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Stationary light pulse in solids with long-lived spin coherence
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We present a detailed analysis of stationary light pulses (SLP’s) for the case of inhomogeneous broadening in
both optical and spin transitions, which is normally found in solid materials with long-lived spin coherence. By
solving the Langevin equations of motion for the density matrix elements under the integral over the entire range
of the inhomogeneous broadenings, the necessary conditions for creating the SLP in a solid are obtained. Then
the decay and diffusion processes that the SLP undergoes are analyzed. The characteristics of such processes are
studied based on the analytic solution of the SLP with a slowly varying envelope. The dependence of SLP lifetime
on inhomogeneous broadenings of spin and optical transitions, which can be regarded as the laser linewidth in

the repump scheme, has been discussed.
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I. INTRODUCTION

It is well known that if most atoms are on the lower level, a
weak probe beam will be absorbed at its resonance frequency.
However, by coupling an additional laser field; at the adjacent
transition, the probe beam does not undergo an absorption
process. This phenomenon has been referred to as electro-
magnetically induced transparency (EIT) [1]. The dispersion
properties of the dressed samples are spatially homogeneously
modified due to the external traveling-wave (TW) laser beam.
Such schemes have led to many novel phenomena, such as
adiabatic population and coherence transfer [2—4], resonant
enhancement of optical nonlinearities [5-8], and the “storage
of light,” which means reversibly mapping the coherent
excitation of the light into spin coherence [9—12]. Besides
the traveling-wave coupled EIT (TW-EIT), the schemes with
standing-wave driving EIT (SW-EIT) have also been widely
studied [13—17]. Due to periodic modulation in space, such
EIT samples can be exploited to manipulate the propagation
of light, such as the realization of a tunable photonic bandgap
[18-21] and the generation of a stationary light pulse (SLP)
[22-25], which is actually a trapped light pulse with forward
and backward components that can easily be stored and made
to interchange. Owing to the important properties in nonlinear
quantum optics, SLP’s have been extensively studied. The
SLP phenomenon has been demonstrated in both hot atomic
gas [22] by Lukin et al. and cold 87Rb atoms by Yu et al. [26].

Experiments on EIT in solids have been performed. With
much higher laser intensities than those in a gaseous medium,
transparency on the order of 100% can be achieved in
rare-earth ion-doped crystals like Pr:YSO [27] and nitrogen-
vacancy (N-V) centers in diamond [28-30]. A detailed theoret-
ical analysis of EIT in solids was presented in Ref. [31]. Some
interesting phenomena based on TW-EIT, such as all-optical
routing [32,33], light storage [34-37], and enhanced four-wave
mixing [38], just to mention a few, have also been demonstrated
in solid materials. Motivated by practical considerations, we
try to pursue the implementation of SLP’s in solid materials,
which have the obvious advantages, such as high density of
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atoms, compactness, convenience in preparation, the absence
of atomic diffusion, and some disadvantages, such as broad
optical lines and fast decoherence, which make it difficult
for the realization of atomic interference. Although SLP’s are
very promising for the low-light-level nonlinear optics and
the manipulation of photon states due to the increment of the
interaction time between media and light, unfortunately, few
investigations have been done on SLP’s in solid materials.

The main aims of this paper are to clarify the following:
(1) Is it possible to generate SLP’s in inhomogeneously broad-
ening solids with long-lived coherence, such as Pr:YSO, N-V
centers in diamond, and some other rare-earth ion (Ce**, Eu**)
doped crystals? (2) If it is possible, what are the characteristics
of the decay dynamics for the SLP in these materials? In order
to answer these questions, here we generalize the theory of
SLP for the case of solids with long-lived coherence. The
scheme of a four-level atomic system with a bichromatic
SW coupling configuration is adopted in order to eliminate
the counterpropagating Raman excitations which prohibit the
formation of SLP’s [26]. Section II lays the groundwork model
for such a configuration as is needed to illustrate our general
approach. It is then used in Sec. III to get the numerical results
and analytic expressions of the SLP’s in order to investigate
SLP decay properties. In Sec. IV, we present our concluding
remarks and a brief outlook.

II. THEORETICAL MODEL AND BASIC EQUATIONS

We consider an ensemble of double-A four-level atoms
with two excited levels |3), |4) and two lower levels |1), |2).
As shown in Fig. 1(a), the optical transitions with [4) — |2)
and [3) — |2) are coupled by two lasers 2., and ._ with
frequencies v, v.— and opposite wave vectors k.4, k.—. In
the presence of a weak light pulse 2, which has a frequency
v,+ at the resonance with |1) — |4) transition and wave vector
k4 in the same direction of k., a similar probe with wave
vector k,_ determined by the phase-matching condition k,_ =
kp+ — key + k.— will be generated by four-wave mixing.

We define the Rabi frequencies for the coupling
and probe fields as Qcy—) = a3 Ecy—)/2h, Qpry =
H4131) EPJF(,)/ZFI, where ECJF(,), Ep+(7) are the amplitudes of
the corresponding fields and (;; is the matrix element of the
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FIG. 1. (a) Energy-level schematic for the analysis. (b) Sequence
of the coupling fields.

dipole moment between levels |i) and |j); it can be estimated
as [31]

u hedmm,’

(1

where f denotes the oscillator strength. As shown in Fig. 1(b),
in the presence of 2., in step I, the probe pulse £2,, moves
slowly in the sample. In the following step, €2, is adiabatically
switched off, and the probe field €2, (or parts of it) is stored in
the sample as the spin coherence. At the beginning of step 111,
both coupling fields 2.4 and €2._ are switched on, and the
spin coherence is converted into 2,4 and €2,_, which are
the two components of the SLP. If the condition €2, = ,_
is satisfied, which means that the probability of the photons
traveling forward equals that of traveling backward, the SLP
is created.

In the usual electric-dipole and rotating-wave approxima-
tions, the dynamics of atomic population and coherence for
the system is governed by a set of Langevin equations for the
density elements given by Eqs. (2)—(10), where I';; and y;;
denote the population decay rate and the coherence decay rate,
respectively:

0:p11 = 31033 + Ta1p4a + To1020 + ie_ikz(p419;+
— P13y ) — i€ (p1uQpy +p01250), ()

0;022 = I'32033 + T2 044 — 21020 + ie_ikz(p429:+
— p2uQey) +ie™ (0 — P13 Q). 3)

dp33 = Tu3pas — Ta1p33 — T3ap3s +ie ™ (013Q,-
+023Qc) — i (00 — p3 Q) “4)

dpar = (—ya1 +i8p)par —ie”Q,_ps3
+ e [Qerp21 + 2y (011 — pas)], )

dp31 = (—y31 +i8,-)p31 +ie ¥ (Qe_pi
—Qp px3+ Qppn) —ie*Qpip3,  (6)

I = (—yar + 184 )par — ie ™ Qe pas
+ie* Q012 + Qer (P22 — paa)l @)
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33 = (—y30 + 8. )p32 +ie *(Q,_pi2 + Qe_pr
— Qe p3) — i Qe paa, (8)

dpa1 = [—ya1 +i81pa1 + e (=Qp_p23 + R, par)
— &M (Qpy 024 — _p31), )

dpuz = [—yas +ipr — 8p)paz + €5 (Qp1 013 + Qe P23
- Q;_Pm - Qf_,om). (10)

The detunings of the coupling fields 6.4y are given by
8c4(—) = W42(32) — Ve4(—), and the detunings of the probe fields
are 8p4(—) = W41(31) — Vp+(—)- The parameter 6 is &, — 8¢y,
which also equals §,_ — 6. based on the phase-matching
condition mentioned previously. In the present analysis, the
following assumptions are made to simplify our calculations:
Oy =Tp=Ta=Te=Cym=yn=yp1i=yn=y,
ya3 = y21 = . (ii) The intensities of the coupling fields are
much larger than those of the probe fields, so nearly all the ions
interacting with the fields are on the ground level |1) (p1; = 1,
P2 = p33 = paa = 0). Associated with this assumption, the
coherences between the transitions of |4) — |3), |4) — |2),
and |3) — |2) are neglectable. Under the above assumptions,
we redefine the reset off-diagonal density elements as pg; =
ou1e'%%, p31 = 0316, pyy = 031672, 0y = o7 Then, the
density equations become

0,041 = —041V41 +1iQpy + 102182, (11)
0,031 = —031 V31 +1Q,- +1021Q, (12)
01021 = —021 P01 + 1o QL +i031Q)_, (13)

where P41 =y —id,4, P51 =y —i8)—, V21 = yo — i8. Inthe
following discussion, we focus on step III shown in Fig. 1(b)
and assume that Q., = Q.. = Q.. As we know that the
decoherence rate y ! is faster than the temporal changes of
fields 0/0t [9], we can neglect 9,03, and d;04; to get the zeroth
solutions of o3; and o4, which are

oy = i[Q,p4(2,1) + Qe(z, 10011/ a1, (14)

oy = i[Q,_(z,1) + Qe(z,0)0211/ 731 (15)

By substituting Eqgs. (14) and (15) into Eq. (13), the equation
of motion for the coherence o0,; and its zeroth-order solution
can be written as

doy _ Qin Q1)

ot a 731
[ Qe Qzb)
X | —Y0o— —= - =
Y41 V31

]021, (16)

5O _ — P (2,0) — P2 (2,1)
T A i + (P + ) Q2(zt)
where Qi = Q4 Qcqs Q2 = Q,_Q._. The zeroth-order so-
lutions are based on the approximation that the probe pulses

have a very large length as compared with the length of the
sample; therefore it can be regarded as a plane wave when it is

a7
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traveling through the medium. In order to describe the group
velocities of the probe fields we need the first-order solution
of o7). By inserting Eq. (17) into the time-derivative part of
Eq. (16), we obtain

3oV QL(z1)  Q(zt
021=|: 2Ly +~( )+ ~( )/

ot Va1 V31
Qe Qzp)
X |:—y0 - — - — i| . (18)
)25 V31

By substituting Eq. (18) into Egs. (14) and (15), we find the
expressions for the first-order solution of o4; and o3; given by

041 = 13 R2p1(2,1) + a2 Q,_(2,1)
+a330,2,1(2,1) + a4 9,Q,-(z,1), (19)

031 = 02 Q1 (2,1) + 1.4 2p_(2,1)
+ 04 0,2,.(z,1) + 34 0,2,_(z,1), (20)
where
;= —i A7 BP]Qu(z.) 9,Q(2.1)
+iA™ [Py + Q2] 21

o = —i AT By Qe(z,1) 3, Q(z,1)

—iAT'Q(z,1), (22)
@) = iAT YRR, (23)
oy = iAT P Q2. 0). (24)
Here we have introduced two complex parameters,

A=pupnda+ P+ 72 and B =—Pnaim +
(731 + P41) Qf, to simplify the above expressions. It is helpful
to make some remarks on the properties of Egs. (19) and (20),
which describe the atomic polarizations of a group of ions
defined by the detunings {3,,8,—,8} in the total frequency
distributions of the solid materials. In the limit situation when
the coupling fields 2. and €2._ are simultaneously switching
on at the very beginning of step III shown in Fig. 1(b), the
components of the SLP are retrieved by the coupling fields.
Such a process is directly related to the first term on the
right-hand sides of Egs. (21) and (22), which are proportional
to 0,<2.. In order to establish the stationary light pulse, those
two terms must be equal, which leads to the first condition to
generate the SLP:

Spr =0, (25)

Considering the phase-matched condition, the condition can
be regarded as the same condition as 8., = §._, which implies
that the two coupling fields drive the corresponding transitions
with the same detunings and, as we assumed before, the same
Rabi frequencies. It is natural that such conditions come up
according to the pulse-matching phenomenon in EIT [39], and
it is important for the following calculations.

In a solid system, both optical and spin transitions are
inhomogeneously broadened due to the inhomogeneity of the
crystalline field. The broadenings of the optical transitions
|4) — |1), |3) — |1) and the spin transition |2) — |1) are shown
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(a) (b) ()

FIG. 2. Schematic level diagram of a four-level system with
optical and spin inhomogeneous broadenings. (a) The rectangles
denote the inhomogeneous broadenings for the transitions from the
corresponding level to the level |1). The dash-dotted lines denote the
broadening line centers, and the solid lines denote energy levels of
an arbitrary ion we choose. We assume that all the lasers are assumed
to be resonant with the line centers of the corresponding transitions.
(b) The inhomogeneous broadening of the transition |3) — |1). We
treat it as the optical broadening. (c) The inhomogeneous broadening
of the transition |4) — |1). After the broadening of |3) — |1) have been
taken into account, as shown in (b), the broadening of |4) — |1) is no
longer considered as optical broadening but the spin broadening. For
the ions with the same energy level |3) (no rectangle for |3)), the
frequency distribution is determined by the broadening of |4) — |3)
(solid rectangle). Such a model is based on the assumption that the
spin broadening is always much smaller than the optical broadening.
The dotted rectangle denotes the optical broadening of |4) — |1) if all
the ions are under consideration.

in Fig. 2(a). We assume that all the lasers are resonant with
the line centers of the corresponding transitions. The energy
levels for an ion we choose arbitrarily are denoted by solid
horizontal lines in Fig. 2(a), and the relation between the laser
and this chosen ion is just like what is shown in Fig. 1(a).

In order to describe the changes which are induced by
such broadenings, we have to average o4 and o3; over the
frequency distributions independently to get the total atomic
polarizations:

Sa161) = / / F(8,8p48))041631)(8,8 4,8, ) d8 d s dS,_.
(26)

The frequency distribution can be written as

-7:(3,5p+a5p7) = ]:spin(s)]:opt(apf)fspin(‘ser): 27)

where the spin (optical) frequency distribution function is
denoted by Fopin (Fopt)-

The inhomogeneous broadening of transition |2) — |1},
namely, the spin broadening, is denoted by Fin(8). For the
solid materials with long-lived spin coherence, the width of the
spin broadening is relatively small, usually several kilohertz.
The function F,p(8,-) corresponds to the broadening of the
transition |3) — |1) which s treated as the optical broadening as
shown in Fig. 2(b). The optical broadening width is quite large
for the relevant materials (2 GHz for Pr:YSO, 375 GHz for N-V
centers in diamond); however, as reported in Ref. [27], not all
of the ions in the solid can interact with the laser fields, but only
a small fraction of them. This is due to the fact that a repump
field is used to prepare the system, so the optical broadening
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is very small, and mainly contributed by the laser linewidth
(usually 1 MHz). The broadening of the transition |[4) — |1)
is considered a spin broadening and denoted by Fin(8,4) in
Eq. (27). The physical reason for such treatment as shown in
Fig. 2(c) is that for the ions which have the same value of §,,_
(in another words, the same energy level of |3)), the level |4)
of those ions are distributed over a small range because of the
inhomogeneous broadening of the transition |4) — |3), which
could be regarded as the same as that of the spin transition
[2) — |1). So, after we treat the broadening of |3) — |1) as the
optical broadening, the broadening of |4) — |1) should be taken
as the small spin broadening. This also means that for the ions
with the same detuning §,_, the detuning §,, varies over a
small range instead of being equal to §,_, so condition (25)
cannot be satisfied. However, if the broadening of the spin
transition is much smaller than the laser linewidth of the
coupling fields, e.g., in Pr:YSO, the spin transition broadening
is about 30 kHz, and the linewidth of the coupling field is
normally 1 MHz. Condition (25) can be satisfied roughly.
Therefore, we can disregard |3) — |4) broadening by setting
Fopt(8p4+) = 1, which means that w43 is of the same value
for all the ions, and the transition frequency of [4) — |1) is
fully determined by the transition frequency of |3) — |1). But
the inhomogeneous broadening of |1) — |2) is still taken into
account, because most ions are on these levels.
We adopt the Lorentzian function
Rpin(opt)(x) = % (28)
(wspin(opt) +x )
to model the inhomogeneous broadenings. Where the param-
eter Wypin(opy 18 the width of the inhomogeneously broadening
for the spin (optical) transition. Using the theorem of residues,
the results of Eq. (26) can be obtained easily:

Ty = B Qp(z,0) + 22, (2,1)
+ B3 0;Q2p1(2,0) + B4 8,2, (2,1), (29)

%31 = B Qpi(z,t) + B1 2,—(2,1)
+B4 02,4 (2,1) + B3 0,2, (2,1), (30)
where!
Br=—i [ZQ%(ZJ) - Gopthpin]
x P3Qu(2,0)8,:(z,1) +iGL (31)

opt’

:82 = —i [29?(1,5) - GspinGopt]

x P3Q(2,1)9,Qc(z,1), (32)
B3 = i P2Q(z,1), (33)
Ba = i PT2Q%(z,1). (34)

The parameters Ggpin = Wepin + 0, Gopt = Wopt + ¥ can be
regarded as the total decoherence rates of the spin and

"Here the expressions of 8; and B, have already been simplified.
The neglected term is —i (PGop) ™" §2(z,1), whose absolute value is
much smaller than that of i G,y on the basis of Ggin <K Gop-
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optical transitions, respectively. Because we choose the
Lorentzian function to model the inhomogeneous broadening
line shape, the total decoherence rates appear simply as the
summation of the inhomogeneous broadening widths and the
decoherence rate of the corresponding transitions. On
the other hand, the Gaussian function which is indeed more
accurate for the inhomogeneous broadening line shape will
lead to much more complex results and a less clear physical
picture on the effect of the broadenings. The parameter
P = GopinGopt + ZQ%(z,t) is just used to simplify the above
expressions.

After the inhomogeneous broadenings have been taken into
account, the wave equations which describe the motion of two
probe pulses can be used to analyze the system,

0Q,, 09,
9%y | Byt o 35
o o1 + 9z ig%41 (35)
0Q,. 09,

— =igX3. 36
Y 9z 1823 (36)

Here g¢ = 4w v Neg /Lz /(i c), v is the transition frequency, u is
the dipole moment, and N is the effective density of atoms
depending on the laser linewidth Aj;. If the density of the atoms
is N, the effective density should be Neir = N Aji/wop [31].
This is because of the use of an optical repump scheme, as was
done in Ref. [27].

Equations (29)—(36) are our main results, and could be
applied in a rather general fashion when the SLP in the four-
level inhomogeneously broadened system is to be investigated.
It is worth mentioning that the four parameters (81, B2, B3, Ba)
can describe the main properties of the system. First, §; and
B, are responsible for the retrieval process at the beginning of
step III shown in Fig. 1(b). After inserting Eqgs. (31) and (32)
into Egs. (35) and (36), it is clear that the condition

G opt G spin
2

must be satisfied in order to convert the coherence back into
photonic excitation. Note that this condition is quite similar to
the EIT condition for the samples without any broadenings.

The parameters 3 and 4 which stand for the coefficients
of 9;22,4 and 9,L2,_ are of the same value; such a property
directly results from the assumption y3; = y4; and 8,4 = §,,—
and is quite important for pulse matching of the SLP’s
components. Apparently, if there is a tendency that the two
components are deviating from each other (3; 2,4 # 9,2,-),
it will be averaged by the polarizations so that the SLP can
survive in the sample.

Then, as the answer to the first question we raised in Sec. I,
we come to the following conclusion: It is possible to generate
the SLP in solid materials as long as (i) the decoherence rates
of the optical transitions are of the same magnitude, (ii) the
broadening width of the spin transition is small enough that
the condition of 5, = §,_ can be satisfied approximately,
and (iii) the coupling fields are strong enough to satisfy
condition (37).

Based on the above conclusions, we believe that the suitable
solid materials are Pr3+:YZSiOS, N-V centers in diamond,
and Eu®**-doped crystals like Eu?>*:CaF,, Eu?>*:SrF,. On the
other hand, Ce**-doped crystals (Ce**:YAG, Ce**:LuPO,,

Q> (37)
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TABLE I. The experimental parameters of Pr:YSO. A is the
wavelength of the laser field. The wavelengths of the coupling and the
probe field are nearly the same. f is the optical transition oscillator
strength. [ is the intensity of the driving laser. The source of the data
is Ref. [31]

Wopr (Hz)  wpin (Hz) I (Hz) y (Hz) Aji (Hz)
20x10°  30.0x10° 6.1 x 10° 9.0 x 10° 1.0 x 10°
'y (Hz) vo (Hz) A (nm) f I (W/cm?)
0.01 2.0 x 103 605.7 0.3 x 1076 90

and Ce*™: YPO,) have large spin broadening which makes the
condition 8, = §,_ hardly satisfied. Although lasers with
large linewidth (nearly 10 MHz) can be used to overcome
this difficulty, it also induces a spin dephasing large enough
to shorten the SLP’s lifetime. So Ce**-doped crystals are not
suitable for generating the SLP. To sum up, we believe that
Pr’™:Y,Si05 and N-V centers in diamond might be the best
options. The experimental parameters of these materials are
listed in Tables I and II.

Figure 3 shows the SLP in Pr:YSO. The sequence of
the fields is shown in Fig. 1(b). The data represent a
numerical solution of the wave equations (35) and (36) and
the atomic density matrix equations (2)—(10). The width of the
inhomogeneous broadening of the spin transition in Pr:YSO is
30 kHz and it plays a so important role in creating SLP that we
divide it into 100 terms to calculate the integral in Eq. (26). The
width of inhomogeneous broadening on the optical transitions
is divided into 50 terms, and it is sufficient enough based on
our calculations. As shown in Fig. 3, the SLP only lasts for
about 10 us due to the strong decay process which will be
quantified theoretically in the following section.

III. THE DECAY AND DIFFUSION PROCESSES

In this section, we use the theoretical approach developed
in the preceding section to investigate the decay and diffusion
processes of the SLP in the solid materials. First of all, we
would like to solve Egs. (29)—(36) to get the expression for
SLP. By substituting Egs. (29) and (30) into Egs. (35) and (36),
the wave equations become

(™"~ igB3)dh + 0 — igPi1Qps = ig(P2 + Pad)Rp-.
(38)

[(c™' —igBs)d — 8, —igh11Rp— = ig(Pr + Pud)ps-

TABLE II. The inhomogeneous broadening width of the optical
transition wepy and the spin transition wgpy,, the optical transition
oscillator strength f, and the density of the ions N. Here Ce:X and
Eu:X stand for the Ce*"- and Eu®*-doped crystals we discuss here.
The source of the data is Ref. [31].

N-V Center Ce:X Eu:X
Wept (Hz) 375G 100G 40 - 60G
Wipin (HZ) 2.7k 1—10M 10k
f 0.1 1074 1074
N(cm™3) 3 x 108 10%° 10%°
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(a) (b)

z (mm)

20 40 60 80 100 120 140 20 40 60 80 100 120 140
t (us) t (us)

FIG. 3. Numerical simulation of SLP in Pr:YSO. The forward
and backward fields are plotted in (a) and (b), respectively. The slow
light turning into the coherence of atoms at 45 us [corresponding to
t; in Fig. 1(b)] when the forward coupling field is turned off. Both
the forward and the backward coupling fields are turned on at 75 us
[corresponding to #, in Fig. 1(b)], and the SLP is established. The
initial width of the Gaussian wave package is 10 us. The length of
the crystal is 3 mm. The parameters used for the simulation are in
Table .

(39)

Considering the characteristics of Eqs. (38) and (39), we
introduce two modes as V¥, = Q4 +Q,_, Yo =Qpy —
Q2,_. In terms of these modes the propagation equations
read

P[P?gGgpin + 28 02,03, Q(z,0)]Y4(2,1)
+ e +2P 24 QN (2. )]0, ¥ (z,1) = —Y_(z.1), (40)

gG;p‘lwf(z,t) +c Y (z,t) = 0. (z,0).  (4])

The parameter Q here takes the form of Gpin Gopt — 252?. Note
that the term of 9,1, is close to zero for the small variation
of the probe pulse in space. Hence, Eq. (41) is describing the
probe pulse-matching process we discussed in the preceding
section: _ is absorbed at the rate ch;plt. Usually ch;plt
is much larger than 9,, e.g., ch;pll ~ 10" in Pr:YSO
while the pulse we used in the investigation lasts for about
40 ps, which means 8, ~ 107 in our numerical calculations.
This indicates that €2, and €2,_ are always matching with
each other quickly, therefore v, can be regarded as the
expression of the stationary light pulse. By neglecting ¢~'9;

as compared with gGgplt, we obtain the zeroth-order solution

of ¥_,
Vo = —g  Gopd: Y4 (2.0). (42)
Substituting Eq. (42) into Eq. (40) we obtain

g(P2 + 2Cg§22)

2y (z,1) — d .t
S Y4 (2.0) PGy iV (2,1)
2 p2
8 (P Gspin+2QQcatQC)
= J1). 43
P3G0pt w+(z ) ( )

Here, we focus on step III shown in Fig. 1(b) when the
coupling fields become constant after time #,. Hence we treat
0,2, as zero in Eq. (43). Using the Fourier transformation
Yi(z,t) =2/ fooo Y (t) cos(kz)dk, the expression of (1)
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takes the form of

Y (1) ! ( K )
= ——exp|——
¢ V2as P\ 44
2G i KPG
X exp _ P & Pspin + Pt 4 ) . 44)
g P2+ 2cgQ2

We have assumed here that v, has the Gaussian shape
Yr(0) = Ap exp[—k2 /(4ap)], where A and a are the constant
parameters. Then the expression for the SLP takes the form of

w-ﬁ-(zvt) =

Ay exp <_ a()Z2 )
VAR A 14+ Jt
2
G% in
x exp (=-S5 g ) (45)
4a0PGopt
The parameter J = 4agc P?Gop /[g(P* + 2¢gQ2)] introduced
here is just for the simplification of the above equation. As we

can see, the decay and diffusion processes can be obtained
directly from Eq. (45) and they take the form of

2
8 Gspin
Dyec = — = g, 46
dec GXp( 200PG, ) (46)
1 2
Dt = ————— exp (— doz > (47)
1+J1¢t 1+J1t

For the solid materials considered here, the above ex-
pressions can be greatly simplified. First, for Pr:YSO, N-V
centers in diamond, and Eu2+-doped crystals, the width of the
inhomogeneous broadening of low-frequency transition wspin
is 1~10 kHz, while the inhomogeneous broadening of optical
transition wep is modified by the laser linewidth, which can be
1 MHz, and the Rabi frequency of coupling field €2, is usually
5 MHz. Therefore, the parameter P defined as GgpinGopt +
293 is close to Qf Second, to our knowledge, the parameter
g is as large as 2, (in Pr:YSO) or in the orders of magnitude
larger than 2. (in N-V centers in diamond), Hence J can be
written as 8apg > Gop(GspinGopt + $22) approximately. Based
on these two relations, Dg.. gives a “finite lifetime” T} of the
SLP corresponding to the decay process:

GsinGOt ! 1 GOt
Ti=|Ggpn |1+ 22 ~ — 2. (48
o)) ran @

One recognizes the fact that the term GS‘p%n dominates

the lifetime 73, which indicates that the small decoherence
vo and spin broadening wgp, can lead to a long-lived SLP
in the solid material. The rare-earth ion-doped crystals and
N-V centers in diamond have a relatively long-lived spin
coherence, e.g., o = 2 kHz in Pr:YSO and yy = 25 kHz in
N-V centers in diamond. To our knowledge, there is no certain
relationship between the decoherence rate and corresponding
inhomogeneous broadening, €.g., wypin = 30 kHz in Pr:YSO
and wgpin = 2.7 kHz in N-V centers in diamond. However, the
total decoherence rates (Gpin) of these two materials have the
value of the order of 10kHz, which is relatively small and
makes them suitable for the experiment.

Dgis describes a typical diffusion process. We integrate
Dgis over z and obtain f Dgitdz = /7 /ay, which is not
dependent on t. But the spatial integral of D3 is not a
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constant: A(t) = [ D3dz = /7 /2ao(1 + J1). As we know,
Ddzif represents the energy of the pulse or the number of the
photons. This indicates that besides the decay process Dyec,
there is another (nonexponential) decay of the total number
of excitation, such a phenomenon in cold atoms (without any
inhomogeneous broadening) is studied in Ref. [23]. Here, we
would like to introduce another “characteristic time” of the
SLP in solids by solving the equation of A(7>) = 0.5A(0),
and obtain

3g

= 49
4aocGopt “49)

1

Such a result is under the assumption of the larger coupling
Rabi frequency as compared with Gop G pin and 4/cg/2 which
normally hold for the EIT experiment in solids. As we can
see, the parameter Gop, which is the summation of laser
linewidth and decoherence of the optical transitions (G =
v + Aji), plays an important role in the diffusion process.
Based on this, we believe that such a diffusion process (or the
nonexponential decay of the pulse) does not result from the
decoherence of the spin transition but from the radiative decay
and the dephasing process of the optical transition. Because of
the relation between the laser linewidth Aj; and the effective
density of the ions N as we mentioned in Sec. II, the
parameter g which is the function of N also depends on
laser linewidth Aj;. The dependence of the SLP in Pr:YSO
on the laser linewidth Aj; (0.5, 0.8, 1.0, 1.5 MHz) is shown
in Fig. 4. It is clear that the larger laser linewidth results in
the faster nonexponential decay of pulse. We further note here
that comparing with 7 the characteristic time of pulse 73
is rather large, therefore the lifetime of the pulse is close
to Tj.

z(cm)

z (cm)

FIG. 4. Stationary light pulse (¢;) in Pr:YSO for a laser
linewidth of (a) 0.5, (b) 0.8, (c) 1.0, (d) 1.5 MHz. The lighter
color in the grayscale maps corresponds to the higher intensity.
The Rabi frequency of the coupling field is 5 MHz. The density
of Pr** ions is 4.7 x 10"cm™3. The other parameters are listed on
Table I.
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STATIONARY LIGHT PULSE IN SOLIDS WITH LONG- ...
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FIG. 5. The amplitude of the stationary light pulse in (a) Pr:YSO
and (b) N-V centers in diamond evolving with time ¢ under different
laser linewidths: 0.4 (square), 0.6 (circle), 0.8 (up-triangle), and 1.0
(down-triangle). The coupling frequency is the tenfold of ¥, (¢ = 0).
The wavelengths of the SLP are (a) 605 nm and (b) 637 nm. Other
parameters are listed in Table II.

Figure 5 shows the amplitude of the SLP in (a) Pr:YSO
and (b) N-V centers in diamond crystals under the different
laser linewidths. The data are calculated from Eq. (45). As
we can see, the lifetime of SLP’s in Pr:YSO and N-V centers
in diamond crystal are of the same magnitude because the
spin broadenings of these materials are both several kilohertz
(wepin = 30 KHz for SLP, and 2.7kHz for N-V centers in
diamond). However, the SLP in N-V centers in diamond decays
quicker than that in PrYSO; we believe this is because the
rather small effective ion density in N-V centers in diamond
due to the large optical transition inhomogeneous broadening
width (375 GHz). One also notes that the SLP in Pr:YSO is
more sensitive to the laser linewidth. This is because its smaller
optical broadening width makes the effective ion density more
sensitive to the laser linewidth.

Finally, as the answer to the second question we put forth in
Sec. I, the decay process of the SLP in the solid is investigated,
the decoherence and dephasing rates of both the optical and
spin transition are responsible for the lifetime of the SLP, and
the precise expression is presented by Eqs. (48) and (49).

IV. CONCLUSIONS

In summary, we investigated the SLP in solid materials
with long-lived spin coherence, such as Pr:YSO, N-V centers
in diamond, and Eu®*- and Ce**-doped crystals. The samples
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are assumed to be a four-level system dressed by a bichromatic
SW coupling field so that the counterpropagating Raman
excitations can be eliminated. By solving a set of Langevin
equations under the effect of the inhomogeneous broadenings
modeled by the Lorentzian function, we present the conditions
of establishing the SLP in solid materials. Based on such
conditions we believe that it is possible to demonstrate SLP
in the solid materials we mentioned, especially in Pr:YSO and
N-V centers in diamond.

The general expression of the SLP in such solids for the
pulses with a small variation of the envelope (9, < chgpll)
has been obtained. It gives clear descriptions of the decay and
diffusion (a nonexponential decay) processes that the SLP in
solids undergoes, and also shows that such processes mainly
result from the decoherence rate and the inhomogeneous
broadenings of the spin and optical transitions, respectively.
The inhomogeneous broadenings are the great negative effect
base on our calculation. The physical reason, we believe,
is that the inhomogeneous broadening which is in the same
position of the decoherence rates for both the optical and spin
transitions can cause a large dephasing rate. Another parameter
that affects the lifetime of the SLP is the laser linewidth, which
can be regarded as the broadening of the optical transition
as long as the repump scheme is considered. Our research
shows that the SLP in Pr:YSO is quite sensitive to the laser
linewidth, and the larger laser linewidth always leads to the
smaller lifetime of the SLP. The detailed expressions of the
characteristic times for both decay and diffusion processes
have been presented.

We expect that our general analysis may prompt a more
exhaustive understanding of the SLP dynamics in solid
materials, and be helpful for experimental research.
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