = 1um x 4um, op-
timized by different loads: (a) optimal design by load F; = —3 N; (c) optimal design by load
Fi=-5N
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The influence of size effect on the topology optimization of nonlinear soft dielectrics under
large deformation is also examined in the context of a flexoelectric cantilever beam. We per-
form the optimization for the flexoelectric beam under the same boundary conditions, but the
dimension of the beam is changed as 4| x L1 = 1um x 4um. The optimal designs achieved by
forces F1 = —3 N and F; = —5 N are depicted in Fig. 6.7. There are some holes in the opti-
mal topology, and they present a significant geometric difference from the optimal structures of
beam with size h; X L; = 0.2um x 0.8um. The electromechanical coupling factors (ECFs) of
optimal structures by the forces F; = —3 N and F; = —5 N are obtained as 0.04641 and 0.04887,
respectively. Compared to the previously mentioned smaller-sized beam, the ECFs are smaller
for this larger-sized beam, which shows size effect of the optimization for flexoelectric energy
harvesters.
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Figure 6.8: Distribution of electric potentials and deformed configuration for optimal structures
of flexoelectric nano beam with dimension 4 X Ly = 1um X 4um, under different forces: (a)
optimal design by load F; = —3 N; (c) optimal design by load F| = =5 N

The distribution of electric potentials and deformed configuration for optimal structures of
beam with size 1 X L1 = lum x 4um is illustrated in Fig. 6.8. We observe that the mag-
nitudes of electric potential for both sizes of beams are similar when the imposed loads are
the same. A beam with a smaller size can produce deformations that are significantly larger
in magnitude compared to the structural dimensions. The size effect in continuum mechanics
imparts increased stiffness to structures at the micro scale to some extent. However, in flexo-
electricity, the size effect plays a beneficial role in enhancing the electromechanical response.
Striking a balance between both the effects is essential for optimal performance. Soft materials
capable of large deformations can serve as a bridge in achieving this equilibrium. Larger defor-
mations contribute to the enhancement of electromechanical coupling factors. Consequently,
the improvement in electromechanical coupling factors for optimized structures stems from the
interplay of size effects and large deformations.

Electric potential (V)
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6.6.2 Bending double-clamped beam

x2|_~

X,

Figure 6.9: Bending double-clamped beam-like soft dielectrics with open circuit boundary con-
ditions: design domain

In this example, the double-clamped beam undergoing bending deformation is investigated, as
illustrated in Fig. 6.9. The size of beam is sy X L, = 2um x §um. Both the ends are fixed, the
load is imposed in the middle three points while the bottom surface is connected to the ground.
The material is same as the previous example, i.e. PVDF. The volume fraction constraint is
here set as f, = 0.6. The compliance constraint in (6.102) is set as C™ax — 4T1,, where I1, is
the strain energy of the double-clamped beam design domain with all p = 1. The parameters
for energy remedy formulation are set as o = 0.2 and ; = 500. It is worthwhile noted that an
increase in & to 0.2 enhances the load-carrying capacity of control points characterized by weak
densities, thereby enabling optimization under larger deformations without excessive distortion.
A reference guess design is outlined in Fig. 6.10(a), comprising a double-clamped beam with
four circular voids each having a radius R = 0.3568h,, equivalent to a volume fraction of 0.6.
The penalty exponents for the SDF interpolation scheme in Egs. (6.68)-(6.69) are also chosen

as pc = py=3.

Table 6.2: Electromechanical coupling factors (ECF) of optimal designs for flexoelectric
double-clamped beam under different loads

Force ECF ECF Gain:
(optimized) (reference) ECF,;/ECF,f
-IN 0.02420 0.01441 1.6806
-ION  0.02820 0.01367 2.0630
20N 0.03278 0.01220 2.6878
25N 0.03325 0.01146 2.9005
30N 0.03290 0.01079 3.0496

35N 0.03274 0.01018 3.2166




Chapter Nonlinear topology optimization of flexoelectric soft dielectrics at large ... 132

QOO0

(b)

(d)

(c)
(e)

(@

Figure 6.10: Reference structure and optimized designs for flexoelectric double-clamped beam
under different forces: (a) reference structure; (b) optimal design by load F> = —1 N; (c) optimal
design by load F, = —10 N; (d) optimal design by load F, = —20 N; (e) optimal design by load
F, = =25 N; (f) optimal design by load > = —30 N; (g) optimal design by load F, = —35 N

We perform the topology optimization of the double-clamped beam under the forces Fp=-1
N, Fo=-10 N, F»=-20 N, F;=-25 N, F,=-30 N and F,=-35 N, respectively. As an initial step
in the optimization algorithm, the design variables are uniformly assigned values of p; = 0.6
(i=1,...,Ncp). The same continuation scheme of the mechanical penalty factor p. is utilized.
The final optimal designs obtained by the forces Fo=-1 N, F1=-10 N, F;=-20 N, F,=-25 N,
F>=-30 N and F»=-35 N, respectively, are presented in Fig. 6.10. We can observe the varia-
tion of topology, where the holes in the optimal designs decreases in size, and the rods at the
bottom-left and right become thinner as the force increases. The electromechanical coupling
factors (ECFs) of optimal structures under different forces are presented in Table. 6.2. Notably,
the ECFs of the reference structure in Fig. 6.10(a) increase with the increase of force mag-
nitude. Specifically, for the forces Fo=-1 N, F»=-10 N, F>=-20 N, F>=-25 N, F»=-30 N, and
F»>=-35 N, the ECFs improve by factors of 0.6806 1.0630, 1.6878, 1.9005, 2.0496, and 2.2166,
respectively, compared to the reference design. The gain in ECFs raises with the increase in
force.

We also illustrate the distribution of electric potentials and deformed configuration for op-
timal structures of flexoelectric double-clamped beam obtained by different forces in Fig. 6.11.
We can see that the local large deformation or strain occurs, due to the concentration force im-
posed on the top-mid area. The localized nature of the strain typically gives rise to substantial
deformations and significant strain gradients occurring within the specific region. It also results
in the concentrated distribution of large electric potentials. Similarly, an increase in the force
applied on optimization will elevate the amplitude of the distributed electric potentials.
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Figure 6.11: Distribution of electric potentials and deformed configuration for optimal struc-
tures of flexoelectric double-clamped beam under different forces: (a) optimal design by load
F, = —1 N; (b) optimal design by load F, = —10 N; (c) optimal design by load F, = —20 N; (d)
optimal design by load F;, = —25 N; (e) optimal design by load F>, = —30 N; (f) optimal design
by load F, = —35 N
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To further investigate the mechanism behind the improvement in the electromechanical cou-
pling factors (ECFs) of the flexoelectric double-clamped beam, we depict the variation of ECFs
for the optimized structures in relation to the volume fraction. This analysis is conducted for
the case of the force F> = —10 N, as shown in Fig. 6.12, where the topology configuration,
distribution of electric potentials and deformations are illustrated. We observe an increase in
the ECFs for the optimized structures of the flexoelectric double-clamped beam as the volume
fraction rises. Significant local deformation and electric potential are concentrated near the load
sites. When the volume fraction is minimal, the support configuration near the loading site on
the optimized structure takes on a triangular shape, leading to challenges in generating large
deformations at that specific site. As the volume fraction increases, the hole of support struc-
ture adjacent to the loading site approximates a polygonal shape (quadrilateral or hexagonal),
facilitating the generation of substantial local deformations.
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Figure 6.12: Electromechanical coupling factors for optimized structures of flexoelectric
double-clamped beam with respect to the volume fraction, and the force F; = —10 N

6.6.3 Compressed truncated pyramid
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Figure 6.13: Compressed truncated pyramid-like soft dielectrics with open circuit boundary
conditions: design domain

In this example, we consider the design of a truncated pyramid-like soft dielectrics, as shown in
Fig. 6.13. This particular shape is frequently selected in flexoelectric systems to induce strain
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gradient in compression [93]. The size of the truncated pyramid is ) = 2um, a; = 2um and
a; = 6um. A spatially uniform pressure is applied on the top surface along the X, —direction
and the displacement DOFs on the bottom surface are fixed. The material parameters of PVDF
are also employed here. The volume fraction constraint is set as f3 = 0.7. The compliance
constraint defined in (6.102) is here chosen as Cmax — 3113, where I1; is the strain energy of
the truncated pyramid design domain with all p = 1. The parameters for energy remedy formu-
lation in (6.70) are set as o = 0.2 and ; = 500. A reference guess design is depicted in Fig.
6.13(a), representing a truncated pyramid with semi-circular voids on the bottom surface, with
a radius R = 0.6180h3, corresponding to a volume fraction of 0.7. The penalty exponents for
the SDF interpolation scheme in Egs. (6.68)-(6.69) are set as p. = py = 3.

(@) (b)
(©) (d)
(e)

Figure 6.14: Reference structure and optimized designs for truncated pyramid obtained by dif-
ferent loads: (a) reference structure; (b) optimal design by load p3 = —0.5N; (c) optimal de-
sign by load p3 = —1N; (d) optimal design by load p3 = —2N; (e) optimal design by load
pP3 = —2.5N

We perform the topology optimization of the truncated pyramid-like soft dielectrics under
the forces F3=-0.5 N, F3=-1 N, F3=-2 N and F3=-2.5 N, respectively. As an initial step in the
optimization algorithm, the design variables are uniformly assigned values of p; = 0.7 (i =
1,...,N¢p). The same continuation scheme of the mechanical penalty factor p. is also utilized
here. The final optimal designs obtained by the forces F3=-0.5 N, F3=-1 N, F3=-2 N and F3=-
2.5 N, respectively, are presented in Fig. 6.14. It is observed that the height and area of the
holes in the optimal designs decreases as the force increases. The electromechanical coupling
factors (ECFs) of optimal structures under different forces are summarized in Table. 6.3. In this
example, the ECFs of the reference structure in Fig. 6.14(a) decrease when the magnitude of
the force increases. The ECFs of the optimized structures increase by factors of 6.3446, 6.0646,
6.1426 and 4.7234 for the forces F3=-0.5 N, Fz=-1 N, F3=-2 N and F3=-2.5 N, respectively,
compared to the reference design.

We notice that in some situations (beam problem, Table 6.1, and truncated pyramid, Table
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6.3), the gain increases then decreases in Table 6.1 and decreases in Table 6.3 as the magnitude
of the force increases, while we observe an opposite trend for the double-clamped beam problem
(Table 6.2).

Table 6.3: Electromechanical coupling factors (ECF) of optimal designs for flexoelectric trun-
cated pyramid under different loads

Force ECF ECF Gain:
(optimized) (reference) ECF,;//ECF,.f
-05N 0.01877 2.5551x 1073 7.3446
-IN 0.01970 2.7881 x 1073 7.0646

2N 0.02108  3.4313x 1073 6.1426
25N 0.02242 3.9178x 1073 5.7234

The distribution of electric potentials and deformed configuration for optimal structures of
flexoelectric truncated pyramid achieved by different forces are presented in Fig. 6.15. It is
evident that localized large deformations occurring on the top surface of the holes leads to a
concentrated distribution of large electric potentials. An increase in the force applied during
optimization will amplify the amplitude of the distributed electric potentials.
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Figure 6.15: Distribution of electric potentials and deformed configuration for optimal struc-
tures of truncated pyramid under different forces: (a) optimal design by pressure p3 = —0.5N;
(b) optimal design by pressure p3 = —1N; (c) optimal design by pressure p3 = —2N; (d) opti-
mal design by pressure p3 = —2.5N

6.7 Conclusion

In this study, we proposed a nonlinear topology optimization framework for flexoelectric soft
dielectrics undergoing large deformation. We start by deriving a numerical framework for non-
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linear dielectrics at finite strain, ensuring C'-continuity for flexoelectric fourth-order partial
differential equations using Isogeometric analysis (IGA). We outlined the procedure for consis-
tent linearizations and IGA discretizations. At the topology optimization stage, we formulate
an innovative and efficient Strain Density Function (SDF) interpolation scheme. In this scheme,
the electromechanical and hyper-elastic SDFs are interpolated based on the SIMP model, while
a linear density interpolation model is employed for the dielectric component. The mechanical
stiffness penalization is sufficient to guarantee the convergence of the final topology to 1 or 0.

Throughout our numerical analysis, we showcased the good performance of the proposed
Strain Density Function (SDF) interpolation scheme in nonlinear electromechanical optimiza-
tion scenarios. We extend an energy remedy scheme [222] for void regions, to the optimization
of soft dielectrics, preventing distortion deformations in low-stiffness elements. Additionally,
optimization solely based on the electromechanical coupling factor objective may lead to the
formation of disconnected structures due to the oversight of mechanical stiffness considera-
tions. To ensure the generation of physically viable optimal structures, we introduce a com-
pliance constraint to regulate mechanical stiffness, preventing the occurrence of disconnected
domains. Finally, the electromechanical coupling factors (ECFs) of the optimized structures
in all the aforementioned cases exhibit improvements up to 9 times compared to the reference
guess designs.

The influence of large deformations on the optimization of flexoelectric soft materials has
been demonstrated, as well as their effects on the gains obtained. Size effects have also been
shown in this context. The topology optimization framework we have proposed for nonlinear
flexoelectric soft materials takes full advantage of large deformations, resulting in a signifi-
cant improvement in the electromechanical coupling factors in the optimized structures. The
electromechanical coupling factors (ECF) of optimized structures in all the above cases show
improvements of up to 9 times over those of reference designs. It has been shown that in some
situations, non-linear effects, i.e. the magnitude of the prescribed load, can increase the gains
in electromechanical coupling factors, while they can reduce them in other cases. Proposing a
framework for generally improving ECFs as a function of applied forces is an interesting avenue
to explore in future studies.
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Contributions and conclusion

In this thesis, several developments have been made for the modeling and design of energy
harvesting systems based on flexoelectric materials. The main contributions are summarized as
follows:

In Chapter 2, we have proposed a computational homogenization framework for compos-
ites composed of piezoelectric phases with apparent flexoelectric behavior. The effective model
takes into account direct and converse flexoelectric effects, as well as all other higher-order
electromechanical coupling terms related to electricity and the electrical gradient. In contrast
to previous work, the present framework allows the evaluation of direct anisotropic flexoelec-
tric tensors associated with electric fields and electric gradients. We show that the apparent
converse flexoelectric coefficients in a composite of periodic triangular inclusions are of the
same order of magnitude as the direct flexoelectric coefficients. We have shown that a signifi-
cant improvement in flexoelectric effects can be achieved by appropriate selection of inclusion
shapes and orientations. In addition, we have indicated that other higher-order coupling terms,
i.e. those linking the electric field to an applied electric field gradient and the deformation
(bending) gradient to the electric field, have non-negligible values compared to the flexoelectric
coefficients and can contribute significantly to the electromechanical response of composites
electromechanical composites.

In Chapter 3, we have developed a C'-continuous isogeometric analysis (IGA) framework
with one or more patches for the dynamic frequency response of flexoelectric structures with
complex geometries. The inertial effect of deformation gradients was taken into account in the
isogeometric analysis. The IGA method was used to satisfy the C! continuity requirement of
the approximate displacement field for the fourth-order PDE. Next, the flexoelectric dynamic
response with the inertial effect of the deformation gradient was solved under open and closed
circuit conditions. Multi-patch constructions for complex geometries in isogeometric analysis
are at most C%-continuity between common patch boundaries. By ensuring that the graph sur-
faces corresponding to the isogeometric functions have the same order of geometric smoothness,
the C! continuity of the isogeometric functions at the common boundary of the multiple patched
has been ensured. The method of constructing the C! continuous multi-patch structure has then
been validated. Finally, the sensitivity of different parameters (e.g., load resistance, geometrical
parameters, flexoelectric coefficients, and dynamic scaling effects) to the frequency response of
the output voltage, power, and displacement of beam-like structures with complex geometrical
features has been evaluated. The advantages of the C'-continuous one/multi-patch isogeometric
analysis framework for solving flexoelectric dynamic problems of complex structures has been
demonstrated.

In Chapter 4, a topology optimization framework has been proposed to maximize the ef-
fective, direct and converse flexoelectric properties of composites composed of piezoelectric
phases. The original contribution here is to combine computational homogenization for flex-
oelectric materials with topological optimization of microstructures. We have develop a ho-
mogenization method for estimating direct and converse flexoelectric properties from the local
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phase distribution in a representative volume element (RVE), avoiding the need to optimize the
whole structure. We show that in several cases (piezo-piezo, piezo-polymer and porous piezo-
composites), the present topology optimization scheme increases direct and converse properties
by up to 1-2 orders of magnitude compared with a "naive" design. We have highlighted various
mechanisms for improving flexoelectric properties, and electromechanical coupling. Specifi-
cally, piezo-piezo composites (hard/hard) generated a better electromechanical response thanks
to improved effective piezoelectric properties. On the other hand, piezo-polymer composites
(hard/soft) generated a better electromechanical response thanks to an interplay between piezo-
electric and polymer properties. The result is a better electromechanical response thanks to
the interaction between electromechanical (piezoelectric) and electrical (dielectric) properties,
improved electromechanical (piezoelectric) and electrical (dielectric) properties, and reduced
mechanical compliance, resulting from local electric fields, a significant increase in local elec-
tric fields and deformation gradients along the hard/soft interface.

In Chapter 5, a multiscale topology optimization method for designing flexoelectric meta-
materials made of non-piezoelectric materials and electromechanical energy harvesting systems
has been proposed to efficiently convert mechanical vibrations into electrical energy. First,
based on computational homogenization, we have developed a representative volume element
(RVE) model for the flexoelectric microstructure made of non-piezoelectric materials, which
enables the estimation of the effective flexoelectric tensor of microstructures containing arbi-
trarily shaped inclusion phases. The microstructures were optimized by topology optimization
combined with homogenization, in order to maximize the effective flexoelectric properties of
the materials. Periodic, porous, and non-piezoelectric flexoelectric metamaterials have been
obtained. The flexoelectric metamaterials with optimal electromechanical coupling properties
were used to model the behavior of a dynamic electromechanical energy harvesting system
structure. Then, a second topology optimization step was performed at the structural scale,
aiming to maximize the system Electromechanical Coupling Factor (ECF) for a given forced
vibration frequency. We showed that the optimized structure obtained offers significant gains
in terms of ECF (by factors up 20 times) compared with non-optimized structures of the same
volume, over a wide bandwidth of excitation frequencies.

In Chapter 6, a nonlinear topology optimization framework for flexoelectric soft dielectrics
at finite strain has been established. A numerical computational framework for nonlinear flex-
oelectric soft dielectrics under finite strain was firstly derived, and the linearization process of
the nonlinear electromechanical coupled equilibrium equations as well as the IGA discretiza-
tion approach were detailed. In the topology optimization stage, a novel and effective energy
interpolation scheme was proposed. In this scheme, the electromechanical coupling and hy-
perelastic energy terms employ penalty interpolation based on the SIMP model, while the di-
electric term is interpolated by linear density model. An energy remedy scheme is applied to
void regions to eliminate the instability of nonlinear optimization, effectively preventing distor-
tion deformations in low-stiffness elements. To ensure the design of physically viable optimal
structures, we incorporated a compliance constraint to regulate mechanical stiffness, thereby
avoiding the occurrence of disconnected domains. Our proposed topology optimization frame-
work for nonlinear flexoelectric soft materials fully leverages the interplay between size effects
and large deformation, thereby increasing the electromechanical coupling factors (ECFs) of the
optimized structure up to 9 times.

Perspectives
To extend this dissertation, some research works could be developed:

1. In the present thesis, the multiscale topology optimization was performed sequentially,
first optimizing the microstructure, then the macro structure. A concurrent approach, i.e.
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performing the topology at both scales and allowing different local microstructures, could
be investigated.

2. We established a topology optimization framework for the electromechanical coupling
factors of flexoelectric structures under single-frequency excitation. However, the next
step could be to consider the topology optimization of the electromechanical coupling
factors of flexoelectric structures in a certain frequency domain, so as to design flexo-
electric structures with wider bandwidth.

3. Finally, a dynamic analysis model for nonlinear flexoelectric structures could be pro-
posed, as well as a nonlinear topology optimization framework for designing nonlinear
flexoelectric structures under dynamic loads.
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