Fang-Wen Sheu and Ming-Feng Shih

Vol. 18, No. 6/June 2001/J. Opt. Soc. Am. B 785

Photorefractive polymeric solitons supported by
orientationally enhanced
birefringent and electro-optic effects

Fang-Wen Sheu and Ming-Feng Shih

Department of Physics, National Taiwan University, Taipei 10617, Taiwan

Received April 27, 2000; revised manuscript received September 18, 2000

We predict and analyze the formation of photorefractive polymeric solitons, which are supported by both the
orientationally enhanced birefringence and the orientationally enhanced electro-optic effects. The formation
conditions and characteristics of this new type of optical spatial soliton are discussed. © 2001 Optical Society

of America

OCIS codes: 190.5530, 250.5460, 160.5320, 160.5470.

1. INTRODUCTION

Optical spatial solitons form when the self-focusing effect
exactly balances the natural diffraction of the light beam.
Kerr-type solitons were the first optical solitons that were
predicted,! yet they require very high power and can only
be observed in a one-dimensional form and in a slab
waveguide owing to both catastrophic self-focusing® and
modulation instability.? In the past decade, stable two-
dimensional optical spatial solitons have already been ob-
served in several saturable nonlinear media. They are
the quadratic solitons, which occur during a second-
harmonic generation process when the fundamental and
the second harmonics are strongly coupled by the second-
order nonlinearities, solitons in saturable nonlinear
atomic vapor, which exist at the optical frequency close to
the vicinity of the resonant transition, and photorefrac-
tive solitons. The discovery*™'? of the latest has even
loosened the strict conditions for observing optical spatial
solitons, i.e., photorefractive solitons require low power
(microwatt, or even nanowatt), and may exist in a two-
dimensional form and in a bulk medium.

Many branches of photorefractive solitons, such as
quasi-steady-state photorefractive solitons,* screening
solitons,®™” photovoltaic solitons,®'% solitons in centro-
symmetric photorefractive crystals,!! and solitons in pho-
torefractive  semiconductors,'’> have already been
discovered.”®> Among these photorefractive solitons,
screening solitons are those most thoroughly studied. It
occurs when an externally biasing electric field is par-
tially screened by space charges induced by the soliton
light beam. The dc biasing and space-charge field can, by
the electro-optic effect, create a waveguidelike refractive-
index profile that focuses the soliton light beam and ex-
actly compensates for the natural diffraction of the soliton
light beam.

On the other hand, photorefractive polymers* have be-
gun to attract much research interest since their discov-
ery in 1991. This is because, for quite a few applications
(e.g., dynamic holographic storage'® and optical informa-
tion processing'®) that use photorefractive effects, photo-

0740-3224/2001/060785-09$15.00

refractive polymers can provide many advantages over
the traditional photorefractive inorganic crystals. These
advantages include flexibility, cheapness, and ease of pro-
cessing. Photorefractive polymers!’° of the guest—host
type, e.g., PVKIFDEANST:TNF (poly-N-vinylcarbazole,
fluorinated diethylaminonitrostyrene, 2,4,7-trinitro-9-
fluorenone), DMNPAA:PVK:ECZ:TNF (2,5-dimethyl-4-p-
nitrophenylazo anisole, poly-N-vinylcarbazole, N-ethyl-
carbazole, 2,4,7-trinitro-9-fluorenone) and PVK:PDCST:
BBP:Cg, (poly-N-vinylcarbazole, 4-piperidinobenzyl-
idene-malononitrile, butyl-benzyl-phthalate, Cgy), made
from photoconducting polymer hosts and doped with high
levels of chromophores with permanent dipole moments
and low glass-transition temperature (7',) are those most
successful types of photorefractive polymers. They may
provide very high photorefractive efficiency in two-beam
coupling or four-wave mixing owing to the orientational
enhancement.?

Although the major effect causing the index change for
the photorefractive polymer is the orientationally en-
hancement effect of the doped chromophores, which is dif-
ferent from the usual electro-optic effect in the photore-
fractive inorganic crystals, we showed that the
photorefractive polymer can support optical spatial soli-
tons solely by the orientationally enhanced birefringence,
and we named them polymeric solitons in a previous
paper.?! However, except in a few photorefractive poly-
mers whose orientationally enhanced birefringent effect
dominates almost all the refractive-index change, the ori-
entationally enhanced electro-optic effect?? is not negli-
gible. We therefore need to take the electro-optic effect
into account for the formation of polymeric solitons in
most polymers.

In this paper we make a complete analysis of the poly-
meric solitons that are supported by the entire nonlinear-
ity (the orientationally enhanced birefringence plus the
orientationally enhanced electro-optic effect) of the chro-
mophores. It is shown that the orientationally enhanced
electro-optic effect may counteract or enhance the orien-
tationally enhanced birefringence for giving rise to the
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refractive-index change. If the counteraction is too large,
it is not necessary, as concluded in Ref. 21, that a bright
(dark) soliton be supported when its optical field is per-
pendicular (parallel) to the applied dc field. Otherwise,
only the coefficients of the nonlinear index change is
modified owing to the addition of the electro-optic effect.
This leaves the soliton-existence curves (the normalized
soliton width versus the square root of the soliton-
intensity ratio) the same as those of the polymeric soli-
tons supported solely by the orientationally enhanced bi-
refringence, but with a new soliton-width unit. In the
end, we discuss the formation conditions and the charac-
teristics of the new type of polymeric solitons in several
aspects.

2. GENERAL TREATMENT

The analysis for polymeric solitons is based on the setup
shown in Figs. 1(a) and 2(a). The dc electric field is ex-
ternally applied in the x direction. The steady-state con-
tinuity equation,?! rate equations, Gauss’s law, and the
wave equation for the soliton beam propagating in the z
direction are

ap
J = eupE — eD — = const. (1)
ox
N~ eu
— =s¢p(N —N )T +1Iy) — —pN~ =0, (2)
Jat €,
aTt eu
—=—p(T-T")—rT" =0, 3
dt £,
JE 41e
— = (p =N +7TY, 4)
ox €,
9 @2
(W + Q)Eopt + (kon)2Eopt = 07 (5)

where n is the nonlinear index of refraction to be deter-
mined. Notice that by the Langevin model'® the recom-
bination and trapping rates in Eqgs. (2) and (3) are eu/¢, .
The dependent variables are: <J, the current density; E,
the dc field along the x direction, which is screened by the
soliton light beam; u,2? the de-field dependent hole mobil-
ity; ¢,2* the dc-field dependent quantum efficiency; p, the
hole density; and N~ and T7, the densities of ionized
charge-generating molecules and charge traps, respec-
tively. Relevant parameters are the wave number %k,
= 27/\y, with Ay the free-space wavelength of the light;
e, the charge on a hole; D, the diffusion coefficient; N
and T, the densities of total charge-generating molecules
and charge traps, respectively; s, the photoexcitation
cross section; ¢,, the static relative permittivity of the
polymers; and r, the thermal detrapping rate. The
optical field of the soliton beam is Eu(x,z2)
= o(x, z)explikynyz)\VI, + c.c., which is polarized in the
x (or y) direction, where ¢ is the slowly varying envelope
of the soliton normalized to VI,, I, is the background il-
lumination, and n, is the unperturbed refractive index.
The actual intensity of the soliton is therefore I
= | /%I, , and the soliton-intensity ratio is defined as the
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maximum of | ¢|2. Utilizing the variable transformation
&= xlxg, { = 2/(2kgnyx?), with x, an arbitrarily chosen
normalizing spatial width, A(n?) = n2? — ng, and ¢(&, 0)
= u(&exp(l'y), where u is the normalized soliton ampli-
tude and I' is the soliton propagation constant, we trans-
form Eq. (5) into a dimensionless nonlinear wave equa-
tion:

du(§)
dé

With typical photorefractive polymer parameters,'® of
which T* and N~ of the order of 107cm™3 are much
smaller than N of the order of 10'° cm ™2 and much larger
than p of the order of 10> cm ™3, under the soliton and
background illumination of intensity 0.1 W/em?, we have
approximation p = g,8dNI + [)/euN~ from Eq. (2)

= u"(&) = [T — kgxg A(n?)Ju(é). 6)
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Fig. 1. Formation of bright photorefractive polymeric optical
spatial solitons: (a) arrangement; (b) intensity distribution; (c)
electric field distribution; (d) the alignment of the chromophores,
where the degrees of the alignment are exaggerated and should
be more random in a real situation; (e) the index-change profile
for C, , > 0; (f) the index-change profile for C, , < 0.
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Fig. 2. Formation of dark photorefractive polymeric optical spa-
tial solitons: (a) arrangement; (b) intensity distribution; (c) elec-
tric field distribution; (d) the alignment of the chromophores; (e)

the index-change profile for C, , > 0; (f) the index-change profile
for C,, < 0.

and N~ = T" — (g,/4me)(JE/dx) from Eq. (4). We fur-
ther drop?® the term containing JE/dx and obtain N~
= T*. By assuming that the thermal detrapping is neg-
ligible, we have T* = T from Eq. (3) and consequently p
= (g,sN/eT)[ ¢(I + I,)/u]. We also ignore? the diffu-
sion term in Eq. (1) and obtain J = eupE = const., im-
plying ¢(I + I,)E = const. Using the relationship?* ¢
o« E™, we easily derive the total dc electric field as a func-
tion of the soliton intensity

E™*Y = E™NIL, + TI)/(I + 1)
= EI NI + I)/(ul, + 1), (7
where E, and I, are, respectively, the electric field E and

the soliton intensity I, far away from the soliton center, at
which they are constant.
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A. Change of Macroscopic Polarization from
Orientationally Enhanced Birefringent and Electro-Optic
Effects

To connect Egs. (6) and (7), we need to obtain the change
of the nonlinear refractive index A(n?) = n? — n} as a
function of E, then as a function of u. We now focus on
the response of the doped nonlinear optical chromophores
with large permanent dipole moment and rotational mo-
bility, in the presence of the soliton optical field and the
dc field. The microscopic dipole moment of each chro-
mophore molecule is p=pup+a-E+ B:EE + -,
where pp is the molecular permanent dipole moment
whose direction is along the molecular ¢ axis, « is the mo-
lecular optical polarizability, and B is the molecular opti-
cal hyperpolarizability tensor. The induced macroscopic
polarization at optical frequency w is obtained from the
orientational averaging of the molecular induced dipole
moment:

Pe = Nch(pw> = Nch<a(w) . Ew>
+ No(B(—w;0, 0) : E°E®) + - -+ @)

where N, is the number density of the chromophores, E°
is the dc electric field, and E“ is the optical electric field.
For convenience we set the laboratory coordinate axes
to be (x,y, z) and the molecular principal axes frame to
be (1, 2, 3) as shown in Fig. 3. The induced first-order
microscopic dipole moment in the frame of the molecular
principal axes is p{") = a;(w)E?, with i = 1,2,3. Since
the chromophores are uniaxial, we set ay; = ag = a;
and az3 = «;. The induced microscopic second-order di-
pole moment is p{¥ = Bijr(—w;0, w)EJQE,‘;’, with .7,k
= 1,2,3, referring to the principal axes of the molecule.
For a rodlike chromophore molecule the hyperpolarizabil-
ity Bsss is the dominant term.?? Hence we assume that
the only dominant term is p$® = Bs33(—w;0, w)EIEY,
which is along the molecular 3-axis. Since the polarity of
the dc field is along the x direction, we set E® = E%%.

If we launched the light beam with polarization paral-
lel to the x axis (that is, E® = E%), the induced first- and

1
A
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Fig. 3. Solid lines indicate the laboratory coordinates axes
(x, y, z). Dashed lines indicate the molecular principal axes (1,
2, 3) with the ¢ axis along the 3-axis. The dc bias electric field is
applied along the x axis. 6 is the angle between the chro-
mophore dipole (3-axis) and the dc poling field (x axis). This sys-
tem has a macroscopic rotational symmetry along the x axis.
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second-order macroscopic polarizations at the optical fre-
quency and in the x direction are

PR = Ng(p")

= Na(p'V cos 01, + pSV cos by, + pi cos 6s,)

= Ng(a, E®cos? 0;, + a,E® cos? b,

+ Y cos® 03,)

= Ngla, + Aacos? O)E?, 9
PO = N(pi?) = Ne( p¥ cos 03,)

= N(BsssE3ES cos 3,

= NpBazs(cos’ O)EVEY (10)

X x

where 6,, is the angle between the molecular principal ¢
axis and the laboratory x axis. In Eq. (9) the relationship
of the direction cosines cos? 6, + cos? 6y, + cos? 6y, = 1
and Aa = (a; — «,) has been used. 6 = 03, also is the
angle between u; and E°. The induced first-order mac-
roscopic polarization P;D’BR corresponds to the so-called
orientationally enhanced birefringence, and the second-
order term chZ)’EO corresponds to the orientationally en-
hanced electro-optic effect in photorefractive polymers.
The net change of the sum of the first two terms of the
macroscopic polarization at optical frequency and in the x
direction owing to the presence of the dc field Efc’ =E,
therefore is

APy = [PBR 4+ PP EO g0 p — [PLVBR + PEO g0,
= NgAa({cos? 6y — (cos? §))E?

+ NenBass({cos® O)zE)E . 11

Similarly, if we launched the light beam that is polar-
ized parallel to the y axis (that is, E* = E}7), the induced
first- and second-order macroscopic polarizations at the
optical frequency and in the y direction are

Pj(’l):BR = Nch<al. + Aa COSZ 03y>E;’, (12)
PO = N yBssa(cos O, cos® 03, )EVES . (13)

The net change of the sum of the first two terms of the
macroscopic polarization at optical frequency and in the y
direction owing to the presence of the dc field ES =FEis

_ 1),BR 2),EO 1),BR 2),EO
APy = [PPPR 4+ PP Ig0-g — [P(VBR 4 P IE0=0

1
= —NchAaE((cos2 O)r — (cos® 6))Ey

1
+ Nchﬁ3335[(<005 O — (cos® O)p)EIEy .  (14)

We used the statistical equality (cos® 63,) = (cos® 63,) (ow-
ing to the homogeneity in y and 2) and (cos®6,,)
+ (cos® f3,) + (cos? 5,) = 1 to simplify Eq. (14).

B. Index Change from dc Poling Field
The changes of the refractive index for x- and y-polarized
light beams are therefore governed, respectively, by
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A(n?), = 47N g[Aa((cos? 8)z — (cos? ))
+ PBass(cos® O)pE], (15)
1
A(n?), = 4wNg, —EAa((cos2 6z — (cos? 6)¢)

1
+ 5,8333(<cos 0)g — (cos® Op)E|. (16)

Both Egs. (15) and (16) are functions of the dc field E.
The statistical average of the mth power of the cosine
function in Egs. (15) and (16) can be evaluated?® by the
Maxwell-Boltzmann distribution function as

(cos™ 0) = j cos™ 6 exp(upE cos 0/kgT,)
0

X sin 0d0/j exp(upk cos 8/kpT,)sin 6 d6.
0

a7

Although Egs. (15)—(17) and Eq. (7) can be put into Eq. (6)
to solve for the soliton amplitude, the combined equation
is actually a highly nonlinear differential-integral equa-
tion that is too complicated to solve analytically. Never-
theless, for typical photorefractive guest—host polymers
with chromophore dipole moment wup < 10D, under E
< 100V/pm and T, = 300K, we have upE/kgT,
< 0.8. Thus the statistical average of each power of the
cosine function can be approximated?? by the first nonzero
term of their power series:

((cos® By — (cos® B)g) = (2/45)(upE/kgT,)?,
(cos® ) = (upElkpT,)/5,
({cos 85 — (cos® §)/2) = (upE/kpT,)/15
= (cos® 6) /3.

Hence the index changes resulting from the dc field E
for x- and y-polarized light, respectively, are

An®); = AR®)F + An®)0 = (CF + CY°)E® = C,E”,
(18)
A(n?), = AmHPF + A0 = (CJR + CJO)E?

= (—C2%2 + CEO3)E? = C,E?, (19)

where CB® = (2/45)(47N ) Aalpup/kgT,)?, CEO = (1/5)
X (47N g)Bass(uplkpT,), CYR = —CP%2, and C;°
= CEO/S. For typical photorefractive polymers,
C, = CP® + C¥O is positive, but C, = —C2¥2 + CI°/3
may be positive or negative.2’ The larger is the dc field
E, the more are the chromophores oriented in the x direc-
tion. This increases the refractive index for x-polarized
light and reduces the index for y-polarized light when
only birefringence is considered. Therefore the nonlin-
earity (C, and C,) owing to the orientationally enhanced
birefringence (Cf‘R and fC§R/2) is positive for x-polarized
light but negative for y-polarized light. However, it is
not so for the index change owing to the orientationally
enhanced electro-optic effect. This is because B335 is the
only dominant hyperpolarizability term??; its contribu-
tions to the index changes for x- and y-polarized light are
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both positive. As a result, the addition of the electro-
optic effect enhances the nonlinearity for x-polarized light
but reduces the nonlinearity or even reverses the sign for
y-polarized light.

C. Wave Equation for Soliton Envelope
Reduced from Eqs. (6), (7), (18), and (19), the soliton-
envelope equation then becomes

u?c-i-l

u2(§)—+1 u(é), (20)

2/(m+1)
u'(é) = (r — kxgCe B ]

with u? = u?(e) = I.,/I,. We choose the characteristic
length xo = 1/(koE.\|C, ,|) and simplify Eq. (20) to

u?c + 1
u?(¢) + 1

2/(m+1)]

u"(§) = [F s u(é), 21

where the plus (minus) sign corresponds to the negative
(positive) C, , value.

We may intuitively understand which sign in Eq. (21)
is necessary for forming bright or dark solitons. Let a
bright light beam propagate in the biased photorefractive
polymer, as shown in Fig. 1(a). The space-charge field in-
duced by the bright light beam then screens the uniform
(dotted line) external dc field, giving rise to the total dc
field E as shown in Fig. 1(c). As a result of nonuniform
chromophore—dipoles reorientation, the index-change
profile owing to this dc field is A(n2)x’y = Cx’yEz. Ifc,,
is positive, the index change is also positive. Thus the in-
dex profile has a local minimum at the beam center [Fig.
1(e)] that may defocus the light beam. On the other
hand, if C, , is negative, the index change is also nega-
tive. The resultant index profile [Fig. 1(f)] thus forms a
waveguide that may guide the bright light beam itself.
We thus conclude that negative C, , is a necessary condi-
tion for bright solitons to form regardless of the polariza-
tion of the light beam. Similarly, positive C, , is neces-
sary for dark solitons to form, as illustrated in Fig. 2.
Therefore from Eqgs. (18) and (19) we know that if the ori-
entationally enhanced birefringence is the major effect,
then C, = C;%, C, = —C;™/2, and dark (bright) solitons
are supported for the x(y) polarized light beam. Oppo-
sitely, if the electro-optic effect dominates, then C,
= CEO, C, = C%9/3, and only dark solitons, polarized in
either the x or the y direction, can be supported for Cfo
> 0. In one special case, C, =0 = —CB%2 + CEYy3,
the material becomes linear and cannot support any soli-
tons for the y-polarized light beam.

As we compare the polymeric solitons supported by the
orientationally enhanced birefringence plus the electro-
optic effect to the solitons?! supported solely by the orien-
tationally enhanced birefringence, the addition of the
electro-optic effect does not affect the dimensionless non-
linear soliton-envelope Eq. (21) but only modifies the non-
linear index-change coefficients C,, and rescales the
characteristic length x,. The normalized soliton enve-
lopes and the soliton-existence curves therefore are kept
unchanged but with a new length unit. Nevertheless for
completeness and convenience we still present them here.
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1. Bright Solitons

The boundary conditions of bright solitons are (i) u(0)
= ug, u'(0) =0, (i) wu(») =u'(x) = u"(x) =0, and
(ii1) ©”"(0)/u(0) < 0. With u. = u(») = 0, Eq. (21) be-
comes

2(m+1)

1

u?+1

"

u” = u. (22)

Using quadrature and boundary condition (i), we obtain
[w' ()1 = T[w?() — ug]
m+1
m—1

+

{[u2(§) + 1](m71)/(m+1)

- [u(2) + 1]0m-Dmty for m # 1,
[u (&)1 = T[u?(é) — ug] + In[u?(§) + 1]
—In(u2+1) for m = 1. (23)

Putting boundary conditions (ii) into Eq. (23), we obtain

m+ 1
= [1— (ud + 1)m-Dmsby,2
m—1
for m # 1,
= —In(ul + 1)/ui  for m =1, (24)

where u2 = u%(0) = I1(0)/I, is the soliton-intensity ratio.

The soliton profiles u (&) for various values of vy and m
can be obtained easily by putting I" into Eq. (22) and solv-
ing it numerically. Several examples are shown in Fig.

(a) m=2

u/u,

-20 -10

e ©

u/u,

-20 -10 0 10 20
Fig. 4. Normalized soliton profiles u(&)/u, of bright photore-

fractive polymeric optical spatial solitons, for several u values,
and for (a) m = 2 and (b) m = 3.
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4. The normalized soliton width A, defined as the full
width at half-maximum (FWHM) of the normalized soli-
ton intensity u2(&), can be evaluated by A¢é = 2f 3§/Zd§
= ZfZg/‘gdu/u’, where u©' is obtained from Eq. (23):

m + 1
m—1

1/2
_ (ug + 1)(m*1)/(m+1)]

u' = F(uZ _ u%) + [(uZ + 1)(m—1)/(m+1)

for m # 1,

u' = [Tw? - ud) + In(u?+ 1) — In(u2 + 1)]¥2
for m = 1. (25)

The normalized soliton widths A¢ as a function of u,
(existence curves of solitons) for various m are given in
Fig. 5.

2. Dark Solitons

The boundary conditions for dark solitons are (i) u ()
= Uy, u'(©) =u"(0) =0,30)u(0) = 0, and (i) z'(0) is
real and nonzero. Putting u”(«) = 0 and ©(0) = 0 into
Eq. (21), we obtain I' = 1 for all cases, independent of m
and u.,. This implies that all dark solitons in a photore-
fractive polymer propagate at one group velocity (deter-
mined solely by bare index perturbation) regardless of
their intensity ratio and quantum efficiency. Equation
(21) then becomes

u”:[l

The soliton profiles u (&) for various values of u.,, and m
can be solved numerically. In Fig. 6 we show several ex-
amples. Similarly, the normalized width A¢ for dark soli-
tons can be evaluated as well by Aé = 2] gx/“gdu/u’,
where u' is obtained from Eq. (26) by quadrature and
boundary condition (ii):

ui +1 2/(m+1)
u. (26)

u?+1

m+ 1

m—1

u' = u2 _ (u?c + 1)2/(m+l)

1/2
X [(w? + 1)V — 17 4+ [4/(0)]?

for m # 1,

Fig. 5. Normalized soliton widths A¢ of bright photorefractive
polymeric optical spatial solitons, as a function of ©,, for several
m values.
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(a) m=2

0.57 1

u/u, 0

-0.5}

(b) m=3

0.5F iy

u/u, 0

057

-10 -5 0 5 10

Fig. 6. Normalized soliton profiles u(§)/u.,, of dark photorefrac-
tive polymeric optical spatial solitons, for several u., values, and
for (@) m = 2 and (b) m = 3.

s A

0 2 4 6 8 10
u,

o

Fig. 7. Normalized soliton widths A¢ of dark photorefractive
polymeric optical spatial solitons, as a function of u.., for several
m values.

u' = {u?— (u2+ Din(u? + 1) + [u'(0)]%}2
for m = 1. (27)

Substituting ¢ — © and u'(«) = 0 into Eq. (27), we ob-
tain the first derivative function value of u at ¢ = 0:

m+ 1
(ugc + 1)2/(m+1)

[u'(0)]* =

m—1
X [(u2 + 1) Vmh - 1] — 2

for m # 1,

[ ()] = (u2+ Din(u2+ 1) —u?2 for m = 1.

(28)
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Hence according to the results of Eqs. (27) and (28), we
find that the normalized soliton width A¢ is explicitly a
function of u.,, which is the square root of the intensity
ratio for dark solitons. The normalized soliton widths A¢
as a function of u., for various m are given in Fig. 7.

3. DISCUSSION

An effort to experimentally demonstrate photorefractive
polymeric optical spatial solitons is currently being car-
ried out in our laboratory. Although no conclusive result
is yet obtained, we would like to address several issues
about the formation conditions and characteristics of this
new type of optical spatial solitons.

A. Soliton Stability

Because the nonlinearity forms of polymeric solitons are
very similar to the form of screening solitons,
especially®” 112 for m = 0 and m = 1, we do not analyze
the stability of polymeric solitons but only borrow the ex-
isting stability analysis results from the photorefractive
screening solitons and postulate that they have similar
stability properties. Nevertheless, it will be our interest
to investigate how the power dependence m of the quan-
tum efficiency ¢ on the dc field E affects the stability of
optical spatial solitons in photorefractive polymer.

B. Material Stability

In order to support optical spatial solitons, the photore-
fractive polymer is doped with chromophores that have
sufficient permanent dipole moment and rotational mobil-
ity. The wavelength dependence of the photostability of
nonlinear optical chromophores should be surveyed for
deciding the soliton wavelength to prevent photochemical
reaction and photodamage of chromophore molecules.?’
For popular chromophores the suitable wavelength is
roughly between 0.8 and 1.3 um.

C. Voltage

Once we have launched a bright or dark optical beam
with known peak intensity, soliton width Ax, and back-
ground illumination I, , we can find out the corresponding
normalized soliton width A¢ from the soliton-existence
curves (Figs. 5 and 7) and evaluate the corresponding
field E... For optical spatial solitons formed in bulk pho-
torefractive inorganic crystals,’ the required voltages are
usually estimated by V = E_l, where [ is the crystal
thickness (electrode separation) because the soliton width
is much smaller than the crystal thickness. However,
the thickness of photorefractive polymer thin film is usu-
ally about tens to hundreds of micrometers, which is not
much larger than the soliton width. Hence the required
external dc bias voltage across the photorefractive poly-
mer thin film must be evaluated by integrating E
= EJw?+ 1)/(u? + 1)]"»*V across the actual poly-
mer thickness.

D. Soliton Size

The soliton size Ax is decided by the so-called intensity
ratio and its mapping on the soliton-existence curves
(Figs. 5 and 7), whose vertical axis is the normalized soli-
ton size A¢in the unit xq = 1/(koE..\|C,,]). As aresult,
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the stronger the photorefractive polymeric optical nonlin-
earity, the smaller both the characteristic length x, and
the obtainable minimum soliton size Ax = Aéx,. Using
the photorefractive polymer parameters'4?8 m = 2.0, n,
= 1.6, and An, = 1.3 X 1072 under external field E.,
= 100 V/um, with Ay = 700 nm, we obtain a minimum
soliton width Ax of less than 1.5 um for dark solitons or 3
pm for bright solitons if the intensity ratio is adjusted to
correspond to the minimum normalized soliton width A¢.
Nevertheless, for solitons of this size, which approaches
the optical wavelength, the wvalidity of the paraxial
approximation,29 the elimination of the nonlinear re-
sponse of the relative permittivity, ¢, , and the drop of the
diffusion and JE/dx terms in Egs. (1) and (4) need to be
reinvestigated.

E. Background Illumination

The desired polarization of the background illumination
is selected to meet the smallest electro-optic coefficient.
Nevertheless, in a photorefractive polymer, the launching
of the background illumination should be arranged differ-
ently than that of the photorefractive screening solitons.”
As shown in Figs. 1(a) and 2(a), the soliton light beam is
incident into the polymer thin film, propagates in the di-
rection perpendicular to that of the dc bias field, and is
polarized in the direction either parallel or perpendicular
to that of the dc bias field. If the uniform background il-
lumination copropagates with the soliton light beam and
is chosen to be linearly polarized in the direction perpen-
dicular to that of the soliton light beam (to avoid interfer-
ence effects), it still sees the soliton-induced refractive-
index waveguide or antiwaveguide and thus will focus or
defocus during the propagation in the polymer. As a re-
sult, the uniformity of the background illumination and
the constancy of the intensity ratio cannot be maintained.
The appropriate way to launch the background illumina-
tion therefore is to let it go vertically through the polymer
thin film from either side of the transparent indium tin
oxide electrodes, and to polarize it in the direction of the
soliton propagation. To keep the soliton-intensity ratio
constant in the polymer under this configuration, the
background illumination from either side of polymer thin
film must be suitably linearly attenuated along the propa-
gation of the soliton, for the sake of the absorption of the
soliton light beam.

F. Formation Time and Temperature

Right after turn-on of the external poling electric field,
the doped nonlinear optical chromophore dipoles begin
the rotational-diffusion process to reach the minimum
Helmholtz free-energy configuration. It is found that the
time constants associated with the molecular transient
reorientation process are not identical for the first- and
second-order optical processes.??> On the removal of the
dc poling field, the guest—host system undergoes another
diffusion process of molecular alignment to reach the
maximum-entropy state. In the formation process of
photorefractive polymeric solitons, the molecular dipoles
are originally poled by the external dc bias electric field.
After the optical beam is launched, it produces a local
space-charge field to screen the external poling field, and
the total electric field distribution creates a waveguide-
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like refractive-index profile to guide the optical beam by
the orientationally enhanced birefringence and the orien-
tationally enhanced electro-optic effect. Hence the tran-
sience of formation of solitons is strongly associated with
the light-induced turn-off behavior of the dc poling field in
the spatial region of the optical beam, which is governed
by charge generation, charge transport, and chromophore
reorientation.?® In the process of chromophore reorienta-
tion, the orientationally enhanced birefringent and
electro-optic effects are found to relax in time with differ-
ent decay time constants, 1/6D and 1/2D,?? respectively,
where D is the diffusion constant, so the first-order linear
optical process (birefringence) is dominant in the forma-
tion of solitons. However, it is also found that the chro-
mophore orientational response of only 490 us does not
limit the index-grating formation with a fast time con-
stant of 4 ms in the four-wave-mixing experiments.?’
That is to say, the reorientation of chromophore dipoles
subjected to the nonuniformly screened dc field is much
faster than the formation of the soliton-induced space-
charge field. Thus the photoinduced charge generation
and charge transport are the major processes that influ-
ence the transient photorefractive effect. The formation
time is therefore roughly inversely proportional to the lo-
cal optical intensity, as is the case in photorefractive in-
organic crystals.>” Although the reorientation of the
chromophore dipoles is a thermodynamic process that is
affected by temperature, by the above arguments we
know it has little to do with the formation time of the op-
tical spatial solitons in a photorefractive polymer. How-
ever, since the coefficients for index change, Cf"fy{ * 1/T?
and Cfg « 1/T,, at higher temperature, the required
voltage to form a soliton of fixed size is larger.

4. CONCLUSION

We have shown that photorefractive polymers doped with
nonlinear optical chromophores that have sufficient per-
manent dipole moment and rotational mobility may sup-
port optical spatial solitons. The waveguidelike
refractive-index profile comes from the orientationally en-
hanced birefringent and electro-optic effects of the chro-
mophore dipoles subjected to a screened dc electric field.
The formation conditions for these photorefractive poly-
meric optical spatial solitons and their characteristics are
discussed.

The sample preparation of photorefractive polymer and
the experimental observation of photorefractive polymeric
optical spatial solitons are being carried out at National
Taiwan University. We point out that the research of op-
tical spatial solitons in photorefractive polymer merits
further investigations, including the dynamical behavior
and stability of photorefractive polymeric solitons, im-
provement of chromophore structures and
characterization?®3132 and their effects on generating op-
tical spatial solitons, and applications in integrated and
nonlinear optical devices.??
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