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Abstract We studied theoretically the effect of
flexoelectricity on the behavior of dielectric fluctuations of
antiferroelectric liquid crystals (AFLCs) influenced by the
mechanical distortion associated with flexoelectric effect. By
using the appropriate free energy and the Landau-Ginzburg
equation, we found an approximate expression of dielectric
permittivity, which was strongly influenced by the existence
of flexoelectric polarization for both in-phase and anti-phase
motions. Consequently, the corresponding dielectric strength
for both in-phase and anti-phase motions were varied due to
the existence of flexoelectric polarization.

Keywords Antiferroelectric liquid crystals - Flexoelectric
effect - Dielectric function - Relaxation - In-phase and
anti-phase motions

1 Introduction

Antiferroelectric liquid crystals (AFLC) belong to a smectic
liquid crystals class (SmCy,") [1-5], with the variation on the
tilt azimuthal direction of the structure, from layer to layer, and
give rise to an anticlinic structure. The projection of the average
layer molecular director, c- is important to explain the tilt char-
acteristics of the molecules. If the applied electric field is high
enough to overcome the antiferroelectric pairing energy, then a
field-induced transition may happen from antiferroelectric state
to ferroelectric state, via intermediate ferrielectric (FI) state [6].
But for sufficiently large applied electric field, the layer to layer
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polarization orients along a preferred direction parallel to the
applied electric field. Again, the mechanical stress, i.e.,
flexoelectric effect, produces a polarization parallel to the spon-
taneous polarization. Therefore, it does not affect the synclinic
ferroelectric pattern [7-9]. The polarization coming from the

flexoelectric effect (P~ = xc fag”

) may be expected to change
the sample dielectric behavior. Some researchers [10-22] in-
vestigated different modes of AFLC but, most of them, report-
ed two relaxation modes in the frequency range from 100 Hz to
10 MHz. Among them, two researchers [10, 11] reported on
supporting the soft mode and molecular relaxation mode. Other
groups [12—17] reported two modes—one is the low frequency
mode due to phase fluctuation, and another is the high frequen-
cy mode due to amplitude fluctuation. The interaction between
applied electric field and dielectric anisotropy of the medium
can create helicity of the molecular director. Anti-parallel direc-
tional pairs of successive layers are formed [16] by the azimuth-
al angle fluctuation. The lower frequency relaxation mode or
in-phase mode is also supported by Parry-Jones et al. [23-25].
In our earlier proposal [26, 27], we explained the interaction
between applied electric field and interlayer interaction poten-
tial, and in a recent publication, we discussed the influence of
ions in its dielectric characteristics. Now, our present proposal
is that the mechanical contribution coming from the
flexoelectric effect can satisfactorily dominate the dielectric
behavior and its different component.

2 Theoretical Results
2.1 In-phase Motion

The mechanical deformation of the director of antiferroelectric
liquid crystals namely ferroelectricity is the generation of a
spontaneous polarization. Part of the total free energy comes
from the coupling between the applied electric field and this
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polarization. Therefore, the total free energy of the system can
be written as [23-28] by considering the mechanical deforma-

tion including all terms reported till now relevant to this
works:

o0, 1 (0@, 2w\’
F=-E (P—chaa> cos@,cos Dy, + ycos> Dy, + 2EVycos(2,) + K( a_7t> , (1)
X

2 ox p

where &, and &, are two azimuthal angles defined as &, =
% and ... and J, are associated with the ¢ - director in even
and odd layers of the AFLC, respectively. The first term in
Eq. (1) is the coupling term between applied electric field (F)
and the modified polarization (P—xc fagj) X is the dielectric
susceptibility, cf the flexoelectric coefficient and a(% the deforma-
tion factor. The modified polarization has been considered by
introducing the flexoelectric effect associated with the mechani-
cal deformation. ‘7?; » is defined as the deformation factor due to
the variation of azimuthal fluctuation with strain. The second
term, named as the dipolar term, carries antiferroelectric ordering
where the dipolar ordering coefficient vy is positive in nature, as
mentioned in earlier publications [26-28]. The third one is the
interaction term between applied electric field and the interlayer
interaction strength (V) as mentioned in earlier publications
[26-28]. The last term accounts for the elastic behavior of the
helical structure of the phase [23-28].

As the in-phase fluctuation is almost independent of
antiferroelectric ordering, by minimizing the free energy with
respect to I, to get the stabilized condition of the system in in-
phase motion [23-28], we obtain

0,

E(P_XCf » >
—C()Sga. (2)

cosy =
2y

So the simplified expression of free energy can be written
as
E’P?

2p* 1. (6@, 2m\?

F= 1- 2D, + 2EVocos(20,) + =K [ ——"] |
o ( P>COS@+ ocos( )+2 <6x p)

3)

where, d = a{% and P*=xcgd is the maximum value of the

polarization coming from the flexoelectric effect.
The Landau-Ginzburg equation of the azimuthal angle &,
for this system [23-28]

2 2 2 p2 * 2
np 08, p° |E°P 2P . 0",
- _r -2 \-4E 20,) -2 20
K o K [ oy P Vo sin(28a) = 2
(4)

where T=x/p, a dimensionless parameter and p is the pitch of
helix. Applied electric field E=E,+ Eqexp(iwt) has two parts,
with E}, as the bias field and Eyexp(iwt) as the oscillating part.
Let us take the trial solution [23-28] as

Dy = 27T + (a1 + azexpiwt + azexpiwt)sin(4xT).  (5)

The first term in Eq. (5) accounts for ground state of
unperturbed helical structure and the second one is the
perturbation of the ground state with Fourier component
sin(4nT).

Putting this trial solution into the Eq. (4), we get the solu-
tion of &, as [23-28],

F, =27T—(w)sin(4nT). (6)

Here, the form of d(w) is [23-28]

2pP"
P 1-——
7(F)

Ey*> 167yVy . 327V P
§(w) = [ Ep* +—— Ey—
(w) |: ( b+ 2 P2 b P3

Ey | + | 2EpEo—
b) (bo P

167V, 329V P* iwt
’Yz OEO* YVo Eo) expiw

u )

E¢? exp2iwt
1 +iwT,

2 1 +2iwt,| 64Ky
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where 7, = % is the relaxation time for in-phase motion At very low frequency region (w<< %) [23-28]
and (Eb2 + ET”Z> is the mean squared electric field.

Ey: 169V, 324V P" 16V, 324V o P" Ey?
gazzﬁTKEbz p 20 0o  250V0 Eb> + (ZEon ;2 O, — 22070 E0>expiwt—|—TOepoiwt} (8)

2 P? P} P}
2P
P2p2 <1_?>
Wsin(MrT).
At very high frequency region (w>> L) [23-28] For sufficiently small applied field d(w)«1 [23-28], we
Ta have
2P"
. P2p2<1—— 25 | 6(w)
E* 167V, . 329VP P ). cos“ D=~ |1 + cos(4nT)| + ——[1—cos(8nT)|.
o (54 B 1 o V) 3 (14 cos(4m7)] + =1 -cos(877)]
©)
The net polarization of two layers AFLC system [23-28] is Then, the average value of P, can be written as [23-28]
2 P
P, = Pcos,cosDy,. (10) EP 1—?
P=——"[14+w)]. 12
1+ 0w) (12)
Using eq. (2) Therefore,
P*
EP? (1—?)

P, = Tco&@a‘ (11)

*

3P

% " . . . P2p2 )
EP? P Eo> 169V, 324V P 169V, 329V P expiwt  Ey> expliwt P
P, = 1I-— EJ 4+ — - Ey — E, 2E Ey - Eo— E, - (13
’ ( P) +< VT T T e e T e T R T s T 2 T 2w, 64n2Ky (13)

Now extracting the oscillatory component, we get

2 * 2 * * P2p2 (1_£>
j2 P Eo? 167V, 329VoP 16V, 329V, P 1
P, = <1——> T (Eb2+ 0 DV0p 20T Eb> + <2Eb27 ;2 Op, — 22100 Eb> P x Eqexpliwt).

o p P p3 1 +iwr, 641Ky

(14)
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So, the relative dielectric permittivity of the medium is

5

- 4eqyy P 2 P? P}

From the above expression of relative dielectric permittiv-
ity, we can separate the real ' and imaginary €' component.
The real component is

.o P Ep*  16yV 329V P" 167V 329V P"
£ = =) 4 (B2 2 -2, - 22 B ) 4 (28,2 - =R, -
4e0y P 2 P

PZ P3

and the imaginary component is

. P?

P? P* Ey® 167V, 32~V P 167V, 329V P* 1
<1*—>+{(Eb2+—°f 10,20 Eb)+(2Eb27 ;2 0,210 Eb>

P2

*

() s

642K~y

P? 1 +iwr, [

Lb

1 Pzpz(lf%)
» (16)

P’ 1+ w2 64m2Ky

167V, 329V P" WTa
2, - Ey — E,
K R -y S R

(17)

6 =
4eoy

Now for the limiting condition of w7,— 0 from Eq. (16)

P 2 P P’

P & P E2 167V, 329V P
5 (1—)+{<Eb2+0— V0220

- 460’}/
(18)

Using the limiting condition of wr,— o0 from Eq. (16)

3p"
2 1-=—
r(1-%)

6412 K~y

PZ P3

p2p2< _3_1)*)
16~V 324V o P"
Eb> + <2Eb2— 1 o0p, 22100 Eb)} P

6412 K~y

., P? P Ey2 16~V 329V P
e <1—)+<Eb2+ ¢ O 0p, 250

- 4egy P 2 P? P3

(19)

3P
P2p2 (1 ——P )
Eb>

6412 K~y

So, the dielectric strength of the system of in-phase motion can
be obtained by using the difference between Egs. (18) and (19)

P’ P P4p?
Ae = 1—3— Eb2 -1 —3— SfYIz/OEb P .
P P ) P 128720 K~

(20)

It represents only the strength of in-phase motion. In ab-
sence of bias field, Ae=0. The low frequency in-phase mode
does not produce any fluctuation in the system in absence of
the application of any bias field, as already reported by

researchers [23-28] and that was experimentally verified by
others [18, 19]. So it is clear that the bias field is essential to

produce any change of dielectric strength in in-phase motion
of AFLC.

2.2 Anti-phase Motion
The high frequency relaxation mode [23-28] is named as anti-

phase mode, considering the changes in &,. So, minimization
with respect to &, is not valid for higher range of frequencies.

@ Springer
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Therefore, the Landau-Ginzburg equation for the system with ~ with cos@, = cos(277T) —&—@[cos(%ﬁ) —cos(67T)] (22).

respect to &y, is written as [23-28] Now, substituting the trial solution [23-28]
oo = By =% + (a + bexpiwt)cos(2nT) +(c + dexpiwt) cos
,nba_tb — EP(1?> cosd,sind,— ysin2 Gy, (21) (6mT) in to the L-G equation, we get
E iwt\ P 1)
@ — g, (Eb n %) > {cos(27rT) + (;O) [cos(27rT)cos(67rT)}}, (23)

where T, = ;—; is the relaxation time for high frequency
anti-phase motion.

o So the average polarization at frequency w is
The net polarization is

~

. P? (1——)
E t
P, = Pcos@,cos@y, = | Ey, + oeX.pl(,U P cos’J,. (24)
1 4+ iwTy, 2y

*

P2(17P—) Pp? 173—P*
Egexpiwt P Egexpiwt P? P ,  E? 169V 329VoP" P
p, =" [ =0T (- =0 - ,
1 +iwTy 4y [T+ 6()] 1 +iwTy, 4y (1 P) + (Eb * 2 P? Ev P’ b 64w K~y (25)
Therefore, the relative dielectric permittivity
* * P2p2 1_3—P*
1 p? . P (B2 Eo? 167V0E 329V P E P
E=m=— — — /7 _ _— —
1+ iwTy degy P b Ty T pr T Y )T ek
(26)
So, the real component of dielectric permittivity is
3P°
« " Pp?(1-——
RN SRS N O W PO U U PO 5 1Y W ( P)
T 1+ wit,? degy P R T Y A7) S
(27)
and the imaginary component is
3P
. . PP (1——
" p? P Ey* 167V 329VoP P
€ :&7 1-— ) + Eb2 +70_ 72 OEb_ v 30 E ,
1 + w?t,2 4egy P 2 P P 6412 K~y
(28)
when wt,—0
3P
* * P2p2 I-—
. P P Ey> 167Vy . 32yVoP ( P )
= 1-— Ey? +——— Ey— E . 29
© T ey ( P>+<b T T T 642K~ (29)
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When wt,— o0

’

e =0. (30)

So, the dielectric strength of anti-phase mode, which
is obtained by using the difference between Egs. (28)
and (29), is

P? P* Eg* 167Vy . 329V P"
Ae = 1-— Ep? +——— Ey— E
© 7 degy ( P>+(b 9 pr " p

3p"

Ppr(1-—

>”< P>
b

642K~y

It represents only the strength of anti-phase mode. In the
absence of bias field, when £,=0

2 64Ky

3P
2. 2 _
g (1_P*> +E°2Pp <1 a >

(32)

2.3 Critical Unwinding Field

de Gennes evaluated the critical unwinding field considering
the free energy [29] for a helix of cholesteric liquid crystals.
He considered the cholesteric system and find out the critical
magnetic field from the free energy as given below

2 2
X . 5 K (00, 2«
— =S —sin"J, + -— .
y Sty ( oz p

FdeGennes = (33)
and the reported critical magnetic field for helix unwinding
is

2 1/2
H critical = 7T_ <£) . (34)
P \Xa
Based on the chirality behavior between the
antiferroelectric and cholesteric system, we can obtain the
critical unwinding field comparing free energies (3) and (31)
of these two systems as given below

1/2
2
T K
Ecritical = N . (35)
p\2 (17£) _ 8
2y P Ecritical

The pitch of the helix (p) is much smaller than the dipolar
term () [24]; considering such condition, we get the critical
field as

16V,

Ecritical = R
2P
P

(36)

3 Discussion

The relative dielectric permittivity decreases with the in-
crease of flexoelectric polarization for both phases but this
decrease rate is almost the same for both motions illustrated
in Fig. 1. It is clearly indicated from Fig. 1 and eq. (16) that
real component of dielectric permittivity does not show any
monotonous behavior. It increases initially with the increase
of P*/P ill 0.36, then it decreases with the increase of P'/P.
Such behavior is quite different from the behavior of anti-
phase motion. Since the in-phase motion is associated with
the azimuthal fluctuation of two adjacent layers in the same
direction, the real component of dielectric permittivity is
strongly influenced by the flexoelectric polarization for
small value pure polarization of the system. It is because
the flexoelectric polarization dominates over pure polariza-
tion for its low value, which is associated with the differential
variation of azimuthal angle. Hence, it decelerates the behav-
ior of electro-optic devices based on AFLC for low fields.
Fig. 2 shows the variation of the imaginary component of

0.76 4 T L .In-phase
®oo, o LI
(] [ ]
0.74 - °, .
L[] ° n
1 L] ° ]
0.72 4 . .
) n
Anti-phase ® .
°
0.70 o .
Y n
w [ ] L}
0.68 . -
L]
° | |
0.66 o =
e
0.64 L4
[ ]
0.62 T T T T T T T T T T T 1
0.34 0.36 0.38 0.40 0.42 0.44 0.46 0.48

P/P
Fig. 1 Variation of real component of dielectric permittivity (¢/) with the
ratio P*/P. The value of different terms have been considered for drawing
the figure are P=8x10*C/m?, v=1.6x10%*J/m>, £,=8.854 x
1072C°N " 'm 2, K=2.5x107""'N, E,=4 volt, E,=1 volt, p~10"°m.
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0.8+ Anti-phase
{ oo
N ...oooooooooo......
LIS

06 - -
05
04 -
0.3—-

0.2

0.1 In-phase

00 ! T T T T T T T T 1T T 1
0.34 0.36 0.38 0.40 0.42 0.44 0.46 0.48
P'/P
Fig. 2 Variation of imaginary component of dielectric permittivity (¢
with the ratio P*/P. The value of different terms have been considered for
drawing the figure are P=8x10 *C/m?, v=1.6x10*J/m>, £,=8.854x
1072CN ' 2, K=2.5x107""'N, E,=4 volt, E,=1 volt, p=10°m.

dielectric permittivity (¢/) with flexoelectric polarization
for both phases. It also shows the non-monotonic be-
havior for in-phase motion and higher loss occurs for
anti-phase motion.

It can be demonstrated from Fig. 3 that the dielectric strength
tends to lower values when the system has higher values of
mechanical stress in anti-phase motion and the dielectric strength
of in-phase motion also shows lower values. Due to the decrease
of the ratio of flexoelectric to spontaneous polarization (Fig. 1), it
shows a stability of ¢’ and that provides a stability to intermediate
phases supported by the experimental findings of Jaradat et al.
[30]. Ray et al. [31] and Nayek et al. [32] observed

0.8 - )
oo Anti-phase
000 oo
07 o0,
oo,
LIPS °
0.6+
0.5
0.4 -
4
0.3
0.2
In-phase
0.1+ ......-lllllll.....
] ]
" -
00 T T T T T T T T T T T T T T 1
0.34 0.36 0.38 0.40 0.42 0.44 0.46 0.48

P/P
Fig. 3 Variation of the dielectric strength (Ae) with the ratio P*/P. The
value of different terms have been considered for drawing the figure are
P=8x10"*C/m%, v=1.6x10"J/m>, £,=8.854x 10 ">C*N 'm 2, K=2.5%
107N, Ey=4 volt, Ey=1 volt, p~10°m.
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experimentally an instability of antiferrielectric phases of normal
AFLC and orthoconic AFLC. Although they mentioned it due to
the influence of ionic conductivity but such strong instability of
intermediate phases may be occurred due to the presence of an
excess mechanical stress except the influence of ionic conductiv-
ity which we clearly mentioned in Figs. 1-3 for the range from
0.34 to 0.47 of flexoelectric to spontaneous polarization ratio.
Fig. 3 shows a strong relaxation phenomena for anti-phase mo-
tion which is associated with the azimuthal fluctuation of two
adjacent layers in the opposite direction strongly supported by
experimental findings [30-32]. But for in-phase motion, the
strength of relaxation is very low as well as a non-monotonic
behavior noticed. It initially increases with the increase of P'/P
till 0.42, then it decreases with the increase of P*/P. It is clearly
indicative that in-phase motion is strongly influenced by the
flexoelectric polarization which is mostly responsible for the cre-
ation of instability of intermediate phases as experimentally
shown [30-32]. Critical unwinding field is strongly depending
on the flexoelectric polarization as demonstrated from Eq. (36).
With the increase of flexoelectric polarization, the critical un-
winding field is increased significantly, which is very much im-
portant for the fabrication of devices based on limiting value of
applied external field.

4 Conclusions

The dielectric permittivity and dielectric strength are remark-
ably modified due to the mechanical stress of the system for
both in-phase and anti-phase motions. But such variation is
only significant in the presence of bias field for in-phase mo-
tion. In absence of bias field, both components of dielectric
permittivity and dielectric strength shows a linear sharp de-
crease. Such variation is strongly influenced by the existence
of an extra mechanical stress of the system, which is associ-
ated with the flexoelectric polarization. Therefore, we con-
clude that the flexoelectric effect produces a mechanical de-
formation of the system reducing the value of dielectric func-
tions. The dependence of the critical field for the unwinding of
the helix on mechanical stress is also predicted in our last two
equations. From eq. (36), it is clear that critical field increases
with the increase in flexoelectric contribution.
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