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The photon-number distributions for a laser with a saturable-absorber and a dye laser are obtained by
extensions of the Scully and Lamb optical-maser theory. The results are shown to be in correspondence with
those of Lugiato et al. for the saturable-absorber laser and with those of Schaefer and Willis for the dye
laser. Moreover, they are in a form which clearly shows the relation between the saturable-absorber laser
and the dye laser. The thermodynamic potentials for the first-order phase-transition analogy are calculated
and are found to be of the form predicted by Scott, Sargent, and Cantrell using semiclassical equations.

I. INTRODUCTION

Many systems exhibit transitions from disordered
to ordered (or vice versa) behavior. Some of these
are in thermal equilibrium; others are far from it
when the transition occurs.!’? The laser falls in
the second category. It is well understood from
a microscopic viewpoint; its experimentally ob-
served properties have been explained in some
detail and predictions concerning its behavior have
been verified.

To view the laser as a non-thermal-equilibrium
system in the steady state, the pumping source
can be regarded as a high-temperature reservoir
and the laser’s surroundings as a low-temperature
reservoir (to which it loses energy). This analogy
has been discussed in Refs. 2—-4, and is displayed
in the table presented by Scully in Refs. 2(d) and
4,

The laser model usually chosen for analysis!+?
is one which leads directly to the similarity with
a second-order phase transition in equilibrium
systems. In thermodynamic language a phase
transition is first order if the first derivatives
of the Gibbs potential change discontinuously from
one phase to the other. They are S=~(0G/37T),
and V =(9G/8P),, or their analogs in the case of
the laser. In a second-order transition these
quantities change continuously at the transition
temperature, but the second derivatives show dis-
continuous changes.

It has been known for some time now that there
are lasers which show first-order phase-transition
analogies.’~'° Two such systems have been stud-
ied: (i) the laser with a saturable absorber and
(ii) the dye laser. The laser with an externally
injected signal? @' @) wag also thought to be a
system displaying a first-order phase-transition
analogy, but the recent work of Lugiato!! ® shows
that this is not true.

Semiclassical analyses have been performed
for the laser with a saturable absorber® 7' (which
will be referred to as LSA in the future) as well
as the dye laser,® which explain the hysteresis
effects observed in the former'® and predict sim-
ilar effects for the dye laser. Quantum-mechani-
cal calculations or semiclassical calculations in
which Langevin noise sources are added have
also been carried out which predict the photon
statistics of the LSA%™'° and the dye laser.®® In
this paper we wish to examine the photon distribu-
tions for both these lasers using extensions of the
Scully-Lamb theory of the optical maser. For the
LSA we do not present the theory in detail since
the results can be obtained by simple generaliza-
tions of the theory given in Refs. 1. The calcula-
tions on the dye laser are more detailed; this is
because intérsystem crossing rates connect the
singlet and triplet states, resulting in a system
more complicated than the LSA. We obtain re-
sults in a form which clearly demonstrates the
similarity between the two and our results are
shown to be in correspondence to those of Lugiato
et al. for the LSA and of Schaefer and Willis for
the dye laser. The thermodynamic potentials are
calculated, and shown to be of just the form pre-
dicted by Scott et al.’ on the basis of the phase-
transition analogy and the semiclassical equation
for the field.:

II. LASER WITH A SATURABLE ABSORBER

We give an outline of the experimental setup in
Fig. 1. The pressure and discharge current in
each tube can be independently controlled. This is
required for the laser to operate in the region of
interest—the bistable region.®'® A theoretical
analysis will now be given, and we will find the
photon-number distribution for the laser.

The active medium and the absorber are both
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represented by homogeneously broadened two-
level atoms (Fig. 2). Here 7,, 7,, ¥, and 7, are
the rates at which atoms are introduced into lev-
els a, b, ¢, and d, respectively. To produce gain
in the active medium, 7, is larger than 7,, but v,
is greater than 7, in the absorber. The levels a,
b, ¢, and d decay to e, f, g, and k at the rates
Ya» Yb» Yo» and y,. The linear cavity losses are
simulated by another set of atoms with levels 1
and 2; only terms linear in the photon number are
retained.

We will not repeat, but merely outline, the steps
leading to the equation of motion for the matrix
elements of the radiation density matrix. These
are identical with those of Scully, Kim, and
Lamb,! ® except that we have now introduced an
extra species of atom with levels ¢ and d. The
Hamiltonian for the system is, in the notation of
Refs. 1(a) and 1(b),

=nH
where
H =vata+(W,olo, + W,0,07) + (W o}0, + W,0,07)

+g,(a%o,+aol) + g, (a0, +act) . (2.1)

Here 7va'a is the field energy, v being the laser
frequency, while a' and a are the creation and
annihilation operators for the single-mode electro-
magnetic field. The energies of the atomic levels
a, b, ¢, and d are nW,, iW,, TW,, and 7W,. The
o’s are raising and lowering operators for the
atomic states of the active medium (subscript 1)
and the absorber (subscript 2). The last two termls

;«——» Photon FIG. 1. Gas laser with

;L Cavity a saturable absorber.
p;— Loss (The plasma tubes usually
. 5——-’ 1hrough have Brewster windows

L——  mirror ( linear)
Laser Output

and the mirrors need not
be flat.)

describe the interaction between the field and the
atoms, where g, =ex,,8/V2% (a frequency) and
g,=ex,,8/V2h are the coupling constants. The x’s
are dipole moments for the transitions. §
=(7Q/LA€,)*/? has the dimensions of an electric
field, with Q the free-field frequency, and L and
A are the length and cross sectional area of the
cavity.

Our aim is to obtain the equations of motion for
the elements of the radiation- density matrix p.
The procedure followed is straightforward; one
first finds the change produced in the reduced
(field) density-matrix elements by introducing an
atom in the atomic level a, b, ¢, or d. This is
found in terms of the decay rates of the levels,
the detuning of the laser frequency from the atomic
transition frequency and the numbers » and »n’ of
the Fock states of the radiation field for which the
matrix element is taken. An average, or coarse-
grained rate of change of the field- density-matrix
elements is then found by multiplying the change
due to a single atom introduced in a given state
by the rate of introduction of the atoms in that
state and adding all these terms. Cavity losses
are simulated by introducing an interaction with
another hypothetical set of atoms and retaining
only the terms linear in the photon number. This
entire process is detailed in Refs. 1(a) and 1(b).
Also, a similar process will be presented in some
detail in the section on the dye laser. Here we just
give the final coarse-grained equation of motion
for the elements p,,. of the radiation-field density
matrix. (The asterisks denote complex conjugate
quantities.)

P ==+ DRy, ot (0" + DR, 10, () + (Rypyy oy + Ry, )i 20,10 (2)
+ (Rp,w +RIE N+ D"+ D20, (8) = (R oy +'RIE 40 )P ()
= [+ DRy, o + (0" + DRE 100l + (Rypy ey +REw )M 2p, (1)
= RSy s +'REE 1 )Pl ) + (R o +RIE D+ D)’ + 1) 20, ()
= 3C+n")pp(®) + Cln + D)’ + 1) 20,1 vt (8) = 3(ny/n,)Cl0+ 140" +1)p,,,.(8)

+(ny/n))Cnn" ) 2p, e ()

The quantities contained in Eq. (2.2) are defined below:

(2.2)

Y o p +80,) + & (n = 1)

Ranw =728 ( R R v e T WL Y T | =1 (L FE T (y,,-y,,n) (2.3)
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Y rgp—i8,)+gn-n’)
R’ = g\ gb 1 1
L, nf ybg?(-yay,,(yﬁb+Af) +2y2,22m+1+n'+1)+£2(n’ - n)Igi(n’—n)+iAl(ya—yb)J> ’ (2.4)
. - Y Y cat90,) +g2(m —n")
R =7, L/ 7 - 2.
2m n cgg(-ycyd(y";d+A§)+2-y§a,g§(n+1+n +1)+ g2 =n)[ Em' = n)+id, b, ~v,)])’ (2.5)
Yy g —i0,) +g2n —n’)
R} =7 = 3—32 ] 6
2mn dgg(ycyd(yzm+A§)+ 22,82 +1+n"+ 1)+ g2 = n) g2’ —-n)+ZA2(-yc—'yd)J> ’ (2.6)
r
D)W =V, B=w=-V, 2.7 n
_ Tyy= -cn<p,,,,(t) ey "_l(t)). (2.16)
where v is the laser frequency and w, and w, are "y !
the frequencies of the atomic transitions a—~b and Here
c—~d. Also, . ’
n,=7/vy k=a,b,c,d (2.17)
Yar=2Wa+Ys)s Yea =30 o+74) - (2.8) A” ;g:[ Py 2’)} ’
=2n +A B
The terms with the constant C describe the linear oS1lYap/ Wap ™
cavity losses, B =8n,81ly3, /v v v 2+ 3P, )
(2.18
c-ng._v (2.9) 0= netilya/ s 291,
172 @ H =8n.g3ly /v oy b 2a+83)°].

where 7, and 7, are the rates of introduction of
damping atoms in levels 1 and 2, g is the coupling
constant, and y,, =3(y, +v,), where y, and y, are the
decay rates for levels 1 and 2 of the atoms. @ is
the cavity @ factor. Finally, n, =7,/y, and n,

=¥, /7.
Specializing to the diagonal elements, we obtain
Pun =T+ Ty + Typp+ Ty + Ty + Tyq (2.10)
where
_ =An+1) n,
TI - 1+ (B A)(n +1 (pm,(t) -n—apml,ml(t)) ’ (2 -11)
An n
TII =ﬁm<pn-l,n-l(t)_hfpnn(t)> 3 (2‘12)
-G +1)

n
o TG ) P 7 0) 219

TIV =ﬁ}7—§ﬁ <pn-l,n-1(t) —':Ligpnn(t)> ) (2'14)
TV =C(n+1)(pnd.nﬂ(t)"%pnn(t)) ’ (2'15)

Active medium

All the terms in Eq. (2.10) have simple physical
interpretations. T, has two parts; the first is a
loss for the n photon state of the laser mode due
t o spontaneous and stimulated emission and the
second is a gain due to absorption from ann+1
photon state. Both contributions are due to atoms
of the active medium, but the first is due to atoms
introduced in the upper lasing level, while the
second is due to atoms introduced in the lower
lasing level. T, is also due to the active atoms.
Ty is from the absorber atoms. The first part
describes absorption out of the n photon state of
the laser mode due to absorber atoms introduced
in the upper levels, while the next part shows an
enhancement of the n photon state probability due
to those introduced to level d. T, is similarly
interpreted. For the active medium to show gain,
n, >n,, and for the absorher to be an absorber,
ny>n,. Ty and Ty, represent linear cavity losses.
The fact that we have considered only single
photon processes and single atom interactions with

" the electromagnetic field leads to the detailed

 FIG. 2. Energy levels
and decays of the active
medium and the saturable
absorber.

Absorber
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balance condition in the steady state. Thus, when
p,,=0, the flow of probability from the » to the

n - 1 photon state equals that from the # — 1 to the
n photon state. A similar condition holds for the
n and 7+ 1 photon states. The three-term recur-
sion relation simplifies to two identical two-term
relations. This relation is

C+ 4 %oy o =t
Prn 1+(B/Ann, 1+H/Gn "o>

= clz, 4 + o
Prona \ &5 *TXB/A0 " T+ @H/Om

P(n)(=p,,), the probability distribution for » photons
in the laser cavity, now takes the form:

) . (2.19)

n, A/C G/C A/C n G/C  n,
P(n) = mH( TrB/A 1+(H/G)k)/<1+1+(B/A)kn_z+1+(H/G)k5;>’

where 9 is a normalization constant.

Let us summarize the conditions under which
this result holds. The model considers an active
medium and an absorber which are both homogen-
eously broadened, stationary two-level atoms.
Atoms may be introduced into both upper and lower
levels of each type of atom, the lifetimes of which
are known. The possible detuning of the laser
mode from the atomic transitions has been re-
tained. Linear cavity losses have been considered.
We have finally calculated the diagonal elements
of the radiation density matrix in the steady state.
Coefficients A and B are the gain and saturation
coefficients (of the usual Scully-Lamb theory) for
the active atoms; G and H are similar terms for
the absorber.

We now show the correspondence of (2.2) to the
steady-state distribution found by Lugiato et al.l°®
An approximate form for P(z) can be found when
n is large by converting Eq. (2.20) into an approxi-
mate differential equation. We have

Pn)=Pn)-Pn-1)+P-1)=Pn-1)L{x),
where L(n) is the quantity after the product sign in

Eq. (2.20). For large «

dP(") =Pn-1)[L@)-1]. @.21)
Therefore,

P(n) = 9%, exp[ / ( m)dnJ 2.22)

Using the given form for L(z), we obtain

A/C G/C
(17 (1 = mo/md =iy (=)
A/C G/C

<1+(B/A)n 1+(H/G)n> ]P(") 0.

If we let f¥*=n, where r is the magnitude of the
complex amplitude of Lugiato ef al., and f a con-
stant quantity, then on neglecting the » dependence
of the coefficient of the derivative term (see com-

(2.20)

r

ment by Lugiato et al. in Ref. 10) we get, (i.e.,
assuming a zero-temperature field reservior in
conformity with Ref. 10)

A/C G/C
[CV(l——BWA (l—nb/na)—m(l —nd/nc))
A+G d

s dy}p(y) 0. (2.23)

This equation is of the same form as Eq. (4.12) of
Ref. 10(a), from which they find P(»), if we identi-
fy (A +G)/2f with q. Note that Eq. (2.23) is derived
from (2.20) after several approximations. Equa-
tion (2.20) is the more exact expression, which is
valid for all #», and which also gives us the »-de-
pendent coefficient for the derivative term in Eq.
(2.23). For all practical purposes and for analytic
considerations, Eq. (2.23) and its solution are very
useful. A more complete analysis of the photon
statistics has been given by Lugiato ef al. in Refs.
10; we have only pointed out an alternative method
for obtaining some of their results.

To be able to see clearly the behavior of the
LSA, let us consider a simplified case, where the
active atoms are introduced in state a only, and
the absorber atoms in state d only. The damping

atoms are injected only in state 1. Then we get,
instead of Eq. (2.10),

-A(n+1) An
brm 1+(B/A)(n+1) pnn( )+1+(B/A)n pn-lm-l(t)

G'(n+1)

PSR () P A N— 1)
T+ (#H'/GN o+ 1) Prena) = T@ET/G Ty Prn

- Cnp, )+ Cn+1)p, 0, 1a (@), (2.24)
where
G =2n,83[y o0/ 0o+ Ag)] ’
(2.25)

H"=8n,83[y3./y v {030+ 03)*].
Detailed balance now gives us
A/C
Prn =Pt it T (B /AWML +(G' /O /A +B/GN]
(2.26)
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i.e.,

s A/C
P(n)=7,] A+ #B/AN1+(C'/O) /A +kH/GN] *

(2.27)

Using Eq. (2.22),

C G”B BC
P~ exe| o1 - 3~ G-

3 ”? ’

+(§5,% _%I—,>1n(1+fg-,-)] . (2.28)
Recalling that the fluctuations in the magnitude E
of the complex scalar field amplitude are given
by P(E)=Jle-F ®/RL® where M is a normalization
constant, F(E) is the Gibbs potential for the laser
field, R, is a constant characterizing spontaneous
emission by the atoms, and o is the zero-field
inversion, the Gibbs potential for a LSA is seen
to be

F(E)=

-(A-C)E? BCE* G'zl( EZH')
n ’

yaa o "\tor

(2.29)

where we-have taken E2~x and the terms
nG"”B/A%H' and

(G"B/A%H"”)In(1 +nH'/G’)

have been neglected since they are smaller than
the others by a factor B/A. If we now let

A=ac, B=bo, C=ao,, G'=ac,, G'/H'=I,
(2.30)
then, since C/A~1,
F(E)~-%a[(0 - 0 )E? = 0 J,In(1 + E?/I,)]
+5boE* . 2.31)

This is identical to the result of Scott ef al. in
Ref. 5. We now examine the dye-laser photon dis-
tribution.

III. DYE LASER

Quite apart from its extreme usefulness in pre-
sent day physics and chemistry, the dye laser is
an interesting system to study in its own right.
The energy-level structure of dye molecules with
singlet electronic states and the corresponding
triplets make the dye laser behave as if it had an
absorbing system built into each molecule. The
various processes which occur in a dye molecule
in solution have been discussed in detail in many
texts and papers, e.g., Refs. 8 and 12-14.

We adopt the dye-laser model with energy-level
scheme shown in Fig. 3; a brief sketch is now giv-
en of the various processes in which a dye mole-

cule may participate during lasing. A molecule
introduced in the upper lasing level a may go to the
lower lasing level b by stimulated or spontaneous
emission into the laser mode of the electromag-
netic field. It may also decay radiatively not into
the laser mode, or nonradiatively to some other
sublevel m of the ground singlet state. Alterna-
tively, the molecule may go over to the lowest
triplet state T, by an intersystem crossing pro-
cess. Once in 7, the molecule may act as an ab-
sorber for the laser mode of the radiation field,

in which case it goes to the upper triplet state

T,, or it may decay to the ground singlet state

by what is called a triplet quenching process. The
various processes and rates are marked in Fig.

3. If the molecule reaches 7', by absorption of

the laser radiation, it may be transferred to some
other higher triplet or singlet level, or it may drop
back into the lower triplet state. In the former
case, we say that the molecule is lost to the lasing
process, and denote this by the rate y, of decay to
a fictitious level /. In the Schaefer-Willis model,
Bvp, describes the rate of decay of molecules
from the upper triplet to the lower triplet state
due to nonradiative processes or radiative proces-
ses not concerning the laser radiation mode. The
model presented here neglects this process, and
we assume the entire loss of molecules from the
lasing process to be due to the decay rate y.(=v,,).

“That is, if in the Schaefer-Willis model one as-

sumes that the entire rate v,, describes mole-
cules being lost to the lasing process and that
molecules transfer from level T, to level T, only
via radiative processes involving the laser mode,

Absorption

ZT.

Emission

Y : decay rates
vy + effective frequencies
of excitation.

&

FIG. 3. Energy levels of a dye molecule.
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then one puts B8 =0 in their model. The Schaefer-
Willis treatment of dye-laser action is based on

a laser theory developed by Willis in Ref. 8(c),
while our method of analysis follows that of Scully
and Lamb.' @

In the analysis to be given we will assume single-
mode operation, and that molecules are introduced
only in the upper lasing level at a rate 7, by an
unspecified pumping process. The decays vy, v,,
Yes Ym» and y, are introduced through interaction
of the molecule with fictitious reservoirs. Since

' 2 hant 2
H=va G+ZV ala +Z v,ala, + vcacac+ZVfafa +Evmamam+

these decays do not produce any photons in the
laser mode, we trace over the reservoir variables
to obtain the relevant laser-radiation density-ma-
trix equation of motion. The fictitious frequencies
Vs Vy, Vg, Vg, and v, (where the indices run over
large numbers of modes) belong to the decay-in-
ducing reservoirs.

A. Hamiltonian

The dye-laser Hamiltonian is 3¢=7H, with H
given by

eKA Apt+g(a"ATA, +aAlTA,)

Kubd

c
,0,m

+2,(a’AT A, +aATA )+ g, (Al ATA +a,ATA ) + Zbgb(agA;Ab +a,ALA)+Y g (alALA +a ATA,)
a ° c

+Z°f(afA'A +a,ALA, )+Zg,,,(af AL A +a,AtA)) (3.1)

i.e.,

The free laser field and molecule Hamiltonians are

nHy=hva'a+T D €, AlfA,
K=a,b,c,d
filym
The creation and annihilation operators for the
laser radiation are a' and a. The A}’s and A,’s
are the corresponding operators for the molecular
levels. hHgEI'ZE;,u,,a;faa etc. are the energies of
the reservoir excitations.

= tAt t
V=81 (@AY A+ AAT (h A (o)

describes the interaction of the laser radiation with
the upper and lower lasing levels and the absorbing

triplet levels.
1/2
and & = (LAe > ’

where ex,,, ex,, are the dipole-moment matrix
elements.

DVE=Y g (alAlA, +a,ATA,), etc.,
a a

_ @ apiep®
e

describe the interaction of the molecule with the
reservoirs, which introduce (in the Wigner-Weiss-
kopf approximation) phenomenological decay con-
stants into the problem.

The lasing transition and the triplet absorbing
transition frequencies are assumed to be the same.

H=Hy+ Hy+ HY+ HE+ HE + HE + V, 4+ V43 V4D Vo4 Ves 3 VF+ > ym,
a b c f m

B. Equations of motion for the density-matrix elements

The procedure followed here is that of Scully
and Lamb. The total system density-matrix equa-
tion of motion in the interaction picture is

bT(t)=-i[V1(t), DT]—i[Vz(t)> pT(t)]
—- : a b c
Z[Z;V +Zb:V +ZC:V
+ZV'+ZVM,PT:|'
3 m

The equations for the matrix elements relevant to
our problem are obtained after several approxima-
tion procedures, which are given in the Appendix.
After tracing over the unobserved or reservoir
variables we obtain the following set of equations
in the Schrodinger picture.

(3.22)

ban;an’ = —i[HO + Vl ’ p]tm; an’ —Yapan;an' - Ympan;an' >
bbnu; oo = —E[Ho +V, p]bn+1;bn'+1 =Y 5Pbns1; brre1 >
bbn+1;an' =—i[H,+V,, p]bml;an' = YabPons1;ant >

bcn; en' =Y aPansaw =Y cPem e — i[HO + V2! p]cn, cn’ s

Ptna1;fnear = =Y fPfnat; frrar — i[Ho +Va p]fn-l;fn'-l s



Pin-tiom ==Y ofPtn-rsem = ilHo + Vs, p1,
Pintsimar =Y iPnet; fmior 5
Paner; a1 =Y oPsnet; brrat
Dan; an =Y cPons ont
i.e.,
bdn;dn' =7bpbn; bn’ +7cpcn; cn’>
bmn; mn'=ympan;an' . }
Yas =50tV Y m)s Yo 5oty s+7,) (3.2b)

and y,, Y5, ¥m> Ve and y, are defined explicitly in
the Appendix. The equations for levels I, d, and
m can be integrated from {,, the time of introduc-
tion of the molecule to ¢{,+ T, where T is larger
than all the decay times involved, but small com-
pared to the times for growth or decay of the field.
Then,

to+T
Pinat; i+ T) =y, _/; at' Pppy; pra ')
)

to+T

Pans;ants (tO + T) g >/; pbm-l; bn'+1 (t ’) at’ ’

0

t0+7‘ (3 .3)
pdﬂ;d"'(tﬂ +T) =ch pcn;cn'(t’) dt 'y
fo

to* T
'O"m; mn’(t0+T) =7mf pan;an'(tl) at’ >

to
Expanding out the commutators with H, (v =laser
mode frequency; w=€,—€,=€,~¢€,),

Pamsamt ==il(n =)W = ily , +7 ) 10 40 e
= UV, ym; bms1Ponsts ant = Pansbnoss Vibmos; an) 5
bbnﬂ;bn’d =—i[(n-n")v - i'}’b]pbnﬂ; bn*s1
= 1V et ; anPan; presr = Pomstsan Viantsom 1) »
Pomersam=—l(n =" = (w=v) - % 45 Pomat; an
- i(Vlbnd;anpan;an’— pbn+1;bn'ﬂV1bn'+1;an') ’
Pans ooy = =il =)0 + (0 =) ~ 2 45 Pan; b
- i(Vlan; b1 Ponet; bnrsr ~ pan;a.n'Vlan'; bn'u) ’
Pens ene = =102 = ") = 8 J0cp; one+¥ 4 Panzan’
- i(Vzcn;fn-lpfn-l; en'~ pcn;fn‘-lvzfn'-l; cn‘) ’
bfn-l;fn'-l =—i[ =0 W =iy 10 sparspwan
= i(Vafnar; cnPon; et = Pnors etV zonts fr-1) 5
bcn;fn'—l =—i[e—=n" ) - (w-v) "i'ycf] Pen;sm-1
- i(Vch;fn-lpfn-l;fn’-l = Pons cnV zents fre-1) 5
bfn.:l;cn’=—i[(n -n )= (w=v) - iycf]pfn-l;cn'

- i(szn-l;cnpcn;cn"' pfn-l;fn'-lvzfn'-l;cn') .
(3.4)
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Going to the interaction picture for the radiation
density matrix only, and replacing p,, by
Ppe "% and using the following notation,

011 = Gmsan' s T33 = Oppispmes s

012 = 0‘zm; bn'+ ) 0'34 = an-l; cn')
O-21 = Gbnﬂ;an” 043 = Gcn;fn'-l s

O22= Ubn+1;bn'+1 y Tgq= Gcn; cn' >

(3.5)

where

to+T
f Papdt)) dt! = gglty + T), B=1,2, B'=1,2

fo
t0+’I'
and [ 0y (¢) 1! =0, to+ T),

to
a=3,4, a’=3,4,
we obt:iin, on integration from ¢, to {,+ T,
the equations:
0~ Dgnsan Ate) == o +V m)Oy "i(an; bn+1 O21
~ 012 Vismasan) »
==[i(w =)+ plo
= iV Lam; bn1O22 = T11Viams pmra) 5
0==[-i(w=v)+y,lo,
= iV 1 oma1; an%11 = T22V 1omst; ane) »
0=y, Tp = i (Vippa1; an%12 = T21 Vianss omror) » (3.6)
0= =055 = iVats1;0n043 = O34V 2oms pnra) 5
= —i[—i(w = V) +y 4o
- i(Vzm;fn-lgsa - 044V20n'; fn' -1) ’
0==[i(w=v)+y loy,
= i(Vatno; en%aa = O35 Varneas ont) 5
0=y 04 +¥,011 = {(Vacp fn1Taa = 043V2fn'-1;cn’) .
The initial condition that the molecule is injected
in level a gives us the condition
P (Lo) = Paps anllo) « (8.7
Also,
Panllo + T) = Pyp; andto + T) + Pys pello + T)
+ Pns enello + T) + Pan;anto + T)
+ Opns prllo + T) + P jlto + T)
+ s mklo + T
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At time £,+7 all elements except pg,, 4,.(t, +T), Using Eq. (3.3) and Eq. (3.5), we obtain
Pin;inlto +T), and p,.. (¢t +T) are negligibly small,

since T is taken to be larger than all molecular Panllo+ T)= 74055 + Y30 +7o04a+y 0y (3.8)

n- n+l ) ( n-n-1

decay times involved (and smaller than any decay n'ensll A -n'el )
or growth time of the laser mode). In matrix form, Egs. (3.6) are [with A =(w - )]
J
- N - N
=i *Ym) ~Viewsasen  Viemonn 0 0 0 0 Y o1
“Viewsoma —WaptA 0 V1 ans omer 0 0 0 0 Oy
Vionet;an 0 —8=p ~Vipmmiarw 0 0 0 0 Oa1
0 Viensizan = Viaws bra —iy, 0 0 0 0 Ta
0 0 . 0 0 —iy, Voo fwa Vagnasen 0 Tyas
0 0 0 0 “Vatwasen B = 0 Vatnasen Ogq -
0 0 0 0 Vaonina 0 “A=%er ~Vaewstra O43
W, 0 0 0 0 Vaemsna  =Vapnat;en ~, 644
L J U

:ip,.,..(to)—~
0
0
- 0 . (3.9)
0
0
0
L 0 _J

The first four equations are not coupled to the last four; they form a closed set (though the solution from
these for 0, is required for the last four). The solutions are those of Scully and Lamb:

(o + Y )02 =Ppuelty) = [(2 + DR e+ (2 + DRE, I ) (3.10)
where

81y o gp +18) + g1’ —7n)

R = - 3.11
K N N I e e | L D B O [ S R R A T ) ( )
and )
Y5022 = @+ @202 + 1D’ + 1) 2p,, () . (3.12)
The solution simplifies considerably when we wish to look at the diagonal, on-resonance case; then,
. b
v 20+ 1)y y .82
g =—tm 1 g 3.13
Vmon */,,+Ymp""( 0oty Y i+ 2850+ Dy, +v, +~/m)m) #.13)
and _
2ny gy, b_gzlp ~1.g-1
0. = 'a681Pn 1,1 . 3.14)
i TG 2t ol T ) ‘
n'~n’-

The solution of the triplet equations is
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O3 = 24y y 850 )2 (=iy 0,,)

Y033 '}’c'}’f(')’.z:f+A2)+8§(n'+n)ycf(yc +‘yf)+gz(n’_n)[g§(n,—ﬂ)+l.A(‘yf_»yc ]
(o) vo(=iy,0 u)[Wf(Az +7’ )+gan (A +iy ) — gzn(A-iycf)]

Yc04a = ch(ch'FA )+g2'}’cf(n +1’l)(’yc+'yf)+gz(n — G{[gz(n"'n)‘“iA(‘yf—ycy]

which for the on-diagonal, on-resonance matrix elements gives

O - 7 ¥ UL Y (1_ 200 +2)y yy 181 )
EACH ) VY Yo+ 85V sV +ty)2(n+1) v, +y,, Oty sy s+ 200+ 2)830 4V 5+ W ao

n'=n'sl

-YCO‘44 = pnﬂ

')’cyf'yzd + Zggycyc n g 1~ 2(1’L + l)yb’yabgi
VY Y or + 2185 sV oY) ¥+ Y m O tr a2+ 2850+ 1) o+ +Y W

Using the coarse-graining approximation,’’¢ we obtain
Pon =7 o[Opnltt T) = ppnlts)]
If we include the loss terms for the cavity and use Eqgs. (3.8) and (3.19), then with the notation

A=287/ ot YmWap >

B=4glr 0o + 7o+ V) /O o+ Y5V 5
G= zggra/“/c?’c! ’

H=4g5r v o +v ) /v %%

we obtain on performing some algebra,
. An Ym Am+1)/r .
Prn=Pn-t,n1 1+(B/Am *Prn¥a (1 _M)(l T1+B/A)n+1 )

Gn v, An+1)/7,
= Ppn?a = Ppn 1+ (H/G)n()/,l+7m )(1 - 1+ (B/A)(n + 1))

Y m An+1)/r Gnr+1) Y4 An+2)/7,
+Pnn7’a(,y—'—a+ym)<1 ——7—y(—4——)+ B/A a1 )+p"ﬂ’"ﬂl+(H/G)(n+1)( +7’m)(1 1+(B/A)(n+j)
- Cnprm+ c(n+1)pn+1,n+1 .

After some more algebra, we obtain

An Am+1) Gn An+1)/r, Y,
Pan = Potona T B /ANE ~ P T (B/AYO S T) ~ """1+(H/G)n(1'1+(B/A)(n+1))(n+vm)

Gn+1) A(’n+2)/5 Ya _
P THCY 5 1) (1 1 +(B/A)(n+2))(‘/,,+7/m> = Ot €+ Do,

which can be written as
Pan=Ty +Tyy+ Tyyy+ Tyy+ Ty + Ty -

In the steady state, detailed balance prevails, giving a one-step recursion relation:

An(m)ﬂn.l,n.l = Ppn [C" 1T (Hn/G)n <1 1 -:-4((;241))(21;‘1))()/4:)/“)]

i.e., with P(n)=p,,,

N G/c . An+1)/7,
P()=P(n-1)% / [1+(B/a)] 141 (H/GWL(y:wm) {1 L UB/AWW}] '

2101

(3.15)

(3.18)

(3.17)

(3.18)

(3.19)

(3.20)

(3.21)

(3.22)
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This is the recursion relation which gives us the
dye-laser photon statistics.

Equation (3.21) has a very direct physical inter-
pretation. The first term represents the flow of
probability into the » photon state from the n - 1
photon state, by stimulated and spontaneous emis-
sion. This flow is given by the rate of injection of
atoms into the upper lasing level times the prob-
ability of emission by # — 1 photons times the prob-
ability of » — 1 photons. The second term repre-
sents the flow of probability away from the »
photon state due to emission. The third and fourth
terms do not occur in the usual laser theory.

They represent the flow of probability out of and
into the »n photon state due to absorption in the
triplet states. The third term can be interpreted
as being the rate of injection of atoms into state

a times the probability of not going to level b
through emission times the probability of not de-
caying to some nonlasing level in S, times the
probability of absorption in the triplets times the
probability of having » photons. The fifth and sixth
terms have the usual interpretation for decay
terms.* Each term thus has a simple interpreta-
tion, which allows us to see clearly the processes
going on in the dye laser.

Ifthe term in the braces in the denominator of
the right-hand side of Eq. (3.22) is replaced by 1,
then we obtain the same photon statistics for the
dye laser as we did for the laser with a saturable
absorber in the approximate expression Eq. (2.27).
The similarity between these kinds of lasers shows
up clearly in the photon-number distributions.

The correspondence of these results to the re-
sults of Schaefer and Willis are apparent if one
puts ¥, =ksrs ¥5=Vsis Ym=Vour Ye=Vr1» ¥ =Vrus
and B=0. This is the notation usually used in dye-
laser work. Then, letting

A= SNv, B ___SZ(VS Vs +2kST)Nve
Vsu+kgp (vsy+ksrlrs,
2
G=—T-Nve, H:T (szm+uz Nv, ’
Vry 71V 14

where these terms are all defined in the first of
Ref. 8, we obtain a form for P(n) identical with
their form for R(n), the photon-number distribu-
tion. We refer the reader to Refs. 8 and 9 for de-

- tailed discussions of hysteresis and bistability in
dye lasers. Graphs of the second factorial moment
of the photon number vs the pumping parameter
were presented in Ref. 15.
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APPENDIX: DERIVATION OF EQS. (3.2) FROM THE
HAMILTONIAN (3.1)

The states we wish to consider are (for »n’,
7' +1, and n’ -1 we put primes on the Greek let-
ters):

(a,n,04,0,)=a,

(b,m+1,0,)=8,

(m,n, 1,)=1,

(c,n,14,0.) =7,

(d,n+1,1,)=6,, (A1)
(fin-1,1,0,=¢,

(In=1,15,1)=x,

(d,n,1,,1,)=5,,

where the quantities refer to molecular, field,
and reservoir states, respectively. Then, using
Eq. (3.2a), we obtain -’

baa’z _i[V1 ’ p]aa' - ZZ (V?xr Pyar=Pay 'V: ’a')
s
- lZ (Vz-rp'm'_ paT'Vza’) ’
m
Page= =iV, plag — ’; (VBesPoye = Pesgvg;,s') )

Poar==ilV1,pl8 0= ’(Z VBbﬁbpﬁbal
b

= PV = 3 pB,,V;”,a,> ,
a m
bsbs'b ==i(V5, 05, = PorV5re) 5 (A2)
bscae = —i(Vgc,p,% - Pachﬁ'%) s
bvr'= —i(V‘;ap ar' ™ pm'V?x'v')

- izc:(Vﬁacpocw— Pra'ch'cr') - [Vss0)0e,
boor= "i[Vzp]oo"‘ ZZ: (Vfohpm';_ poA'V{'qv) ’
bn'= —i(V{Q‘)@x'“ PWV’;:X:) ’

.p'yo' == l[Vz ] pjy¢'

=iV Pyor + ZV%CDGCW —an,Vi.a,) ,

b-r-r’ = _i(V"rnapa-r'_ p'roz'VZ"r’) .

Here, p is the total system density matrix. Now



we write the following equations; these elements
are required in Egs. (A2):

Brar==i(V3uD = PV ) = 1V Do+ 0,0V Bt
Pe,B’ = ‘i(ngasz' - pa,,a;,nga') )

Pay= —i(Vngpab.,: = PgaV o) = 1= psag,Vg'cy') )
Poyar=—VE,aPpar
brﬁ; = ‘i(Vsacpacsé -

a y m
- p(Sb?'VY’a') + ZpBbT'V'r'a' ’

c A TAd
pw'Vv'ﬁ'c) - V5 paﬁé ’

Pror==t(VioPoor= PraViesr) » (43)
baco' ==i(V§ 1Pyor = PerVie0r) 5

Pore = =1V JaPrr= PyorV ) = i(Vﬁ%Dbcy) )
Pasr==VeyPp0e= ParViror) = iV2Prgrs

bra’=—i(v;napma’— pf‘r'V‘rr’ia') .

These equations are solved by a decoupling ap-
proximation, e.g.,
Py a’(t’) = panodom = pan;an'poaoapomom .
Now
Poolt") = Poolte) =1,
for both a and m reservoirs. Therefore,
paa’(t,) =pan;an‘ .
Similarly,

Pyy = Pemgseng = PenzenPryi, s
P1ala(t') = 91,1,,(10) =0

Therefore p,,(t)=0, in the first of Eqs. (A3). When
Py, has to be evaluated in the fifth of these equa-
tions, however, we take plax,,(t')=1’ since the
molecule has made a transition to the triplets.
Making similar approximations for the other terms,
we get
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t
Pra == [ A V50

an; an’ ?
to
¢ b
-— y ’
pbbB"‘"Zf dt VGbebml;bn'ﬂ ’
Pgy: = Zf at’ Ponas; un' '7' ’

p'ﬁbu.=_ift A"V 4Pt a5
. (A4)
prb‘c =i ./; at’ pcn;cn'V:’Ge ’

Pror==1 dt V)Ld)pfn-l,fn'-l ’

to

Ps a)"""f At V§ 4Pen; -t »

p'rk’"lf at’ Vowpcn,fn'-ly

dt’V

Pror==1 raPansan’ *

to

Substituting these equations in Eq. (A3) and fol-
lowing the same procedure as in Scully and Lamb
(Ref. 1) of making the Wigner-Weisskopf approxi-
mation and tracing over the reservoir variables,
we obtain the Egs. (3.2b) with

Vo= 2mW(w(@e)) | Ve, . |2,
vy =2TW(w(bd)) | V2 o,dll? s
Yo =21W(w(cd)) |V, 0 |2,
yf=21rW(w(ﬂ))\Vfo nl?,
Y= 2T W w(am)) |V |2,
Yo TEW YtV )
Yer =5tV +7,) -

Here the W’s are the corresponding phase-space
mode densities for the a—~c, b—~d, c -»d f-1, and
a-m transitions.!
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