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Abstract. We present the derivation of the macroscopic equations for uniaxial polar nematic gels and elas-
tomers. We include the strain field as well as relative rotations as independent dynamic macroscopic de-
grees of freedom. As a consequence, special emphasis is laid on possible static and dynamic cross-couplings
between these macroscopic degrees of freedom associated with the network, and the other macroscopic
degrees of freedom including reorientations of the macroscopic polarization. In particular, we find static
and dissipative dynamic cross-couplings between strain fields and relative rotations on one hand and the
macroscopic polarization on the other that allow for new possibilities to manipulate polar nematics. To give
one example each for the effects of a static and a dissipative cross-coupling: we find that a static electric
field applied perpendicularly to the polar preferred direction leads to relative rotations while dynamically
relative rotations can lead to transverse electric currents. In addition to a permanent network, we also
consider the effect of a transient network, which is particularly important for the case of gels, melts and

concentrated polymer solutions. A section on the influence of macroscopic chirality is included as well.

1 Introduction

An open key issue in the field of complex fluids is the
question to what extent fluidity is compatible with static
macroscopic polar order in three dimensions. About three
decades ago there were some early experimental efforts
along these lines for nematic [1] and pyramidic [2] low
molecular weight liquid crystals. These early experimental
investigations triggered a theoretical study of Ginzburg-
Landau type for polar nematics, where it was shown that
spontaneous splay phases should play an important role
in such systems [3]. More recently liquid crystalline phases
formed by bent-core molecules were predicted [4] and
shown experimentally [5, 6] to have polar directions for
smectic liquid crystalline phases. After that liquid crys-
talline phases formed by bent-core molecules were stud-
ied theoretically and experimentally from various aspects
(compare, for example, refs. [7-9]), but reports of ne-
matic phases formed by bent-core molecules remained
scarce [10-14]. In parallel it was pointed out on the basis
of a symmetry analysis that for biaxial nematic phases,
which are fluid in three dimensions, there are several pos-
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sibilities to have biaxial nematic phases with polar or-
der [15]. From an experimental point of view there was
progress in this direction in the field of main chain lig-
uid crystalline polymers such as polypeptides, polyesters,
and Vectra for which Watanabe’s group showed [16-18]
that one can have nematic phases with polar order in-
cluding biaxial polar nematic phases with C7; symme-
try.

Clearly a macroscopic dynamic description of polar ne-
matics will play an important role in elucidating, char-
acterizing and suggesting new experiments for this class
of materials. We use the term macroscopic dynamics to
describe the low frequency long wavelength behavior of
a type of material. In addition to the classical hydro-
dynamic variables, namely the conserved quantities and
the variables connected to spontaneously broken contin-
uous symmetries [19-21], one also incorporates so-called
macroscopic variables [21], which relax on a finite, but
sufficiently long time scale to become important for the
macroscopic behavior of a given system. This concept has
been introduced by Khalatnikov for the superfluid order
parameter near the normal-fluid—superfluid A-transition in
4He [22] and has since been applied to many different sys-
tems including the superfluid phases of *He [23,24] and
phase transitions in liquid crystals [25, 26].
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In the framework of macroscopic dynamics low molec-
ular weight polar nematic liquid crystals were studied for
the case without external electric fields in [27]. On the
other hand, (ordinary) nematic gels and elastomers are
well investigated [28]. Here we study polar nematic gels
and elastomers. In these systems the preferred direction is
polar, in contrast to ordinary nematic ones where a direc-
tor exists. In addition, we include isotropic gels and elas-
tomers that do not provide preferred directions by their
own. Since the polar direction is the only preferred di-
rection, the system is uniaxial. The polar and elastic as-
pects of the system can be realized by two different sub-
systems, e.g. by a polymeric elastomer swollen by a polar
low molecular weight nematic, or by a single system, e.g.
a cross-linked polymer with polar side-chain order. The
static and dynamic interactions between the two aspects
of such a system are a main topic of the present study.

In addition to the usual conserved quantities we have
as macroscopic variables the variations of the polar pre-
ferred direction, associated with the spontaneously broken
rotational symmetry, and the degree of polar orientational
order. The network brings along as additional macroscopic
variables the strain tensor as well as relative rotations be-
tween the polar order and the network. This is in fact
the first occasion that relative rotations, a concept pio-
neered by de Gennes [29] for nematic liquid crystalline
elastomers, is taken into account for systems with static
polar order. The polar preferred direction, which changes
sign under the parity operation, is an important ingre-
dient for the generation of cross-coupling terms. We also
analyze the influence of external electric fields. The in-
fluence of a transient network, an important concept for
polymeric and elastomeric systems [30,31], is investigated
as well. We will show that transient elasticity, a macro-
scopic approach, which incorporates transient networks
systematically into hydrodynamics [32-40], will lead to
additional coupling terms to lowest order in the wave vec-
tor. In addition we study the influence of chirality on the
macroscopic behavior of polar cholesterics as well as po-
lar cholesteric gels and elastomers. This appears to be the
first class of condensed matter systems described macro-
scopically for which one has two quantities breaking par-
ity symmetry, namely a polar preferred direction as well
as a pseudoscalar quantity ¢g associated with macroscopic
chirality.

We concentrate on bulk hydrodynamics and will not
systematically discuss boundary conditions. In the ab-
sence of external fields boundary conditions for the ori-
entation of the polarization are important to suppress a
possible polar splay phase. They also are crucial when dis-
cussing defects and textures. This is an interesting topic
for complex systems as the present one, but is beyond the
scope of this manuscript, where a homogeneous ground
state is considered.

The present paper is organized as follows. In sect. 2
we describe the choice of the macroscopic variables, the
statics and the thermodynamics. In sect. 3 we derive
the resulting dynamic macroscopic equations for the case
of a permanent network. In sect. 4 we investigate some
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simple solutions of the macroscopic equations presented.
In sect. 5 we analyze how a transient network changes
the macroscopic behavior and in sect. 6 the influence of
macroscopic chirality is discussed. Finally we present in
sect. 7 a brief summary and conclusions. In appendix A
we give a Ginzburg-Landau-type analysis of the isotropic-
ferroelectric phase transition in polar nematic gels and
elastomers thus generalizing earlier work done for low
molecular weight liquid crystals [3]. This also defines the
ground state whose hydrodynamics we are describing.

2 Derivation of macroscopic equations

2.1 Hydrodynamic and macroscopic variables

To derive macroscopic equations for polar nematic gels
and elastomers we generalize suitably the macroscopic dy-
namics of polar nematics derived in ref. [27]. According to
the Eulerian description all variables are local fields, i.e.
volume densities that depend on space and time.

In a next step we must clarify, which type of polar
nematic gels and elastomers we want to study in the fol-
lowing. In ref. [15] we have shown that —depending on
the number of polar and non-polar directions— there can
be, on the basis of symmetry considerations, a fairly large
number of biaxial nematic phases. Here we focus on the
simplest possibility of a polar nematic gel: we assume that
there is one preferred direction associated with polar or-
der. Thus one has overall uniaxial symmetry. We charac-
terize the polar order with the macroscopic polarization
P, which can be decomposed into the unit vector p and
the modulus P = |P|. Thus, the relevant variables [21]
come in three classes.

The first class of variables, the conserved quantities,
contains those already known from a simple fluid, the mass
density p, the energy density ¢ and the momentum density
g. In our case we add another variable, the concentration
of the polar particles (c). In lyotropic systems one could
also take into account additionally the concentration of
the solvent cg without changing the major results, since
it has the same transformation behavior as ¢ and thus
makes the same type of coupling terms.

In the second class we have the variables that are re-
lated to spontaneously broken continuous symmetries. In
our case we have the orientation of the macroscopic po-
larization, p, which is associated with spontaneously bro-
ken rotational symmetry. The variations of p, dp;, with
pi - 0p; = 0 in first order, are truly hydrodynamic. p is a
polar vector and thus odd under parity and even under
time reversal; the former property leads to a number of
static and dynamic cross-coupling terms unknown from
conventional uniaxial nematics. The modulus or magni-
tude of the macroscopic polarization, P, belongs to the
third class of variables, which relax on a long, but finite
time scale. The main difference to ordinary nematics lies
in the fact that p; is a true vector (no general p; — —p;
invariance, but p; — —p; under spatial inversion) and in
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the modulus variable P, which is strongly susceptible to
electric fields, in contrast to the nematic order parameter
modulus. It should be noted that even in ordinary ne-
matics the modulus (S) has been treated as an additional
degree of freedom [41,42], although it is only weakly sus-
ceptible to external fields and its fluctuations often have
a rather short relaxation time. Due to the strong coupling
of P to electric fields, it is clearly very important to keep
this variable in polar nematics.

The presence of a network gives rise to the strain tensor
u;; as a macroscopic variable; in its linearized version it
reads u;; = %(Viuj —i—Vjui) with the displacement field u;.
Due to the simultaneous presence of a network as well as
of the variables dp;, relative rotations {2; as pioneered by
de Gennes [29] for nematic elastomers become an impor-
tant macroscopic variable, which can be introduced via
$; = 0p; — 2 in analogy to the case of nematic lig-
uid crystalline elastomers [28], where now 2 = p;;
with Qij = %(V,u] - VZUZ> and ﬁZ.QlJ' = 0. This vari-
able describes the fact that in the presence of (vector or)
tensor fields, rotations of p; do not cost energy, only if
also those fields are rotated the same way, and cost en-
ergy otherwise. Relative rotations are not truly hydrody-
namic variables, but relax slowly enough to be considered
here.

Throughout this paper we stick to the splitting of P
into its modulus and its orientation, because this reveals
the different hydrodynamic nature of the latter variables
and facilitates comparison with ordinary nematics. We
stress that no additional (static and/or dynamic) mate-
rial parameters or effects are introduced by this procedure
and we have checked that using P as a variable leads to a
completely equivalent macroscopic dynamics (for an anal-
ogous discussion for ordinary nematics compare ref. [38]).
On the contrary, however, in a Ginzburg-Landau-type de-
scription of the phase transition from the isotropic (no P)
phase to a polar nematic gel or elastomer (finite P) the
vector P must be used as a variable. This is described and
discussed in detail in appendix A.

In the next section we first give the standard thermo-
dynamic relations among the various degrees of freedom
ensuring a description compatible with basic thermody-
namic principles. The static part of the hydrodynamics is
then presented in form of a total energy expression de-
scribing how deviations from the thermodynamic ground
state enhance the energy. Subsequently, new symbols are
defined, the forms of the material tensors involved are
given thereby defining the static susceptibilities, and fi-
nally the physical meaning and implications of various
energy contributions are sketched.

2.2 Statics and thermodynamics

To derive the static properties of our system we formulate
the local first law of thermodynamics relating changes in
the entropy density o to changes in the hydrodynamic and
macroscopic variables discussed above. We find the Gibbs
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de = T'do + pdp + pede + v;dg; + E;dD;
+ hdp; + W'TAP + @;;dV ;p; + ®T AV, P

+ i dug; + Lide;, (1)

where we have kept inhomogeneous variations of the po-
larization magnitude, V; P, which become relevant for de-
fects as well as for inhomogeneous external fields. Similar
to the case of an ordinary nematic director, homogeneous
variations of the preferred direction p do not cost energy
due to the spontaneous nature of the broken rotational
symmetry, except in the presence of an external (sym-
metry breaking) field; thus, in the field-free, homogeneous
case h} = 0. In addition, h}p; = 0, since p; is a unit vector.

In eq. (1) the thermodynamic quantities, temperature
T, chemical potential u, relative chemical potential g,
electric field £;, velocity v;, the elastic stress 1);;, the “rela-
tive molecular field” Lil associated with relative rotations,
the molecular fields associated with the polarization h'",
@F | hl, and ®;; are defined as partial derivatives of the en-
ergy density with respect to the appropriate variables [21].
If we neglect surface effects and integrate eq. (1) by parts
we can obtain a simplified expression for the Gibbs rela-
tion

de = Tdo + pdp + pede + v;dg; + E;dD;
+ de + hfdﬁz + wijduij + L%dflu (2)

where the molecular fields h¥ and hY are given by W =
WE —V;®F and h} = hj — V;®;;, respectively.

In the equilibrium state considered here, the polar-
ization magnitude, Py, is constant and a given material
parameter. The orientation of the polarization, p! is ho-
mogeneous and arbitrary. Thus, we assume that external
fields or boundary conditions suppress a splay structure
as ground state, possible for polar systems, which anyhow
cannot exist defect-free in the whole space. In an external
electric field E, the equilibrium polarization P is along E
and Py is in addition also a function of the field strength,
Py = Py(F), a function which we will not specify further
and which we assume to be known and which we will still
call Py. Due to electrostriction a finite polarization leads to
deformations of the network, which we incorporate already
in the ground state (cf. the discussion of eq. (11)). For an
extended discussion of the ground state cf. appendix A.

Taking this equilibrium state as the stable ground
state, the energy density expanded in all variables about
this state has to be convex. In addition, this energy den-
sity must be invariant under time reversal as well as under
parity and it must be invariant under rigid rotations, rigid
translations and covariant under Galilei transformations.
Taking into account these symmetry arguments we get,
for deviations of the variables from the ground state in
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harmonic approximation
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1
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+C'L_]E'Q E + Cuk

QVkaJrC” QV P

+ (I B Vs, (3)
where ¢y contains all the contributions characteristic of
a miscible binary fluid mixture [21] and where ¢ denotes
deviations from the equilibrium value, in particular 6 P =
P — Py, §p; = p; — pY, 6¢ = ¢ — ¢o ete. The polarization
electric coupling, — P- FE, translates into the hydrodynamic
electric orientation energy using E; = Ep) and p?ép; =
—7(5p,) due to the requirement (pY + dp;)? = 1, and is
therefore proportional to Py and F.

Due to the existence of the preferred direction p;, all
material tensors reflect this uniaxiality, in particular

1
Kijkl 2K1 (5L5kl + 5 05 k) +Kap prerz]pqﬁqkl
+ K3 prpid;, (4)
Lij = Ky pip; + K5 655, (5)
M, = Ks (ﬁifsﬁc + ibik) - (6)

where €;;1, is the totally antisymmetric symbol and (5L the

transverse Kronecker delta, 5w = 0;5 — Pip;j. The materlal

tensor (;;5; takes the form

Cléwékl + C25klpzpj + 43(5 + 5 6 )

+ (85D Pr + 05iDiDr), (7)

Cijkl =

having only four coefficients due to the transversality of
0p;. The standard uniaxial elasticity tensor, c;;;, has the
same four terms plus a fifth one (¢5 p;p;prpi) [28]. For the
piezoelectric tensor, C ijks we get

¢ = CC(05by + 65.0:) + (5 055Dk + (3 Pibipe (8)

with the same structure for (5 - The direct static coupling
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between electric fields and relative rotations is given by
QE QEsL
Cij = ( 57,] ) (9)

where (;; 2P has the same structure. The second-rank sus-

p(rcP

ceptibility tensors x;; are of the standard uniaxial

form, eq. (5), while x”k has the same structure as eq. (6).
For the coupling between relative rotations and gradients
of the polar preferred direction, which again does not exist
in systems with a director-type preferred direction, there
is

Ciip = C7P65kb;. (10)
We note that the contribution ~ (;;z coupling strains and
gradients of a polar preferred direction only exists in po-
lar systems, while in systems with a non-polar preferred
direction, such as in ordinary nematics, it cannot arise for
parity reasons. Also the direct coupling of relative rota-
tions to electric fields ~ ¢?F only exists in polar gels and
not in the usual nematic elastomers. The flexoelectric term
~ C?ﬁcxo is of the same structure as in ordinary nematics
with the director n; replaced by p;.

The convexity of the energy requires various positiv-
ity conditions on tensor coefficients describing quadratic
expressions, e.g. « > 0, K;. 5 > 0, D; > 0, while
those coefficients that describe bilinear cross-couplings
can have either sign, but are bounded from above, e.g.
Kﬁ < K1K4, <12 < ClKl, (C3P)2 < C5K4, (CQP)Q < le(s7
(XH Py)? < acs, and (¢P)? < D1 K3.

Equation (3) contains the energy density of a normal
fluid binary mixture (o) and the polar analogues of that of
a usual nematic phase including spatial modulations of the
order parameter modulus: the Frank orientational elastic
energy (~ K;;p; with splay, bend and twist [44]), the en-
ergy associated with gradients of the modulus (~ L;;) [21]
and a cross-coupling term between gradients of the pre-
ferred direction to gradients of the order parameter mod-
ulus (~ M;j;) [45]. The orientation energy due to an
external field is governed by P, - E and the stiffness of
order parameter variations is given by «. Although the
energy density expression is given in harmonic approxi-
mation only, it can give rise to nonlinear effects, since all
material parameters are still functions of the state vari-
ables, like temperature, pressure, and the polarization Fy.
This is in contrast to ordinary nematics, where the mate-
rial parameters can only be a function of E2.

The third to fifth line of eq. (3) contains contributions
that are specific for polar nematics and are absent for
ordinary, non-polar nematics as they would violate the
n — —n invariance. These comprise couplings (~ ;)
between the polarization and variations of p, ¢ and c,
which are of the same nature as the pyroelectric term in
solids [46]. They arise from appropriate terms ~ P? in the
Ginzburg-Landau free energy, eq. (A.1), explaining the ex-
plicit Py factors. Other cross-coupling terms, ~ /6_’17273 and
~ [31,2,3, are relating variations of p, o and c to splay and
to spatial variations of the polarization along the preferred
direction, p;V; P, respectively.



Eur. Phys. J. E (2016) 39: 105

For the ground state considered here, the possible lin-
ear splay contribution, V,; P; to the energy is simply a sur-
face term, which we omit. For the importance of this term
in finding the ground state, cf. appendix A.

Line six contains linear elasticity, the characteristic
self-coupling of relative rotations and the coupling of
strains to relative rotations. In line seven we have static
cross-coupling terms between strains and variations of
density, entropy density, concentration and the magni-
tude of the polarization. These terms listed in lines six
and seven are analogues and isomorphic to the case of ne-
matic gels, when the director 7n; is replaced by the polar
preferred direction p;. Line eight contains three coupling
terms of strains to gradients of the polar direction and
gradients of P as well as to external electric fields: these
two cross-couplings only exist for gels with a polar pre-
ferred direction. For completeness we have also listed in
line eight the analogue of the flexoelectric contribution in
a nematic for a system with a polar preferred direction.
In line nine we have three coupling terms of relative ro-
tations to external electric fields and to gradients of the
polar preferred direction and of P. All three terms only
exist for polar gels with relative rotations and have not
been considered before.

Ferroelectric solids are known to show electrostriction,
a coupling between the polarization and elastic deforma-
tions, which can be written (in close analogy to eq. (A.2)
for the magnetic case studied in ref. [28])

(1)

1
ep = 575;@1313]‘%17

where ~//,; has six independent coefficients [46,47] in a
uniaxial material. For the given ground state, this expres-
sion contains a term, which is linear in the deviations,
~ Pgﬁiﬁjufj that leads to an elastic, electrostrictive de-
formation u{;. We assume that in our ground state the
electrostrictive deformation has already been taken into
account and the strain tensor u;; describes deviations from
this true ground state. Then, the linear contribution of
eq. (11) vanishes. The contribution quadratic in deviations
from the ground state, ~ Py(p;0P;+p;0P;)u;;, leads to the
contribution XZPouij(SP in the energy, eq. (3), explain-
ing also the explicit Py factor. We will discard the other
quadratic term ~ (p;0p; + p;Op; )ui;, leading to ijkuijéﬁk
in eq. (3), since we neglect orientation of the polarization
due to elastic deformations (cf. appendix A) compared to
orientation due to the external field.

The thermodynamic forces and thus simultaneously
the static properties of polar nematic gels and elastomers
are obtained by expanding first the generalized energy
density into the macroscopic variables and then, in a sec-
ond step, by taking the variational derivatives with respect
to one variable while keeping all other variables fixed, de-
noted by ellipses in the following [21]. We get in detail in
harmonic approximation

_ O 1
_agl .”_pgh

(12)

Ui
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WP = 25 08P 4 (1169 + 1260 + 7350 P
= %P = ¢ 710p + 7200 + 730¢) Lo
+ xi; Poij (13)
P — 65‘ =L;;V,;P+ M;;;,V,p
CTawp)| T T e
+pi(B16p + B2bo + B3dc)
+ G592 + g, (14)
Oe R
hy = o = Py E dp;, (15)
q’),,_i = K.V + Mi.:: Vi P
ij = a(vjﬁz) = Jikl kD1 kji Vk
+ Crigit + (OB + ng‘z;fzk
+ 0% (Bidp+ Bado + Badc),  (16)
Oe o RV
S = % =1Po0P + B1p;ViP + 31V;D;
+ X0 i (17)
Oe . R
ST — | = Y2 Py P + B2p; Vi P + 32V
+ X7 ij (18)
Oe - RV
Ope = 5| = 13Po0P + Bapi VP + G5 Vi
+ Xijuij» (19)
Ot . S ) P PP
Yij = Bug; | kUK T X350P F X500 + XigEo
1 R R ~
+ X%(Sc + §D2(51Lkp] + 6]Lk;pl)9k
+ Gijr VD + Cngk + vi};kvkp’ (20)
Oe 5 1 5 5
L = 2% =D + §D2(pj5ﬁl} +pk5ijj_')ujk
+ B+ GV b+ VP (21)

from which the total molecular fields W = n'F — V;&F
and h! = hl — V,;®,; follow immediately.

3 Dynamics

3.1 Dynamic equations

The macroscopic equations for conserved quantities, vari-
ables associated with spontaneously broken continuous
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symmetries and slowly relaxing variables are

0
8tp+d1vpv—0 (22)
0 el s el
En +u; Vi) p® +divi® =0, (23)
0 2R
prid +divov + divj° = T (24)
0
agiﬁ-vj' (ngz--i—éijﬂ—z/)ij -‘rJEj}-l—l—Uij) =0, (25)
9 R R
0 e
at+u]vj c+divi® =0, (27)
9 P
5 Vi) PHXT =0, (28
9 5 17
8t+’UJVj 2, +Y7°=0, (29)
9 u
8t + 'U]V ulj AZ] + X’L] = O, (30)
with g; = pv; and [28,35]
UU = —E;D; + @1;Vipr + 20Uk
1 -
—5 (Bl — pi¥) - 7(0 L —$ly),  (31)
where A;; = %(Vivj + V;v;) is the deformational flow
and w; = %eijkvjvk the vorticity. The thermodynamic

pressure is defined as IT = —(9/9V) [ edV and given by

II=—-—<+To+pup+pcc+g-v+E-D. (32)
It only contains the extensive degrees of freedom. Note
that the thermodynamic pressure is not equal to (one third
of) the trace of the total stress tensor, due to the elastic
stress 1,5, eq. (20), and the nonlinearities in eq. (31). The
parts of the currents shown explicitly in (22)-(31) are not
material dependent, but are given by general symmetry
and thermodynamic principles [21], like transformation
behavior under translations (transport terms) or rotations
(convective terms) and by the requirement of zero entropy
production (R = 0) of all those terms together with the
isotropic pressure term in eq. (25).
Using the requirement [21]

wij (=P Ej + hipj + PiiV P
+ Vk(ﬁj(pik) + Lilfzj + 2wkiukj) =0 (33)

for any constant antisymmetric matrix w;; = —w;;, which
ensures the rotational invariance of the Gibbs relation,
eq. (1), the non-symmetric part of the stress tensor,
eq. (31), can be transformed as

20" = —(E;D; + E;D;) + D1V jpr. + Pr; Vipy

ij
+2(Yjpur; + Yirur;) + Vi(p;Pik — pi®jr). (34)
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Now Jt;‘ is either symmetric or a divergence of an anti-

symmetric part, which ensures angular momentum con-
servation. It can be brought into a manifestly symmetric
form by some redefinitions [19].

The source term 2R/T in (24) is the entropy produc-
tion, which has to be zero for reversible, and positive for
irreversible processes. The phenomenological parts of the
entropy current j{, the stress tensor o;;, the concentra-
tion current j¢ and the quasi-currents X;, Y;**, X% and
X5, associated with the temporal changes of the polar
unit vector, relative rotations, the polar nematic order,
and the strain tensor, respectively, are given below. These
phenomenological currents and quasi-currents can be split
into reversible (superscript R) and dissipative parts (su-
perscript D), where the former have the same time re-
versal behavior as the time derivative of the appropriate
variable and must give R = 0, while the latter have the
opposite behavior and give R > 0. The phenomenolog-
ical currents and quasi-currents are given within “linear
irreversible thermodynamics” (guaranteeing general On-
sager relations), i.e. as linear relations between currents
and thermodynamic forces. The resulting expressions are
nevertheless nonlinear, since all material parameters can
be functions of the state variables (e.g. I, T, P). The
phenomenological part of the stress tensor o;; has to be
symmetric guaranteeing angular momentum conservation.
The dynamic equation for the energy density follows from
eqs. (22)-(30) via eq. (1), and is not shown here.

3.2 Reversible dynamics

Making use of symmetry arguments (including behavior
under time reversal, parity, rigid rotations, rigid trans-
lations and covariance under Galilei transformations) and
Onsager’s relations we obtain the following expressions for
the reversible currents up to linear order in the thermo-
dynamic forces

gi = pui, (35)
378 = oA ks (36)
3% = 51 Ajk, (37)
3 = o5k Ak, (38)

Xt =0, (39)
1 . "
05 = *7>\£ﬂhp + ﬂzg iAL(L#pj =+ Lj_pz)
_ijiva - @Zjivkﬂc - WiljiEka (40)

= @‘inja (41)

v = )‘z]kAJk’ (42)
YR = */\l(%pk + 055D7) A (43)
with A = §(Vivk + Vv;). The coupling of the polariza-

tion and the density of linear momentum is provided by
the tensors
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Xijk = ADiip+pr0s) and AL = A0+ pip;. (44)

One finds a total of three material-dependent coupling
terms. The first is the analogue of the classical flow align-
ment term coupling the orientation of the preferred di-
rection to deformational flow, while the coupling to rota-
tional flow (rigid rotation) is not material dependent and
has already been made explicit in eq. (26). The two contri-
butions ~ A} and ~ A} are associated with the coupling
of the magnitude of the polarization, P, to velocity gra-
dients (compare also the detailed discussion in the next
section). We note that this coupling between the density
of linear momentum and the polarization is identical in
structure to that of a uniaxial nematic, when formally p;
is replaced by the director n; and P by the nematic order
parameter modulus S. The coupling of relative rotations
to flow, provided by the A' terms, has already been given
in nematic elastomers [28].

The tensors 7%, have been shown before to arise for
polar nematics [48] and are of the structure

Ok = PSPiDiPr + P8 Pi05k + 5 (D0 + Pudi;).  (45)

These reversible dynamic cross-coupling terms exist in all
macroscopic systems with a parity breaking vector.

The physical meaning of some of these reversible cou-
plings will be explored in sect. 4.

3.3 Irreversible dynamics and entropy production

For the derivation of the dissipative parts of the phe-
nomenological currents one usually expands the dissipa-
tion function R to second order in the thermodynamic
forces and then obtains the dissipative currents by taking
the variational derivatives with respect to the forces. We
find for the dissipation function

1
R: 7KWW2

1 1
ki (Vi) (ViT) + 5 5

5 2VijklAijAkl +

+%'7ij (Vitbir) (Vi) + DY (V;T) (Vigte)

FANT (VW) (VT + AV (VW) (Vi)

+ (Vjthig) (ERVET + €5 Vrpte + E5 ViW + ELEy)

+%Dij (Vipe) (Vjipe) + %SijEZ‘E]‘ +DEEV;p.

+ DY E;V;W + k5 E VT + 8BV b

+ m” W E;W + K| Pp W, T

+ wa 5 WV i + D piW Vi

+ hZ(Sij(viiwij + TV T + PP R,
+ &PV i+ PV VW)

+L¢6ﬁc(§ngiwi‘j + fQTVjT + fQEEj
+ MV + €TV W)

1 1
n Lrlgpl i
T (th?h§+2g LELE + €l h§>. (46)
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Here v;j1; is the uniaxial viscosity tensor [19], ks de-
scribes the relaxation of the polar order parameter, r;j,
Yij» Dij, D”, 845 and "% describe heat conduction, strain
diffusion, mass diffusion, thermodiffusion, electrlc con-
duct1v1ty and the Peltier effect, respectively. A}J'7, )\W“ ,
5”7 i glvjv , DE and DV]V describe dlffuswe couphng
terms between grad1ents of the polar order parameter
and defect diffusion on one hand, and gradients of tem-
perature and chemical potential or electric fields on the
other. All second-rank dissipative property tensors dis-

cussed so far are of the uniaxial form bg = bféfj +
bﬁ) piPj. 7 is associated with the diffusion or relaxation

of the polar direction, £+ characterizes the relaxation
of relative rotations and the contribution ~ &5 repre-
sents the coupling between relative rotations and dif-
fusion/relaxation of the polar direction. The last three
contributions are isomorphic in structure to the case of
nematic elastomers with the director ﬁz replaced by p;
[28]. The contributions ~ /{ﬁ;W, /ﬁﬁj, D” and D” cou-

ple variations of relaxing polar order parameter to elec-
tric field, temperature gradients, gradients of the chem-
ical potential and strain diffusion. The terms containing
nﬁj and Dﬁ) have been given before for polar nematic in

ref. [27].

The positivity requirement for the dissipation func-
tion requires various positivity conditions on tensor co-
efficients describing quadratic expressions, e.g. k1 ||, 71,
s1,), and Ky are all positive, while those coefficients that
describe bilinear cross-couplings can have either sign, but
are bounded from above, e.g. (mfw) < 8)|Kw, (ﬁf)z <

K| kw, and (D‘if’ )2 <y Ew.

All terms in eq. (46) ~ £7“ L coupling relative rota-
tions to temperature gradients, electric fields, gradients of
chemical potential and polar order parameter as well as
to strain diffusion are given here for the first time. They
are characteristic for systems with polar order and relative
rotations. The contributions ~ £P*h} represent cross cou-
plings between the molecular field of the polar direction
(h}) and temperature gradients, electric fields, gradients
of chemical potential and polar order parameter as well
as strain diffusion. Two of these contributions (~ VT and
V) have been presented for polar nematic [27]. All terms
associated with £P* are characteristic for systems with a
polar direction and do not arise for non-polar liquid crys-
tals.

Inspecting carefully eq. (46) one notes that, except for
the dissipation associated with the extensional flow, A;j,
all macroscopic variables couple to each other dissipatively
to a low order in the wave vector.

The range of possible values of the coefficients in
eq. (46) is restricted by the positivity of the entropy pro-
duction.

To obtain the dissipative parts of the currents and
quasi-currents we take the partial derivatives of R with
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respect to the appropriate thermodynamic force
j,?D = —I{Z‘jVjT — D;";V]uc —
— N TVW — €5

E
'kaijEj

— TS 5E — TS L — khpW, (47)
3P = =DyVipue — DLV,T — DIE;

— NIV W — €6V i

— oG — €205 Ly — DipaW, (48)
i = 0 E; + DEV p. + kEV,;T

+ DWV W+ §”ka]1<

+EPESERD + €255 LT + kY p W, (49)
o} = —v A, (50)
yP = —5$h§) + &L

+EPVSEV by + EPT 05V T + EPESLE

+ fp#(;ij i+ ng(SJ‘V W, (51)

VP = 1L + b
+EPV65 (Vihiy) + E7T65(V,T) + 7P 535 E;
+EMSE (V) + £S5 (VW), (52)
ZP = kwW = V;(NY VT + N Vi)
— Vi(EX Vi) — Vj(DfJVTEi)
+D‘ DiV; %; + DH DiVilte

_vj(fpw5jk ¥~ j(fQW‘SjkLi)» (53)

xub

ij 77§[V1(€ va+§ vkﬂo‘i’{zkvkw

+ &L By + vk Vit + Dﬁpwﬁz‘W

+EPVSRRY + EPVOR L) + (i )] (54)

4 Experimental considerations

As a first important observation we notice that there is
only one macroscopic variable, which is odd under time
reversal, namely the density of momentum g; or, equiv-
alently, the velocity v;. In addition, there is no intrinsic
unit vector in the system, which is odd under time re-
versal and which would facilitate reversible cross-coupling
terms. Examples for such systems include ferromagnets
and antiferromagnets [20], the superfluid phases *He-A
and 3He-A; [24,49] and uniaxial magnetic gels [50].
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4.1 Reversible cross-coupling terms

First we discuss briefly the question of reversible cross-
coupling terms. It turns out that all reversible cross-
coupling arising and listed in eqs. (36)-(38) and (40)-(43)
have been presented before for nematic gels [28] or for low
molecular weight polar nematic liquid crystals [27,48]. We
refer to these references for a more detailed analysis.

4.2 Physical consequences of selected static
cross-coupling terms

Inspecting the wvarious static cross-coupling terms in
eq. (3), we find that there are four types which are charac-
teristic for gels with polar preferred directions and which
do not exist in nematic gels or low molecular weight polar
nematics. One of them, namely piezoelectricity, the static
coupling between the strain tensor and electric fields, is
of the same structure as the piezoelectric tensor in solid
state physics. It thus has for a uniaxial polar system of
the nature discussed here three independent piezoelectric
coefficients [46].

There is one novel static coupling to strains, namely
the coupling between spatial variations of the polar pre-
ferred direction and strains. The corresponding terms take
the form

Dy = ... — Crljillij, (55)
Yij = ...+ Ciiu Vi, (56)
where (i has four independent coefficients (compare

eq. (7)).

Relative rotations are associated with two static cross-
coupling terms not considered before. They can couple to
external electric fields as well as to spatial variations of
the polar preferred direction. Specifically we obtain

L= .+ CPE + 0V i, (57)
bij=...+ C;Wqu, (58)
where
QE QFE
= (P55, (59)
and
Cz]k - CQp(szka (60)

To get a better intuition for the experimental conse-
quences of these cross-coupling terms we consider a con-
crete geometry. We take the equilibrium value of the polar
preferred direction to be parallel to the Z-axis. Then we
have

Ly =.. . +(PE, + (V. by, (61)
Ly = ...+ ("B, + (PV.p,, (62)
By = ...+ (P, (63)
By, = ...+ (0, (64)
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From egs. (61) to (64) we arrive at the following three
conclusions for the novel static behavior for polar gels.
An electric field applied perpendicularly to the polar pre-
ferred direction leads to relative rotations. Relative rota-
tions lead to bend deformations of the polar direction and,
conversely, bend deformations of the director lead to rel-
ative rotations. None of these effects is possible for the
usual nematic gels.

4.3 Physical consequences of selected dissipative
cross-coupling terms

For the dissipative cross-coupling terms between relative
rotations and the molecular field associated with the polar
direction on one hand and gradients of temperature, rela-
tive chemical potential, elastic stress and order parameter
field and electric fields we have as the relevant subset of

egs. (47) to (49) and (51) to (54)

jolD _ Ethp g(ZELL (65)
§7P = - nt — 0T Ly, (66)
P = 0P — 30 LT (67)

VP = +&0 Vs + &) VT + 7 E;
+ &V + €8V W, (68)

VP = 48V iy + €8TV, T + €27 E;
HEOIV i+ €8V VW, (69)
ZP = V(&Y h) = Vi L), (70)
X0 = [(fp”’h” VL) + (i = ). (71)

Inspecting egs. (65) to (71) we see that, for example,
heat currents and electric currents arise due to relative ro-
tations and, perhaps easier to check experimentally, tem-
perature gradients and electric fields lead to relative ro-
tations. Similarly deformations of the polar direction lead
to heat, concentration and electric currents.

To arrive at a simple picture for the experimental con-
sequences of these dissipative cross-coupling terms we con-
sider a simple geometry. We again take the equilibrium
value of the polar preferred direction to be parallel to the
z-axis. Then we have

Jgt =g Ehg =P Ly (72)
o = —€PPRb — PP L (73)

That is, relative rotations and the molecular field associ-
ated with the polar direction give rise to tranverse electric
currents. In addition

Ya:D = +§pEEZL’7
Y = +¢PE,,
VPP = 49TV, T + 7P E;,

VPP = +¢7TV, T+ ¢°FE,.
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Thus, electric fields and temperature gradients perpendic-
ular to the polar direction give rise to relative rotations
and finite values of the molecular field.

We close this section by emphasizing that all these
effects can only arise for polar gels.

5 Influence of a transient network on the
macroscopic dynamics

In this brief section we outline the changes for the macro-
scopic behavior of polar nematic gels and elastomers for
the case that a transient network —in addition to a per-
manent network— is present.

As usual for the case of transient networks the static
considerations are unchanged. The dynamic equation for
the strain tensor, eq. (30), can now have a source term,
since the network relaxes. To leading order in the wave
vector the reversible dynamics in the presence of a tran-
sient network does not change.

For the dissipation function, however, there are several
additions, which are of lower order in k£ than for the case
of gels and elastomers

1 _
R=...+ 5(7 D ijkithii

+1/J”< Z]kvk?T+ jka;Mc + kaVk;W + 7, jkEk)
+ i (T + T 50 L) (78)

In eq. (78) the tensor associated with the relaxation
times of the transient network, (771);;z has the same
structure as the tensor of the elastic moduli, ¢;j,;. The
third-rank tensors in the second line of eq. (78) take the
form

Y _

Tijk = 71 ( 077 ik +P351k) + Tz Pngpk, (79)

while the third-rank tensors in the third line of eq. (78)
take the form

2

T‘&‘k 5 (p 5k+p35 )-

¥

(80)

Taking the derivatives of the dissipation function
eq. (78) we obtain for the contributions from the tran-
sient network to the dissipative parts of the currents and
quasi-currents

JiP = =T, (81)

3P = =5y, (82)
T = ki, (83)

vP = Tgﬁ@z;ij, (84)
VEP = ”k Vi, (85)
XPP = _vk(Tijk'(/Jij)v (86)
XiP = (7 Dijmom

+lekaT+ ]ka,U/c+lekaW+ jkEk

TR + T L (87)
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We point out that none of the cross-coupling terms enter-
ing egs. (81)-(87) are possible for non-polar transient ne-
matic gels and elastomers. Specifically these contributions
predict that in a polar system the mechanical stresses aris-
ing from a transient network give rise to heat and electric
currents.

6 Macroscopic dynamics of chiral polar gels

In this section we discuss chiral contributions, which arise
when, in addition to the polar preferred direction, a pseu-
doscalar quantity, qo, is present in polar nematic networks.
In any system with orientational order order chirality al-
lows for a linear twist energy that can lead to a helical
structure of the preferred direction (compare, for exam-
ple, for systems with a director: [51]). In addition, the
twist couples to all scalar variables (static Lehmann ef-
fects) [52-55] and to strains and relative rotations

€ech = qoLap - (V xP) +qK7 (V- -p)[p- (V xp)]
— qo(1edc + 7,00 + 7,0p + TpOP) P - (V X P)
—qo7i; P (V X P)usj — QT2EHmPjPm 2V .
(88)

The pitch of the helix generally is ~ ¢y and becomes ex-
actly qo, if the coefficient of the linear twist term, Lo, is
identical to the quadratic twist elastic coefficient K [56].
The contribution ~ K7 is unique to systems, which possess
both, a polar preferred direction as well as a pseudoscalar
quantity qo. It couples splay and twist and was given with-
out any further discussion first in the classical paper by
Frank [57] and denoted there by Kjo. The contribution
~ Tp is associated with variations of the modulus of the
order parameter and arises for all helical systems.

The contributions in the last line of eq. (88) are spe-
cific for chiral elastic systems and have been given first
very recently for ferrocholesteric liquid crystals and for
ferrocholesteric networks [58], which are characterized by
a director n;. The first one represents a coupling of twist
to the strain tensor u;;, where 7% takes the form

T = Ti'Dibj + 75555 (89)

Thus this term gives rise to changes in the pitch due to uni-
axial mechanical stresses such as compression and dilata-
tion. Such an effect has been studied for cholesteric side-
chain elastomers in detail experimentally [59,60]. The sec-
ond one (~ 7)) relates static director deformations with
relative rotations.

Other static effects specific for general chiral elastic
systems are related to electric fields

epeh = qoC Pj€iju D2 + qOC;pjkDiujk (90)

and describe electric field-induced relative rotations
(rotato-electricity [61,62]) and deformations with

C;ij = Cw(ﬁijrﬁrﬁk + Gikrﬁrﬁj)- (91)

Eur. Phys. J. E (2016) 39: 105

Next we give the additional chiral contributions to the
thermodynamic conjugate quantities that arise from the
chiral energy € = e + €pen, €qgs. (88)-(91), by taking
the variational derivative with respect to the appropriate
variables

0T = —qotep - (V X D), 92
o = —qor,p - (V x p), 93
Spe = —qo7ep - (V X P), 94
W = —qotpp - (V %

bij = —qorisp - (V X B) + q0¢}y; D,

L = +qo€j1i (¢ Dy + 70piHr V) P,

(92)
(93)
(94)
p), (95)
(96)
(97)
(98)

E; = qoCpjeiju + QOijkUjkv

h? = qoLa(V x ﬁ)jéié + QOTQﬁjﬁrekirvak

+ qoprerji(1cVic+176Vio +1,Vp+1pV;P)

+ Qo Preri Vg + K7hY. (99)
Now we turn to a discussion of the dynamic chiral con-
tributions. Using the condition R = 0 and the general
symmetry arguments outlined above, we obtain the fol-
lowing expressions for the chiral parts of the reversible
currents up to linear order in the thermodynamic forces

37R = qoxZnAjn, (100)
3% = qoxin Ajks (101)
XpE =0, (102)
G = qox§Ajns (103)
Ui]} = *%(Xiijvk#c + Xkij B + Xzijva)’ (104)
X® =0, (105)
v =0, (106)
YR =0, (107)

where we have disregarded gradients of the thermody-
namic forces.

The material tensors ij i describe purely chiral effects
and contain one phenomenological parameter each (where
£€o,ce)

Xk = X (€ikmBiBm + €ijmPrbm),

(108)
totaling three purely chiral reversible transport parame-
ters.

The contributions associated with ijk couple re-
versibly extensional flows to heat, concentration and elec-
tric currents. All these contributions are absent in ordi-
nary nematics and nematic gels and elastomers due to
the lack of broken parity symmetry in the latter classes
of materials. But we emphasize that they also exist in
cholesteric low molecular weight materials as well as in
cholesteric gels and elastomers.
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The dissipative part of the dynamics for polar nematic
gels and elastomers, associated with the presence of the
pseudoscalar gg, can be discussed most succinctly in terms
of the dissipation function. For the dissipation function of
chiral polar nematic gels we get in addition to eq. (46)

hz (wcviﬂc + aniT + weEi)
+ qo€ijibi L (W Vipte + 02 VT + v Ey)

+q0'¢)ﬂ€( z]kvluc + ijk:v i + ij};E )

R = qo €;j1D;

(109)

It contains all the dissipative Lehmann-type effects re-
lating gradients of temperature and concentration, and
electric fields to director rotations (first line) and rela-
tive rotations (second line). In contrast to the static case,
where there is no coupling to an electric field [52], such a
contribution arises naturally in the dissipation function.
On the other hand, there is no such dissipative coupling
to density gradients, since there is no dissipative current
associated with density (due to mass conservation). The
third line describes appropriate dissipative couplings to
elastic deformations, not considered before for polar sys-
tems. The material tensors ij,; with £ € {0, ¢, e} contain
one dissipative transport parameter each and are of the
form of eq. (108).

We stress that these dissipative contributions occur for
all gels and elastomers with macroscopic chirality includ-
ing cholesteric and chiral smectic gels and elastomers.

The chiral parts of the dissipative currents then read

370 = —aoleiibloohf +0F L]+ X{jbge),  (110)
5P = —qoleijupn [eh? + q/)QLL] + X,]k%k) (111)
G50 = —ao(eijprlehl + 97 L]+ x5he),  (112)
oP 0, (113)
VP = qoenjipj (Ve Vipe + Yo ViT + e Ey), (114)
VP = qoengips (0 Vipe + 0F VT + 02 Ey),  (115)
= qo(Xj; Vit + Xkﬂva + Xk;blEK) (116)

totaling 9 purely chiral dissipative transport parameters.
As in the reversible case we have refrained from dis-
cussing effects involving gradients of the thermodynamic
forces. However, if we take into account, e.g. V, W, then
XP acquires chiral contributions ~ Vihy, ~ VjLé-, or
~ V;9;i leading to counter terms of the form ~ V,W.

7 Summary and conclusions

In this paper we have presented the macroscopic dynamic
equations for polar nematic gels and elastomers. We find
that in comparison to nematic gels and to low molecu-
lar weight polar nematic liquid crystals a number of new
cross-coupling terms arise, which might lead to applica-
tions. These are due, in particular, to static and dissipa-
tive dynamic coupling effects. Statically strain fields and

Page 11 of 13

relative rotations couple to electric fields and spatial vari-
ations of the polar preferred direction. Dissipatively heat
currents, concentration currents and electric currents cou-
ple to relative rotations as well as to the molecular field
of the polar preferred direction.
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Appendix A. Ginzburg-Landau description of
the phase transition isotropic-ferroelectric in
polar nematic gels

For the Ginzburg-Landau energy associated with the
isotropic-ferroelectric transition in gels and elastomers we
find the free energy

1 1 1
S P+ iaQ(PQ)2 + 6@3(P2)3 _E.P
(w(sp + 760 + Pgde + Phuy) P

4= z/ﬂf VPP + (dy + da P?)V; Py

€GL =

(1/156,0 +pg 80 + 5c + Piupg) Vi Py
4= w dV(ViP 4V, )

+bl(ViPi)(Vij) +02(Vily)(ViPy), (A1)
where P; denotes the full polarization vector, which is as-
sumed to vanish in the isotropic gel, and where p, o and
dc are variations of density, entropy density and concentra-
tion and wu;; is the strain tensor, with u??’v = Ujj — %(Ljukk
its deviator. The external field E enters the free energy in
the standard electrostatic way.

The first two terms describe a second order ferroelec-
tric transition (ag > 0) that takes place when a; changes
sign, which is therefore, for thermotropic systems, written
as a; = a1 (T — T¢); for barotropic or lyotropic systems T
is replaced by p or ¢, accordingly. For T' < T, the equilib-
rium polarization is P2 |a1|/a2, while the orientation
of P; is arbitrary. In case as < 0 a (positive) term cubic
in P2 has to be added and the transition becomes weakly
first order. In eq. (A.1) we have therefore kept a sixth
order term ~ a3, since many paraelectric - ferroelectric
transitions in solids are known to be weakly first order.

The external field induces a finite polarization for all
temperatures which is oriented along the field direction.
For T' > T, the polarization is small and increases consid-
erably when reaching 7' < T,. There is, however, no longer
a phase transition in an external field, when the underly-
ing phase transition is second order without an external
field.
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The second line contains contributions that effectively
add to a; thereby shifting the critical temperature T,
when an external pressure, temperature, or concentration
change is applied. This already applies to low molecu-
lar weight systems, while the ! contributions describes a
change in T, when the elastomer is compressed or swelled.

The contribution zb%u?f"H-Pj describes the (volume-
preserving part of) electrostriction. It does not only influ-
ence the value of the equilibrium polarization Py, but also
its orientation. Assuming, e.g., an external 2-dimensional
deformation, uzy = uy, = S, the energetic minimum
without an electric field is obtained for a polarization
in the shear plane with P, = FP, (for ¢}'S = 0) and
P2 = P} = P2 +¢}'S|/ay. For a 3-dimensional elongation
(or axial elongation), Uy = uyy = —(1/2)u.. = L, the
polarization is either (for ¢{'L > 0) along the z-direction
with P? = P2, + 20} L/ay or (for ¢} L < 0) arbitrarily in
the x/y plane with P? + P2 = P2 + |{'L|/as.

We note that the influence of a coupling of the
form Uu?je"Qij has been investigated above the isotropic-
uniaxial nematic phase transition, which is always weakly
first order, in liquid crystalline elastomers and gels. While
de Gennes studied the influence of a uniaxial external
compression of dilatation [63], the influence of an external
symmetric shear stress has been considered in ref. [64].

If in addition to an external elastic deformation also an
electric field is applied, whose orientation does not acci-
dentally coincide with the preferred polarization direction
set by the deformation, there is a competition. Generally
the resulting orientation of the polarization will be differ-
ent from that of the field, rendering the system biaxial. In
the hydrodynamics presented in the main body of this pa-
per we neglect the orienting effects of elastic deformations
and assume a uniaxial system with the preferred direction
P;, parallel to an electric field, if present.

A peculiar feature of any isotropic to polar transi-
tion is the existence of a linear splay term, d,V;P;, in
the Ginzburg-Landau energy. Linear gradient terms in the
energy generally allow for inhomogeneous textures as the
thermodynamic ground state. A well-known example is
the linear twist term in the Frank energy for chiral nematic
liquid crystals that leads to the helical director structure.
Other examples occur in liquid crystal systems with addi-
tional tetrahedral order, where such linear gradient terms
are responsible for possible ambidextrous helicity and am-
bidextrous chirality [65,66], splay-bend textures [67], and
co-rotating helices [68, 69].

The case of linear splay in polar transitions, however,
is different and more complicated. Although a constant
splay, V;P; = const, definitely lowers the gradient part
of egr, it necessarily requires a space-dependent, reduced
polarization P that spoils the homogeneous part of egr,. It
is also impossible for constant splay to have a defect-free
texture of p;. In addition, with splay (internal and exter-
nal) surfaces acquire charges that interact via Coulomb
interaction, further reducing the stability of splay phases.
For a thorough discussion of the possibility and stability
of polar phases with splay textures in two and three di-
mensions we refer to [3]. As a result, splay phases can only
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exist close to T, or for large systems. In the main part of
this manuscript, we derive the hydrodynamics for the case
of a homogeneous ground state without splay.

The wg contributions in line four of egr, add to the
magnitude of the linear splay term, d;, when an exter-
nal pressure, temperature, or concentration change is ap-
plied, or the elastomer is compressed or swelled. The non-
linear do contribution describes the polarization depen-
dence of the magnitude of the linear splay term within
the power expansion of a Ginzburg-Landau treatment.
The consequences of the contribution ~ ds have been in-
vestigated near the paraelectric-ferroelectric phase tran-
sition in solids and it was shown that this term is be-
coming important in the connection with incommensurate
phases [70]. We note that there is also a nonlinear gradi-
ent term of the form ~ P;V,;(P; P;), which differs from the
contribution ~ ds in eq. (A.1) only by a surface term.

For the ferroelectric transition in gels or elastomers,
there is an additional, qualitatively different, linear gra-
dient term, 1gus® (V;P; + V;P;), if there is an external
(traceless) elastic deformation. Since it is a linear gradient
term, it promotes, like the linear splay term, inhomoge-
neous textures of the polarization. However, the possibili-
ties are not restricted to splay textures, but depend on the
topology of the inducing elastic deformations. In particu-
lar, 2-dimensional symmetric shear patterns or planar and
3-dimensional elongations lead to appropriate structures
of the polarization. Of course, all these patterns have the
drawback, that necessarily they cannot be defect-free and
P is not constant. Such induced structures can favorably
interfere with the possible spontaneous splay structure,
thus reducing the stability of the homogeneous state. They
also can compete with the splay structure, allowing for
phase transitions between a splay phase and another (in-
duced) inhomogeneous pattern depending on the strength
of the driving elastic deformation.
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