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Characterization of surface anchoring energy of nematic liquid crystals
via electrohydrodynamic instability
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Herein, a method is proposed to determine the azimuthal anchoring energies of surface liquid crystals (LCs),
as they gradually change orientation from a vertical to a horizontal state owing to an increase in the voltage
applied to each LC cell. The LC cells are characterized using the direction of the Williams roll pattern related to
the midplane LC director of the conduction regime of the electrohydrodynamic convection patterns of LCs. The
application of the midplane LC directions, obtained from the direction of the roll patterns, to the Ericksen-Leslie
equation produces the precise values of the surface anchoring strength. The hybrid type 90°-twisted nematic
LC cell, composed of homeotropic and homogeneous LC alignment layers on the top and bottom substrates,
respectively, was used to find the azimuthal anchoring energy of the surface LCs, indicated by voltages at
the initially vertically aligned LC state. It was observed that the surface azimuthal anchoring energy on the
homeotropic layer increased with an increase in voltage. We expect that the proposed technique may be excellent
in terms of ease of use, simplicity, and accuracy because the azimuthal anchoring energy can be visually

evaluated through the roll pattern.
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I. INTRODUCTION

Nematic liquid crystals (LCs) are complex fluids with a
long-range orientational ordering of molecules, defined as a
director n, resulting in anisotropic mechanical and optical
properties (e.g., elasticity, birefringence) [1,2]. Therefore,
LCs has an ability to transform their interfacial and inter-
nal characteristics via the reorientation of n in response to
external forces. This unique capability has provided a basis
for design of stimuli-responsive LC materials that are finding
applications in a variety of fields, including light modulators,
actuators, sensing, photonics, and drug release [3—12]. In the
design of responsive LC materials, interfacial characterization
of LCs is crucially important because the initial orientation
of surface LCs defines their interfacial behavior in response
to stimuli, which in turn influences the internal ordering of
LCs [3-5,13]. For a representative nematic LC, 4’-pentyl-
4-biphenylcarbonitrile (5CB), for instance, a horizontal ori-
entation of n (planar surface anchoring) is imposed at the
LC-aqueous interface or solid interface coated with poly-
mers, while the LC-air interface causes a vertical orientation
(homeotropic surface anchoring). The LC interfaces can be
designed to make an orientational transition of surface LCs
from the initial surface anchoring and signal the change
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into a macroscopic optical output upon an application of
targeted triggers, including electric/magnetic field [1,2,7-9],
self-assembly of chemical species [3—6], mechanical stress
[6,7], and UV or temperature [6,9-11]. To this end, therefore,
the surface property of LCs to resist deviation of n from the
initial anchoring, which is described by a surface anchoring
energy, needs to be fully understood as it can be programmed
to control the interfacial LC behaviors (e.g., selectivity, sensi-
tivity, and responsivity) and thus be a key factor to provide
insight into the rational design of responsive LC systems.
Accordingly, previous studies have proposed a number of
methods to determine the azimuthal (W) [14—19] and polar
anchoring energies (U) of LCs at surfaces [20-25]. For the
measurement of the azimuthal anchoring energy, in particular,
most of previous studies are limited to the horizontally aligned
LC systems in which W has been determined by characterizing
optically the deviation angles of surface LCs from the lowest
free energy orientation of n (so-called easy axis), which is
typically set by surface rubbing. In contrast, there has been
little research done in measuring W in the vertically aligned
LC systems although the vertical alignment has been also
adopted in a wide range of responsive LC systems.

Herein, we propose a facile, but highly accurate method
to measure the azimuthal anchoring energy of LCs at
homeotropic alignment surfaces by characterizing the orien-
tation of so-called “roll pattern” derived from electrohydro-
dynamic convection (EHC). In LCs with an opposite sign
of dielectric and conductive anisotropy, an electric fields (E)
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applied across the LC films can cause internal motion of
electrical charges, leading to electrohydrodynamic instability
with various LC convection patterns [26-32]. Specifically, the
roll pattern (also known as Williams domain) resulting from
Carr-Helfrich instability appears at a low-frequency conduc-
tive regime [32-36]. Interestingly, the previous studies found
the orientation of roll patterns to be defined perpendicular to
n at the midplane of twisted LC cell where n rotates across
the LC film [33-36]. Therefore, one can simply determine
the midplane n (n,,) by observing the direction of induced
roll pattern under an optical microscope. When n are twisted
by ¢ across the LC film (along the z direction) confined
between top and bottom surfaces with identical Wny, is al-
ways set by ¢/2(= ¢pu(z =d/2));¢(z =d) = ¢ and $(z =
0) = 0, where d is the thickness of LC film. For the LC cell
with asymmetric anchoring boundaries, however, n,, tend to
lean towards the easy axis at the surface with stronger W,
deviating from ¢/2 due to the competition between surface
anchoring energy and bulk elastic energy [14-19]. n,,, can be
determined by the torque balance equation, thus facilitating
the determination of W. By leveraging this correlation of the
roll pattern with W, we present in this paper the facile method
to determine the azimuthal anchoring energy of surfaces with
the homeotropic anchoring.

II. THEORETICAL BACKGROUND

In this section, we present the theoretical principle for
determining an unknown surface anchoring energy, by mea-
suring the orientation of ny, in LC cells. In this work, the
evaluation was done with the LC cell in which W of one
substrate is known.

The free energy density in the LC film in terms of n =
(ny, ny, n;) [1,2] is given as

F = %kn(v ‘n)* + %kzz(ﬂ -V xn)
+ 1ks(n x V xn)* — fegAe(n - E), (1)

where ki1, k2y, and k33 are elastic constants of LC for splay,
twist, and bend deformations, respectively; &g is the vacuum
permittivity, Ae = g — & is the dielectric anisotropy of LC.
The most general form for the surface free energy of a nematic
is the so-called Rapini-Popoular surface potential

fi = $Wrsin®(Agr) + S Wpsin?(Agp) + LUrsin® (A7)
+ 1Ugsin®(Afp). )

A¢ and A6 are the azimuthal and polar deviation angles
of surface LCs, respectively, from the easy axis at surfaces; T
and B represent top and bottom substrates, respectively.

The balance of torques acting on n can be expressed by the
Ericksen-Leslie equation [1,37,38]:

0 oF N Ajj + oF 3)
=y — — — e von A — ),

YR 8n,~ YilVi YanjAij ani,j ;
where y; and y, are the rotational and shear viscosities,
respectively; N; and A;; are the rotation of n relative to the
fluid velocity (v;) and the symmetric parts of v gradient tensor,
respectively, which can be written as n; — 1/2(v; ; — v )n;
and 1/2(v; ; + v;,;) via the Navier-Stokes equation [1,39]. In
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FIG. 1. Schematic illustrations of the LC cell with director pro-
files (a) before and (b) after the application of vertical electric field
(E) for determining an unknown azimuthal anchoring energy (W) at
homeotropic alignment layer.

Eq. (3), the inertial terms involving the second time-derivative
of n are neglected. The general flow equation can be written
as p v; = F; + 0j; j, where p is the fluid density and the body
force F; = 0 due to no gravitation. Here, the stress tensor o ;
by LC flow is [1,40]

Oji = —P(S,'j — (aF/Bnk‘j)nk’j + alnknl,Ak,,ninj + O[zl’lei
+ a3mN; + @A + ashimAyj, 4

where P is the hydrostatic pressure (here P = 0) and « indi-
cates Leslie’s coefficients. The second term of Eq. (4) does
not apply to the linearized equations because it is a second-
order term in the deformation of n. By Onsager reciprocity,
a relational expression between the coefficients is ag — o5 =
oy + a3. Therefore, the rotational can be expressed as terms of
the shear viscosities, y; = a3 — o and y» = ap + «3. Here,
the fluid is considered incompressible, so that V.v = 0.
Finally, when the equations are applied to Eq. (3), we can
obtain the LC orientation at each position in the LC cell
that is dependent on the surface anchoring energies of both
substrates. If the surface anchoring energy of one substrate
is known, therefore, the corresponding value for the other
substrate can be evaluated from Eq. (3) by measuring the
orientation of n,. We note that all theoretical calculations in
this work were performed by LC simulator, TechWiz LCD
(SANAYT System Co., LTd.), which can obtain the equilib-
rium profile of the director minimizing the total free energy
after sufficient relaxation of the liquid crystal through the
Ericksen-Leslie equation. Here, several calculations should
be carried out for many anchoring strengths to find the real
anchoring strength that gives the desired midplane orienta-
tion (measured midplane orientation). We set the polar an-
choring strengths by 5 x 1073 N/m. In fact, the midplane
direction remained unchanged at polar anchoring strengths,
Uy and Uy above 107> N/m for a fixed azimuthal anchoring
strength.

III. EXPERIMENTAL METHOD

The cell was assembled with two indium thin oxide (ITO)-
glass substrates that were coated with homeotropic and planar
alignment layers. The alignment layers were rubbed perpen-
dicular to each other [red arrows in Fig. 1(a)] to impose a
hybrid-twist configuration of LCs as depicted in Fig. 1(a);

062703-2



CHARACTERIZATION OF SURFACE ANCHORING ENERGY ...

PHYSICAL REVIEW E 101, 062703 (2020)

0.35kHz-113V

T

Bottom rubbing direction

Top rubbing direction

0.80 kHz-13.5V

1.30 kHz -19.2 V

1 fi,=11.21°

10 um

10 pm

0.50 kHz-12.0V

10 pm

1.00 kHz - 145V

10 pm

1.45kHz-20.4V

10 ym

0.65 kHz-12.3V

iy, = 17.56°
/V

10 um

1.10 kHz - 174V

10 pm

1.60 kHz - 23.0 V

10 pm

FIG. 2. (a)—(i) Micrographs showing the rotation of roll patterns as a function of frequency and voltage applied to the HTLC-1 cell with
the planar alignment layer SE-3140 (bottom substrate) and the vertical alignment layer SE-1211 (top substrate). The substrates were rubbed
into the directions denoted in (a). ny, is director at the midplane of the LC cell.

planar anchoring at one substrate and homeotropic anchoring
at the other substrate with 90° twist of n across the cell.
Under E, however, the LC configuration is transformed into
a typical twist deformation due to Ae < 0 of the used LC,
MBBA is p-methoxybenzylidene-p-n-butylaniline (MBBA).
Figure 1 shows the configuration of LC cells used in this
work to determine the unknown W at homeotropic alignment
surfaces. The LC cells were comprised of two bounding sur-
faces imposing a hybrid-twist LC (HTLC) configuration cell
as shown in Fig. 1(a); planar anchoring at bottom substrate
and homeotropic anchoring at top substrate with 90° twist of
n across the cell. Specifically, ITO-glass substrates were spin
coated with a homeotropic alignment layer SE-1211 (Nissan
Chemical) and a planar alignment layer of polyimide SE-3140
for HTLC-1 cells or polyvinyl alcohol (PVA) for HTLC-2
cells. The substrates were rubbed to set a preferred azimuthal
orientation of LCs (i.e., easy axis) and assembled in a crossed
fashion, Fig. 1(a). The thickness (d) of LC cells was set
by glass spacers with a diameter of 8.5 um. The rubbing
conditions were as follows: the rotation speed of rubbing roll
was 800 rpm, the rubbing depth was 3 mm, and the speed
of rubbing stage was 5 cm/s. Subsequently, the experimental
cells were filled with a nematic LC, MBBA which has A¢ < 0

(8” =472 and £ = 525), k11 = 6.66 pN, k22 =42 pN,
ki3 = 8.61pN, o) = —18.1, ap = —1104, a3 = —1.1, 0y =
82.6, 05 =779, ag = —33.6, and 0} /0, = 1.5 [36,40]. Fol-
lowing the injection of LCs, the pretilt angles of n at both
substrates were measured by the crystal rotation method
[41] to be & = 88° at the homeotropic alignment layer SE-
1211, 8 =2 ~ 3° at SE-3140, and 6 = 0° at PVA. In this
work, all experiments for the observation of the roll pat-
terns in the HTLC cells were performed at the temperature
T <20 °C.

IV. RESULTS AND DISCUSSION

Figure 2 shows micrographs of the roll patterns induced
upon EHC, as a function of the frequency (f) and applied
voltage (V) in the HTLC-1 cell with the planar alignment layer
SE-3140 and the homeotropic alignment layer SE-1211. Un-
der the conduction region (V < V, and f < f.), we observed
the roll patterns to appear with a spatial periodicity that is de-
pendent on d; V, and f. are the critical voltage and frequency,
respectively, above which the roll pattern disappear. The
critical voltage can be expressed as V, = VZ(1 + f2t2)/(n* —
1 — f272), where Vo = [—4n3ey; /(e — €1 )e 1 Kn]'?, T is
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FIG. 3. (a) Measured azimuthal angle ¢,, of n;,, and (b) calculated azimuthal anchoring energy Wy of homeotropic alignment layer (SE-
1211) with respect to applied voltage in the HTLC-1 cell with the planar alignment layer SE-3140 (W = 3.48 x 107> N/m). The red fitted

line was obtained from Eq. (4).

the dielectric charge relaxation time, and 7 is a dimensionless
coefficient [1]. As shown in Fig. 2(a), at V. =11.3V and
f = 0.35kHz, we measured the azimuthal angle (¢,,) of mid-
plane n (n,) with respect to the rubbing direction of planar
alignment layer SE-3140 (bottom substrate) to be 11.21°
from the orientation of induced roll pattern (perpendicular to
ny,). By applying the known value of W(SE-3140) = 3.48 x
107> N/m [18] and measured ¢,, = 11.2° into Eq. (2), we
could obtain the unknown W of homeotropic alignment layer
to be Wy (SE-1211) = 4.56 x 1077 N/m. The result is consis-
tent with our observations (Fig. 2) in which ny, is inclined
towards the easy axis of planar surface, suggesting Wg > Wr.
Additionally, we investigated the dependence of W on f
and V. Upon increase in f and V from 0.35 kHz, 11.3 V
(Vinin) to 1.6 kHz, 23 V (V.x), we observed the roll patterns
to rotates in anticlockwise direction from ¢,, = 11.21° to
27.94°, Figs. 2(b)-2(i). As plotted in Fig. 3(a), we found ¢,, to
reach the plateau of 28.43° as V increases, and the roll pattern
to disappear at 24 V(= V,.). From the measured values of ¢,,,
therefore, we could evaluate Wy (SE-1211) as a function of V,
which shows gradual increase in Wy from 4.56 x 10~/ N/m
(at Viin) to 8.58 x 1077 N/m (at Vipay) toward the asymptotic
value of Wy (V = 00,0 = 0°) = 8.76 x 10~7 N/m, Fig. 3(b).
Due to Ae < 0 of the used LC (MBBA), the result indicates
that the field-induced transition of surface LCs from the initial
homeotropic (f = 90°) to planar orientation (6 = 0°) causes
an increase in Wr (SE-1211).

In Fig. 3(b), the fitting line was obtained from an exponen-
tial form:

Wr (V) = Winax (1 — e 2V70/My g v > Voo (5)

Here, V4, is the threshold voltage above which the polar
angle 6 of n changes, and thus be correlated with the polar
anchoring energy U of the surface; the stronger U, the higher
Vin [1,37]. We note that because Vi, can be extrapolated
[Vin = 8.4V in Fig. 3(b)] from the fitting of measured ¢,,
as a function of V using Eq. (4), one can use our approach
to measure not only the azimuthal anchoring energy but

also the polar anchoring energy in the HTLC cells with
negative (Ae < 0) and positive LCs (Ae > 0) for the
measurements on U of homeotropic and planar alignment
layers, respectively.

To examine the consistency of our measurement on Wy
(SE-1211) in the HTLC-1 cell, we reevaluate Wy (SE-1211)
in the HTLC-2 cell that has a different planar alignment
layer PVA (SE-3140 for HTLC-1 cell). Figure 4 shows mi-
crographs of roll patterns induced in the HTLC-2 cells as a
function of f and V. Consistent with the results in Fig. 2,
the typical roll patterns were also observed in the HTLC-2
cell under the conduction regime (at f < f, and V < V).
In HTLC-2 cell, we determined V., ~ 19V to be lower than
that of the HTLC-1 cell (V. ~ 24 V), which results from the
weaker surface anchoring of PVA than SE-3140. As shown in
Fig. 4(a), at V = 10.2V with f = 0.65 kHz, we observed the
orientation of roll patterns to be at 115.58° with respect to the
rubbing direction on PVA (bottom substrate) and measured
¢m = 25.58°, which suggests Wz(PVA) > Wy (SE-1211).
Wg(PVA) = 3.7 x 107°N/m was reported in previous stud-
ies [42,43]. By applying ¢,, = 25.58° into Eq. (2), therefore,
we obtain Wy (SE-1211) = 2.64 x 1077 N/m.

We also investigated the rotation of roll patterns in the
HTLC-2 cell upon increase of V from 10.2 V (f = 0.65kHz)
to 19.0 V (f = 1.55kHz) within the conduction regime, and
measured corresponding ¢,, to change from 25.58° [Fig. 4(a)]
to 31.55° [Fig. 4(i)], respectively, toward the asymptotic
O (V =00, 8 =0°) = 32.41° as plotted in Fig. 5(a). We
subsequently evaluated Wr (SE-1211) from the measured
values of ¢,, in the HTLC-2 cell and confirmed a similar trend
[Fig. 5(b)] to the previously results obtained from the HTLC-1
cells [Fig. 3(b)]; as V increases, Wy (SE-1211) is gradually
enhanced and eventually reaches the plateau. When fitted
using Eq. (4), Wy (SE-1211) was shown to be saturated at
Wr(V = 00,60 =0°) = 8.75 x 1077 N/m in the HTLC-2 cell
[(Fig. 5(b)], which is in excellent agreement with the asymp-
totic value of Wy (V = oo, 6 = 0°) = 8.76 x 1077 N/m ob-
tained from the HTLC-1 cell [Fig. 3(b)]. In addition, we
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FIG. 4. (a)—(i) Micrographs showing the rotation of roll patterns as a function of frequency and voltage applied to the HTLC-2 cell with
the planar alignment layer PVA (bottom substrate) and the vertical alignment layer SE-1211 (top substrate). The substrates were rubbed into

the directions denoted in (a).

found the extrapolated Vi = 8.5V from the HTLC-2 cell
[Fig. 5(b)] to be also consistent with V;; = 8.4V obtained
from the HTLC-1 cell [Fig. 3(b))]. These results demonstrate
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excellence in our methodology that is significantly accurate,
yet simple and easy to measure the azimuthal anchoring
energy between LCs and surfaces.
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FIG. 5. (a) Measured azimuthal angle ¢,, of midplane n and (b) calculated azimuthal anchoring energy Wr of homeotropic alignment layer
(SE-1211) with respect to applied voltage in the HTLC-2 cell with the planar alignment layer PVA (W = 3.7 x 107%N/m). The red fitted line

was obtained from Eq. (4).
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V. CONCLUSIONS

We presented a technique to determine the azimuthal
anchoring energy, with respect to the polar angle, of the
surface LCs of initially homeotropic LC alignment, using the
Williams convection roll pattern of the conduction regime of
the electrohydrodynamic convection patterns of LCs. The
midplane LC directions, obtained from the direction of the
roll patterns, provide approximate information about surface
anchoring strengths. The application of those values to the
Ericksen-Leslie equation provides the precise values of the an-
choring strength. The hybrid type 90° twisted nematic (HTN)
LC cell, composed of homeotropic and homogeneous LC
alignment films on the top and bottom substrates, respectively,
was used to find the azimuthal anchoring energy of the surface
LCs, with respect to the voltages at initially homeotropic
LC alignment. It was observed that the surface azimuthal
anchoring energy on the homeotropic layer increased with
an increase in voltage, however, the amount by which the

values increased gradually decreased. The threshold voltage
Vin, that causes LCs fixed on T to start moving, is determined
from the fitted results of the surface azimuthal anchoring
energies, dependent on voltage. It may determine the polar
anchoring energy of vertically aligned liquid crystal (VALC),
by relation to this threshold voltage in the HTN cell with
negative dielectric anisotropic LCs, satisfying the conditions
for EHC. We expect that the proposed technique may be
excellent in terms of ease, simplicity, and accuracy because
the azimuthal anchoring energy can be visually evaluated.
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