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1. Introduction

Dielectric Elastomers (DEs) are a class of Electro Active Polymers (EAPs) that have demon-
strated remarkable electrically induced actuation properties [33, 37, 44, 45|. These materials
are particularly sensitive to changes of the thermal field, but remain frequently unconsidered
8, 18, 21, 25, 56, 58]. Nonetheless, a thermodynamically consistent framework for the simulation
of EAPs under non-isothermal conditions was postulated in Reference [57|. In this connection,
numerical studies have been recently published [41], where time dependent effects have been
restricted to the thermo-viscoelastic behaviour of the material, excluding inertial effects.

Energy-Momentum (EM) time integration schemes are regarded as both elegant and robust
because they are endowed by construction with the discrete analogue of the conservation prop-
erties of the continuum, namely the conservation of total energy, linear and angular momenta.
The consistency of EM schemes refers to their ability to preserve (or dissipate for non-reversible
constitutive models) the total energy of a system in agreement with the laws of thermodynamics
[10, 22, 28, 39]. Consistency of these methods is attained by replacing the (exact) partial deriva-
tives of the Helmholtz free energy functional with respect to its arguments (C and ) with their
carefully designed algorithmic counterparts. These algorithmic partial derivatives, also known
as discrete derivatives |10, 22, 26, 39, 42, 51|, are formulated in compliance with the so-called
directionality property [26].

Very recently, Franke et. al. [10, 22| have proposed a novel EM scheme in the context of
nonlinear elasticity and thermo-elasticity, by taking advantage of the concept of polyconvexity
[3-6, 48] and the use of a novel tensor cross product pioneered by de Boer [19] and re-discovered
in the context of nonlinear continuum mechanics by Bonet et al. [12-14]. In essence, the authors
propose the consideration of four discrete derivatives which are used to form algorithmic versions
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of the second Piola-Kirchhoff stress tensor and the entropy of the system. In addition to the dis-
crete derivative with respect to the temperature, three further discrete derivatives are presented,
which represent the algorithmic counterparts of the work conjugates of the right Cauchy-Green
deformation tensor, its co-factor and its determinant. This strategy leads to simplified expres-
sions of the algorithmic second Piola-Kirchhoff stress tensor and entropy, when comparing against
those obtained following the classical approach [26]. Furthermore, this work was extended to
multi-physics scenarios, such as thermo-elasticity [43|, nonlinear electro-mechanics [23, 42| and
to thermo-electro-mechanics [24]. The aim of the current paper is the development of a new
polyconvexity inspired EM scheme for non-isothermal long-term simulations of DEs, assessing its
superiority in terms of long-term stability with respect to other classical time integrators.

The outline of this paper is as follows: in Section 2, some basic principles of kinematics
are presented. The governing equations in nonlinear thermo-electro-elastodynamics are also pre-
sented in this section. Section 3 delves into mathematical requirements inherent to constitutive
models in nonlinear thermo-electro-mechanics. Section 5 presents the weak forms associated with
the governing equations in thermo-electro-elastodynamics. These will help introducing the new
temperature-based one-step implicit EM time integrator scheme for thermo-elastodynamics in
Section 5.3. Section 5.4 briefly describes the finite element implementation of the new time in-
tegrator scheme and Section 7 presents a series of numerical examples in order to validate the
conservation properties and robustness of the new scheme. Finally, Section 8 provides some con-
cluding remarks. 7?7 presents an entropy-based EM scheme, counterpart of the temperature-based
scheme pursued in this paper. 77 outlines the definition of the discrete derivative expressions fea-
turing in the proposed time integrator in Section 5.3. 7?7 summarises the EM scheme in Reference
[22], illustrating the differences between this and the new EM proposed. ?7? presents the steps
that need to be carried out in order to derive the thermo-elastic constitutive model presented in
Section ?77?.



2. Nonlinear continuum thermo-electro-mechanics

A brief introduction into nonlinear continuum mechanics and the relevant governing equations
will be presented in this section.

2.1. Kinematics: motion and deformation

Let By C R3 denote an open, bounded, and connected set representing the reference (unde-
formed) configuration of an elastic body. The motion of the body is described by a mapping

& By x R — R?,

assumed to be sufficiently smooth, one-to-one, and orientation preserving. For each material
point X € By, the mapping ¢ assigns its current position & € R3 at time ¢ according to

m:¢(X7t)’ B(t) :¢(BO7t)’
see Figure 1. The deformation gradient associated with the motion ¢ is defined as
F: By xR — R3*3, F =V, p(X,t).

From F', the cofactor tensor H and the Jacobian determinant .J are introduced as

H:(detF)FT:%FxF, J:detF:%(FxF):F, (1)

where the tensor cross product is defined componentwise by

(AX B)i; = &€k AjBik, VA, BeR”

and &;j; (or £1x) denotes the components of the third-order alternating tensor?.

X3, x3
A B
By
€T = QO(X’t)
X17 1

Figure 1: The mapping ¢ and the mechanical and thermal portions of the boundary where Dirichlet conditions
are imposed in the reference (and deformed) configurations, namely 048y (and 0pB) and 9pBy (and dyB).

4The use of repeated indices implies summation, unless otherwise stated. In addition, lower case and capital
case indices {4, j, k} and {I, J, K} will be used to represent the deformed and reference configurations, respectively.



2.2. Governing equations: conservation of linear momentum and angular momentum

The local form of the conservation of linear momentum [27]| can be written as

po® — DIV (P) — fo = 0; in By x [0,77];
(FS)N =t on 3y x [0,T];
¢ = @; on JpBy x [0,T7; 2)
o =¢ in By;
t=0
¢|t:0 = ?BQ in By,

where po : By — R* represents the mass density of the continuum in the reference configuration,
v the velocity field and (e) := %:) denotes differentiation with respect to time. Furthermore,
fo represents a body force per unit undeformed volume By and ¢,, the traction force per unit
undeformed area applied on 0:8) C 9By, such that 0:By U 0,8y = 9By and 9By N 0By = 0.
Finally, P represents the first Piola-Kirchhoff stress tensor and the local conservation of angular
momentum leads to the well-known tensor condition PF? = FP”. Finally, T represents the
upper bound for the time variable ¢ € [0, T7.

2.3. Governing equations in non-linear thermo-mechanics: Gauss’s and Faraday’s laws

In the electrostatics case considered, the local form of the Gauss’s law can be written in a
Lagrangian setting as

DIVD, — pf = 0; in By x [0, T] -
D, - N = —uwg; ond,By x [0,7].

where Dy is the Lagrangian electric displacement vector, p§ represents an electric volume charge
per unit of undeformed volume B, and w(, the electric surface charge per unit of undeformed area
0,8y € 0By. Furthermore, the Faraday’s law can be written in a Lagrangian setting as

EQ = —V()QO, inBo X [O,T] ;

4
0 = @; ond,By x 0,17, (4)

where Ej is the Lagrangian electric field vector and ¢, the scalar electric potential. In (4),
0,8y C 0B, represents the part of the boundary where essential electric potential boundary
conditions are applied such that 9,8y U 0,8y = 0By and 0,8, N 0,8y = 0.

2.4. Governing equations in non-linear thermo-mechanics: conservation of energy

The balance of energy equation can be written as

07 — D+ DIVQ — Ry = 0: in By x [0,7];
Q- N = —Qq; on dgBy x [0,T7; %)
0 =0, on OyBy x [0,T7;
0l,_, = 0; in By,

where 6 is the absolute temperature field and 1 and @, the entropy and heat flux per unit unde-
formed volume By, respectively. In addition, Ry represents the heat source per unit undeformed
volume By and )y, the heat source per unit undeformed area applied on dpBBy C 9By. In (5),
0yBy represents the part of the boundary 0By where essential temperature boundary conditions



are applied such that dgBy U 0pBy = 0By and 9By N 9By = 0. Furthermore, D correspond with
the dissipation inequality.

With the aim of simplifying the time discretisation of (5), the authors in [? | proposed an
alternative but equivalent re-expression (at the continuum level) to that in (5) as

%(ﬁn)—én—D—FDIVQ—Rg:O; in By x [0,7T];
Q- N = —Qq; on dgBy x [0,T7; (6)
= 0; on OgBy x [0,T7;
0l,_, = 0; in By.

In this work we will advocate for (6).

3. Constitutive equations in nonlinear thermo-electro-elasticity

The governing equations presented in Section 2 are coupled by means of a suitable constitutive
law. The objective of the following section is to introduce some notions on constitutive laws in
thermo-electro-viscoelasticity.

3.1. The free energy density function

The system of PDEs presented in equations (2), (3), (4) and (6) is coupled in a nonlinear fash-
ion through the constitutive response of the material. In the case of electro-thermo-viscoelasticity,
the free energy density per unit of undeformed volume, denoted as ¥, will determine the spe-
cific dependence of { P, Dy, n, D} as functions of {F', Ey, 0, A}, where A = {A;, Ay,..., A }

? M Maxw
represent the collection of internal variables A,, o = {1, ..., Npaxw }, and Npaxw the number of
Maxwell branches used to model the viscoelastic behaviour of the material. This function W,
per unit of undeformed volume, encapsulating the constitutive response of the elastic body By,
can be defined in terms of the deformation gradient field F', the material electric field Ey, the

temperature field # and internal variables, namely
V=V (F Ej0, A (7)

Using thermodynamical principles, the dissipation inequality D in the context of thermo-
electro-viscoelasticity can be written as

D=P:F—-Dy-Ey—n— ¥ (F,E;0,A) >0 (8)
where the time derivative of the free energy density ¥ (F, Ey, 0, .A) is computed as

NMaxw
U (F, Ey,0,A) =0pV : F+0p, V- Ey+ 000+ Y 0a,V: A, (9)
assuming that the internal variables A, correspond second order tensors. Use of the Coleman
and Noll procedure in (8) and (9) yields the following standard constitutive relationships

P(F7E0797A) :aF\II7 DO (F7 E0767A) = _an\IIJ U(F7E0797~A) = —89\11, (10)
permitting to simplify the dissipation inequality as

NMaxw

D(F,Ey,0,A)=— > 0a,V:A, (11)
In this section we will present the specific form of the energy density function encapsulating

the constitutive coupled thermo-electro-mechanical response of the continuum By, emphasising
on the mathematical /physical constraints that this need to comply with.

D



3.2. Thermal variation and third law of thermodynamics

The Third Law of thermodynamics establishes that “the entropy of a body should be zero at
Kelvin state (zero temperature)”, namely

élg%nzo. (12)

In addition, the specific heat coefficient, denoted as ¢, and defined as

0*W on

o(F, Eo, 0, A) = —05.55 =07

(13)

must be strictly positive (¢, > 0) to ensure material stability, which implies that the free energy
density ¥ must be concave with respect to the temperature (92, ¥ < 0). Furthermore, at the
reference unstressed configuration, it must recover the reference specific heat coefficient 2. To
circumvent this and ensure strict compliance with the Third Law of Thermodynamics, we adopt
the formulation recently proposed by Bonet and Gil [16].

In order to develop a complete constitutive model, an assumtion of independence between
the thermal variation and the mechanical and electrical physics is made, which is common in the

literature, considering a multiplicative decomposition as
Cv(F)E()?QaA) = CS‘X<F7E07A)9(9) (14>

where ? is the specific heat coefficient at the reference configuration, X (F', Ey, A) is a dimension-
less function that captures the dependence of the specific heat coefficient with the mechanical and
electrical physics, and g() is a purely thermal function that captures the temperature dependence
of the specific heat coefficient.

Later, a generalised form of the specific heat based on an additive decomposition, will be
adopted to model different thermal responses or components as

co(F, Ey,0,A) = ZciXi(F,EO,A)gi(G) ; ZCiX(I,0,0) =c. (15a,b)

i=1 i=1

Integration of the specific heat coefficient in (13) with respect to temperature after having
substituted the multiplicative decomposition in (14) allows to obtain the following expression for
the entropy:

0
n(F, E, 9,.»4) = nR(F, E,, A) (1 + i/ @ dﬁ) , (16)
§r Jo, ¥
with
r g()
nr(F, Ey, A) = CSX(F, Ey, A)ér and p = / 9 dd . (17a,b)
0

Subsequent integration with respect to the temperature yields the following free energy density
relation,

U(F, By, 0, A) = Up(F, Ey, A) — np(F, Ey, A) <A9 + é/: o(9) (g - 1) cm) . as)

More details on the relation between the reference energy Wi and the Kelvin state W can be
found in [16].



Rearranging terms and using the Legendre transformation, expressions (18) and (16) can by
rewritten in the following compact forms,

77(F> E07 07 “4) = nR(Fa E07 A>G(6) ) (198“)
\IJ(F7 E07 07 A) = ER(F, EOa A) - QRT]R(F’ EOa 0, A)f(e) ) (19b)

with the thermal variations

L) a

G(H)_1+§R/9R Do, (200)
0

f(e):%+@/e o) (g—1> . (20b)

Particular choices of the coupling functions £g, ng and g will define the different types of
behaviour of the material, mechanical and electro-mechanical and its thermal variation. In the
following section, it will be specified for each term contributing to the free energy density.

3.3. Free energy density decomposition

Once the thermal variation has been uncoupled from the electro-mechanical response, the
contributions to the free energy density at the reference temperature, can be decomposed into
electrical and mechanical parts. For the purely mechanical part of the material, we will distignuish
betweent the volumetric ad isochoric contributions to the free enegy density, as well as the entroy
and specific heat, denoted as ® and e respectively for each property. The free energy density at
reference temperature can be read as

\IJR(F, Eo, A) = \T/R(J) + \iJR(F,vAU + \IJR,elec(Fa EO) (21)

3.3.1. Volumetric free energy density
The pair of functions g amd ng presented in [17] are convex and concave functions satisfying
stability conditions,

J1—1
nr(J) = cng+c?)F

(22)
Ex()) = UMW)+ BT ~1); U(T) = (] — 1. (23)

The parameter kg is the bulk modulus and its corresponding volmetric energy contribution could
be replaced by other suitable formulation [55]. ¢ is a dimensionless parameter and J is related
with the Mie-Griineisen constant I by imposing null pressure at the reference configuration,

ov

37 =0 < B=Tc0x. (24)

J=1,0=0R

The parameter Mie-Griineisen can also been related with the linear thermal expansion coefficient
with the relation
0*
0.J00

= —3akg = —I'd. (25)
J=1,0=05




3.3.2. Isochoric free energy density
Assuming that all the free energy £ is volumetric, the choice v r = —0gnNg allows simplification
of Eq. (19b) as
U(F,0,A) = U(F,A)f@), (26)

which facilitates using standard constitutive models from literature. Usually, the deviatoric free
energy density is expressed as the additive decomposition of the hyperelastic and viscous contribu-
tions, namely, a generalized Maxwell model. The viscoelastic free energy at reference temperature
will read

NMaxw

UR(F,A) = Upo(F)+ Y VUpa(F, Ad) (27)
a=1
A possible example for 0 R.co 18 the non-linear Mooney-Rivlin model,

\I[R,OO(F) = %((F : F)Oél — 3061) —+ %((H . H)OQ — 3042), (28)
In the later section 6 will be discussed some detail about this choice. It’s important to note the
dependance on the second invariant, which offers a robust representaion of elastomeric materials.
As for the viscous contributions W R, these are based on the evolution of internal state
variables A, which will be detailed in Section 3.8. In this upcoming section, the finite strain
viscoelasticity model and its associated evolution laws will be described, based on a multiplicative
decomposition of the deformation gradient, designed to guarantee positive viscous dissipation and
comply with the second law of thermodynamics.

3.3.8. Electro-mechanical coupling

Er&o
2J

\I’R,elec(Fa EO) = - HEO : HEO (29)
3.3.4. Thermal functions

The triplet of functions ¢;, G; and f; determine the thermal coupling for each component.
Once one of the three functions is specified, the remaining ones are uniquely determined via Egs.
(20a) and (20b). As an example, [17] proposes the choice of

4(6) = ((,ﬁ) 40 (30,b)

where the positivity of the parameter ~ is enforced to guarantee the positivity of the specific heat
coefficient. In this work, different families of thermal functions will be employed, following the
general definition in Eq. (15). While expression (30) is a good choice for the volumetric part, a
different family of functions will be employed to capture the non-linear softening of the deviatoric
energy. Hence, the following set of functions will be reused in the later section 6, in combination

with (30), )
A 1 0\"

@ w(@)



@(9)=:G%9)(

7 = exp (— (Q—R)W) , 4>0. (32a,b)
Or
NOTE: G =0r0sf; ¢g=00yG = 00r0pf
1 0\
s
) )
Ert \ Or Or
w05 0\’
r=%0-1(z) 1)

NOTE: Eq. (31b) evaluates to v(0r/0r)" at g, which is in contradiction with Eqgs. (16)
and (20), that state G should be equal to 1 at 6.
The origin of this contradiction is the imposition of U = —0gng.

Y
|
Y
7 N
)
Fl=
N————
Y
|
[a—y
N———
w
—
NS ¥

with

Regarding the function g = (6/6z)? (30), the same proportionality constraint presents
several difficulties.

For any arbitrary property considered at two different temperatures, there is an inherent
proportionality that is independent of the observer’s reference temperature. Consequently,
two functions g (or the corresponding f) related to different reference temperatures are
proportional. For the family of functions defined in (30),

9 YA ( 0 )’YB
)« (L) voert.
(QR) Orp

This relation holds if and only if y4 = 75 = 7. The proportionality constant is then defined
by the ratio of the reference temperatures (6r,/0ry)”-

The same logic applies to all the families of functions, such as those in (31). As a conse-
quence, the relation between W g and ng cannot be specified until a specific thermal function
has been chosen.

Let 07 be the parameter governing the transition temperature of the material properties, and
4 the parameter defining the gradient of that change.

In Section 6 specific values for the families of thermal laws will be presented, as well as the
satisfaction of the stability conditions presented in the following section.

3.4. Mathematical and physical constraints in the model

Material stability: In the absence of dissipation, the free energy density must comply with the
following mathematical requirements

(U V):0%:0: (u®V) > 0; U034 5%YU <0; VF,Ej0and A (33)

9



where u, U, V € R3. The first two conditions in (33) ensure that in the reversible isother-
mal case, material stability is guaranteed [49], namely, perturbations according to the following
ansatzs A¢ = uG (X -V —c¢4t) and Ap = bF (X - U — ¢,t) admit real solutions for the speed
of propagation ¢, of the perturbations.

In order to ensure conditions in equation (33), two sufficient conditions are:

(U@ V) : 025 Vpo(F,Ey) : (u@ V) > 0; U 0% 5 VreolF,E)U <0 (34a)
(u®V):05pVr(J)): (u®V) > 0; (u®V):0ppir(J): (u@ V) >0 (34b)
g() >0, V0 € RT; g(0) > —1, V0 € RT (34c)

First, we will establish sufficient conditions that guarantee the first two conditions over W .
Notice that the two conditions affecting 0 R.oo entail rank-one convexity condition with respect
to the mechanical physics and concavity with respect the electric field Ey. The definition of free
energy densities 0 Roo that comply ab initio simultaneously with the convexity and concavity
conditions in (34a) is far from simple. Instead, a more amenable strain energy density, denote
as €go(F', Dy) is introduced in order to facilitate the fulfilment of the convexity /concavity con-
straints of \i/R’OO(F, Ey). The strain energy density ér . (F', Dy) is related with \i/R’OO(F, Ey) by
means of the following standard Legendre transformation

Uy (F,Ey) = r%in{eR(F, D) — E, - D,}. (35)
0

It was shown by the authors in XXX that a sufficient condition for 0 R,00 b0 satisfy the condition
in (34a) is its polyconvexity, namely, ér(F, Dy) must be expressed as a convex multi-variable
expression, denoted as Wg, with respect to the fields V = {F, H,J, Dy,d}, with d = F D,
namely

ér(F,Do) =Wg(V); V={F H,J Dyd}, d=FD, (36)

For sufficiently differentiable functions, polyconvexity of ég is equivalent to positive definite-
ness of the Hessian operator of Wg(V), namely

6V : [Hy, | : 6V >0, VoV, (37)
where [Hy;, | denotes the (positive definite) Hessian operator of Wr(V), namely
[ 02 Wr OpuWr 03, Wr  Opp, Wi 0%Wg |

OHrWr OauWr O Wenm Oup,Wr O0faWr
[Hy ) = | 05pWr  FagWr  05,Wen  05p, Wk 954Wr | - (38)
0brWr Op,uWr  0psWr 9b,p,Wr 05,aWr

A possible definition for ér(F', Dy) complying with the polyconvexity condition in (36) is the
following
_ M

) 1
én(F, Do) = Wp(F, H,.JDy.d) = SL115 + %HZQ to e A0 (39)
2

10



which is indeed an additive decomposition between of an isochoric Mooney-Rivlin model (purely
mechanical contribution) and an ideal dielectric elastomer model (coupled contribution). Notice
that in above model, the isochoric invariants I1; and IIz can be expressed as

IIp= T, Ilg=J"Ily (40)

Furthermore, the choice of 3/2 in the exponent associated with I1,; is motivated by the
polyconvexity condition: although Iy is polyconvex, its isochoric counterpart, namely [z is
not polyconvex [? |. In fact, 1§, is polyconvex provided that a > 3/2, hence the value chosen.

A slightly more complex expression for the strain energy density égr(F', Dy) involving as well
the field d is

. 5 Ha p2 32 1 1
F. D)) =Wg(F,H,JDy,d) =—I11z+ —II —I1 —11, 41
€R( ) 0) R( ) 9 05 ) 9 F + 92 b2 + 251 Dy + 252 d ( )
Use of the Legendre transformation in (35) permits to obtain its free energy density counter-
part, namely Vg(F', Ey) as

. 1
‘PR(F,E()) = %[[F + %IIZQ - 2€2J[IHEQ (42)

with [[HEO = HED . HED
Furthermore, a possible sufficient condition that complies with the two rank-one convexity
conditions in equation (34b) for the volumetric terms Wx(J) and 7jg(J) is their polyconvexity,
which in this case, reduces to their convexity with respect to J. It can clearly be seen that the
expression for 7g(J) in (?7) is indeed convex with respect to J, i.e. its second derivative with
respect to J vanishes. A possible expression for Wx(.J) can be
_ A 9
Ur(J) :§(J—1) ; A>0 (43)
Notice from (?7?) that among the two last conditions in (34), g(f) > 0 is not satisfied. However,
we will see that this condition is indeed very restrictive.

The Third Law of thermodynamics: The Third Law of thermodynamics establishes that “the
entropy of a body should be zero at Kelvin state (zero temperature)” XXXX, namely

lim 7 =0 (44)

In addition, the specific heat coefficient, denoted as ¢, and defined as
¢ (F,Ey,0,A) = 00,V (F, E,,0, A), (45)
must satisfy the following conditions

Cy (F7 E07 6) A) > 07 Cy <I7 07 037 A|I,O,QR> = C?) (46)

where ¢? € R* is the specific heat coefficient at the reference unstressed configuration. Notice
that the first condition above can be satisfied provided that the free energy density ¥ is concave

with respect to 6, namely
05, < 0. (47)

11



X27 )

Figure 2: Multiplicative decomposition of the deformation gradient.

Clearly, this is incompatible with the choice of a constant specific heat coefficient ¢, as shown
by equation XX,

Material frame indifference:

U(C,Ey.0,A) = U(F,Ey0,A) (48)
U(C, Ey, 0, A) = Up(detC) — g(0)0g <a(J — 1)+ %) + (1 + g(e))xifR(C, E,, A)  (49)

3.5. Incompressible viscoelasticity at finite strains
This Section presents a theoretical framework for large strain compressible viscoelasticity,
where the viscous deformation is not assumed isochoric af a first instance.

3.5.1. Continuum kinematics and multiplicative decomposition

Viscoelasticity in finite strains using a generlized three dimensional Maxwell model is typically
formulated using a multiplicative decomposition of the deformation gradient tensor F' in terms
of its elastic and viscous components |2, 7, 35, 36|

F=F,F, (50)

a)

through the introduction of suitable intermediate (i.e. stress free) configurations (see Fig. 2). As
it is illustrated, the number of viscous elements @ = 1...n, in this generalised Maxwell model
can be arbitrary. Note that F,_ denotes the internal variable of the corresponding viscous element
a that determines the current state of the system, with thermo-dynamical equilibrium achieved
when F, = F. Moreover, to ensure that the proposed constitutive model is objective (i.e. frame
invariant), suitable rotation free right Cauchy-Green deformation tensors can be defined as

C=F"F; (51a)
CVa = F\;EFV(N (5].b)

12



where C' and C|_ denote the total and viscous right Cauchy-Green deformation tensors, respec-
tively. It should be pointed out that unlike C' and C,_, the right Cauchy-Green deformation
tensor C,, = F,' F,_ is not defined in the reference configuration, but at the intermediate (elastic
free) configuration and, as such, it is not rotation free. Indeed, the multiplicative decomposition
of the deformation gradient (50) has an internal redundant rotation, which means F' can equally
be written as

F=F:F; with F; =QF, and F; =F,Q", (52)

where @ € SO(3) denotes an arbitrary rotation tensor. Following a similar idea to that of
Reference [30],5 in this paper we propose to eliminate this redundant rotation by selecting Q as
RVTQ, namely, the rotation tensor emanating from the right polar decomposition of the viscous
deformation gradient tensor F, = R, U, . Hence, a unique multiplicative decomposition of the
deformation gradient F' can then be obtained as
F=FU,, F;

@

F. R, (53)

whereb
' C..=F'F: =U,'CU,", (54)

and the symmetric viscous strain tensor U, is also uniquely defined.

3.6. Strain energy function

To guarantee that W, vanishes when U, and F' only differ by a rigid body rotation (i.e.
thermo-dynamical equilibrium), Bonet et al. XXX particularise the definition of ¥, as

v, (07 Uva) = \Tja (Cea) > (55)

where C., is defined in (54) and the symbol W is used to emphasise the alternative functional
dependency. Moreover, for the particular case of isotropic viscoelasticity, the strain energy con-
tributions W, (C) and ¥,(C.,) can be particularised in terms of their respective invariants
{l,11,,111,}, which will be implicitly assumed in what follows. Note that extension to the
anisotropic case would imply the incorporation of structural tensors representative of their appro-
priate symmetry groups as further arguments of the strain energy density, which will be presented
in a subsequent section.
Incompressibility of the viscous stretch contribution U, implies that detU,, = 1 or, alterna-
tively, by recalling (50), that
Jo, = detF,, = detF = J. (56)

Time differentiation of above kinematic constraint (56) leads to

dC
C—l . €a
G dt

—0, (57)

F=const

which arises as a kinematic constraint for the time evolution of the elastic right Cauchy-Green
tensor C,,. Correspondingly, the Maxwell strain energy density ¥, must be defined to only
penalise distortional contributions, that is

V. (C, U,.) =, (C..) = W, (C) : C. —JiC.., (58)
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_ 90¥a(Cey)

90, can be shown to

whereby® the (deviatoric) second Piola-Kirchhoff elastic stress S(;a
verify®
S, :Ce, =0, (59)

which can be understood as an alternative kinetic (i.e. stress based) constraint to those of (56) or
(57) to fulfil incompressibility’. Further differentiation of this constraint and application of (57)
results in an alternative incompressibility constraint

C. :C.:C, =0, (60)

in terms of the fourth order elasticity tensor C,, ®. Note that, due to its deviatoric nature, C,, is
not strictly positive definite (refer to (60)) and cannot thus be directly inverted, so the evolution
law in (67) needs to be suitably adapted, which will be presented in the following section.

3.7. Second Piola-Kirchhoff stress tensor

The second Piola-Kirchhoff stress tensor S can now be obtained from the directional derivative
of the strain energy W with respect to a perturbation §C whilst holding the internal state variable
U,, constant (i.e. D W [6C] =8 :16C), to yield

=const

o OV v,
=2 = =2 =2
§=2-5 =5 +§ajsa, S =275 So 9C |y,

(61)

where S, represents the long-term stress tensor and S, denotes the viscous stress tensor of the
corresponding Maxwell element and the symbol (e)|;, _ . . emphasises that the internal state
variable U, is held constant. Note that from (55) and the definition (54), stress S, will vanish
when Uy, only differs from F' by a rigid body rotation. For the subsequent derivation, the elastic
second Piola-Kirchhoff stress tensor of the viscous Maxwell element S, is defined as

0V, (C.,)
S, = 20— el 2
. oC., (62)

It is now useful to relate stress S, (61). to stress S, (62) by noticing that

D Wy, [0C] = DV,[D C. [6C]), (63)

—=const o |Uva —=const

and substituting the directional derivative of (54) with respect to 6C into (63) results in
S., = U, S.U,,, (64)

which establishes a necessary relationship between the Maxwell viscous contribution to the second
Piola-Kirchhoff stress tensor and its elastic counterpart.

5For the particular isotropic case, the strain energy U, depends on C’ea via its first two invariants {I,, I, }.
6 As standard, the deviatoric nature of the stress tensor is emphasised using the superscript ’ symbol.
~ "This kinetic constraint results from the homogeneous nature of order 0 of the Maxwell strain energy function

U, that is, U, (C,,) = ¥, (aC., ), for any arbitrary constant o [15].

8Constraints (59) and (60) can be easily obtained by computing first and second derivatives of ¥, (aCs, ) with
respect to a, evaluated at o = 1.
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3.8. Viscous dissipation and evolution law

To fully determine the proposed viscoelastic model, an evolution law for the set of internal
variables U, (a = 1...n,) must be defined. Reference [11] introduces an evolution law based
on the relaxation form of the viscous stress, that is, a natural extension of (??) to the three
dimensional continua. This is accomplished by simply replacing the one-dimensional force and
displacement in (??) with second Piola-Kirchhoff and right Cauchy-Green tensor counterparts,
respectively. However, the non-satisfaction of ab initio positive viscous dissipation in [11] (i.e.
Coleman-Noll procedure [29]) motivates the further development of this theory in this work. As
such, the rate of energy dissipation due to viscous effects is defined as

ov,
— U, "

B av, (C, U,,)
B Z dt

Dvis =

F'=const

3 d%(C.(C. Un)
~ dt

F'=const
B _le dc., (c, U,
— 2 dt

)
F'=const

where the explicit dependence of C,, on arguments {C, U, } is displayed. To ensure that the
evolution law is compatible with the second law of thermodynamics [29], the condition Dy > 0
must be satisfied regardless of the current state of deformation and stress. In order to achieve
this, note firstly that
dCe.,
At

ds.,

=2C!:
Ce. dt

F=const

: (66)

F'=const

where C,, = 2% is the so-called fourth order (positive definite) Lagrangian elasticity tensor.

Crucially, C., and its inverse C;' can be straightforwardly obtained for simple user defined
strain energy densities (i.e. Saint-Venant, neco-Hookean) [15]. Using Eq. (66), the internal viscous
dissipation can now be rewritten as

Dyis = — Z S, : C;} : ddS;a

where in order to ensure positive dissipation, the following general evolution law is proposed

ds., 1
a =5

F'=const Ta

, (67)

F'=const

To >0, (68)

)

where 7, represents the relaxation time parameter that determines the rate of dissipation of the
viscous stresses. For completeness, by the use of Eq. (68), the viscous dissipation can finally take
the form of

1 _
Dyis = ) ESQ‘* :C.l: S, >0. (69)

Since the elastic second Piola-Kirchhoff stress tensor S., is a function of both the total de-
formation gradient F' and viscous stretch Uy, the left-hand side of (68) can be transformed

asS 1
U, = ——8.,, (70)

@
Ta

F'=const
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thereby leading to the determination of the state variable U, in the following nonlinear form

. 1
UVa = __M;j : Seoﬂ (71)

Ta
where the fourth-order tensor M, is defined by

9S.,
U

Va | F=const

Mea = (72>
Interestingly, note that Eq. (71) is very similar to the plastic evolution equation in the context
of maximum dissipation-based large strain elastoplasticity, as described in [53, 54|, facilitating
thus the link between both inelastic approaches. It is straightforward to show that Eq. (71)
corresponds to the plastic evolution equation in which the non-equilibrium strain energy function
is replaced with the yield surface function and the elastic regime has been collapsed to the original
state. In this sense, Eq. (68) can be also generalised into the plastic case by simply replacing the
right-hand side with an appropriate flow rule. It is important to emphasise that the fourth tensor
M, encapsulates a nonlinear dependence on both the strain and the internal state variables.

It should also be pointed out that although the evolution equation (71) for the state variables
U,, is nonlinear, the relaxation law embodied by Eq. (68) is generally linear (similar to the idea
pursued in [52]) except when the parameter 7, is also a function of the stresses. Note that the
only requirement to ensure positive dissipation is that 7, is positive, but not necessarily constant,
that is, 7, = f(||Se.||), with f a non-negative function. Furthermore, more general fully nonlinear
evolution laws can be developed using the concept of a dissipation potential as described in the
Remark below.

A straightforward way to guarantee the invertibility of the singular fourth order elasticity
tensor C,, can be obtained via the following additive extension

C., = 22%2‘: +mC'® C. ", (73)
where m denotes an arbitrary positive constant adopting the role of an artificial bulk modulus
which guarantees the positive definiteness of the newly defined enhanced elasticity tensor C.,. It
is clear now that application of (60) into C., renders 9m > 0. As a result, Eq. (66) is re-defined
as
dCe.,
dt

_ ds.
— 2 —1 : (7%
(Ce"“ dt

(74)

F'=const

F=const

The evolution law for S;a embodied by Eq. (68) in the compressible case, can now be adjusted in
order to comply with the incompressibility constraint Eq. (57). This can be carried out via the
use of a scalar parameter \, (i.e. Lagrange multiplier) to give

s,
dt

_ 1 (s;a _ Aac;}) , (75)

Ta

F'=const

where the last term on the right hand side represent a possible volumetric stress contribution.
Using Egs. (57) and (74) along with above Eq. (75), the value of A, can be obtained after simple
algebra as

S, .Cl.ct
Aa = C1:Cl:CcV’ (76)



from where the positive dissipation Eq. (67) now becomes

;o ds’
_ .1 [
Dvis - Z Sea . (Cea . dt
«@ F=const
1o o~ ) S(;a:@e’al:C’;a1 .
- Xa: ES‘*“ G (Se“ B C;l:C;l:C;! C.. (77)
B 1 (Séa : Ce_al : ,S'éa)(C'e_a1 : @e_al : Ce_al) - (S;a : @e_al : C'e_al)2
B ~ Ta C;l:Cl:Ct

and the positive value of the numerator is a consequence of the Cauchy-Schwarz inequality. An
alternative derivation of the evolution law (75) and the value of the Lagrange multiplier (76) can
be found in Appendix ?7.

3.9. Incremental evolution law

For the sake of computational implementation, Eq. (71) would need to be integrated in time
so as to update the state variables U, from time step n to time step n + 1. However, the direct
use of this equation is highly cumbersome, and thus it is preferable to transform the left-hand
side of Eq. (68) into an incremental form, which when using a classical (first order) backward

Euler scheme renders
dS., 1

— < (S —82), (78)

F'=const

where At denotes the time step size, and the stress tensors S+! and S are defined by

S: =8, (c*', Ur) and S =S8, (C"', UM, (79)

where the upper script n and n + 1 indicate evaluation in their corresponding time steps. Note
that S; represents the state of stress attained from the assumption that there is no viscous
deformation taking place from time step n to n + 1. Alternatively, it can also be interpreted
as the state of stress attained when the deformation from time step n to n + 1 takes place
instantaneously”. In the context of viscoelasticity, the stress relaxation is inevitable and the final
stress can be derived by substituting (78) into (68), resulting in

1
At

Ca

(Sert—8:) = —Tisgjl, (80)

which after simple rearrangement results in

Ta

S =, 85 o=
ol =S, by

Note that the final relaxation stress ngl is proportional to the instantaneous stress S7 10 and
compared with the direct time integration of Eqgs. (71)-(72), computational implementation of

9In the case of elastoplasticity, this term is known as the trial stress that may or may not satisfy the yield
inequality.
10This projection can be identified with the radial return scheme in the context of elastoplasticity
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(81) is considerably simpler. Once the final relaxation stress ngl is computed, the elastic right-
Cauchy-Green strain tensor C2'*! can be determined making use of the user-defined strain energy
density W,. After obtaining C™, the corresponding viscous state variable U™ can be derived
from (54). It is possible to show by direct substitution that the symmetric viscous stretch tensor
Ut! can be obtained as
_ 1 _ 1

U‘:l:-l _ (Uer;-i-l) 1 (U&+1Cn+1U£+1)2 (Ugj—l) 1; Ugj—l _ (Cena—i-1>2 ) (82)
The numerical procedure for the calculation of the internal variable U'*" is outlined in Algorithm
1.

Algorithm 1 Numerical procedure for the calculation of the internal variable in the compressible
case.

1: for Time Increment =1,2,... do

2: for Iteration =1,2,... do
Calculate the right Cauchy-Green strain tensor at the current time increment C™**
Compute the instantaneous stress tensor S;
Compute the stress relaxation S't! via Eq. (81)

Obtain the elastic right Cauchy-Green tensor C'*! via stress energy density T,
Determine the internal variable U™ according to Eq. (82)

end for

9: Store the internal variable UJ'*! as history variable

10: end for

3
4
ot
6.
7
8

Notice that for the case of a simple Saint—Venant-Kirchhoff material model, computation of
C! accepts a closed-form solution, whilst for other more nonlinear models (i.e. neo-Hookean), a
simple Newton-Raphson scheme can be needed. Specifically, in the case of the simple Saint—Venant—Kirchhof
material model, (81) results in

%)\a (trC = 3) I + po (C2F — 1) = 7,8, (83)

expressed in terms of the lame coefficients A\, and pu,, which admits a closed-form solution for
C:t'. Analogously, in the case of a neo-Hookean material model, (81) takes the explicit form of

po (1= (€)Y + 22 m (e (€)™ = s, (84)

which can be easily solved for ngl via a Newton-Raphson type of iterative solution scheme.
Incompressibility

Following a similar procedure to that described in Section 3.9, Eq. (75) can be integrated in
time (i.e. first order backward Euler) as

1, / | -
E(Sez—ﬂ - Sei) = _a (SeZ—H - )\Z—H (C::_l) 1) ’ (85>
where S:;; and S(;Z“ are defined as
Sy =58, (c, ur) and S =8 (Cc", UMY, (86)
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and A" can be incrementally obtained by enforcing the constraint

detCl = J2 |, (87)

rather than using Eq. (76), which only enforces the rate form of the incompressibility constraint!!.
Notably, Egs. (85) and (87) represent an implicit system of nonlinear equations for the solution of
U”Jrl and A"*! in terms of C"*! and U, . Its solution process can be broken-down as previously
done in Sectlon 3.9. Specifically, prov1ded C"*! and U , Egs. (85) and (87) can be first solved in

terms of C and A"*! prior definition of the trial stress tensor S, and with knowledge of the

Maxwell viscous strain energy density ¥,. Subsequently, the viscous stretch tensor U™ can be
evaluated by using Eq. (82). The numerical procedure for the calculation of the internal variable
Ut is outlined in Algorithm 2.

Algorithm 2 Numerical procedure for the calculation of the internal variable in the incompress-
ible case.
1: for Time Increment = 1,2,... do
for Iteration =1,2,... do

Calculate the right Cauchy-Green strain tensor at the current time increment C™**

Compute the instantaneous stress tensor S:;;

Obtain the elastic right Cauchy-Green tensor CZ! by the solution of Eq. (85) and
Eq. (87)
6 Determine the internal variable U™ according to Eq. (82)
7 end for
8
9

Store the internal variable U]'*! as history variable
: end for

Nonetheless, it is instructive to demonstrate the technique for the selected case of an in-
compressible viscous strain energy density neo-Hookean model, which can be solved analytically.
Firstly, by re-arranging Eq. (85), it yields

Ta

At
At _
Ty + AL

'n+1 n+1 n+1 _ x Antl
‘S (Cj ) Waé%aa n 7d<+zﬁt « )

Ya = (88)

For an incompressible new-Hookean strain energy density, the expression for the second Piola-
Kirchhoff stress tensor [15] can be substituted into (88), to give

s (1= e (o)) =t (€)= st (59)

where pi,, is the selected shear modulus and, after some simple algebra, above equation (89) can
be re-arranged to yield

—1
n = 7& ! %
Crt = (1220180 ) (90)
in terms of a yet unknown coefficient **! formulated as

MatrCnJrljL?)W"Jrl il

~n+l _
ol 3

(91)

HThis is similar to classical time integration return mapping approaches in elastoplasticity [53, 54| for the
computation of the algorithmic tangent modulus.
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In order to determine 4", we can enforce

=3
detCmH! = Tutl = Jos1, (92)
det (I - Z_Z €+1Sé’;>

leading to the explicit evaluation of coefficient 3" *! as

,2 /YQ 2 / %
Yn+1 = I (det (I - _J7f+1sei)) 7 (93)
Lo
which along with (90) provides a computationally efficient closed-form expression for CZ-.

4. Incompressible viscoelasticity at finite strains

In the previous Section, the viscous stretch tensor U, can in general contain both volumetric
and distortional components. However, for many viscoelastic materials, the viscous deforma-
tion is usually assumed isochoric, and so in this section we will present a modified theory for
incompressible viscoelasticity at finite strains.

4.1. Volume-preserving constraints

4.2. Modified viscous dissipation and evolution law

4.8. Incremental equations of the modified evolution law
4.4. Fourier law

Fourier law relates the spatial heat flux q and the spatial gradient of 6 by virtue of the following
expression

q=—kVo, (94)

where k represents the semi-positive definite second order thermal conductivity tensor in the
deformed configuration and V(e) the spatial gradient operator. As customary in continuum
mechanics, the relation between g and its material counterpart @ featuring in equation (6) can
be carried out by making use of the Gauss’ theorem and the Nanson’s rule (i.e. da = HdA) as

/diquv :/ q- da = Q- dA, (95)
B oB 880

where div(e) represents the spatial divergence operator and with
Q=H"q=-H"kVS. (96)
The spatial gradient of 6 (96) can be conveniently related to its material counterpart as
Vo=F1Vo=J'HV. (97)
Finally, introduction of (97) into (96) yields

Q=-KVo, K=J'H"kH. (98)

5. Thermo-Electro-Elastodynamics

The objective of this section is to present the variational formulation that will be used in order
to develop an EM time integration scheme in Section 5.3.
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5.1. Continuum formulation

In order to derive a suitable EM time integrator, we first study the conservation properties
of a thermo-electro-elastic continuum controlled by the governing equations (2), (6) and (3)-(4).
For this, we present a formulation in terms of the energy functional depending upon the electric
displacement field Dy, namely W (C', G, C, Dy, n) defined as in (??) in order to satisfy the material
stability conditions in (??). In this case, the formulation relies on the following five weak forms:

Wy = (v —<J5) Cpowy, dV = 0;
Bo
1
Wy = / po - wedV + [ P:-DF[wg|dV — Wg" = 0;
Bo Bo 2 (99)
W, = [ Dq-Vow,dV — W =0;

By

Wy = / (% (0n) we dV — énwg) dv — / Q - Vows dV — Wt =0,
Bo BO

where the external mechanical, electrical and thermal contributions are defined as

W = fo-w¢dv+/

ty - we dA; W;Xt = —/ pow, dV — / wow, dA
Bo 2:Bo Bo B

Fo (100)

WSXt = / Rowg dV + Qowy dA.
Bo 9qBo

Furthermore, in (99), P, Ey and 6 are defined in terms of the derivatives of the energy
functional W (C, G, C, Dy, ) as in (??) and with {v, ¢, p, Dy, 0} € {V® V? V¥ VDo Vo) and
{’U)v,w@,'lUDo,wg} S {V¢,V(?aVOWaVDOaV8}7

V¢ ={¢pecH (ByR®) | ¢p=cdondsByand J>0ae}; V§={pecH (ByR®)|¢=0o0n0dyB};
V‘p:{GEHl(BO;]R); |g0:g50n8¢80}; V“":{GEHl(BO;R); ]go:Oon&pBo};
VP ={0e H (By;R) |60=0ondBy}; V' ={0€ H (By;R) |0 =0o0ndplBy};

VP = {Dy € L, (B R?) } . (101)

5.2. Semidiscret in time: time integrator

Following the work of Simo [51], Gonzalez 26|, Romero [47] and Betsch [9, 10] in the context
of nonlinear elasticity and Franke et al. [22] in the context of thermoelasticity, the objective of
this section is to propose an EM preserving time discretisation scheme for the weak forms in (99).

Let us consider a sequence of time steps {t1, %o, ..., t,, ty11}, Where ¢,,; denotes the current
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time step. From the weak forms in (99), the following implicit one-step time integrator is proposed

A
(W'U)algo = /Bo ('Un+1/2 - T(f) - pow, dV = 0;

Av 1 .
Wo)ago = /BO poxg  WedV + /BO Salgo : §(Dc[w¢])algo AV — (Wg), 1), =0

(W‘P)algo = /B Dy, ., - Voo dV —1—/8 pSnH/Q&p dV — (W:;Xt)n+l/2 —0:
0 0

(WDO)algo = /B 6D0 ’ (anlgo + VO@n—i—l/?) dv = O;
0

A (6n) A ex
(W9>alg0 - /Bo ( At T AL 77a1go> wodV = Bo Qui1y2 - VowgdV — (W9 t)n+1/2 =0.
(102)

5.8. semidiscrete ... thermo-elastodynamics
5.4. Finite Element implementation
As standard in finite elements, the domain By described in Section 2.1 and representing a
thermo-elastic continuum is sub-divided into a finite set of non-overlapping elements e € £ such
that
By~ B = | B;. (103)

The unknown fields {v, @, , Dof} in the semi-discrete weak forms (Wy), 100 (W) aigor Vo) aigos
(Wpy) aigoanid (We),,, in (102) are discretised employing the following functional spaces Vo' x
V" x V¢" x VPI x V" defined as

] P
"hode Mhode
" ¢. h — o] . h_ . h _ .
V _{¢€V ) ¢ Bg_lead)a}v VSD _{@GVSO’ 90 BS_ZleSOa}’
nnDo(c);le ngode
D} Dy. h _ D . o _ 0. h _ 0
VP = {D, € VP, DOBO—ZINCLODOGL V" ={peV’ ¢ BS_Z;NCLQQ},
(104)
where for any field Y € {¢, ¢, Do, 0}, nfode denotes the number of nodes per element of the

discretisation associated with the field Y and NY : BS — R, the a'" shape function used for the
interpolation of ). In addition, Y, represents the value of the field Y at the a'* node of a given
finite element. Similarly, following a Bubnov-Galerkin approach, the functional spaces for the

test functions {w,, We, Wy, Wp,, W} € V(?” X Vghh X Vgh x VP8 x V9" are defined as
Vg)h:{‘v’quVd’h; ¢ =0 on &J)’g}; V‘gh:{WpEV“"h; ¢ =0on 89015’0};
) ) (105)
Vg:{veev9; 9:00n8980}.

Even though the relation between the time derivative of ¢ and the velocity field v is imposed
in a weak sense (refer to the weak form W, in (102),), the consideration of equal functional
spaces for both fields, namely ¢ € V® and v € V¢ enables to conclude that (102), holds strongly,

namely A
E = 'l)n+1/2. (106)
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Consideration of the functional spaces for {v,¢,6} and {w,,we, wp} in (104) and (105)
enables {( W )algo, (Wa)aigo } in (102) to be written in terms of their associated elemental residual
contributions, namely

E E o .
algo w¢a a er algo w@aRa e’

Dy.
WDO algo — Z WDy, * Ra e algo Z UJ@a a e7

(107)

where N denotes the number of elements for the underlying discretisation. The residual contri-
butions R?,, R, RPY and Rf . can be expressed as'?

a,e’ a,e’

o (5AP
R?, = / ol (2A—t2 At) dv + / e (Frut1/2Sa1g0) VoNS dV + . NS fo v, AV
0 0 0

Rfve 5 D, nt1/2 - VN7 dV+/ p(e)nH/ZN(f av;
0

<WD0)algo = / (anlgo + VOQOnJrl/Q) N;)O dV,
Bo

A (0 A
Rz,e = / ( n) Na dv — / KtnaIgONg av — Qn+1/2 . VONg dVv — / R6n+1/2Ng dV.
Bo Bo Bo

At Bo
(108)
where use of equation (106) has been made of in the inertial term of the residual R?, in (108),. A
consistent linearisation of the nonlinear residual contributions (108) has been used in this work.

6. Model calibration

The constitutive model presented in section 3 is general and can be applied to a wide variety
of materials. In the context of EAPs, multiple authors have performed experimental testing, of
the single physics, such as mechanical, thermal or electrical behaviour (|20, 31|) as well as the
coupled behaviour of the combination of two (|1, 38|) or the three physics (40, 46, 50]). The data
reported in the literature will be used to calibrate a constitutive model for VHB polymer, where
the calibration involves the choice of specific mechanical models and thermal functions, fitting
the best parameters and estimating an error for the model.

Beyond finding optimal parameters, the scope of the calibration is to validate the theoretical
formulation and to show its capabilities. The proposed framework is valid for other materials and
the methodology shows some conclusions that can be applied for other material characterization.

6.1. Experiment and data availability

For the accurate calibration of VHB polymer, data from the literature has been collected and
classified. The selected experimental tests can be classified in the following groups: differential
scanning calorimetry (DSC), one-cycle loading-unloading tests, creep tests at constant deforma-
tion, quasi-static loading and broadband dielectric spectrometry (BDS). Mechanical as well as
electrical tests provide data at different temperatures, covering a range from —20°C up to 80°C.

12For simplicity, the external contributions on the boundary of the continuum and associated with £, and Qg
have not been included in (108).
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Some of the tests are very specific and allow to calibrate a single parameter of a very narrow
set of parameters. Other tests like cyclic loading involve the coupling of the thermal, elastic and
viscous effects.
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Figure 3: Visualization of selected experiments showing the thermo-electro-mechanical response of the material.

The most relevant experiments that will be used in the calibration of the constitutive model
are shown in figure (3). DSC and BDS experiments follow standardized protocols and more
information can be found in [32| and [34] respectively. This two experiments allow to identify
specific heat and dielectric properties in the absence of mechanical actions.

Finally, an important consideration is that the stresses on uniaxial experiments reported
by different authors under the same conditions of temperature, velocity and stretch may be
different. This observation would open a discussion about uncertainty of the material data and
error propagation. Given the scope of this investigation is to assess the suitability of the numerical
model to predict the behaviour of EAPs, only consistent data will be considered. There are several
potential sources for the differences of the measured properties: VHB polymer is manufactured as
an adhesive tape, hence, quality control focus on properties different from viscoelastic behaviour;
VHB polymer is provided in different thicknesses, which can alter the curing process of the
polymer; and finally, engineering tolerances are not defined for the current properties and can
suffer variations from one batch of production to another one.
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Table 1: Types and sources of experimental data.

Data Set Experiment Type Reference
Set 1 Differential scanning calorimetry (DSC) [20]
Set 2 One-cycle loading-unloading [38]
Set 3 Constant stretch creep [38]
Set 4 Quasi-static loading [38]
Set 5 One-cycle loading-unloading (discarded) [1]
Set 6 Constant stretch creep (discarded) [1]
Set 7 Broadband dielectric spectroscopy (BDS) [50]
Set 8 Thermo-electro-mechanical one-cycle loading-unloading [40]

6.2. Uniazial experiments loading protocol

Mechanical tests gather some families of experiments, such as cyclic loading, quasi-static load-
ing, and creep at constant stretch. Quasi-static tests are a subtype of cyclic loading at a very
low velocity and coincide with the asymptotic stress of the creep tests. These experiments are
widely used for the mechanical characterization of viscoelastic materials, however, they are not
standardized and the loading protocols can be vary across laboratories and authors. Understand-
ing the loading protocols is needed to define the numerical simulation of experiments and thus,
to perform an optimization for the material parameters.

6.2.1. Kinematics

The mechanical tests reported in [1, 38] describe the following protocol: First, the specimens
were placed inside the chamber and conditioned at the target temperature for fifteen minutes to
achieve thermal homogeneity across the 0 5mm thickness. Crucially, the specimens were mounted
onto the grippers only after this thermal stabilization period. The protective silicon paper was
then removed gently to ensure the test initiated without any pre-tension. Consequently, the
reference configuration for each experiment—corresponding to a stretch of A = 1 and zero nominal
stress—is defined by the stress-free state of the material after free thermal expansion or contraction
at the specific test temperature. The mechanical response was recorded as the Piola (nominal)
stress, calculated by dividing the applied force by the initial undeformed cross-sectional area
measured at the start of the test. Accordingly, the deformation gradient tensor is straightforwardly
found as the composition of volumetric and isochoric parts as

A0 0
Fran=FF=(1+a@-0x)"0 X2 0o |, (109)
0 0 A2

where « is the volumetric thermal expansion coefficient.

On the other hand, In thermo-electromechanical scenarios [40], the mounted specimen was
placed in the temperature-controlled chamber and allowed to reach thermal equilibrium for 15
minutes before loading. The loading sequence was strictly defined: first, a constant electric
potential (2 kV to 6 kV) was applied across the thickness. The material was held under this pure
electrical load for one minute to stabilize initial deformations. Due to the electric-field-induced
expansion being constrained by the fixed clamps, the force measured at the nominal 0% stretch
typically initiated at a slight compressive (negative) value. In the absence of electrical field, the
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deformation gradient would be expressed according to

A0 0
Fryz = |0 (J/N)Y2 0 . J=1-—a(0—0g). (110)
0 0 (J/A\)V/2

It is important to remark that, unlike (109), (110) is linked with non-zero axial stresses for A = 1 at
temperatures different from fz. Given the electrical field will introduce a transverse deformation
Ao, the kinematics will follow the expressions

A0 0 0
Frpy = |0 JY2), 0 ., E=|V/T, (111)
0 0  JV2)! 0

where T} is the reference undeformed thickness and Ay must be such that the transverse stresses
Py and P33 equal to zero.

6.2.2. First Piola-Kirchhoff stress
The process of the calibration of a constitutive model involves the simulation of the experi-
ments and how the constitutive model is able to predict the stress for the series of stretches in
each experiment. The aforementioned deformation gradients define the kinematics of the speci-
men and the evaluation of the stress must be closed with appropriate boundary conditions (i.e.,
a traction-free state on the lateral surfaces of the specimen) by the addition of a hydrostatic
pressure. The total Piola-Kirchhoff stress is given by P = P9 — pJF~T. Given that the lateral
components must vanish (P = P33 = 0), the pressure p is coupled to the constitutive response
as:
p = Py Fy (112)
Consequently, the axial stress used in the objective function of the model calibration is computed
as:

F
o dev -1 dev dev *'22
Py = P —pFyy = P\ — Py iy

(113)

6.3. Constitutive model calibration

The material parameters for the constitutive were identified by minimizing the discrepancy
between the experimental data and the theoretical response for each experiment type. For every
experiment, the objective function is defined as the Ly norm of the dimensionless error.

6.4. Validation and error estimation
6.5. Conclusions

7. Numerical examples
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