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Entangled photon pairs from a quantum-dot cascade decay: The effect of time reordering
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Coulomb interactions between confined carriers remove degeneracies in the excitation spectra of quantum
dots. This provides a which-path information in the cascade decay of biexcitons, thus spoiling the energy-
polarization entanglement of the emitted photon pairs. We theoretically analyze a strategy of color coincidence
across generation (AG), recently proposed as an alternative to the previous within generation approach. We
simulate the system dynamics and compute the correlation functions within the density-matrix formalism. This
allows estimations of quantities that are accessible by a polarization-tomography experiment and that enter the
expression of the two-photon concurrence. We identify the optimum parameters within the AG approach and

the corresponding maximum values of the concurrence.
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I. INTRODUCTION

In view of their peculiar level structure, semiconductor
quantum dots (QDs) are considered promising sources on
demand of entangled-photon pairs."?> Although alternative
strategies have been envisaged, based on the use of single-
photon sources and postselection,>* the possibility of deter-
ministically generating frequency-polarization entangled-
photon pairs by a single cascade emission has recently
received strong experimental support.’~’ There, the radiative
relaxation of the dot from the lowest biexciton level gener-
ates a two-photon quantum state: |,,)=(|¢y:H,H)
+|éy;V,V))/\2, where H and V are the two linear polariza-
tions, whereas |¢y;) and |¢y) refer to the spectral degrees of
freedom. In particular, |¢y) (|éy)) is the wave packet result-
ing from the sequential emission of two photons, with central
frequencies w, and o, (w, and w,) (Fig. 1). Ideally, o,
= w,=w, and 0, = w,=w, (analogous equations holdrfor the
relaxation rates); therefore, [1),,)=(|H,H)+|V,V))/\2®|¢),
with |@)=|dy)=|¢y). In realistic conditions, however, the
degree of entanglement is limited by three main factors.®1°
First, an imperfect system excitation results in a finite prob-
ability that the system does not undergo a single cascade
decay, thus emitting more (or less) than the two desired pho-
tons. Second, the coupling of the confined excitons with
phonons tends to induce a loss of phase coherence in the
state of the emitted photons. Third, the presence of an exci-
tonic fine-structure splitting tends to make photons emitted
with orthogonal polarizations distinguishable in the spectral
domain: &yy=w,-w,=w,~w,#0, and therefore [(¢y|py)|
# 1. This provides which-path information, which impedes
to rotate the H and V components of |1//,,,,> one into another
by linear optics elements, and to observe interference effects
between them.

In optimizing the entangled-photon source, part of the re-
cent effort has been concentrated on the solution of the latter
problem. Possible strategies include quenching of the exci-
tonic fine-structure splitting &gy by means of magnetic
field®” or ac-Stark effect,!! and spectral filtering of the emit-
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ted photons.> An ingenious alternative consists in engineer-
ing the system so as to obtain color coincidence across gen-
eration (AG) rather than within generation (WG).!>'# There,
the QD spectrum was tuned in such a way as to have van-
ishing biexciton binding energy (Ag=E,+E;—E,) so that the
four emission frequencies w, (x=p.q.r,s) were reduced to
two: ;= w,=w, (cyan arrows in Fig. 1) and w,=w,=w,
(red arrows). In the AG scheme, however, the which-path
information is provided by the order in which the w; and w,
photons are emitted, which is now opposite for the two po-
larizations. In order to make the H and V paths spectrally
indistinguishable, the photons emitted in the four modes y
should be spatially separated and time delayed by 6,. The
time reordering implements a unitary transformation (U
=Uy®|H,HYXH, H|+Uy,®|V,VXV,V|) of the two-photon
state, such that: [(bylU} Uyl )| > (ol ] #

B,4)

G, I

FIG. 1. (Color online) Level structure of the quantum dot. The
fine-structure splitting and the biexciton binding energy are given,
respectively, by dyy=FE;—E, and Ag=E,+E3;—E,. In the WG strat-
egy, the ideal case corresponds to the biexciton and exciton emis-
sion frequencies being independent on the polarization: w;=w,
=w, and w,=w,=w; (dyy=0). In the AG approach the photon
emitted in the B— Xy (B— Xy) transition matches the color of that
emitted by the Xy—G (Xz— G) decay (Az=0). Therefore, w,
= w,=w, (cyan arrows) and w,= w,=w, (red arrows). In order to
erase the which-path information provided by the emission order of
the w; and w, photons, which is opposite in the two paths, the
photons are delayed by &, (x=p.q.7.s).
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Hereafter, we investigate the viability and the limits of the
AG approach. More specifically, we verify to which extent
the which-path information can be erased by introducing
these frequency- and polarization-selective delays. To this
aim, we derive analytic expressions for an entanglement
measure (namely, the concurrence,’” C) of the two-photon
state, and derive the expressions of the delays (5)]‘(4 that maxi-
mize C, as a function of the emission rates FX. This is the
same as optimizing the unitary quantum erasure U of the
which-path information for a given source. In addition, we
maximize C(ﬁ’xw) with respect to I, thus providing indica-
tions for the optimization of the two-photon source. In semi-
conductor quantum dots, the (relative) values of the exciton
and biexciton relaxation rates can only be engineered within
a limited range of values.'® However, such ranges can be
potentially extended by coupling the QD to an optical micro-
cavity. In the weak-coupling regime, the effect of the cavity
on the dot dynamics essentially consists of enhancing the
photon-emission rates of resonant transitions (Purcell effect).
Therefore, and in order to allow analytic solutions, we do not
include the degrees of freedom of the cavity explicitly but
rather mimic its effect by enhancing I',. We also neglect the
effect of pure dephasing and imperfect initialization of the
QD state (i.e., of realistic excitation conditions). In fact, the
way in which these affect the degree of frequency-
polarization entanglement is independent on the approach:
AG or WG. Detailed discussions on these effects can be
found in the literature.3~1°

The paper is organized as follows. In Sec. Il we introduce
the density-matrix approach we use and the correlation func-
tions that enter the calculation of the two-photon concur-
rence. Further details on the method are given in Appendixes
A and B. In Sec. III we give the expressions of the concur-
rence and maximize it with respect to the relevant param-
eters. In Sec. IV we draw our conclusions.

II. METHOD

The time evolution of the dot density matrix, pgp, is de-
scribed by the master equatlon (h=1): pop=ilpgp,H]
+2 L pop. where H= St EJ(k| and |k) are the QD
eigenstates (in the following, we take E;=0). The radiative
relaxation processes are accounted for by the four superop-
erators m the Lindblad form: £,pop=0 pQDch (oj T,PQD
+ pQDO'XO' )/2, with y=p,q,r,s. Each of the ladder operators
oy corresponds to one of the optrcal transitions in the four-
level
and o,=\I |1)(3| The quanturn dot is 1n1t1ahzed in the
biexciton state: pop(0)= in the absence of multiple
excitation-relaxation cycles, the cascade-emission process
from such level results in the generation of two photons. The
following time evolution of pop can be solved analytically
(see Appendix A). Within the AG approach, the photons are
delayed in time by a quantity that depends on their energy
and polarization (Fig. 1). The resulting relations between the
input mode o, and the corresponding output modes a,; read

X
(up to a common time delay)
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aHl(t) = Up(t - 51))’ aHZ(t) = O-r(t - 5r) 5

aVl(t) = o-s(t - 5&)’ aVZ(t) = O-q(t_ 5(1) (1)

The quantity of interest here is the degree of entanglement
between the frequency and polarization degrees of freedom
of the two-photon state. This can be computed from their
density matrix p,;, which is derived from the QD dynamics
(i.e., from pop) through Eqs. (1). In the following, we refer

first (second) mode is identified by the central frequency
;= w, (0,= w,), which coincides with w; (wq) in the ideal
case A z=0. Within a single cascade decay and in the absence
of nonradiative relaxation channels, the matrix elements of
ppi, correspond to the time integrals of second-order correla-
tion functions (see Appendix B):

(al,,32|pph|yl,52>=fdt'de’GaBW«(t',T'). (2)

Here, G 5041, 7)= Gaﬁ'y&
=21 for 7<0, whereas

, with ij=12 for 7>0 and ij

Glj&aﬁ(t T> O) <am t)aﬁj(t + T)a'yj(t + T)a&(l)> (3)

After applying Eq. (1), the second-order correlation func-
tions involving the time-shifted ladder operators o, are
solved by means of the quantum-regression theorem (see Ap-
pendix A). Experimentally, the matrix elements of p,,, can be
accessed within a polarization-tomography experiment. =17

Given the above master equation and initial conditions,
only few elements of the density matrix do not vanish
identically (see Appendixes A and B). These are the
diagonal elements pyy=(H1,H2|p,,|H1,H2) and pyy,
=(V1,V2|p,;|V1,V2), and the off-diagonal one pyy
=(H1,H2|p,;|V1,V2). As a consequence, the two-photon
density matrix reads

pun O
0 0

0 O
puy 0

PvH
0

0 (4)

o O O

pph =

()

PHH

The degree of entanglement of the two-photon state can
be quantified by the concurrence (C), whose value ranges
from zero to one, going from factorizable to maximally en-
tangled states. For the above density matrix, it is easily seen

that C(pph) = 2|pHV| .

III. RESULTS
A. Two-photon density matrix

We start by considering the diagonal matrix elements of
ppp» mamely pyy and pyy. The contribution to p
=(H1,H2|p,;|H1,H2) corresponding to the ordered detec—
tion of photons H1 and H2 is given by the time integral of
the correlation function,
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Gt 7) = <0';([)0’j(l‘ + 7)o, (t+ 1)0,(1)
=, exp[- (', +T')t-T,7], (5)

where t'=t+6, and 7' =7+ J,— J,. The condition that the H1
photon is detected before H2 (7' >0) results into a lower
bound for the delay in the input modes o,:7>max(0,d,
—&,). Analogously, the contribution to (V1,V2|p,,|V1,V2)
corresponding to the ordered detection of photons V1 and
V2, p{,zv, is given by the time integral of the correlation func-
tion

Gyt 7)) = <0':;(t) ol(t+noyt+7) o, (1)
=L, yexp[- (', +T')t-T7], (6)

where t'=t+7+6; and 7' =-7+9,~ 6,

Here, the photon order in the output modes (ay; and ay,)
is inverted with respect to that of the corresponding input
modes (o and o). This condition results in an upper bound
for the delay in the emission process: 0 <7< J,— 9.

After time integration in ¢t and 7, the above expressions
yield the following coincidence probabilities:

p11L12H= FpFrJ dtf dTe_(FP+Fq)t_FrT
0 max(O,épr)

r
= a’}—q{eXp[— I', X max(0,5,,)1}, (7a)

o o
s
pyv= qusJ dtf dre~TptTg-Ter
o Jo
r

= aqr—q{l —exp[-I'; X min(0, 8,,) ]}, (7b)

with 6,/ = 6,—d,,. Analogous expressions apply to the case
ij=21. After summing up the contributions corresponding to
the two cases, the diagonal elements in the two-photon den-
sity matrix take the simple form: pyy= ng+p§}H=Fp/(Fp
+I,) and Pyv= Pyt poy= r,/(I',+T,). Even though the two-
photon concurrence depends on the off-diagonal terms of
ppi» upper limits for C can already be derived from the diag-
onal elements. In fact, being |pyv|> = puupyy it turns out that
C=Cy= ZY})/;/ (1+Y,,), with Y, =TI /T . Such upper
limit, corresponding to the density matrix p,, of a pure state,
has an absolute maximum of 1 for Y ,,=1. The physical in-
terpretation of the above inequality is that, besides the era-
sure of the which-path information, a high degree of en-
tanglement in the two-photon state requires a balanced
branching ratio between the H and V decay paths.

The relevant off-diagonal matrix element of p,, is given
by the time integral of the correlation functions [Eq. (2)]:

Gupy(t',7') = <0';(f)0'i(f + 7)ot + 8,)0,(t+ 7= 5,))
=explA(t,7) +iB(7)], (8)

where t'=t+9, and 7'=7+6,~6,. The real and imaginary
parts of the exponent in the second line are

A, =Ag— (T, +T )t = (T, +T,+T,=T)72, (9)
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B(7) =B - (E4— E, - E3)7, (10)
where  Ay=(T',+I'))8,,/2-T'|(8,,+6,)/2 and By=(E,
—E,)6,,—E,&,,. The integration intervals result from the re-

quirements that, in Eq. (8), all times in the input modes
should be positive (t+7> &,,,t>~6),) and that the biexciton
relaxation takes place before the exciton one (7< J,,+6,,);
otherwise the two-time expectation value on the right-hand
side of Eq. (8) vanishes identically. As a consequence, the
phase coherence between the two linearly polarized compo-

nents of the two-photon state reads

00 Bpx+5q, )
pVH:f dt dret DB, (11)
max(0,8,) Ogt

A finite biexciton binding energy would result in an oscillat-
ing term ¢®(” and, therefore, in a suppression of |py,| for
|Ap|=(,+I',+T,-T)/2. Within the WG strategy, the
analogous condition reads |8yy|=([,+T,)/2. If the reso-
nance condition E,=E,+Ej5 is fulfilled, then B(7)=B,, and
the (constant) phase of Gyyyy(t,7) plays no role. The con-
currence that quantifies the energy-polarization entanglement
of the two-photon state then corresponds to

1/2
Z(Hx FX)
" CDE
+ BTy T 43,02 (12)

C

{Ce—[FsﬁpJ,+(Fp+Fq+Fs)5(1,]/2 +De—(l"3,5px+l"rﬁqr)/2

where C=-(I',+I +T',-T))/2, E=—(,+[,~-T',+I))/2,
and D=I",+T",. We note that C only depends on &,, and J,,,
and not on the four delays 6, independently. This is consis-
tent with the intuition that the degree of entanglement de-
pends on the extent to which the delays make the H1 (H2)

mode indistinguishable from V1 (V2) in the time domain.

B. Parameter optimization

Given the analytic expression of the concurrence,
C(6,5,9,,:T), we first maximize it with respect to the delays,
as a function of the relaxation rates. The optimum values of
the delays are denoted with 5%([‘) and 5%([‘), being I’
=(T',,I',,I',,I'y). The corresponding concurrence is

CM(I") = CL8)(I), 6,,(1);T]. (13)

> Yqr

In a second step, we maximize CM(I') with respect to the
relaxation rate, thus identifying the absolute maximum of C,
namely Cop=C"(I ).

The values of the relative delays that maximize C satisfy
the conditions: dC/36,,=0 and dC/d65,,=0. Their expressions

read
2 EX FX)
Sur) = S 2Fsln( A (14a)
X

> T
P — ln( .
EXFX—ZF, 2r,
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FIG. 2. (Color online) Values of |pgy|=CM(I")/2 as a function of
Y,, and Y, (where Y,,,=T,/T',/). The value of log(Y,,) has been
fixed to (a) —=1.2, (b) 0, and (c) 1.2.

In the general case, one can substitute the above equations
in Eq. (12), thus obtaining C¥(I"). In order to maximize the
concurrence, we look for the values of T', that satisfy the
equations dCM/ dI',=0. No value of I 51multaneously fulfills
these conditions. Therefore we numerically compute C*(T")
for a wide range of relaxation-rate values: Y,

<Y, Y, Y, <Yy The global maximum of the concur-
rence corresponds to I',=I", and I',=T', with the latter rates

much larger than the former ones:

Cop= lim CY(I') =
0

pr

0.736. (15)

In order to gain some further understanding, we plot the
dependence of C on I, and I'; for three different values of I',,
all in units of I‘p (see Fig. 2). On average, C increases with
increasing values of I',/I", [from panels (a)-(c)]. For T,
<T, [panel (a)], the maximum is localized close to the point
Y,,=Y,,=1. The optimum delays in this case [log(Y,,)
:—1 .2] are no longer identical. In particular, they are given

5M 0.80/I,, and 5M =2.2/T,. If the Xy exciton relax-
atlon rate is larger than the blexc1t0n one [see panel (c),
where log(Y,,)=-1.2], the maximum of C is localized close
to the point Y,,=1.2, Y _,=1. The corresponding delays are
reduced to 6M 6M 0061/ [',. The above examples show
that the best Values of the delays strongly depend on the
relaxation rates. As to the dependence of C on I', the above
plots suggest that the two biexciton (exciton) relaxation rates
should coincide (are correlated).

As already mentioned, the exciton and biexciton relax-
ation rates can, to some extent, be engineered in the growth
process.'® A further tuning can be achieved by coupling the
dot with an optical microcavity through the Purcell effect.'®
In the following, we further consider the dependence of the
concurrence optimized with respect to the delays, CY(I'),
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FIG. 3. (Color online) The solid black lines give the values of
the concurrence for optimized delays, C¥, as a function of the ratio
Y, =1,/ and for different constraints. (a) I';=I', and I',.=T",
with (XaX')=(q,P); (b) Fszrq and 1_‘rzl_‘py with (X,X,)=(P,Q); (C)
I',=T, and I';=T",, with (x,x")=(p,r). The dashed lines are the
values of the upper limits for the concurrence C, corresponding to
a complete cancellation of the which-path information. Photon
emission rates that are set equal are denoted by arrows of equal

thickness in the level schemes on the right-hand side of each plot.

after introducing specific relations between the parameters
I',. These will either be realizable by suitable dot-cavity cou-
plings, starting from a situation where I', =T" [cases (i) and
(ii)], or correspond to a region of specific relevance for the
maximization of C [case (iii)].

(i) In the first case, the two decay processes with equal
frequencies share the same value of the emission rates: I',
=I'; and I')=T",. This condition might be fulfilled by cou-
pling the QD with a suitable microcavity. In particular, the
MC should possess a mode doubly degenerate with respect
to polarization and in resonance with two QD transitions
(e.g., p and s) while sufficiently off resonance with the re-
maining two. The Purcell effect would then result in an ef-
fective, frequency-selective enhancement of the emission
rates I',. The optimum values of the delays reduce to 5%
=(1/T)In(T,/T+1) and &l=(1/T)In(l,/T +1). After
substltutlng these express10ns in Eq. ( 12), we obtaln [black
curve, Fig. 3(a)]

1+Y,,/2
Ny . (16)
(1 + qu)2+qu/2+1/(2Yt”,)

CM(F| pca r= 1) =

The extrema of such function are identified by the zeros of
its derivative with respect to Y. The constrained maximum
of the concurrence is "’7(1"|Ym,Yq,— 1), which is
CopT[Y 5, Y ,=1)=1/2, for Y,,=1/2. This value corre-
sponds to half of upper limit for the concurrence, C, in the
case pyy=pyy=1/2 (gray curve).

(ii) In the second case, the relaxation rates depend only on
polarization: I',=TI", and I')=T';. Such situation can be in-
duced by a cavity with a linearly polarized mode, sufficiently
broadened in frequency so as to couple to both the QD tran-
sitions of a given linear polarization (H or V) while remain-
ing uncoupled with the other one. Given these constraints,
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the delays become 5;,{:(1/Fp)ln(1"p/l"q+1) and 52{
=(1/T')In(I';/T,+1). This results in an expression for the
concurrence that coincides with that of above case (i) [Fig.
3(b)]. In fact, from Egs. (12), (14a), and (14b), one can see
that Cg) is invariant under the simultaneous exchange
T, and I' T CM(Fq,Fp,FX,F,)=CM(FP,F[1,F,,FS).
We incidentally note that this is not true in general for arbi-
trary values of the delays, i.e., if (@,Av,éqr)vﬁ(é%,&g). For
Y,,# 1, the upper limit C,<<1 (gray curve); thus, the two-
photon concurrence cannot attain its maximum value even
for a complete cancellation of the which-path information
simply because of the asymmetric branching ratio between
the H and V paths. The difference between C and Cy, instead,
can be ascribed to the distinguishability between the wave
packets relevant to the two polarizations. Therefore neither
the energy [panel (a)] nor the polarization-selective tuning
[panel (b)] of the QD photon-emission rates allow the
achievement of high values of the concurrence, and specifi-
cally cancellation of the which-path information required in
the AG scheme.

(iii) In the third case, the biexciton and the exciton relax-
ation rates are independent on the polarization: I',=I", and
I',=T",. The optimum delays then read %:%:(l/rl,)ln(l
+I,/T,), resulting in (black curve)

C(TIY Y = 1) =2(Y,, + 17 (17)

The above expression is a decreasing function of Y ,; it
tends to Cy=2/e for Y,,—0, i.e., in the limit of biexciton
relaxation much slower than the exciton one. This limiting
value coincides with the global maximum that we find for
the unconstrained case. Therefore, as already reported above
and in Fig. 2, the most favorable region in the parameter
space I' corresponds to the biexciton and exciton relaxation
rates being independent on polarization, with the former ones
much smaller than the latter ones. Unfortunately, the present
case seems to be the least feasible. In fact, within the AG
approach (where w,=w,# w,=w,), the transitions B— Xy,
cannot be resolved from the Xj,y,— G ones, neither spec-
trally nor through polarization. This impedes the optimiza-
tion of the relaxation rates through the Purcell effect induced
by dot-cavity coupling and forces relying on the engineering
of the QD oscillator strengths alone. We finally note that the
case (I',,I',)=(I";,T’;) is the one considered throughout Ref.
14. There, analogous conclusions are drawn with respect to
the dependence of the two-photon entanglement on the ratio
I',/T,. However, we find that the optimized delays differ
from those suggested by Avron and co-workers, apart from
the limiting case I',>T),, where 52’1,=5%—> 1/T,.

IV. CONCLUSIONS

We have theoretically investigated the generation of
energy-polarization entanglement of two photons emitted by
the cascade decay QD within the AG approach. As in the
case of the WG scheme, the two-photon entanglement is lim-
ited by dephasing and imperfect dot initialization. Unlike
that case, the concurrence C is also limited by the opposite
emission order of the w; and w, photons along the H and V
paths (see Fig. 1). A unitary erasure of the which-path infor-
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mation can be performed by time reordering.'* Here, we
have analytically computed C as a function of the parameter
that determines the time reordering (i.e., the delays J,) and
characterizes the two-photon source (i.e., the photon-
emission rates I',). We have maximized C with respect to &,,
as a function of I',, thus optimizing the erasure process for
an arbitrary source. The optimized concurrence C(I') has
then been maximized with respect to the emission rates, thus
providing indications on the desirable source engineering.
We find that both the energy and polarization-selective en-
hancements of the emission rates, which could be induced by
suitably coupling the QD with an optical microcavity (Pur-
cell effect), are of limited usefulness. In fact, the maximum
value C=0.5 corresponds to identical rates (I',=I"). On the
other hand, the absolute maximum of the concurrence, C
=2/e=0.736, corresponds to biexciton and exciton relax-
ation rates independent on polarization, with the former ones
much smaller than the latter ones (I',=I',<I',=TI'). How-
ever, within the AG approach (where w,=w,# w,=®,), the
transitions B— Xy, cannot be resolved from the Xy, — G
ones, neither spectrally nor through polarization. This im-
pedes the accessibility of the above regime through the Pur-
cell effect.
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APPENDIX A: DYNAMICS AND QUANTUM-REGRESSION
THEOREM

Given the initial conditions pyp(0)= |4)(4|, the time evo-
lution of the QD density matrix induced by the Liouvillian
pQD(t):l[pQD7H]+E)(’CXpQDE’CQD(t)pQD(O) is the follow-
ing:

(4|pgpl4) = e Tt

r
<3|pQD|3> = —q_[e_r.rt — e—(Fp+Fq)t]’
I‘s - rp - Fq
<2|pQD|2> = —FL[e_Fr’ — e_(FP"'Fq)f]
1—‘r - Fp - Tq

4

<1|pQD|1>: 1_2<k|pQD|k>~ (A1)
k=2

The Liouvillian L does not couple the diagonal terms of
pgp with the off-diagonal ones. Therefore, for the above ini-
tial conditions, these are identically zero.

In order to compute the two-time expectation values
GY e (@=H,V), we apply the quantum-regression theorem

(see, e.g., Ref. 19). This states that if, for some operator O,
the time dependence of the expectation value is given by
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O@+1)= E a;(1)(0,(1)), (A2)
J

then

(AO(t+ 1B(1)) = E a((A00;(0B().  (A3)
J

In the case of GY_,,, after performing the substitutions re-
ported in Eq. (1), the above operators are 0=0'j(0'X, A=c',,
B=0,, with (x,x")=(r,p) for a=H and (x,x")=(s,q) for
a=V. Besides, 0;=|k(j))(j)| (with k,/=1,2,3,4 denoting
the QD state); their expectation values (O;)=p, correspond
to the elements of the quantum-dot density matrix.

In Eq. (A2), the expectation values (O/(7)) give the initial
conditions of dot state. Therefore, the two-time expectation
value in Eq. (A3) corresponds to the single-time expectation
value of O for initial conditions p, ()=(A()O(1)B(1))
=(m|A(1)|k(j)){I(j)|B(t)|n). This provides an intuitive expla-
nation of why most of the matrix elements of p,, vanish
identically. The element (H1,V2|p,,|H1,V2), for example,
corresponds to the expectation value of U;qq=|4)(4| for a
system initialized in the state pGp=07,pqp(t)a;, % [2)(2[. Such
expectation value is zero at any 7 for LQD(T)|2>(2|: if the dot
state is initialized to the exciton level Xy at time ¢, it will
never be found in the biexciton state at any time 7+ 7.

The procedure is analogous for the calculation of the cor-
relation functions Gyyyy(f, 7). After performing the substitu-
tions reported in Egs. (1), however, this becomes a four-time
expectation value: GZHVVZ<0’;([1)O’I(I2)O'S(t3)0'q(l4)> (where,
e.g., 11<ty<t,<t3). This is computed by applying three
times the quantum-regression theorem, with O=o,

A® =g,

1 T 2
AU:UP’ A()=I, !
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BV=1, B¥=0, BY=I (A4)

(I is the identity operator).

APPENDIX B: TWO-PHOTON DENSITY MATRIX

In the present conditions, where the QD is initialized into
the biexciton state |4) and undergoes a single cascade decay,
the probability of detecting a photon in the &l mode and a
photon in the @2 mode is given by the time integrals of the
second-order correlation functions G2 (¢, 7). The identifi-
cation of such integrals with the diagonal elements of the
two-photon density matrix, (a1, a2|p,,|al,a2), results from
the fact that these have the same physical interpretation.

For the off-diagonal terms the validity of Eq. (2) re-
sults from the two following points. (i) The correlation
functions GZM&(I,T) and the two-photon matrix elements
(y1,82|p,,lal,B2) transform according to the same equa-
tions under the change of polarization basis in the one and
two modes. (ii) The off-diagonal correlation functions, such
as Gijyyy(t,7), can be expressed as linear combinations of
diagonal ones, namely Glfﬁﬁa(t, 7), where « and S vary over
four independent photon polarizations (including H and V).
These are, in fact, the relations that are exploited in polariza-
tion quantum tomography.”’ Therefore,

Gunyy= EB Ag};f Gilzﬁﬁa(t, ndtdr

= EB Al a1, B2lp, il el f2)y = (V1,V2]p,,|H1,H2),

(B1)

where Gypyy=[Gily(t, DdtdT and A"V being the transfor-
mation changing the polarization basis.
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