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Dark states are eigenstates or steady states of a system that are decoupled from the radiation. Their use, along
with associated techniques such as stimulated Raman adiabatic passage, has extended from atomic physics,
where it is an essential cooling mechanism, to more recent versions in the condensed phase where it can
increase the coherence times of qubits. These states are often discussed in the context of unitary evolution
and found with elegant methods exploiting symmetries, or via the Morris-Shore transformation. However, the
link with dissipative systems is not always transparent, and distinctions between classes of coherent population
trapping are not always clear. We present a detailed overview of the arguments to find stationary dark states
in dissipative systems, and examine their dependence on the Hamiltonian parameters, their multiplicity, and
purity. We evidence the class of dark states that depends not only on the detunings of the lasers but also on their
relative intensities and phases. We illustrate the criteria with the more complex physical system of the hyperfine
transitions of ¥’Rb and show how a knowledge of the dark-state manifold can guide the preparation of pure

states.
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I. INTRODUCTION

The concept of dark states is at the heart of various
atomic and optical processes. The most important are coherent
population trapping (CPT) [1,2], electromagnetically induced
transparency (EIT) [3,4], and stimulated Raman adiabatic
passage (STIRAP) [5]. These three processes have been most
studied in the so-called A three-level atomic systems, con-
sisting of two ground states and one excited state. The two
ground-excited transitions can be independently driven by
coherent laser fields. In such A systems, the dark state consists
of a coherent superposition of both ground states, which is not
coupled to the excited state. Hence, the atom in a dark state
can neither absorb nor emit light, hence its name.

In CPT, it is the optical pumping which, through sponta-
neous emission, will populate the dark state. The EIT process
can be seen as the direct manifestation of the dark state since
once the atoms constituting the medium have been completely
pumped to the dark state, the medium becomes transparent.
The CPT and EIT processes are generally considered in a
stationary regime, whereas for the STIRAP process, both laser
fields are pulsed in such a way as to adiabatically transfer the
population from one of the ground states to the other. The
STIRAP process can be seen as an adiabatic following of the
instantaneous dark state of the Hamiltonian [6].

Originating in atomic and molecular physics [7,8], the
preparation of dark states has been exploited for several
purposes. It is extensively used for atomic cooling [9-11]
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by means of the temperature-dependent Doppler shift. Using
counterpropagating laser beams, the necessary detuning con-
dition that both lasers must fulfill for the existence of a dark
state is only fulfilled by atoms with no velocity component in
the propagation direction of the laser beams. Optical pumping
will thus populate the dark state corresponding to these zero-
velocity atoms.

In metrology, CPT can be incorporated in a variant of Ram-
sey interferometry where it provides the notable advantages of
replacing magnetic fields and microwave pumping by optical
pumping [12—-14]. Recently, the preparation of an initial dark
state was used to obtain a lower limit for the electric dipole
moment of the electron [15].

It has been used for testing QED and extended to state
initialization in quantum information [16,17] including qubit
gates, on solid-state systems such as spin systems in nitrogen
vacancies [18], in superconducting circuits [19], and in semi-
conductor heterostructures [20-23]. Using CPT, the coher-
ence lifetimes of qubits have been successfully extended by
orders of magnitude [24,25]. Some recent proposals suggest
its use in plasmonic systems [26]. Multiple-level systems
are also quite common in atomic and solid-state devices
[5,17,24,25,27-29].

There are two viewpoints of dark states depending on
whether dissipation processes are included or not. In a Hamil-
tonian system with unitary evolution, coherent superposition
of the ground states decouples from a radiation field provided
some conditions are met for the field frequencies. In a dissi-
pative system, this superposition becomes the stationary state
regardless of the initial conditions.

In order to find the possible dark states an atomic or
molecular system can support, various approaches have been

©2019 American Physical Society


http://crossmark.crossref.org/dialog/?doi=10.1103/PhysRevA.99.053829&domain=pdf&date_stamp=2019-05-20
https://doi.org/10.1103/PhysRevA.99.053829

DANIEL FINKELSTEIN-SHAPIRO et al.

PHYSICAL REVIEW A 99, 053829 (2019)

FIG. 1. N-level system consisting of a ground-state manifold
coupled radiatively to an excited-state manifold. The excited state
can also relax dissipatively to the ground state.

followed. An analysis based on symmetries and constants
of the motion has permitted the generalization to multilevel
systems, as long as the system preserves some symmetries
notably with respect to the decouplings [30,31]. The Morris-
Shore (MS) transformation separates a set of N, degenerate
ground states and N, degenerate excited states into pairs
of bright states, dark states, and spectator states [32-34],
recently extended to the case of small detunings [35]. The
transformation relies on having a number of ground states
in excess in order to result in dark states. There are other
instances, however, where certain states might decouple from
the radiation that fall outside of these considered cases
(for example, for an equal number of ground and excited
states).

Beyond the symmetry considerations and MS transforma-
tion, it is common to calculate numerically the time evolution
of the density matrix equations using a Lindblad operator
as the generator of the dynamics. As such, dark states can
be confirmed and their departure thereof studied whenever,
for example, ground-state decoherence is present. However,
such a numerical approach can sometimes miss some of the
dark-state conditions at the same time that it fails to provide
a comprehensive framework such as the MS transformation
provides in the case of spectator states. As such a more
direct and more efficient method to find dark states is desired.
Furthermore, given the recent clarifications on the properties
of dissipative steady states [36]—their unicity and purity—a
review of dark states in light of these advances is needed.

In this work, we give an overview for the conditions to
find dark states in dissipative systems whose dynamics is
described by a Lindblad equation [37,38], and systemati-
cally study the multiplicity of dark stationary states, their
purity, and their dependence on laser field detunings and Rabi
frequencies.

II. GENERAL CONSIDERATIONS

A. System and definitions

We consider an N-level system which can be divided into
N, ground states |g;) with energy El.(g) i=1,2,...,N,),
and N, = N — N, excited states |e;) with energy E](.e) (=
1,2,...,N,), that decay to the ground states via spontaneous
emission or coupling to a bath, at rate y;; (see Fig. 1). The

Hamiltonian of the system can be written as

Ne

N,
H(t) =Y EPlg)(gil+ Y E\le;) el

i1 j=1

+2Fij(t)(|gi)(€j| + lej) (giD) (D
ij
where F;;(t) = 2F;j cos(w;;t + ¢;;) tepresent the coherent
laser beams with frequencies w;; coupling the manifold of
ground states to the manifolds of excited states.

We restrict our attention to the case where each transition
gi <> ej is driven by at most one laser, so that the problem can
be reduced to a time-independent one (see Appendix A). We
assume no spectral overlap between the transitions.

We suppose that there exists an interaction picture such
that in the rotating-wave approximation (RWA) the system
evolution is described by a Lindblad equation [37,38] p = Lp,
with a time-independent Lindblad operator L. The operator L
can be written as

L(p) = —ilH, p] + Y _ viiDij(p). )

{ij}
We set i = 1 throughout the paper, and consider that energy
and frequency are equivalent. The Hamiltonian H is now time

independent and can be written in terms of the operators o;; =
lgi)(gil — lej)(e;| (see Appendix A) as

N,

H =

M =z

[Aijof 4+ (Vijlgi(ejl + Hee)), 3)
=1 j=1

where V;; = F;;e'?i are the complex Rabi frequencies and
Ay =EF — Ef — w; )

is the detuning between the atomic transition energy Ej(.e) —

El.(g) and the laser frequency w;;. y;;D;;(p) describes the decay
of excited state |e;) to ground state |g;). According to the
Lindblad equation [37,38],

Dij(p) = —3{oi0ij, p} + 01jpo), (5)
where {A, B} is the anticommutator of A and B and o;; =
|gi)(ejl.

We show in Appendix A that in the RWA this time-
independent formulation is possible if and only if there is at
most one laser coupling associated to each transition g; <> ¢,

as we have mentioned above, but also if, to each such coupled
transition, we can assign two real numbers ¢;, €; such that

€ — €; = Wwjj. (6)

This condition cannot always be met for arbitrary frequencies
and can impose a relation between the laser frequencies.

There are also important cases of interest where control
fields are added within the ground or excited manifolds. These
can be resolved by block-diagonalizing them and redefining
the ground states |g;) or excited states |e;) so that the problem
is brought back to the desired form. Some of these schemes
have been shown to be desirable, for example, in the acceler-
ation of cooling of trapped ions [39—42].
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B. General conditions for the existence of dark states

We say that a stationary state is dark when it involves
only the ground-state manifold (there is no population in
the excited states). In general the steady state has nonzero
density on both the ground-state {|g;)} and excited-state {|e;)}
manifolds, and only fulfills the conditions of dark states for
specific values of the parameters. The problem of tuning to
dark states consists in finding the set of parameters, that is,
the laser intensities and frequencies, for which the steady state
belongs to the ground-state manifold {|g;)}.

It is convenient to rewrite the Lindblad operator as a non-
Hermitian Hamiltonian part L, and a quantum jump operator
J, as it has been written often, for example, in the study of
blinking or quantum trajectory theory [43]:

Lp=Lgp+J(p). Q)

where Lgp = —i(Hp — pH") with H = H —il" with T =
Y vii(oh0i) and J(p) = 3., ¥ij0ij 00}

Our general method to obtain the conditions for dark states
relies on the following theorem.

Theorem 1. The N-level system whose evolution is gov-
erned by the Lindblad operator L given by Eq. (2) has a dark
state pq if and only if Lz pq = 0.

In other words, a dark state is an eigenstate of Ly with
a zero eigenvalue. The proof is given in Appendix B; we
just give the heuristic of the proof here. It is based on two
observations:

(1) In general the eigenvalues of Lz have a real part
which is strictly negative, which is related to the fact that the
eigenvalues of A have a strictly negative imaginary part due
to the total decay rate ) _; y;; of excited states {|e;)}. The only
way to have a zero eigenvalue is such that the corresponding
eigenstate p; has no component on these decaying excited
states {le;)}.

(2) If Lps = 0 then also Lp; = 0 as the jump operator
gives zero, J(ps) = 0, on any state in the subspace spanned
by {lgi)}-

In that way, when Lgzpq = 0, we ensure that the corre-
sponding eigenvector is a steady state of L with no component
in the excited states. Hence, it is a dark state. The reverse is
also true: all dark state p, fulfill Lz p,; = 0.

As dark states belong to the subspace spanned by the
ground states only, it is thus convenient to define the pro-
jection operator on this subspace P = va__gl |gi){gi| and its
orthogonal complement Q =1 — P = Zy;l lej){e;l, where 1
is the identity operator in the Hilbert space H spanned by the
N states. We also define superprojectors P and Q@ =1 — P,
where here 1 means the identity operator on the Liouville
space of linear operators on H. These superprojectors act as
superoperators in the following way: Pp = PpP and Qp =
PpQ+ QpP + QpQ.

By inserting the identity P + Q = 1 between Lz and p in
the equation Lgp = 0, and projecting the resulting equation
with the two superprojectors, we obtain the following two
equations:

PL3Pp+PL3Qp =0,
QL Pp + QL Qp =0. (®)

As dark states belong entirely to the ground-state manifold,
we can enforce the condition Pp = p and thus Qp = 0. In
Appendix C we show that using these conditions, Egs. (8)
become

[PHP, p] =0, )
QHPp = 0. (10)

From the first equation, Eq. (9), we infer that there exists
a common orthonormal basis of PH in which the matrix
representation of p and PH P is diagonal. But PH P is diagonal
in the {|g;)} basis,
NA’
PHP =" &lg)gil. (1)
i=1

where we have defined [see Eqs. (3) and Eq. (4)]
&= A (12)
J

Therefore, if the PHP spectrum is nondegenerate then the
only solutions to Eq. (9) are matrices p which are also
diagonal in this basis. But this is a trivial solution and in
this case Eq. (10) implies that V;; = 0. Hence, nontrivial
solutions can arise if and only if PHP has a degenerate
spectrum. This degeneracy condition translates to a constraint
on the laser frequencies. For instance, the requirement that
two PH P eigenvalues are equal, & = &, consists in a relation
between the detunings Zj (A;; — Arj) =0 [by Eq. (12)],
which translates into a relation between laser frequencies [see
Eq. 4)].

Let us denote Py, the orthogonal projectors on the eigen-
subspace of dimension d;, associated to the d; — 1 times
degenerate eigenvalue &. We have ZS P, =P, PPy = 6, P,
and ) d; = N,. Then PHP can be written as

PHP = Z EP,, (13)

and the dark states p must have a block-diagonal form:

p = Z PspPS: Z PsPs (14)

{s:ds>1} {s;d;>1}

where p, = P;pP;/Tr[P;pP;] is a d; x d; normalized density
matrix, and p; = Tr[PspPs].

The second constraint given by Eq. (10) can now be written
as

Vs; dy>1 QHPp, =0. 15)

We deduce that p, can in principle be any positive, Hermitian,
with trace-one linear operator defined on ker[QH P;], the
kernel of QHP; C P/H.

To conclude this section, we summarize: To have a dark
state, PH P must have a degenerate spectrum; this puts a con-
straint on the laser frequencies. The dark state is a statistical
superposition of states p,, defined on ker[QH P;], where P
are the orthogonal projectors on the eigensubspaces of PHP,
corresponding to degenerate eigenvalues of PH P. Depending
on the dimension of ker[QH P;] this last condition may or may
not impose a condition on the Rabi frequencies V;;; this is the
subject of the next section.
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Notice that including dissipation or dephasing within the
ground-state manifold destroys the interference of the transi-
tion amplitudes to the excited states, and it leads the system
to a bright state where it partially populates the excited states.
These scenarios have been considered in previous work where
the fluorescence intensity has been proposed as a measure of
the ground-state decoherence rate [44].

C. Dimension, unicity, and purity

In addition to the constraint on laser frequencies,
the condition that p; must be defined on ker[QH P;]
can be satisfied if and only if the ker[QHPF] is not
empty, dim[ker[QHPF]] > 1. By the rank-nullity theorem,
dim[ker[QH P;]] + rank[QH P,] = rank[P;] = d,. Hence, a
dark state can exist if and only if for at least one of the
eigensubspace P of dimension dj,

rank[QHP] < d; — 1. (16)

As rank[QH P;] < rank[Q] = N,, then two different cases are
in order:

Case 1. N, < dy — 1. In this case, Eq. (16) is always ful-
filled, regardless of the values taken by the Rabi frequencies
Vij. The constraint on the laser frequencies w;;, giving the
degeneracy of PHP and determining the dimension d; of the
eigensubspace is necessary and sufficient for the existence of
a dark state. We have supposed that the constraint imposed by
the RWA [Eq. (6)] has already been fulfilled. The A, the M
systems, and the so-called fan [34] or multipod systems [28]
belong to this case. They are discussed in more detail in the
next section.

Case 2. N, > d,. In this case, rank[QHP] < N, — 1 <
N, = rank[Q]. Lowering the rank of QHP, to a lower value
than rank[Q] cannot be obtained for all values of the Rabi
frequencies. In other words, the V;; must satisfy some relations
such that the kernel QHP; be nonempty. Therefore, in this
case, the existence of a dark state requires that, in addition
to the laser frequencies w;;, the Rabi frequencies V;; must
fulfill some constraints. The specific case N, = N, = 2 which
belongs to this case is discussed in more detail in the next
section.

In general, we see that when dim[ker[QH P;]] > 1, or when
there is more than one eigenvalue of PHP which is degen-
erate, then multiple dark states may exist. More specifically,
the stationary dark state can be represented by any density
operator p defined on @{x; d=1) ker[QH P;] [see Egs. (14) and
(15)]. That is, if Ny = dim[ker[QH P;]], then a stationary dark
state can be represented by any block-diagonal M x M den-
sity matrix, where M = Z{S; A1) N, where the sum runs over
all degenerate eigensubspaces P;H of H, and each block is an
N, x N positive, Hermitian matrix. Therefore, the stationary
dark state which is reached asymptotically in time will depend
on the initial state. The dark state will be unique if and only
if there is only one eigenvalue & which is degenerate, and
dim[ker[QH P,]] = 1. We note that in this case the dark state
is a pure state. We conclude that, for dark states, unicity
implies purity. Hence, if there is a mixed dark state then it
is not unique. Indeed, suppose that the dark state is a mixed
state p = pi[Y¥1)(Y1| + p2[¥2) (2|, where p; and p, are the
eigenvalues of p and [y), |{»), are the two corresponding

orthonormal eigenvectors. Because p is a dark state, its two
eigenstates must belong to ker[PHP]. But then any linear
combination or any statistical superposition of two states will
fulfill the dark-state condition in Eq. (10). Then, there is not a
unique dark state.

A simple way to achieve a unique dark state is to tune the
frequencies such that the dimension of the unique degenerate
subspace d; fulfills the equality N, = d; — 1. As we are in
case 1 (N, < dy — 1), there is a dark state regardless of the
values of the V;;, but in addition, dim[ker[QHP]] = d, —
rank[PHQ] = d; — N, = 1. In this case, rank[PHQ] = N, =
d, — 1 because we suppose that each considered excited state
le;) is coupled to at least one ground state |g;) by a Rabi
frequency V;;.

This is why such M systems [34] have attracted attention
as a generalization of the very well-known A systems where
dy = N, =2 and N, = 1. Specific examples illustrating these
general considerations are given in the next section.

III. EXAMPLES

In this section we illustrate the preceding discussion with
four examples that show the different cases from Sec. II C:
a case with a unique stationary dark state, a case with a dark
stationary subspace, and a case that is overspecified and whose
dark state depends on the Rabi frequencies. The fourth exam-
ple is the more complex system of the 11 hyperfine levels of
87Rb. For each case, we review the necessary condition to have
a degenerate subspace and a nonzero kernel for QHP, and
the resulting dark-state subspaces. We numerically calculate
the time evolution of the density matrix by evolving a single
initially populated ground level with the Lindbladian of the
system p(t) = e p(0).

A. Example 1: Unique stationary state for zigzag systems
(Ng =N, +1)

We refer to zigzag or M systems as those where the
connectivity given by the laser fields follows the pattern
ground-(excited-ground),, [Fig. 2(a)]. We consider in partic-
ular the M system with N, = 3 and N, = 2 which has been
discussed elsewhere [29]. It is a system where N, = N, + 1
so that dim[kerf[QHP]] = 1 and dim[ker[L]] = 1, provided
that all detunings are equal. Figure 2(a) shows the evolution
of the populations with initial conditions p(t = 0) = |e;)(e;]
in the site basis {|g;);7 =1, 2,3}, {le;); j = 1, 2} and in the
eigenstate of the H basis {|¢,);n=1,...,5}. As expected,
the system evolves towards a pure dark state, which here is
|ps).

Variations on the zigzag systems can be obtained by in-
troducing additional coupling between ground and excited
states. These modify the configuration of the stationary state
over the ground-state sites but do not change its existence,
uniqueness, or purity. Because these additional couplings cre-
ate connectivity loops, the frequency of these additional laser
fields cannot be independently chosen if we want to satisfy the
RWA [Fig. 2(b) and Appendix A]. In the particular case we
are considering [see Fig. 2(b)], the additional Rabi frequency
V31 must correspond to a laser frequency ws; fulfilling w3, =
@)1 + w3y — wy. The maximum number of couplings is NN,
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FIG. 2. Populations of the M system as a function of time in the
(a) diagram of the M system connectivity and probability amplitudes
of the pure, dark, stationary state (red is positive probability ampli-
tude, blue is negative). The dynamics of the system is plotted in the
site basis and in the eigenstate basis. The system evolves towards a
pure state occupying only the ground states. Parameters are V,; =
0.56, V» = 0.23, V3 = 0.45, y11 = 0.04, y12 = 0.01, y15 = 0.09,
va1 = 0.14, y» = 0.02, and y; = 0.04. (b) Same as in (a) in the
presence of the coupling V3; = 0.57. In both cases the dark state is
¢s (all values in units of Viy).

one for each couple (g;, ;). Other control fields that fall
beyond the scope of this article are worth mentioning. For
example, Cerrillo et al. [39—42] proposed the addition of a
control field between the ground states of a A system as a
means for accelerating the cooling rate. While the ground
state can be prediagonalized and the magnitude of the ground-
excited couplings redefined (thus leading to the starting point
of this article), this has as a consequence to mix the restriction
on detunings with restrictions on Rabi frequencies, resulting
in dark states that depend on the intensity of the laser field as
well. This point is retaken in example 3, where other examples
of intensity-dependent dark states are illustrated.

B. Example 2: Dark stationary subspace for fan systems
(Ng = 27 N, = 1)

Fan or multipod systems consist of N, ground states and
a single excited state (the A configuration is also an instance
of a fan system although it has a unique stationary state). In
general the stationary states of fan systems can be arranged in
a number of degenerate subspaces, generated by pure states
|pn) = Zf;l cnilgi) where from Eq. (10), the coefficients c,;
must fulfill

dy
> View =0, (17)
i=1

where V;; are the Rabi frequencies of the laser coupling
ground state |g;) and the unique excited state |e;). Fan systems
have stationary states of high multiplicity: for each subspace
of dimension d, the kernel of the Liouvillian will have a

dimension (d; — 1)? as well as (d; — 1)* conserved quantities
(obtained as the left eigenvalues of the Liouvillian [36,45]).

We specifically consider the case N, = 4. We begin with
all four ground states forming a degenerate manifold and
detune them one by one to assess its effect on the steady
state—whether it remains dark, pure, and how its multiplicity
changes. We choose equal couplings to the excited state
for ease of visualization, and unequal relaxations back to
the ground state (Vi1 = Vo1 = V31 = V4 =1, and y;; = 0.1,
Y12 = 0.2, Y13 = 03, Y14 = 04)

a. Fully degenerate (d, = 4). The fully degenerate fourfold
ground-state case has dim[ker[QH P]] = 3 and dim[ker[L]] =
9 [Fig. 3(a)]. A system initially in the excited state will
evolve towards a mixed 3 x 3 density matrix (Tr(p?) = 0.38)
determined by the conserved quantities that depend on the
relaxation rates. Thus, although the condition to have the
dark states depends exclusively on the Rabi frequencies and
frequency detunings, the steady-state density matrix also de-
pends on the relaxation rates and on the initial state.

b. One detuned ground state (dy = 3). The system qual-
itatively similar to case (a) has dim[ker[QHP]] =2 and
dim[ker[L]] =4 [Fig. 3(b)]. The evolution converges to-
wards a 2 x 2 density matrix corresponding to a mixed state
(Tr(p?) = 0.51).

c. Pairwise degenerate states ((d, = 2) and d, = 2). De-
tuning a second ground state to the same value as the one
of case (b) results in pairwise degenerate levels [Fig. 3(c)].
We must separately consider the degenerate subspaces, so
we have dim[ker[QH P;]] = 1 and dim[ker[QHP;]] = 1, and
dim(ker(L)) = 12 + 12 = 2. The evolution converges to the
mixture of two pure states pi|¢;)(¢1| + p2lp2){(¢2], where
each |¢,) (n = 1, 2) is the stationary state of a A system. The
weights p, (n = 1, 2) depend on the dissipation rates. These
are larger for the second manifold (|g3), |g4)) than for the first
one (]g1), |g2)) and so the second manifold is more heavily
populated.

d. Minimum degenerate manifold (d, = 2). The final detun-
ing scheme keeps only a degenerate pair of levels [Fig. 3(d)].
Then, dim(ker(QHP;)) =1 and dim(ker(L)) = 1. Because
the dark state is unique, it is also pure (as shown in Sec. 11 C).
By properly choosing the detunings an experimentalist can
localize in energy or space (if each energy level is spatially
separated) via pumping.

We also note that because the excited states relax to the
ground state, any dark state will accumulate all population and
become the steady state of the system. This is why in case (d)
the detuning of the other ground states does not render the
state bright.

C. Example 3: A Rabi frequency conditioned dark state:
Pairs of two-level systems (N, < N,)

We consider a system with two levels in the excited state
and two levels in the ground state (Fig. 4). As d; = 2, we have
dim[ker[QHP]] = 2 — rank[QH P]. The generic case corre-
sponds to rank[QH P] = rank[Q] = 2 and in this case the ker-
nel is empty—no dark state can exist in general, in contrast to
the previous two examples. We see that a dark state may exist
but not for all values of the Rabi frequencies V;;. Furthermore,
the existence of a loop in the connectivity constrains the laser
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FIG. 3. Tripod system with four ground-state levels in different detuning configurations. Below the systems are shown the wave functions
that span the dark-state subspace (blue means negative coefficient, red positive coefficient, and the size of the circle is proportional to the
coefficient). On the left side are shown the evolution of the populations for an initially excited state. The purity of the steady state is evaluated
by calculating Tr(pgs). Parameters of the simulations are V,; = V3; = V4 =1, and y;; = 0.1, 12 = 0.2, y13 = 0.3, y14 = 0.4 (all values in

units of Vj).

frequencies to fulfill the relation wy; = w;; + wx» — wiz, such
that the RWA results in a time independent Hamiltonian (see
Appendix A).

The Hamiltonian is (after a convenient referencing of the
zero point energy)

0 & Vu Vn
Vii Vo & 0
VeV 0 &y

H = (18)

The degeneracy condition implied by Eq. (9) requires that
&, = 0. The constraint given by Eq. (15) results in a relation
between Rabi frequencies:

ViiVar = Vi V. (19)

Figures 5(a) and 5(b) show the dynamics for a A system
and an N, = 2, N, = 2 system, respectively, to compare the
effect of an additional excited state tuned to the dark-state
condition. Although the dynamical evolution differs slightly,
the stationary state is identical. Increasing one of the Rabi fre-
quencies gets the system out of the dark-state condition onto
a mixed stationary state where all four states are occupied, as
shown in Fig. 5(c).

We can understand the setup and restrictions on the Rabi
frequencies by viewing the system as a pair of A geometries
on the same ground states. Because only one excited level is
enough to fully specify the dark-state condition (in general
to fully specify a unique dark state in an N, degenerate state
one needs at least Ny — 1 excited states), the second A system
must be adapted to the ground-state population specified by

053829-6



CLASSIFICATION OF DARK STATES IN MULTILEVEL ...

PHYSICAL REVIEW A 99, 053829 (2019)
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0.000

V11

FIG. 4. Excited-state population as a function of detuning and
field intensities for a pair of two-level systems. Parameters of the
simulations are Vi, =2, Vi =1, and y;; = 0.2, 12 =0.5, 5 =
0.44, y», = 0.7 (all values in units of Va,).

the first A system. This involves not only the intensities but
also the phases of the fields. It is important to remark that it
is not the photons of the field but the transition amplitudes
which interfere destructively (or not), and which depend on
the phase of the wave function in the ground state. The first
pair of fields (acting on the same excited state) determines
all the coefficients of the ground state. For the transition

(a) e e Site basis Eigenstate basis
1 2 1.0 1 1.0 E
""" - 808 ! 0.8 bl
S e AT | e
+ 0. q 6 1
f_U 0.4 x*x O | 04 * % (3
. 8_ cre & ' eee (a
; o 0.2 1 02 1
—L 0.0 0.0
gl 92 0 2 4 6 8 10 0 2 4 6 8 10
Site basis Eigenstate basis

0 2 4 6 8 10 0 2 4 6 8 10
Site basis

Eigenstate basis

1.0+
0.8}
0.6 g
0.4¢ &
o.z>< |
0.0+ R
0 2 4 6 8 10
time

FIG. 5. Excited-state population for a pair of two-level systems
in the case of (a) only coupling to one excited state (Vo; = 1),
(b) coupling to both excited states in the dark-state condition (V,; =
1, Vi, =1, and V,; = 1), and (c) coupling to both excited states not
fulfilling the dark-state condition (V»; =1, Vi =1, and Vx = 2).
The relaxation rates are y;; = 0.2, 1, = 0.5, 51 = 0.44, y5, = 0.7
(all values in units of V;;) and all detunings have been set equal.

dipole amplitudes of the second pair of pulses to interfere
destructively, these must have both the correct intensity and
phase. Not doing so imposes a second set of conditions on the
phase and amplitude of the wave-function coefficients which
does not result in the destructive interference of the transition
amplitudes induced by the first pair of fields.

The map of excited-state population vs Rabi frequency and
detuning (see Fig. 4) reveals a dark state in frequency detuning
as well as in Rabi frequency. The asymmetry in the map
between positive and negative values of the Rabi frequency
illustrates the phase sensitivity of the dark state.

Given a complex coupling V;; = F;;e'/, the requirement
(19) separates into a constraint on the magnitudes of the fields
|F11]|1F22| = |F12||F>1| and on the relative phases ¢ + ¢ =
@12 + ¢21. Such a dependence of the dark state on the Rabi
frequencies could result in new metrology tools. Such phase-
sensitive dark states were initially investigated theoretically
in a double-A system [46] and experimentally [47]. They are
currently one of the newest research avenues [48] due to their
possibility of shifting the laser phase without a cavity [49].

D. Hyperfine splittings of ¥ Rb atoms

The characteristics of dark states outlined here allow a
shortcut to establish their presence in more complex systems.
As an example we take the study of CPT in multi-Zeeman-
sublevel ¥Rb atoms, as considered by Ling et al. [50]. In
their publication, Ling et al. investigated the possibility of ob-
taining CPT using only two copropagating linearly polarized
lasers addressing the two transitions that connect the higher
energy level Pyj>, F' =1 to the two lower levels S, F =2
and Sy2, F' = 1, respectively. The main point is that each of
these three levels has a hyperfine sublevel structure. Indeed,
the Sy, F =2 is composed by five degenerated sublevels
(mp = —2, —1, .. .,2), andbothPl/z,F/ =1 andSl/z,F =1
are composed by three degenerated sublevels each (mp =
—1,0, 1). Taking the quantization axis as the propagation
direction results in o, o~ transitions with equal strength, as
both lasers are linearly polarized [50]. The energy levels as
well as all possible transitions (c*, o, and s) are shown in
Fig. 6 (boxed scheme).

We expand the scope of possible transitions beyond those
considered by Ling et al. by introducing additional lasers
that can induce Amp = 0 and Amp = =1 transitions. The
selected schemes are shown in Fig. 6. We apply to these cases
the criteria developed in this article to obtain the number,
dimension, and purity of dark states without the need for
expensive numerical simulations.

As a first step we identify the number of degenerate
subspaces that can independently sustain dark states [see
Eq. (13)]. These degenerate subspaces can occur on account of
different detunings (see, e.g., Fig. 3), or because the connec-
tivity results in two decoupled (ground-excited) systems such
asin schemes 1, 3, 6, and 7 of Fig. 6. For simplicity we assume
in our analysis that all detunings are equal. The next step is to
calculate the kernel of QHP; [see Eq. (15)]. The dimension
of the resulting dark-state manifold is dim[ker(QH Fy)] =
d, — dim[rank(QH P;)]. For the connectivities considered, if
N; > N, + 1, there will always be a dark state for any field
intensity, provided that the detuning condition is met (we
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0", o’ transitions

s, 0%, o transitions

10

FIG. 6. Possible connectivities for the hyperfine levels of *’Rb
atoms. In the case of multiple manifold of dark states these are
labeled by different colors (blue (solid) corresponds to d; and red
(dashed) corresponds to d, of Table I). The case investigated in
Ref. [50] corresponds to case 3.

note that N, and N, are only defined with respect to coupled
states so that, for instance, N, =5 in scheme 1 of Fig. 6
and the sublevels of the F = 1 manifold do not contribute
to N,). These are the cases of all schemes except scheme
5. In this case, we need that dim[rank(QHP;)] < N,, which
can be obtained in the case by adjusting the intensities. The
conditions are —Vj1V23V3, = V|2V, Va3, where we have used
the nomenclature of this paper where the first index labels a
ground state and the second an excited state. In the specific

case of the hyperfine transitions of 3’Rb this transforms into
—VVg+ Voo = V5+Vy-V;, which has no solution given that
different Amp = +1 transitions cannot be independently con-
trolled (this might be different for other physical systems of
three ground-excited pairs). We gather in Table I our results.
The existence of a dark state, its dimension, and its purity are
indicated, as well as the levels spanned by the state. From this
table more involved calculations such as have been carried out
for A systems can more seamlessly be extended [51-54].

Having such a summary can be of further use since one
can imagine preparing a pure dark state in the red (dashed)
subsystem of scheme 1 (population in levels F =2, mp =
—1, 41) by first preparing the dark state of scheme 2 (F =1,
mr = —1,+1), and adiabatically turning on the F' =1 to
F =2 transition to transfer populations adiabatically to the
F =1, M = —1, +1 levels, and turning off the laser for the
F = 1to F’ = 1 transition to result in a pure state of scheme 1
(F =2, M = —1, +1), without any population in the F = 2,
M = —2,0,+2 dark state. Such a state is not obvious to
prepare, but becomes more transparent from our analysis.
We remark that for several of these cases nonidealities play
different roles. Collisional relaxation among the ground-state
manifold induces a small population in the excited states.
We also remark that in the cases where certain states are
uncoupled by light but coupled by dissipative pathways (cases
1 and 4-7), some of the population might be lost to them (i.e.,
sink states).

IV. CONCLUSIONS

We have presented an overview of dark-state conditions
on dissipative systems classified as a function of the number
of ground and excited states. The condition can be reduced
to a condition on the Hamiltonian part of the evolution.
The number of excited and ground states naturally separates
the systems into a case where CPT depends only on the
detunings, and one where CPT appears only when conditions
on the detunings, the Rabi frequencies, and their phases are
met. When the kernel has multiplicities higher than one, the
stationary states are mixed and the term “coherent population
trapping” becomes less apt. Conserved quantities determine
the final state and these depend on the dissipative rates of the
system.
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APPENDIX A: ROTATING WAVE APPROXIMATION

We use throughout the article the RWA to turn the time-
dependent Hamiltonian into a time-independent Hamiltonian.
For N-level systems with arbitrary connectivity this may
impose important constraints on the wavelengths or detunings
that can be used.

Let us start from the original time-dependent Schrédinger
equation for the unitary evolution operator generated by the
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time-dependent Hamiltonian H (¢), iU@)=H@)U (t), where

i o o oo H (t) can be written as
© N N
> N N e
£ls ¢ e g H(t) =Y Eli)il+ > i)l + 1)) (AD
& i=1 i>j=1
é and F;;(t) = 2F;j cos(w;jt + ¢;;), where the Fj;, w;; and ¢;;
g — o o — are time-independent constants.
A We look for a diagonal operator Hy = Zf\]:l €;|i){i], such
—_ that after applying the unitary operator Uy = e’  the origi-
+ nal time-dependent Schrédinger equation becomes time inde-
n _ pendent within a good approximation.
I + Specifically, let us write U(r) = Up(#)U;(z); then Uj(r)
= n fulfills the Schrodinger iU; = H;(t)U;(t), where H; =
B n [ SV (Ei — e)|i)(i] + V(t) and V (1) is given by
Sl e 3 v
R |~ — — TPV
o|lF T [ V)= Y Fo) i (jl +He),  (A2)
AnEE gt i>j=1
| | S| J
L. I where H.c. means the Hermitian conjugate of the preceding
= s == term.
(ﬁ] ‘ﬂ' (ﬂ' (I\I] Using the e_xplicit expression of Fj;(t) as F;(t) =
Y e f (Vije'i' + Vie~®u"), where V;; = F;je'%i, we obtain
SO AN OO n AN N
V)= 3 (Ve oy (jl + Hee.)
i>j=1
S 8 coc B8 $ oo oo )
> > =5 = 5 & o g < + (‘/ijel(Ei_ej+wij)t|i)(j| +HC) (A3)

The RWA consists in choosing a set of energies €; such that

€ — Ej = wjj (A4)

Dimension Purity Cycles

and such that the terms oscillating at the frequencies ¢; — €; +

TABLE I. Characteristics of the dark states corresponding to the systems illustrated in Fig. 6. The first three columns indicate the polarization of the laser inducingthe F =2 < F’' =1

transition and the next three columns are for the laser polarization coupling the states corresponding to the F = 1 <> F’ = 1 transition. In some case two manifolds of dark states can take
place: columns d; and d,. In each d; and d, column, the atomic states involved, the dimension, the purity, and the number of cycles of the dark states are indicated. Scheme 5 is marked as

a dark state, although the conditions imposed on the intensities cannot be fulfilled with the radiative transitions’ degrees of freedom considered here (see text for details).

T w;j = 2w;j, corresponding to the third line of Eq. (A3), can be
o O O
I safely neglected.
o Within  this  approximation, U;(z) fulfills a time-
T I independent Schrodinger equation, U; ~ H;U;(t), where
l“ § E f H; is time independent and given by
3 o N N
s  Za LESSS Hy =Y (B —eli)il + Y (i)l +He).  (AS)
= ] + : ++ + i=1 i>j=1
7 B L g
<5 &+ e+ 4+ It is convenient to introduce the operators o7, = |i)(i| — |/} (/|
T _ferigcecse and take advantage of the condition Eq. (A4), in order to
St Il S+ | || rewrite H; as
AN~ —~aada
I e R O A A A N
T T T I T H = Aijol 4+ (Vijli)(j| + Hee)]., (A6)
SSSSSSSSSS ,;J e ]
a—~addad—~addaaaa
L | 1 I where we have defined the detunings A;; = E; — E; — w;; and
e R R R T where we have ignored a term proportional to the identity
' ST T S o T SR which corresponds to an arbitrary energy origin.
4 o s e o . The unitary tra.nsform Uy does not affect the dissipa-
SR tive part of the Lindblad operator [Eq. (2)]. Indeed, p; =
‘ UJon fulfills the Lindblad equation p; = —i[H;, p;] +
o | * X alialialle > i YiiDij(p) as U/ Dij(p)Uy = Dj;(p) [see Eq. (5)]. There-
ol o= = R fore, within the RWA, the Lindblad operator is time
» v v independent.
o We note that this is possible only if we can find a solution
— NN <t VO~ N~

of Eq. (A4), giving the N unknowns ¢;, as a function of the
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laser frequencies w;;. We infer that in general the number
of equation must be less than N. But this constraint is not
sufficient. Even when the number of equations is less than
N, additional constraints on the laser frequencies w;; may be
imposed to obtain a solution of Eq. (A4). This is always the
case when there is a closed cycle in the set of couple (i, j). For
example, consider an N-level system with N > 3, where the
transitions (7, j) = (1, 2), (2,3), and (1,3) are driven by three
different laser fields. Then, summing Eq. (A4), over i and j,
with i > j, gives wjp + w3 + w13 = 0.

APPENDIX B: PROOF OF THEOREM 1

Proof. If det[Lz] =0, then Lg has a right eigenvector
paq which fulfills Hpy; — psH = 0. p, is a steady state of
the dynamics generated by L;. We separate explicitly the
Hermitian and non-Hermitian parts of A and this condition
becomes

[H, pa] — T, pa} =0, (BI)

where T is given by I' = Z{ij} yij(ai;aij) with o;; = |g:) (e}
or

N,
L= "Tjle)ejl (B2)
J=1

with I'; = Zf‘il vij > 0 1is the total decay rate of the excited
state |j). Hence, I' is a completely positive diagonal matrix
and the ground-state manifold {|g;)} is a subspace of its kernel,
Clg)=0;Vi=1,2,...,M.

Taking the trace of Eq. (B1) gives us Tr[I"p,] = 0, as the
trace of the commutator gives zeros. Using Eq. (B2), this last
condition can be written as

N,
> Titejlpale;) =0. (B3)
j=1

But each term of this sum is positive; therefore, each term
must be zero, thus (e;|p4le;) =0;Vj=1,2,..., N,. We con-
clude that p,; has no population in the excited-state manifold;
therefore, it cannot have coherence involving excited states,
(ejlpalej) = {ejlpalgi) = 0. We conclude that py lies in the
ground-state manifold {|g;)}.

Now we consider the original Lindblad operator L which
includes the quantum jump operator ) _, ; VijOij ,odal.;, written
explicitly as

J(pa) =) |gi){ejlpale;)(gil =0, (B4)
ij
where we have used (ej|pqle;) = 0. Therefore, Lo = 0.

Finally p, is a steady state of L with no component in the
excited-state manifold, hence it is a dark state. |

We have thus proved that if Lg p = 0 then p is a dark state.
The converse is obviously true.

APPENDIX C: FROM SUPERPROJECTOR
TO PROJECTOR

Starting from the equations
PL;Pp + PL5OQp =0,
QL;Pp+ QL5 Qp =0, (&)

we would like to prove their equivalence with the following
equations:

[PHP, p] =0, (C2)
QHPp = 0. (C3)

We first enforce p = Pp and Qp = 0. Then
PLiPp=0, QL;3Pp=0. (C4)

It is convenient to introduce the column form p, of p,
which converts an 7 x n matrix p to an n*> column vector py. In
this transformation, the operation ApB' is mapped to B ® Aps;,
where B denotes the conjugate of B [55].

The effect of this mapping on the superprojector is as
follows:

Po — P® Pp;,
Q> PR®O+O0®P+0® Q). (C5)
The superoperator Ly is mapped as
Lzp — —il®H —H' ®1)ps, (C6)

where H' is the transpose of H. Using Egs. (C5) and (C6), we
can map Egs. (C4) as

(P® PHP — PHP ® P)p, = 0, (C7)
(P® QHP — QH'P ® P)p, = 0, (C8)

where we have used that PHP = PH'P = PHP and QHP =
QHP. By reversing the mapping, the first equation [Eq. (C7)]
gives

[PHP, PpP] =0, (C9)

which is Eq. (9) of the main text.

For the second equation [Eq. (C8)], we use that the dark
state fulfills p = PpP. Therefore, the second term QH'P ®
Pp; = 0. Indeed, by reversing the mapping, it can be written
as PpPQHTP = 0. Hence, Eq. (C8) is equivalent to P ®
QHPp; = 0, which, by reversing the mapping, gives

QHPPpP =0, (C10)

which is Eq. (10) of the main text.
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