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In this thesis, we considered quantum systems coupled to several baths. We sup-
posed that the system state is governed by the quantum master equation (QME). We
investigated the quantum pump and the excess entropy production. When the set

of control parameters = f "g, is modulated between timest = 0and t = , the
average change of a time-independent observable O of the baths is given by
Z Z
hoi= dti§( )+ d"A9()+h oi™:
0 C

Here, the summation symbol for n is omitted, ¢ is at time t, C is the trajec-
tory in the control parameter space, i( t) is the instantaneous steady current of O
and A9 ( ) is called the Berry-Sinitsyn-Nemenman (BSN) vector. h 0i(" is a non-
adiabatic term and order of 1= where ! is the modulation frequency of the control
parameters and is the coupling strength between the system and the baths. If I=
is sufficiently small, this pumping is called the quantum adiabatic pump. Similarly,
the average entropy production under quasistatic (1= ¥ 0) modulation is given
by
Z Z
= dtj (o+ d"A():
0 C
Here, j ( ) is the instantaneous steady entropy production rate and A, ( ) is called
the BSN vector for entropy production. The second term of the right hand side (RHS)
of the above equation is called the excess entropy production, .

First, we investigated the quantum pump using the full counting statistics with
guantum master equation (FCS-QME) approach. We studied the non-adiabatic ef-
fect and the sh%\;ved that the ggneral solution of the QME (t) is decomposed as

M= o 0+ L, M@+ 1, ~(t). Here, o ) is the instantaneous steady
state of the QME, (™ (t) and ~((t) are calculable and order (1= )". ~(M(t) expo-
nentially damps (like e Y) as a function of time. We showed that the generalized
mater equation (GME) approach provides p(t) = p(ss)(t) + p(t) in the Born approxi-
mation. Here, p corresponds to the set of the diagonal components of iﬁ,the matrix
representation by the energy eigenstates, pss)(t) correspondsto o( )+ ,}zl M (1)
and the term p(t) originates from non-Markovian effects. We showed that the FCS-
QME method provides (n + 1)-th order pump current from (™(t). We showed that
the quantum pump dose not occur in all orders of the pumping frequency when the
system control parameters and the thermodynamic parameters (the temperatures
and the chemical potentials of the baths) are fixed under the zero-bias condition.

Next, we studied the quantum adiabatic pump of the quantum dot (QD) system
weakly coupled to two leads (L and R) using the FCS-QME. We confirmed the con-
sistency between the FCS-QME approach and the GME approach for a QD of one
guantum level with finite Coulomb interaction. We showed that the pumped charge
and spin coming from the instantaneous steady current are not negligible when the
thermodynamic parameters are not fixed to zero bias. To observe the spin effects,
we considered collinear magnetic fields, which affect the spins through the Zeeman
effect, with different amplitudes applying to the QDs (Bs) and the leads (B and
Br). We focused on the dynamic parameters (Bs, B| -r and the coupling strength
between QDs and leads, [-gr) as control parameters. In one level QD with the
Coulomb interaction U, we studied (B_; Bs) pump and ( ; Bs) pump for the non-
interacting limit (U = 0) and the strong interaction limit (U = 1) at zero-bias. The
difference depending on U appeared through ny (sBs) which is the average number
of the electrons with spin s in the QD. For (B ; Bs) pump, the energy dependences



of the line-width functions are essential. Moreover, we studied the ( _; Bs) pump
for finite U at zero-bias. The effect of U appeared through ny(sBs). When half-
filling condition satisfies, the charge pump does not occur.

We studied quantum diabatic pump for spinless one level QD coupled to two
leads. We calculated (™M (t)g>_,, F~M(t)g>_, and particle current up to 6th order
and pumped particle numbers.

In the latter part of the thesis, we investigated the excess entropy production. In
weakly nonequilibrium regime, we analyzed the BSN vector for the entropy produc-
tion and showed

@ o( )
@ n
Here, Trg denotes the trace of the system, and " is a measure of degree of nonequi-

librium. ((3 1)( ) is the instantaneous steady state obtained from the QME with
reversing the sign of the Lamb shift term. In general, the potential S( ) such that
A() = % + O("?) dose not exist. This is the most important result of this the-
sis. The origins of the non-existence of the potential S( ) are a quantum effect (the
Lamb shift term) and the breaking of the time-reversal symmetry. The non-existence
of the potential means that the excess entropy essentially depends on the path of the
modulation. In contrast, if the system Hamiltonian is non-degenerate or the Lamb
shift term is negligible, we obtain ¢x = Sun( o ))  Sun( o( 0)) + O("? ). Here,
Suwn( ) = Trs[ In ]is the von Neumann entropy, and describes the amplitude
of the change of the control parameters. For systems with time-reversal symmetry,
there exists a potential S( ), which is the symmetrized von Neumann entropy. Ad-
ditionally, we pointed out that the expression of the entropy production obtained in
the classical Markov jump process is different from our result and showed that these
are approximately equivalent only in the weakly nonequilibrium regime.

An()= Trs In §P() +0("2):
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Chapter 1

Introduction

1.1 Background

The properties of the isolated static quantum system in the equilibrium state have
been studied deeply. The studies of more general systems are important, however,
uncompleted and are actively being studied. This thesis focus on the following three
points of view. The firstis (1) time-dependence. In the isolated quantum system with
time-dependent parameters, the Berry phase [27] is important. The second is (2)
open quantum system. The quantum dot (QD) system coupled to several leads is an
instance of the open quantum system. A theoretical method to study the open quan-
tum system is the quantum master equation (QME). The third is the (3) nonequilib-
rium steady state (NESS). The entropy production under operations between NESSs
of the classical system is being studied actively.

In particular, in this thesis, we study the quantum pump and the excess entropy
production. In a mesoscopic system, even at zero bias, a charge or spin current is
induced by a modulation of the control parameters [39, 40, 41, 42, 43, 44, 45, 46, 47,
48, 49]. This phenomenon, called the quantum pump, is theoretically interesting
because its origins are quantum effects and nonequilibrium effects. The entropy
production under operations between NESSs is composed of the time integral of the
instantaneous steady entropy production rate and the excess entropy production.
The excess entropy production is intensively being studied as a generalization of the
entropy concept.

Recently, Ref.[19] had been applied the Berry-Sinitsyn-Nemenman (BSN) phase
to the excess entropy production in the classical system. The BSN phase is the “Berry
phase” of the modified master equation including the counting fields which is a tool
of the full counting statistics (FCS). For quantum system described by the QME,
Ref.[23] had applied the BSN phase using the FCS-QME [26] to study the quantum
adiabatic pump. The FCS-QME had also been applied the excess entropy production
in the quantum system [20]. However, we point out that this study has serious flaws
[98].

1.2 Full counting statistics

In this section, we consider two terminals system. In a mesoscopic system, we can
see quantum properties through the conducting property. By recent development of
experimental techniques, the transfered charge Q within a time interval and the
variance h(Q  hQi)?i and higher cumulants can be measured (h i is the statistical
average). The notion of obtaining all cumulants is called the full counting statistics
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(FCS)[26, 74, 75, 76]. The n-th order cumulant hQ"i. is defined by

n, def @"S () |
hQ i, = 3G ) o (1.1)
where
Z
S()=In dQP (Qe“; (1.2)

is the cumulant generating function of Q. P (Q) is the probability distribution of Q.
is called the counting field. The cumulants up to fourth order are given by

hQi. = hQi;
hQ?%ic = hQ%i  hQi?;
hQ3%i. = hQ%i  3hQ?ihQi + 2hQi?
=hQ hQi)’i;
hQ%i. = hQ*i  4hQ%ihQi  3hQ%i% + 12hQ%ihQi%  6hQi*
=hQ hQi)*i 3n(Q hQi)?iZ
The third and fourth cumulants describe the skewness and sharpness, respectively.

The noise hQ?i. is composed of the thermal noise (the Johnson-Nyquis noise) and
the shot noise. The shot noise appears when jeV j > kgT where V is the voltage and

T is the temperature. The shot noise S relates with the current | = LIPS
S = 2eFI; (1.3)

where F is the Fano factor. For classical shot noise (Poisson noise), F = 1 holds.
Then, effective charge e is defined by

S=2l: (1.4)

e = e=3 had been observed for the fractional quantum Hall state = 1=3[88, 89].

The FCS [26, 74, 75, 76] is the method to calculate the generating function. From
the FCS of entropy production, the fluctuation theorem [90, 91, 92] is derived [26, 76].
The fluctuation theorem leads to

SO = 2kg TGO, (1.5)
SO = kgTGD: (1.6)

Here, the noise S and the current | are expanded as

S =8 +sOy +5@v24+ (1.7)
I =GOV +c@v2+ (1.8)
(1.5) is the Johnson-Nyquist relation, which can be derived from the linear response

theory. (1.6) is a relation of the non-linear response. This relation had been tested by
experiments [93, 94].
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1.3 Quantum adiabatic pump

In a mesoscopic system, even at zero bias, a charge or spin current is induced by
a slow modulation of control parameters [39, 40, 41, 42, 43, 44, 45, 46, 47, 48, 49].
This phenomenon, called the quantum adiabatic pump, is theoretically interesting
because its origins are quantum effects and nonequilibrium effects. The quantum
adiabatic pump is also expected to be applied to the single electron transfer devices
and the current standard[50, 51].

1.3.1 Closed system

For a closed quantum system, the Berry phase [27, 95] appear when the parameter of
the Hamiltonian is changed adiabatically (slowly). The quantization of the quantum
Hall coefficient is proposed by Thouless et al. [39] in 1982. In 1983, for the sys-
tem which only the x-direction is periodic, Thouless showed [39] that the transfered
charge by the cyclic adiabatic modulation of the potential is quantized.

1.3.2 Brouwer formula

The adiabatically pumped quantity is described by a geometric expression in the
control parameter space, although the pumped quantity coming from second or
higher order of the pumping frequency is not geometric. In noninteracting systems,
the quantum adiabatic pump had extensively been studied by the Brouwer formula
[31, 52,53, 54,55, 56, 57, 58, 59], which describes the pumped charge by the scattering
matrix. The Brouwer formula is discovered in 1998 by Brouwer [31].

When n-th control parameter " ischangedto "+ ", the change of the av-
erage number of the electrons of the bath b is given by ENo( ) ™. ENo( ) is called
emissivity. For absolute zero temperature,

Ept( ) = ixxlmhi@SAB( )
2 @ n
B A2b

i
Sa( ) (1.9)

holds [96]. Here, A and B are labels of electron in the baths and S( ) is the scattering
matrix. By slow modulation of the control parameters betweentimet=0andt=
the change of the average number of the electrons of the bath h  Nyi is given by

z 4o Z
h Npi = dt —LENe( )= d "ENe(): (1.10)
0 dt c
. P . . , .
The summation symbol  is omitted. C is the trajectory in the control parameters.
In particular, for cyclic modulation o = , using the Stokes theorem,
Z
. 1
h Npi = Sol mAag N EFnﬁ‘g( ); (1.11)

holds. S is the surface enclosed by C. FNa is given by

def @ENe( ) @ENC( )

@ m h@ n i
1><><I @Sas( )@SAs( )",
= — m n m .

B A2b @ @

Fma( )

(1.12)
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If the electrons of the bath b are labeled by b and energy " and the scattering is elastic
Syro( ) = So("; ) v (113)

FNe( ) at zero-bias is given by
1< mh@Sb;bO( ;) 0Sy( 5 )T

FNe()y== 1
mn() o @n @m

(1.14)

Here, isthe chemical potential of the baths.

On the other hand, it is difficult to calculate the scattering matrix in the interact-
ing systems. In the interacting system, the Brouwer formula had only been applied
in mean field treatments [60, 61] or in the Toulouse limit [62].

1.3.3 Recent studies of the quantum pump

Recently, the quantum pump in interacting systems have been actively researched.
There are three theoretical approaches. The first is the Green’s function approach
[32, 63, 64, 99, 100]. The second is the generalized master equation (GME) [65, 66,
33, 67, 68, 69, 70, 71] approach which uses the GME that is equivalent[72, 73] to
the quantum master equation (QME) derived using the Nakajima-Zwanzig projec-
tion operator technique [28]. Particularly, Ref.[69] derived a geometric expression
similar to the Brouwer formula and the Berry-Sinitsyn-Nemenman (BSN) vector ex-
plained later. The third is the full counting statistics[26, 74, 75] (FCS) with quantum
master equation (FCS-QME, which is also called the generalized quantum master
equation[26]) approach proposed in Ref.[23].

The adiabatic modulation of the control parameters induces a Berry-phase-like[27]
guantity called the BSN phase in the FCS-QME with the Markov approximation.
Sinitsyn and Nemenman[22] studied the adiabatically pumped charge using the
FCS and had shown that it is characterized by the BSN vector, which results from
the BSN phase. The BSN vector was applied to the spin boson system [77]. The
FCS-QME approach can treat the Coulomb interaction, which can not be treated in
the Brouwer formula. The derived formula of the BSN vector depends on the ap-
proximations used for the QME. The Born-Markov approximation with or without
the rotating wave approximation [28](RWA) is frequently used. The QME in the
Born-Markov approximation without RWA sometimes violates the non-negativity
of the system reduced density operator [78]. The QME of the RWA or the coarse-
graining approximation[29, 30](CGA) is the Lindblad type which guarantees the
non-negativity [28].

Some recent papers [68, 69, 23] showed that the Coulomb interaction induces
the quantum pump. In Refs.[68, 69], it was shown that in a one level interacting
guantum dot (QD) weakly coupled to two leads, the pumped charge (also spin in
Ref.[69]) induced by an adiabatic modulation of the energy level of the QD and the
bias between the two leads vanishes in the noninteracting limit. In particular, Yuge
et al.[23] studied the pumped charge coming from the BSN curvatures by adiabatic
modaulation of the thermodynamic parameters (the chemical potentials and the tem-
peratures) in spinless QDs weakly coupled to two spinless leads and showed that
the BSN curvatures are zero in noninteracting QDs although they are nonzero for
finite interaction.
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1.4 Thermodynamic entropy

We review the thermodynamic entropy based on Ref.[97].

1.4.1 Principles of thermodynamics

A macro system A is generally imposed internal constraints which describe the char-
acters of the internal structures. For instance, the subsystem of A is enclosed by the
wall which does not transmit heat. A can be decomposed to the simple systems
TA;gi. The simple system is the macro system which has not internal constraints and
of which spatial non-uniformity in the equilibrium state due to the external fields is
negligible. The equilibrium state is the state which all macro variables of the system
do not change (as functions of time). As a principle, for arbitrary macro system A,
it is requested that if A is isolated (static external fields can exist) and is left suffi-
ciently long time, A becomes the equilibrium state. As principles, the followings are
requested: (i) If A is in the equilibrium state, the entropy S exist uniquely.

(ii) The entropy S; of A; is a function of the internal energy U; of A; and the set of
additive variables of Aj, X; g™, Si = Si(Ui; X X{™). Ui X} XM are
called the natural variables.

(iii) S;(Ui; Xil; ; X{™) is continuously differentiable for the natural variables. In

particular, kg j def @Sj=@U; is positive and its lower limit is 0 and the upper limit
does not exist. Here, kg is the Boltzmann constant and ; is the inverse temperature
of Aj.

(iv) A is in the equilibrium state if and only if all A;j are in the equilibrium states
and § & iSi(Ui;Xil; ; X{") is maximized. The entropy S of A is given by
S = MaXgy, 1, xMig $ where max is the maximization under the permitted area.
The values of the natural variables which provide the S are those in the equilibrium
state.

1.4.2 Heat and entropy

The work W is the transfered energy described by the macro variables. In general, W
is the summation of the mechanical work W™ and the work due to particle transfer
WC and etc. The heat Q is defined by U W where U is the total transfered energy
from the external system. Because U is the change of the internal energy U, Q =
U W holds.

The process in which a system B can be regarded as always be in the equilibrium
state is called the quasistatic process for B.

From the principles of 8§ 1.4.1, the following theorem is derived. We consider
a process that a general system A receives the heat from external systems B1, B,

; Bm exchanging mechanical work with the external systems Ci, Co, i CN-
When A contacts with B;, A does not contact with fBygyei. The set f(b; k) 2 f1; 2; ;Mg
f1;2; ;NgjBy, = Ckg may not be an empty set. We suppose that this process is
quasistatic process for fBbgt'}il. Then, the change of the entropy S of A satisfies

><Z g
S kg 5d'Q: (1.15)
b j(®)

Here, |, isthe inverse temperature of By, and i®®(f®) denotes the initial (final) state
contacting By. In particular, the equality holds if the following conditions satisfy: (i)
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This process is also quasistatic process for A. (ii) While A contacts to By, the inverse
temperature of A equals to .

In the following of this subsection, we consider a simple system A. We denote
the natural variables of the entropy S of A by U and X ¢g"L,. From the principles
of § 1.4.1, S(U; FX ¢g".,) is convex upward for each natural variable. The equation
S = S(U; fX g™ ) can solve for U uniquely: U = U(S; X g™ ;). We introduce

TY @U=@S and P def @U=@X . T is the temperature of Aand T = 1=(kg ) holds

withkg = @S=@U. If X isthe total particle number N, def @U=@N is the chemical
potential.

We denote the work by changing of X by W . For a quasistatic process for A,
the work is defined by

dw €p ax (quasistatic process): (1.16)
P
UsingdU =TdS + P dX and the definition of the heat,
dS = d'Q (quasistatic process); (1.17)

hold. This is called the Clausius equality. For the general system (which is not simple
system), the gausius equality holds if the temperature is uniform in the system. In
particular, if ™., P dX = dN holds,d’'Q =dU  dN and

dS = (du dN) (quasistatic process); (1.18)

hold. Here and in the following this thesis, we set kg = 1. In general process, it
is difficult to define the heat. For a quasistatic process for B, Qg can be defined as
explained above. In (1.15), d'Q is defined by  d’Qy, where d’Qy is the heat to By,

In the equilibrium classical (quantum) system, the entropy is given by the Shan-
non entropy of the probability distribution (von Neumann entropy of the density
matrix) of states.

1.5 Nonequilibrium steady state

Let us consider a system A coupled to the baths fBbgt'}il (M > 1). We suppose
that fBypgyoc are the canonical baths and fByg,oc are the grand canonical baths. We
denote the inverse temperature of By by | and the chemical potential of By, (b 2 G)
by . Ifall yand ,arethesame(, = forallband , = forallb 2 G),
the total system is referred as zero-bias or equilibrium. For the nonequilibrium total
system fixing (control) parameters, if A is left sufficiently long time and becomes a
steady state, this state of A or the total system is called the nonequilibrium steady
state (NESS). For quantum system described by the QME, the NESS exists uniquely.

As the instance, we consider spinless one level QD coupled to several leads. jOi
(j11) denotes the state that the QD is empty (occupied). The diagonal components
pn(t) = hnj (Hjni (n = 0;1) of the system state are governed by the master equa-
tion:

d po(t) _ po(t) .
atop® - F o (1.19)
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The Liouvillian is given by

=< f, 1

K =
R R 1

(1.20)

Here, 4 is the line-width function of the lead b, f, = [e *" ®) + 1] 1 is the Fermi
distribution function, " is the energy level of the QD. In this section the parameters
are fixed. The solution of the master equation is

p( _ 1 F p1(0) +F .
mo - F Tt @ F (1.21)

P
where = pand

20 S b
F= £ (1.22)
b

The first term of the RHS of (1.21) is the NESS.

1.6 Excess entropy

The investigation of thermodynamic structures of NESSs has been a topic of active
research in nonequilibrium statistical mechanics [1, 2, 3, 4, 5, 6, 7, 8, 9]. For instance,
the extension of the relations in equilibrium thermodynamics, such as the Clausius
equality, to NESSs has been one of the central subjects. Recently there has been
a progress in the extension of the Clausius equality to NESSs [10, 11, 12] (see also
Refs.[13, 14, 15, 16, 17, 18]). In these studies, the excess heat Qp.ex (0f the bath b)
[2], which describes an additional heat induced by a transition between NESSs with
time-dependent external control parameters, has been introduced instead of the total
heat Q. The excess heat Qy.ex is defined by subtracting from Q, the time integral of
the instantaneous steady heat current from the bath b. In the weakly nonequilibrium
regime, it is proposed that there exists a scalar potential S in the control parameter
space which approximately satisfies the extended Clausius equality
X
bQbiex S: (1.23)
b

Here, , istheinverse temperature ofthebathb, S =S( ) S( ), tisthevalue
of the set of the control parameters at time t, and t; and t¢ are initial and final times
of the operation. In classical systems, S is the symmetrized Shannon entropy [11].
In quantum systems with the time-reversal symmetry, S is the symmetrized von

Neumann entropy [12]. In general, the left hand side (LHS) of (1.23) is replaced by

the excess entropy  ex et ttif dtJ.( ) where isthe average entropy production

and Jg( ) is the instantaneous steady entropy production rate [19, 20, 21]. In the
quasistatic operation, the excess entropy is given by

ex= S+ O("2 ); (1.24)

where " is a measure of degree of nonequilibrium and describes the amplitude of
the change of the control parameters. Sagawa and Hayakawa [19] studied the full
counting statistics (FCS) of the entropy production for classical systems described
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by the Markov jump process and showed that the excess entropy is characterized by
the Berry-Sinitsyn-Nemenman (BSN) phase [22].

The method of Ref.[19] was generalized to quantum systems and applied to stud-
ies of the quantum pump [23, 24, 25]. We explain the studies of the quantum pump.
Att = 0and t = , we perform projection measurements of a time-independent
observable O of the baths and obtain the gutcomes 0(0) and o( ). The generating
functionof o=o0o() o0)isZ ()= d oP ( o) °whereP ( 0)isthe
probability density distribution of o0 and is called the counting field. To calcu-
late the generating function, the method using the quantum master equation (QME)
with the counting field (FCS-QME) [26] had been proposed. The solution of the FCS-
QME (1) provides the generating functionas Z ( ) = Trs[ ( )]. Trs denotes the
trace of the system. The Berry phase [27] of the FCS-QME is the BSN phase. The
average of the difference of the outcomes is given by h oi =, dt i®(t) where i°(t)
is the current of an operator O. If the state of the system at t = 0 is the instantaneous
steady state and the modulation of the control parameters is slow, the relation

Z V4
h oi= dtiQ( o+ d "AQ(); (1.25)
0 C

holds. Here, the summation symbol for n is omitted. iQ( ¢) is the instantaneous
steady current of O and AQ( ) is the BSN vector derived from the BSN phase. "
is n-th component of the control parameters, and C is the trajectory from ¢ to
The derived formula of the BSN vector depends on the approximations used for the
QME.
Because of (1.18), the entropy production rate of the bath bis _,(t) = p(t)[iT(t)

p(D)iNo(t)] where | is the chemical potential of the bath b, and i (t) and iNe(t) are
energy and particle currents from the system to the bath b, respectively. Hy and Ny
are the Hamiltonian and the tota}:particle nuFr)nber of the bath b, respectively. Then,
it is natural to identify _(t) e b b(® = b iHb(Q p()F iNe(t)g] with
the average entropy production rate of thqqsystem. dzefR o dt _(t) is the average
entropy production. Because of (1.25), =  dtJq( )+ o d " A,( ) holds with

Jss( )déf b bl is|_s|b( ) pf isl\slb( )g] and

def

An( )= o[ ARPC ) of ARP( )l (1.26)

b

Here, it»( ) and i»( ) are the instantaneous steady currents of the energy and
particle from the system to the bath b. AHe( ) and ANo( ) are the BSN vectors of Hy,
and Ny. The excess entropy production is given by
Z
ex — c d " An( ) (1.27)

Yuge et al. [20] applied the FCS-QME approach to the excess entropy production

of the quantum system. They identified ° def ha( ) a(0)i Witﬁ,the average entropy
production. Here, a(0) and a( ) are the outcomes of A(t) = b b(M[MHs  b()Np]
att = 0andt = . However, "is not the average entropy production
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TreotlA( ) twot( )] Treot[A(0) 10t (0)] can be rewritten as

Z -
> h i
o dt dt
7 b -
> h d ) d L
+ dt p(OF athltg p(D) p(OF ahNbltg : (1.28)
0 b

Here, h it def Triotl wt()], we(t) is the total system state and Tr¢ denotes the
trace of the total system. The integrand of the second term of the RHS of (1.28)
roughly equals to _ [36]. However, the physical meaning of the first term is not
clear. Then, because of the presence of the first term, °6& is concluded. Moreover,
they improperly used the FCS-QME applicable only for time-independent observable
to calculate " although A(t) is time-dependent. These two issues are the problems
of Ref.[20].

1.7 Aim of this thesis

There are several theoretical approaches to analyze the quantum pump. However,
the relations among these are not clear. Then, the first aim of this thesis is to clarify
these relations (in particular, the relation between the FCS-QME approach and the
GME approach). Moreover, in the previous works, the charge pump had been stud-
ied mainly. However, for applications to the spintronics and quantum information
processing, the spin degree of freedom is important. Then, we consider the spin
degree of freedom and study the spin pump.

Recently, the excess entropy of the classical system is established. However, one
for the quantum system is not sufficient as we explained in 8 1.6. The second aim
of this thesis is to develop the excess entropy of the quantum system. Moreover,
we compare between our results and previous results of both classical and quantum
systems.

1.8 Outline of the thesis

The outline of the thesis is as follows. First, we review the FCS and the FCS-QME
(Chap.2). In 8§ 2.1, we derive the modified von Neumann equation including the
counting fields. In 8 2.2, we derive and the FCS-QME with the CGA. In 8§ 2.3, we
explain the RWA. In 8 2.4, we derive the detailed balance condition.

Next, we move to the original results (8§ 3.2,8 3.3 and before (3.21) are review
parts). Chap.3 and Chap.4 are based on Ref.[25]. Chap.6, Chap.7 and Chap.8 are
based on Ref.[98]. We apply the FCS-QME to the quantum pump (Chap.3). In 8 3.1,
we derive the expression for current without any approximation and introduce the
BSN vector. The BSN vector is also derived from the BSN phase (8§ 3.2). In 8§ 3.3, we
introduce the BSN curvature used to cyclic adiabatic pump. In § 3.4, we expand the
general solution of the QME (t) by the modulation frequency ! as

X X
M= o( )+ Mo+ V) (1.29)
n=1 n=0

Here, o( ¢) is the instantaneous steady state of the QME, ™ (t) and ~(M(t) are
calculable and order (1= )". s the coupling strength between the system and the
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baths. ~(M(t) exponentially damps as a function of time. In the expansion (1.29), a
pseudo-inverse of the Liouvillian is used. In 8 3.5, we proof the expansion (1.29) is
independent of the choice of the pseudo—inverse.l-_l,n 8 3.6, we show that the GME
provides an expansion correspondingto o( 1)+ —;, ™M().

In Chap.4, we apply the FCS-QME with the RWA to the quantum adiabatic pump
of the quantum dots (QDs) coupled to two leads (L and R). In § 4.1, we explain the
model. We show that the pumped charge and spin coming from the instantaneous
steady current are not negligible when the thermodynamic parameters are not fixed
to zero bias in noninteracting QDs §4.2.2) and an interacting QD §4.3.2). To observe
the spin effects, we consider collinear magnetic fields, which relate to spins through
the Zeeman effect, with different amplitudes applying to the QDs (Bs) and the leads
(BL and BRr). We focus on the dynamic parameters (Bs, B -r and the coupling
strength between QDs and leads, | -gr) as control parameters. In one level QD with
the Coulomb interaction U, we analytically calculate the BSN curvatures of spin and
charge of (B ; Bs) pump and ( ; Bs) pump for the noninteracting limit (U =0, §
4.2.3) and the strong interaction limit (U = 1, 8 4.3.3) at zero-bias. Moreover, we
study the ( ; Bs) pump for finite U at zero-bias (8 4.3.5).

We study the quantum diabatic pump for spinless one level QD coupled to two
leads (Chap.5). We calculate £ ™ (t)g5_,, T~ (t)g>_, and particle current up to 6th
order and pumped particle numbers.

Next, we introduce the generalized QME (Chap.6) used to analyze the BSN vec-
tor of the entropy production. In Chap.7 and Chap.8, we focus on the RWA. In§ 7.1,
the BSN vector A, in the equilibrium is discussed. In 8 7.2, one of the main result of
this thesis

@ o( )
@n

An( )= Trs In {P() +0("?); (1.30)

is derived without any assumption on the time-reversal symmetry [98]. ((J 1)( ) is

the instantaneous steady state obtained from the QME with reversing the sign of the
Lamb shift term. In § 7.3, we consider the time-reversal operation. We show that if
the time-reversal symmetry is broken and the system Hamiltonian is degenerated,
S( )suchthatA,( ) =@S( )=@ "+O("?) dose not exist. This is the most important
result of this thesis. Next we mention the results in the Born-Markov approximation
(8 7.4). In Chap.8, we compare preceding study on of the entropy production in the
classical Markov jump process [21, 37] with ours.

At last (Chap.9), we summarize this thesis. In Appendix A, the Liouvillian for the
Born-Markov approximation is discussed. In Appendix B, the Liouville space[80, 26]
and the matrix representation of the Liouvillian are explained. In Appendix C, we
derive (3.23). In Appendix D, we discuss the validity of the adiabatic expansion
in Chap.3. In Appendix E, we discuss the derivation of (3.52). In the Appendix F,
we discuss the solutions of the GME expanded by the modulation frequency and
the coupling strength between the system and the baths. In the Appendix G, we
calculate the energy current operator. In the Appendix H, we derive the formula of
the derivative of the von Neumann entropy. In the Appendix I, we proof (7.66). In
the Appendix J, we explain the definition of entropy production of the Markov jump
process and a result of Ref.[21].
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Chapter 2

Full counting statistics and
quantum master equation

2.1 Full counting statistics
We consider the system S coupled with the bath system B:
Hiot(t) = Hs(t) + Hg(t) + Hine(1): (2.1)

The bath system may contain several baths. The simultaneous eigenstate of a set of
the bath’s observables fO g is given by

O jfo g;ri = o jfo g;ri; (2.2)
hfo g;rifo’ g;si = rs £ g;fo’ g- (2.3)
Qn

Here, r and s denote the label of degeneracy, and ¢, gfo0g =
kronecker delta. The projection operator to fo g is given by

-1 0 :0 is the

>
Pto g = jfo g;rihfo g;rj: (2.4)

.
This has the following properties

P§)<gpfo°g = fo g gPfo g (2.5)

Pog = L (2.6)
fo g

The total system state ¢(t) is governed by the von Neumann equation:

d

gp ©t® = 1Hwo®); (D) 2.7)

In this thesis, we set ~ = 1. The formal solution is given by
tot(t) = V(1) wt(0)V7(1); (2.8)
where V (1) is the solution of

SV = iHe®v (O 2.9)
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with V (0) = 1. Att = 0, we perform projection measurements of fO g. The proba-
bility getting fo(o)g is given by

P [fO(O) g] = Trtot[Pfo(O)g tot(o) Pfo(o)g]: (2.10)

Trior denotes the trace over the total system. The state just after measuring fo(o)g is

0@ Py ot(0Pg o

g
: (2.11)
tot P [ fO(O) g]

After the time evolution by (2.7), the state at time t is

f ) f )
ot 2 =V (© o OVY(D)

V(OPg,04 tot(OPg o V(1)

= (2.12)
P[fo“g]

Under this condition, we perform projection measurements of fO gatt = . The

probability getting fol )g is given by

Ogifo© f0@g
P[fo' ’gjfo™g] = TreotPr () tor ~( IPgy0,]
1
= y

P[fo(o)g]Trtot[Pfo( gV (P4 1ot(OP o V()P (R13)

The probability getting fo(o)g att =0 and o )g att= is

P[fo( )g; fo@gq] = P[fo@g] P[fo( )gjfo®q]
= TreotlP i)V ( IPr @ tot(OP o V()P ol (2.14)

The probability density distribution of fol) o(o)g is given by

o

PIf og ¥ Prob[fol) 0@ = o g] (2.15)

= P[fol )g; fo@g]  (0¢? o® o) (2.16)
fo(o)g;fo( )g
The generating function is defined by

of Z P,
Z()= ( do)P(foge = °: (2.17)
=1

Q.

Here, is a real number called the counting field for O .  denotes the set of the
counting fields. The cumulant generating function is defined by

S()Y®mmz () (2.18)

The n-th order cumulanth o, o0 ,::: o0 ,icisgiven by

e"s () :
e HG ) G ) =0

h o, 0,:i: 0,ic=

(2.19)
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In particular,
h oicz@@);i()) =o:h 0 i (2.20)
is the average of o .
Substituting (2.16) to (2.17), we obtain
Z()= > Pifo g foOglel [ ol 2.21)

fo(o)g;fo( )g

Substituting (2.14) to the above equation, we obtain

Z ()
_ TreotlP, ¢ V ()P 0P, 0 VI P, (o o 1 o
= Mot[P gV (P gy w0t (0P VI )P Je :
fo(o)g;fo( )g
(2.22)
Now, we introduce
def 208 .
tt(0) = Pro@y tot(0Pg o (2.23)
09
Properties
P o= EERON i\ o= EROR
e ! o _ZPfO(O)g =e!' 0 _ZPfo(O)g; Pfo(o)ge 1o _2:e o _zpfo(o)g;(2.24)
lead
P _ P _ X . ©)
e °F @’ °F= el P o wl0Pro, (225
fo(O)g

Then, (2.22) becomes

Z ()
= i o= iT o= i o0
= Treot[P e,V (e wt(0)e VI()PO e :
ol g
(2.26)
Moreover, from
P o 0=2_4 i o=2p . oi O =2p — ol 0o=2p . (2.27)
o g ol g’ fol g fol Vg’ :
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we obtain
_ x> i 0 =2 i 0 =2 i O =2\y( \ai O =2
Z()= Treot[Peoo) € V()e tot(0)e V(e P ot gl
o' )g
= Treot[P i)y P o )gei Ov()e ! O (e ' O TVY()e! O
o' )g
X . _ . _ . _ : _
= Treot[ Pfo( )gel ©2v()e " 7 e ' O FVvY()el 97
fo g

= Trote! © 2V ()e T O or(0)e T © TVY( ) 0
= Treot[V () tot(o)vy ()]
= Treot[ or( )] (2.28)

‘:_I,ere, we used (2.5) and (2.6). Here and in the following of this section, O
O .V (t)and . (t) are defined by

V(1) ¥ def i O =2y (e i 0 =2 (2.29)
wr® EV O wOV O (2.30)
V (0) and ,(0) are given by
V() =1,
w@® = 0@ = Pro, P o (2.31)
PROM

V (t) is governed by

;V(t)zei ©= OIV(t)ei ©=

=¢ 7 iHa®VEH e ©7F
— iei (@) :ZHtOt(t)e i O :2ei (e} ZZV (t)e i O =2
iHeot, (OV (O (2.32)

with
Hiot () € e © 2Hi(e ' © (2.33)
Hot: (t) is a Hermitian operator
H%lot; (t) = Heor; (O: (2.34)

From the Hermitian conjugate of (2.32), we obtain

fvy ® =iV’ (OHwr;  (©): (2.35)
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From (2.30), (2.32) and the above equation, . (t) is governed by

d
a tot (t)

d
SV © @@V ©]

= iHwog OV () w0e(OVY ) +iV (1) w0e(0)VY OHeor, (1)
= i[Htot; (0 1ot  e(MHwor, (O] (2.36)

2.2 Quantum master equation with counting fields

2.2.1 Derivation of FCS-QME

We consider system S weakly coupled to several baths. The total Hamiltonian is
given by
0 > 0
Hiot( (1)) = Hs( s(t) +  [Hp( p(1)) + Hsp( sp(®))]: (2.37)
b

Hs( s) is the system Hamiltonian and s denotes a set of control parameters of the
system. Hy( E)) is the Hamiltonian of the bath b and % is a set of control parameters.
Hsp( sp) is the coupling Hamiltonian between S and the bath b, and g is a set
of control parameters. We suppose that the states of the baths forb = 1;2; ;n¢
are the canonical distributions and these for b = n¢c + 1; ;Nc + Ngc are the grand
canonical distributions. We denote f1; ;Ncgand fng +1; ;Nc+ngcg by C and
G. We denote the inverse temperature of the bath b by |, and the chemical potential
of thebathb 2 G by . %0 denotes ,forb 2 C and thesetof yand , ,forbh2G.
We symbolize the set of all control parameters ( s, T spQp, T %gb, f ffgb) by ,( s,
f s, T ogn) by % F Pogp by © (), D) by b and f pg, by 5. While °are
dynamical parameters, ¥ are thermodynamical parameters. We denote the set of
all the linear operators of S by B.
The modified von Neumann equation (2.36) [26] is

d .
dt wot(D = i[Heot(1); e (D] : (2.38)
. def def iP 0 =2 iP O =2 .
Here,[A;B] = A B BA andA =e¢ © Ae © . o Is of

8 2.1. We suppose

wt(0) = (0)  s( 8(0): (2.39)

where ( 5(@) € "y o( 5(0) and o( 5(©) L ¢ sOHC SO=Z,( 1(0)) with

Zo( w) € Trofe vH(D]forb2 Cand p( 5(0) Ee sOMCEO) sONsl= ()

with () & Trofe  ofHoC 5 oNol]for b 2 G. Tr, denotes the trace of the bath b and
Np (b 2 G) is the total number operator of the bath b. Then,

>
tot(o) = (O) I:)fo g B( B(O))Pfo gs (2.40)
fog

obeys. We suppose [Hp; Np] = 0. We suppose that O commute with Hp and Ny:

[O ;Hp] =0; [O ;Np] =0: (2.41)
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Then, Pg, g commutes with g( g(0)) and

wt(@) = (0)  s( 6(0); (2.42)

holds because (2.5) and (2.6).
We defined

® = Tral we®; (2.43)

which provides the generating function
Z()=Trs[ (t= ) (2.44)

Trg denotes the trace over all baths’ degrees of freedom. We assume ¢ (1) )
s( B(t)(O<t ) where

(@)
s( 8 E o bO) (2.45)
]
o b(OHL( {(D)=7 b2C
oo E oo o (b)) b2G (2.46)
and
®) E Tral w1 (2.47)

First, we introduce the CGA. An operator in the interaction picture correspond-
ing to A(t) is defined by

Al (1) = UJ (Ao (1); (2.48)
with
dUo(t) _

>
g = iHsCs@)+  Hy( p0)]Vo(0); (249)
b

and Ug(0) = 1. The system reduced density operator in the interaction picture is
given by

" © =Tral e O (250)
where
tot () = UJ(1) (U0 (D): (2.51)
1ot () is governed by
d:d:[c(t) = iH®: O] ; (252)
with
>

Mo 7 Hey (252
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Up to the second order perturbation in Hjy, we obtain

L (t+ cg) = ';ét) .
t+ cc u
C T s Tre HEW@iHAG: @ s )] ]
YO+ el " ) (2.54)

using the large-reservoir approximation

ee® " @® s sO) (2.55)
and supposing

Tre[Hi(U) 8( 8(®)]=0: (2.56)

The arbitrary parameter cg (> 0) is called the coarse-graining time. The CGA
[29, 30] is defined by

d l; — I; .
i ©= C_.m" @ (2.57)
In the Schrédinger picture, (2.57) is described as
d ) X
D= s s @1+ L (0 O (2.58)

b

At =0, thisisthe Lindblad type. If cg , the super-operator L, oo is described
as a function of the set of control parameters attimet. = (t) is the value of at
time t. In this thesis, we suppose

CG : (2.59)

Moreover, cg should be much shorter than the relaxation time of the system, s:

CG s: (2.60)
For the adiabatic modulation, g should hold, then ¢cg s holds.
In general, the FCS-QME is given by
d ®_ . . < .
o= iHsCs®): O+ L® O (2.61)
b
with the initial condition
) = (0): (2.62)

L, (t) describes the coupling effects between S and the bath b and depends on used
approximations. In this thesis, we suppose

L, =L, ( o: (2.63)
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The Born-Markov approximation without or within the RWA and the CGA satisfy
this equation. Then, the FCS-QME is given by

d

T R (o (@) (2.64)
Here,
_ ><
R () = iHs(s) 1+ Ly(); (2.65)
b

is the Liouvillian. Here and in the following, denotes an arbitrary liner operator of
the system.
The Born-Markov approximation is given by

av@w_ ‘1 o_n . ’ 0
f0=  dsTre HhOIHRE 9% (O] @60)

2.2.2 Coarse-graining approximation

In general, the interaction Hamiltonian is given by

< >
Hsp( sb) =  sp Ry (sp)=  RY (sp)sy - (2.67)

Here, s, is an operator of the system and Ry ( sp) is an operator of the bath b. We
suppose

Tro[ b( b()Rb; ( sp(8)]=0; (2.68)

corresponding to (2.56). Then,

n . o
Tre [Hhe(W; [He(s): " (© s( ()] ]

— X 1y el I; ly I
S (Wsp (8) 7 (OTR[Ry”. (WRy, . (s) v( v(D)]
b

sy (s) " (O WTIRY, . () b( (MRY .  (U)]
sp () " @s)($)TIRY, . (U) b( bRy . (S)]
+ 1 (s (s)sh (Wl b( bRy . (SRS . (W] ; (2.69)

holds. In the calculation of Trb[Rt');y; (u)Rt',; . () v( b(1))], the values of the control
parameters can be approximated by . Then, we obtain

Tr[Ry!. (WRY . () o]  Tr[ bR (U S)Ry ] Cp (U s);  (270)

To[Ry, () bRy, (W] Tl uRY . , (U SRy 1 Cy (U 9): (271)

Te[RY, . (W) bRy . ()] Tl bRy . , (s WRy1=C, (s u); (272)

o[ oRy . ()R . (W] Tl oRf (s WRy ]=Cyp (s u);  (273)
with

Rg; (v) = eiHb( b(t))VRg; ( sp(t)e iHo( (D). (2.74)
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Here, = p( p(t)) and Ry: = Ry ( p(t)). Then, (2.69) becomes

n ) (@)
Tre [Hhe(W); Hibe(s); " (© s( ()] ]

= XX ly | I; _ I I; ly
s, (W)sy (s) ®Cy. (U s) sy (9) (Ds, (u)Cb; (u s
b

st (W " ®sYE)IC, (5 w+ U (s)©E)sh (WCy (s u); (275

and
Lb; CG( t) Z
1 t+ co u X |
= — du ds s,/ (Ut)s) (sit) Cp (U s)
cG t t ;
st (s;1) st')y(u;t)Cb; (u s
st (u;t) sk'jy(s;t)Cb; (s u)+ s(siHsh (u;H)Cy, (5 u) ; (2.76)
holds. Here,
sh (s;t) = Us(t)UL(s)sy Us(s)UL(b): (2.77)
and Us(t) is the solution of 2%® = jHg( 5(t))Us(t) for Us(0) = 1. In the calcu-

lation of sl') (s; 1), the values of the control parameters can be approximated by .
Then, we obtain

>

sy (sit) = e 'E Dgy (1), (2.78)
ly X itu t

s, (u;t) = e'” [sp (D] (2.79)

Here, the eigenoperator s, (1) is defined by

>
sy, (1) = 1on:1JEn; FINEn; rjsy jJEm; SIhEm; Sj; (2.80)
n;m;r;s
with '\y\n = En  Epand
HsjEn; ri = EnjEn; ri: (2.81)

r denotes the label of the degeneracy. ! is one of the elements of
flonj hER;rjsy JEm;si &0 o g. sp (1) and ! depend on s. The eigenoperators
satisfy

=<
sp (1) =5 ; (2.82)

and

[Hsisp (1)]= 1Isy (1): (2.83)
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Then, we obtain

Z v cG Z ¢+ ce XXX

) = — du ds u s

b ool ) CG t t . ( )
n ;

[so (*)Psp (1) Cp (u )

0]
S (1) s (PG, (u ) e MG Vel D
n
s () s PG,

(0]
+ [sp (AOPs, (1)Cp. (s u) ¥’ Ve MU D - (784

L

1:10

In last two terms, we swapped and . (u s)is the step function.
Now, we introduce

z a1
o ( ) & duC, (ue' “: (2.85)
1
Then,
z 1 1 Z 1 z a1
duC,. (u) (ue'' = du d . ()e ! Uttt
1 ' 2 70 1 ’ B}
1 1 h ) P 1
= 2— 1d ( !) I 1 b: ( )
1 i +
=on (D 55 (D= & (n; (2.86)
holds. Here, P denotes the Cauchy principal value and
z a1
L mEP Ty w2 (,); 2.87)
1 -
def 1 i
s (O F 5 () 5oy (O (288)
(2.86) leads
fa o (),
C, (U s)(u s)= d 2 > 7g i (2.89)
) 1 2
Similarly,
a0,
Cp, (5 U (u s)= d P> Jei (s, (2.90)
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(2.93)

(2.94)

(2.95)

(2.96)

(2.97)

1 t+ co Zt+ce Zld XXX
L, () = — du ds —
» CG CG t t 1 2 SR
n )
[so (P)sp (1) 47 ()
O - - -
Sp (!) [Sb (!0)]y k():") ( ) g | (u S)e il(s t)el!U(u t)
n
+ s (1) [so (1O L0 ()
o - - -
+ sy (!O)]ysb M) k();)( ) el (U 9)git’s g itu B © (2.91)
with t();) = k();) —o- The integrals for u and s are performed as
Z t+ CG 1 "0 1 1 lo -
due ' Ut B = cge T HleeTging([ 17 c6=2); (2.92)
2t+ cG . . . .
dse' Se "6 U = el il MHeeTging([ 1] cg=2);
t
then
XXe i(r 19=ce z 1 0 +)
L. () = o d s M 0
;oo 2 1
so (1) s (1P £ ()
so (1) s (1O £ ()+ [so (1Pso (1) §0()
10 1
CGsinc[ ] CGsinc[ 2—] ce.
holds. Here, sinc(x) = sin x=x. The above equation can be rewritten as
L. = i[hp S I :
beol ) = il e (): ] b'C‘Z() |
b o) = s (coili19s (1Y [sy (DY
1,0
1
5 b (ol s (DPsy (1)
1 i
56 (eatils (DPs (1)
with
1 XX 0 y 0
hy; ce( ) = > b, (caBs)sp (V)Psp (1):
LI L
Here,
X (ce: ;19 7
i(r 1) ce=2% 1 1 10
=& d X()CGsincMsincM
2 1 2 2

{2.98)



32

With X = 4 5 b . bece™ b e =0 is the Lindblad type. By the way, from
[Ch, O] =Cp, (1) (2.99)
relations
[ o (D] = () (2.100)
and[ ()] = ( ) hold. Then,
[b (ca;: 5™ = b (cei ! ) (2.101)
holds.
For super-operator J, J7Y is defined by
Trs(YYJ X) = Trs([3YY P X); (2.102)
F)
where X;Y 2B.IfJ = _Aas Bgholds,
X
JY = AL B (2.103)
a
is obtained. Here, A;; B; 2 B. (2.101) leads
> xh 0 0
Y () = b Coai ¥ s (DY s (19
110
1 RN I DY 10
5 b (e til) s (HPsy (1)
1 i
5 b (ceils sy (DPsy (1) - (2.104)
This leads
Bb’; e )1=0; (2.105)

which means the conservation of the probability.

2.2.3 Concrete model

In this subsection, we consider b = n¢c + 1; ;Nc + ngc. Now we suppose

X X
HSb( Sb) = ay Bb + h.C.; Bb = ka : ( Sb)Cbk (b 2 G); (2.106)
K;

where a and cy are single-particle annihilation operators of the system and of the
bath b. Using

Tro[ uBY ()BY (9] =0="Try[ »B. ()ByY (t")]; (2.107)
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we obtain
Ly () = >I<[h>b<cﬁ‘( ?; I+ 5 O)
el ) = b, (cerlitha (1) [a (Y
2w (caiti!) [ (Fa (1)
2w (caitim (Fa (1)
+ 0 (oot 1@ (1YY a ()
0 (eaitith a (a (O
1
S Ceaititha (D@ (O (2,108
and
X >xh 4
M s () = 5 b (coili1Na (HFa (1Y)
LI R i
2 5 (eaititha i (1) (2.109)

The eigenoperators a (1) are given by

X
a(H= 1on:1JEn; FhEp; rja JEm; SihEm; sj: (2.110)

nm;r;s

1 is one of the elements of F1,nj hEn; rja jEm:si 60 ° g.a (1) satisfy

X
a()=a; (2.111)

'
and
[Hs;a (1]= 1ta (1); [Ns;a (1)]= a (1) (2112)
Ns is total number operator of the system. Here and in the following, we suppose
[Ns; Hs] = 0: (2.113)

If ngc = 0, existence of Ns and the above equation are not required. In (2.108) and
(2.109),

X ' (ce 1) .
e i1 1Y cg=2 4 1 _ ) 1 ) 10
= d X ' () cesinc ca( ) sinc ca( ) ;
2 1 2 2

(2.114)
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and X (ce; ;1) =X 7 (ce ;1) _, Here, X © ( )denotesoneof . (),
b (), where

Z 1
b ()= duTre[ BY . » (W)BY ' Y; (2.115)
; 1
1 -
e ()= duTr[oB'. , WByle 'Y (2.116)
; 1 ;
Z 4 C
()Y L Ob?oi(): (2.117)
’ 1
We set FO g = fNygyoc + FHyg, Where
<
Np = ¢l Cok : (2.118)
k;

Whenever Hy is an element of fO ¢, we suppose E, are fixed. We introduce the
eigenoperator

>
By (b) = pemn: bJ Ebins FINEp:n; 1By jEp:m; SIhEp:m; Sj; (2.119)

n;m;r;s

with  p.mn = Epm Eb:n @and HpjEp:n; ri = Ep:njEp:n; ri. r denotes the label of the
degeneracy. 1 is one of the elements of T p.mnj hEp:n; riBp jEp:m;Si &0 o g. The
relations

X
By () =B ; (2.120)
and
[Ho:Bo ( p)I=  tBb ( b); [Np;Bp ( p)I= Bp ( 1) (2.121)
hold. Then, we obtain
By . o (U)= By (ple ' oty oty (2.122)
BY' , (W)= [By (p)Pel M Pt iy (2123)
and
p () =2 ( p)e' Ho 2T N Ty (yBy ( p)BY )
° >
=e' H N2 ( 0)Tr( 6By ( p)[Bo ( n)IY);  (2.124)
+: > i i i
() =2 ( p)e ' Ho o P NoTry(p[By ( 5)]Byp )

=e r T ( 0)Tro( o[Bb ( b)Bp ( b)) (2.125)
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Here, we used (2.120) and Try( 1By ( p)[Bp ( %)]V) =0and
Tro( u[Bo ( b)’By ( ))) =0for , & ! Then, we obtain

b;; ()=e (i m, +ing) b (); (2.126)

with . ()= ,' () _,and

X _ 1
, ()=2 P X Tro( 5B ( 6)[Bo ( 0)P); (2.127)
><
y ()=2 P Tro( u[By ( b)PBy ( b)): (2.128)
b () satisfy
[ () = 4 () (2.129)
o ()=e 0 0 () (2.130)

The latter is the Kubo-Martin-Schwinger (KMS) condition. (2.130) is derived from
bBp ((p) =e (v IBy ( p) p(derived from (2.121)) and (2.124) and (2.125).
Here, we suppose the free Hamiltonian of the bath b:

N o< 0
Ho( 2) = "ok ( b)Chk Cok ; (2.131)
K;

and fO g =fN, g, with

N, = C)b/k Cpk - (2.132)

In this case, J can depend on time and

. x :
i () =2 Vok; Ve, Fy (o )e' ® ("bk ); (2.133)
e ()=2 Ve Vi, B de ' (e ) (2.134)
k;
. x . 1
. () =2 Vok; Vi Fy (Mok Je'® P..bk ; (2.135)
k;
+; — = + ip 1 X
e () =2 Vg Vik; Fy (ke PT (2.136)

k;

hold. | denotes the counting fields for N, . If the baths are fermions, Fb+(") =
f() € fexp( o(" )+ 1] tand F, () =1 fi("). If the baths are bosons,

Fo () =ne() Elexp( o 1) 1] Tand Fy (") = 1+ ny(").
(2.106) can be generalized as

>
Hsp( sb) = S(py Boyny +hec. (b2G); (2.137)

n;
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with
[Sy (1);Ns] = ns@y (1); [Bh;ny ( b);No] = nBpny ( b): (2.138)

Here,n=1;2; ,and s (!)and By,) ( ) are the eigenoperators.

2.3 Rotating wave approximation

In the CGA or Born-Markov approximation, the FCS-QME is described by a (!) and
[a (1O (1;1° 2 W). If Hg is time dependent, the generalization of usual RWA [28]
with static Hg is unclear. In this thesis, the RWA is defined as the limit ¢ ¥ 1
(ce minigoj! 1% 1) of the CGA. In this limit,

p (cai!) o (M) ey (ee B! (D) nor (2139)
hold because of the fact that

ca( L))
2

10
sinc ca( )

lim sinc
oy co

=2 4o (M) (2.140)

If Hs is time independent, this RWA is equivalent to usual RWA. L, ( ) is given by

Ly( ) = ,() ilhe( ) L (2.141)

where hy( ) is a Hermitian operator describing the Lamb shift. H_ ( ) def

is called the Lamb shift Hamiltonian. () and hy( ) are given by

P
bhb( )

>X XX h
p() = o (Dso (1) [sp (DY
! ; i
S () D5 (s (1D 3 5 (s (s, (1) 2142)
1 XX
ho( ) = > b, (DIsp (DPsp (1): (2.143)

'
Because of (2.83), hy( ) commutes with Hs( s):
[he( ) Hs( )] =0: (2.144)
We introduce projection super-operators P( s) and Q( s) by
P( s)En;MhEm;sj = EpEmIEn; MhEm;sj; (2.145)

and Q( s) =1 P( s). We define Bp & X 2 BjPX = Xgand Bq ¥ X 2

BjQX = Xg. R P 2 Bp holds. Then, K Q 2 Bg and
QR P=0=PR Q; (2.146)

hold. This implies that the right eigenvalue equations (3.3) are decomposed into two
closed systems of equations for P  and for Q . Thus, p is an element of Bp or
Bo. In particular, , 2 Bp. Then, the matrix representation of o( ) by jEn;ri is
block diagonalized. This implies

[Hs( s); o( )] =0: (2.147)
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For (2.106), ,( )in(2.141)is given by
> Xxh

() = S Mam P 5, () [ (Pa )
Sw M @Pa ) + 5 MY a@
1
LM amBa Oy Sy Ma®a®F :(2148)

The Lamb shift is given by

XX 1

ho( ) = 5 b (Dl (Ha (!)+% . (Da (Hla (V] 2.149)

The second equation of (2.112) leads

[hp( );Ns] = 0: (2.150)

2.4 Detailed balance condition
In this section, we consider the RWA. If we suppose (2.106),
b( e b(Hs bNS)) =( %’ )e p(Hs bNs) (b 2 G); (2.151)

holds using (2.130). This is the detailed balance condition. If we suppose (2.137), the
above relation also holds. From L1 = }1 = 0 (see (2.105)) and (2.151) for =1
lead

ye olHs oNs) — | o b(Hs ©Ns) = (2.152)

using (2.144) and (2.150). If the bath b is fermion, (2.106) or (2.137) are general.
In the following of this section, we consider canonical baths (b 2 C). (2.143) leads

o dl
() = b, (DIso (NP sp (1)
! : i
% . (1) [so (1)Psp (1) % . (DIsp (NPsp (1)  (2.153)
Then, we obtain
> X h
(1) )e bHs = b, (e ®'sy (NP e bMssy (1)

b (1) e *Hs[sy (DPsy O}
i

b, (DIsy (DPsp (1) e oHs (2.154)

NI =N
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using (2.83). Then,

b( e)(bHS X ( %’ )e bHs
= b, (Dsp (1) e °Hs[sy ()P
I i

b, (e °'sy (NI e ®Hssy (1)
>X XX h
= b, (DIsy (NP e s, (1)

b, (e °'sy (NI e »oPssy (1)

holds. Here, we used

XX >
s (DS (1) [ (DF'= s (Dlss (P s (1)
with
Z3
b, (1) = duDp, (u)e MY
1
Dy, (u) = Try[ bRtl): (U)Rg; I v=e¢e be:Trb(e be):
Using

Trp[ pR' (URY] = Trp[Ry, (U +i ) pRY, ]
=Tl bRy (U i p)Ry 1=Cp (U i)

b: (1) isgiven by

Zl
e (1) = duCp, (u ipe v
Z3y Z,
= du d g ()e'Y vel
1 1
=  (Ne »°h:

Substituting this into (2.155), we obtain
(e PMs)=(})e *Ms(b2C):
Substituting = 1 to this equation, we get
L€ bHs — 0:
If ngc > 0, we suppose
[sp (1);Ns]=0(b2C):
Then,

o( e b(Hs %Ns)) =( %’ )e b(Hs ’Ns) (b2 C);

(2.155)

(2.156)

(2.157)

(2.158)

(2.159)

(2.160)

(2.161)

(2.162)

(2.163)

(2.164)
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and
e bHs ENs) = o b(Hs {Ns) = (2.165)

hold. (2.164) is the detailed balance condition. Here, % is an arbitrary real number,
and we used

[ho( );Ns] =0; (2.166)
derived from (2.163). (2.163) and (2.104) lead

YNs =0 (b 2 C): (2.167)
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Chapter 3

FCS-QME and quantum pump

3.1 Currents

Generally, L, ( ) has the form:

><
Ly( ) = Gl )Aa Ba; (3.1)

a

where A, and B, belong to B and depend on s, and ¢,,( ) is a complex number

which depends on s, spand . Ifand only if A;;Ba & 1, ¢, ,( ) depends on

In this chapter, we assume only Markov property (i.e., K just depends on ). At
= 0, the FCS-QME becomes the quantum master equation (QME)

d@®

5 = RO @ (32)

R( ¢) equals K ( ) at = 0. In the following, a symbol X without denotes
X j =0-

In the Liouville space [25, 26], the left and right eigenvalue equations of the Li-
ouvillian are

R ()i nQ)ii = 1) n()ii; (3.3)
Ml (IR () = ol (O (3.4)

In the Liouville space, A 2 B is described by jAii. The inner produce is defined
by hAjBii = Trs(AYB) (A;B 2 B). In particular, hljAii = TrsA holds. A super-
operator which operates to a liner operator of the system becomes an operator of the
Liouville space. The left eigenvectors I ( ) and the right eigenvectors m( ) satisfy

()] m( )il = nm: (3.5)

The mode which has the eigenvalue with the maximum real part is assigned by the
label n = 0. Because the conservation of the probability %rhlj @)ii =R ( oj @i =
0 leads

hijK( ) = 0; (3.6)

inthe limit ¥ 0, ,( )becomes 0 and l,( )j becomes tij (i.e., lo( ) is identity
operator). In addition, j o( )ii determined by

R( )i o )ii =0; (3.7)

represents the instantaneous steady state.
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The formal solution of the FCS-QME (2.64) is
hZ ¢ i
j ii=Texp ds R () j (0)ii; (3.8)
0

where T denotes the time-ordering operation. Using this, we obtain the averages

h oiy =

@ : .
- hij (@i
Q(I o) =0 7

= tdu hLRC (Wi ()ii duio (u); (3.9)
0 0

where X© () def % —o When X is an (super)operator or c-number. Here, we

used h1jK( ) = 0. Moreover, using thlg( )j = th1j, o( ) = 0and (3.4), we obtain

1RO ()= § () g ( )R( ): (3.10)
Here, thig ( )j is defined by Ggeld  _  then
IS = @@('io (o )) N (3.11)
holds. The current ip (t) is given by [24]
io (t) = MjR® ( oj (i
= 5 (0 Mg (IR v i
= S (0 M (i Wi (312)
The current can also be written as
io () =hLw® ( oj Oii; (3.13)
where WO () is the current operator defined by
hjwe () = h1jR® (); (3.14)

i.e., Trs[WC () 1=Trs[RC ( ) ]forany 2 B. Therefore, using (3.1), the current
operator is given by

0, v-"2 0 .
WO () 2 ( )BaAa: (3.15)

b;a
Using (3.10), the instantaneous steady current is given by
i O i O isS .
MW= ()j o()ii= ¢ () g () (3.16)

In the following, we suppose (0) = o( o). In this case, as we will show, (t) =
o( ) +0O(¥= )holdswhere ! =2 = and

= &rg;inch Re[ n( )]o: (3.17)

n
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In ! limit, we obtain
_ . o, .d. ) 12
lo () =1ig () My ( t)JaJ o( DI +0 — ; (3.18)
which leads to
Z Z '
hoi = dtiS()+ dNAF()+0 = (3.19)
0 c

Here, " isthe n-th component of the control parameters, C is the trajectory from
to ,

A ()% m@()@@Jo(ﬁn (3.20)

P
is the BSN vector, and the summation symbol | is omitted. As we will show, the
BSN vector is also given by [25]

@
@ n

where R( ) is the pseudo-inverse of the Liouvillian defined by

AL () =hwWO (IR( )=—j o( )ii; (3.22)

ROR()=1 j o )iithij: (3.22)

In the research of adiabatic pumping, the expression of (3.19) is essential. In
Refs.[23, 24, 25], (3.19) with (3.20) was used to study the quantum pump. On the
other hand, in Ref.[34], (3.19) was derived using the generalized master equation
[33] and without using the FCS. In Ref.[34], A(r? ( ) was described by the quan-
tity corresponding to the current operator and the pseudo-inverse of the Liouvil-
lian, as shown in (3.21). In this chapter, we show the equivalence between the
FCS-QME approach and the generalized master equation approach (with the Born-
approximation) for all orders of the pumping frequency [25] (see also Ref.[35]).

3.2 Berry-Sinitsyn-Nemenman phase

The expression of (3.19) was originally derived like the following. The formal solu-
tion of the FCS-QME is expanded as

X Ry
i ®ii= " cy(teo® nIj (i (3.23)

n

Because eRotds n(s) (n & 0) exponentially damps as a function of time, only n = 0
term remains if 1. Solving the time evolution equation of ¢, (t) in ! limit,
we obtain
h 2 q i
Co( ) =co(0)exp . dtfhly ( Diged o il (3.24)

using (C.8) and the fact that the second term of RHS of (C.8) for m = 0 exponen-
tially damps as a function of time. Here, the argument of the exponential function is
called the BSN phase. Substituting this expression and ¢, (0) = thl, ( 0)j o( o)ii into
(3.23), we obtain the expression of () which provides (3.19). However, when we
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consider only the average of 0 , the BSN phase is not essential. All informations
of the counting fields up to the first order are included in W©° .
Substituting (3.24) and ¢, (0) = iy ( 0)j (0)ii into (3.23), we obtain

R d . R
j Qi Hig( o) (0)iie o dtMoC G ol Vi o dt oC O \( )ii; (3.25)

and the cumulant generating functionS ( ) =InZ ( ) =Infhlj ( )ii:

z z 0j o ()i
S()= dt o(o  d"Hig( )i

0 c @

+Inthly ( 0)j (O)ii + Inthlj 4( )ii: (3.26)
(3.26) is the same with Yuge et al.[23] except for that denotes a multi-counting field.

i = 08S ()
The averagesh o i = G5 _,are
z z

hoi = dt g (o+ dMAS ()+hg (o) Oii +ij o( 0)ii3.27)
0 C

R . -
Here,we used o d "Hip( )% 22" = hij o( i +h1j ( o)ii because
o )i %22 = :thij o ( )ii. The integrand of the first time integral, ¢ ( ), are

the instantaneous steady currents of O at time t; if the control parameters are fixed

to andthestateis o( ), thecurrentof O is 8 ( ). The third and fourth terms of
the right side of (3.27) cancel if the initial condition is the instantaneous steady state

o( o).

3.3 Cyclic pump

For = g, the second term of the right side of (3.27) can be described as a surface
integral over the surface S enclosed by C using the Stokes theorem :

hoi =p o i+h o g™ (3.28)
h o i = i dt o ( o); (3.29)
y
h 0B = g magniES (. 3.30
0 |5 - s 2 mn( ) ( )

is omitted. BSN

Here, ~ is the wedge product and the summation symbol .,

curvature Frgn( ) is given by

0AR () 8Am ().
@m en
Yuge et al.[23] focus on only the second term of (3.28) subtracting the first term, and

they did not evaluate h o i*. In § 4.2.2, we show that this contribution is usually
dominant if the thermodynamic parameters are modulated although the steady cur-

rents g) ( ) are zero if the thermodynamic parameters are fixed to zero bias.

Fon( ) = (3.31)
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3.4 Expansion by frequency

Applying the pseudo-inverse R( ) to the QME (3.2), we obtain

h i

1 OR( QG O = RO DS of Vi @32

with O () o ¢). One of the solution of (3.32) is
i @@= R(og jo(oi | O@i (333)

n=1 n=1

th1j (™M(t)ii = 0 holds (we show this at § 3.5). The general solution of (3.32) is

j @il = (@il + j~(D)ii; (3.34)
where ~(t) is the solution of
h gl
1 R( t)a j~()ii =0; (3.35)

with ~0) = (0) (ss)(0). By the way, applying R ( ) to (3.22) from the left, we
obtain

R()IR()HR()=R( ): (3.36)
This leads
R(OR( ) =1 j ()iithaj; th1j ()ii =1 (3.37)

Applying K( ) to (3.32) from the left and using the above relation and thij~(t)ii = 0,
we obtain

d. ... o
g (il = R ()j~b)ii; (3.38)

which is the same form with the original QME. The solution is j~(t)ii = 0 (t)j~(0)ii
with
hZ
def

i
Ot) € Texp tds R(s): (3.39)
0

P R
Because t1j~(0)ii = 0, j~(t)ii is described as j~(t)ii = &0 ch(t)e 0ds nC9)j ( ii.
This damps exponentially as a function of time. Then, the state reaches to a “steady
state”

def

(ss) = 0( t) + (ss) (t): (3-40)

~0) = (0 (ss)(0) is the difference of the initial state from the “steady state".
We introduce

Wi € Owj ™Oii; (3.41)

i~Owii ¥ dwj (i (3.42)
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The general solution of the QME is given by
X i
i @ii = i Mii +j~"Mii +j~Oii: (3.43)
n=1

h1j~M@ii = m1j ™(0)ii = 0 and h1j~O(t)ii = thij (0)ii = 0 holds. The current
io (t) is given by

io O =i (o+ iIS2®+1o (©); (3.44)
i) € WO (0] (@i (3.45)
o () ¥ hmjwO ( Oj~Wii: (3.46)
+(ss) X (n) +(n) 0 n)
i () = ), iy (t) rhle ( I (v)ir; (3.47)
n=1

X
o= 10010

n=0

WO ( O~ (b)ii: (3.48)

Let’s consider the relation between (3.12) and (3.44). In§ 3.2, we used -adiabatic
approximation (3.25), which becomes j ()it j o( ¢)ii at = 0. Substituting it to
(3.13), we obtain ip (t) iy (t). So, we cannot obtain igs)(t) + 7o (t). However,
fromthe o derivative of (3.25), we obtain

o ® 5 (0 IS (i of Vi (3.49
This is equivalent to (3.27) for (0) = o( o). (3.49) suggests
o= M (dig of it (350
In fact, this is equivalent to i5’ (t) = h1jW© ( ¢)j @ (t)ii, namely
io) (1) = muw0(0R<o gl o i (351)
because of

MWO (IR( )= IS ( )j+c° ( )Hhij: (3.52)

Here, ¢© () are constants shown in (E.10). We prove (3.52) in Appendix E. (3.52)
leads (3.21) and

500 = WO (IR 03 O i

S Oisj O i (353)

By the way, (3.12) is

o () = 0 g ( t)j%j (Dii (3.54)
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Substituting

X X X
M=o 0+ OO+ Oi)= O+ ~O@; (3.55)
n=1 n=0 n=0

to the RHS of (3.54), ¢ provides ig) and M provides ig'+l). (ss) Provides igs).

~M provides 12"

S (O i~

= IS ( IR( i~ ()i

= hjwWO ( OR( OR( i~ @®ii  c© ( IMLR( )i~ )i

= hWO ( 9@ j o( »iith1))i~ (Wi

=i (3.56)

The third and fourth terms of (3.27),h o i¥** = rm(? ( 0)j (O)it +m1j 8 ( o),
result from this relaxation. The contributionofh o i from (0)is
z
h o i & dt S ( i<y
0 dt

= IS ( i~Q@ii 1S ()~ )ii

dtid (0.

+ dt i~@wii: (3.57)

0 dt
The first term of the right side of (3.57) ish o i®**. Because we can obtain
rhlg () o( )it +Mlj g ( )it = 0 from the normalization thly ( )j o( )i =1,
h o i¥**is given by

h o B =HIS (o) j (i j o o)ii =g ( 0)j~@(0)ii: (3.58)
The second term of the right side of (3.57) is exponentially small since ~®( ) e
(@) .
The order of the third term is O(+) with ! =2 = because w = O(!) and the

integral range is restricted up to 1= since ~O(t) e . Hence
Zini . !
h oi™=h oi*™*+0(>): (3.59)
Since & (=0(1) and R( ) =O(%),
1
M=o = ™ (3.60)

In Appendix D, we discuss the reasonable range of n of (M (t) and show that with
the larger non-adiabaticity (*), the reasonable range becomes wider. We have

™ = o(L:e t), < = 0@ Y: (3.61)

The above equations and W€ = O( ) lead

m 1

n
n 1

i =0 ); 107 = o( e B 10 =0(e Y (3.62)

n 1
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This leads
Z
in 1
hoi™ L  gtil®) = o(=—); (3.63)
o~ (M) gef z mn
o € dtid® =0o(); (3.64)
ZO
hoi™ = dtiQ) =0 (3.65)
0
In particular, the contribution from the BSN vector is
Z
h o iBSNE R o j = d "hid ( )@J 0O _ 59): (3.66)
C

Moreover, although the BSN phase is derived under the -adiabatic condition
which makes (3.24) and cn( )e () 0 (n & 0) appropriate, its origin is probably a
non-adiabatic effect that comes from 1, because (3.50) shows that the BSN phase has
the information of the non-adiabatic part of the QME ( (t) = ()  o( t)).

For the RWA, at equilibrium (zero-bias) case, ¢( ) is the grand canonical distri-
bution

def € (Hs(s) Ns)

gl si v )= (s : ) (3.67)

CR(A11). Here, (s: ; )% Trgle ™s(s) Ns) s the inverse temperature
of all baths and is the chemical potential for b 2 G. (3.67) is derived from (2.152)
and (2.165). At zero-bias, for pumping by only ! ( ¥ are fixed), (3.20), (3.33) and
(3.41) lead that the pumping dose not occur in all orders of ! when g are fixed.

3.5 Arbitrariness of pseudo-inverse

General solution of RR( () =1 | o( p)iithij is given by

R(t) = J i(Diithlj + Ro( 1); (3.68)
where Rg( ) is one of the solution of

Ro( JR() =1 j of Jiithij: (3.69)

i(t) can depend on the inijtial values of the QME. In the following of this section,
we show that j M (b)ii = R()& | o( oii is independent of (t). Then, ™ and

~(M are independent of the choice of the pseudo-inverse.
M (t) is given by

i Oii = | .(t)urhljj'J o i+ Ro( 0 g of Vi

= Ro( t) J o( )il (3.70)
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Then, M(t) isindependent of the choice of the pseudo-inverse. Next, @ (t) is given
by

| Qi = (i & MiRo( 05 o Vi +Ro( 0% Ro( 03] of i€
By the way, applying tij to (3.69), we obtain
M1jRo( YR( ) = thij tij o( )iithlj =0: (3.72)
This leads
M1jRo( ) = C( )ij: (3.73)

Then, j @()ii and j ™M (b)ii do not depend on the choice of the pseudo-inverse. In
fact,

j YW = | i(t)ii%rhlj ™ ()i + Ro( t)%j M Wii; (3.74)
leads
1) O D)ii = tij i(t)ii%rhlj M ()i + C( t)%mu M (i (3.75)

Then, thij M(b)ii = 0 leads th1j ™*D(b)ii = 0. Because of this and th1j @ (t)ii = 0
derived from (3.70) and (3.73), we obtain

thij M@®ii=0 (n=1;2;3; ): (3.76)

This and (3.74) lead

| O = Ro( 9 5] O (3.77)

3.6 Generalized mater equation approach

It is important to recognize the relations between the FCS-QME approach and the
GME approach [66, 33, 67, 68, 69, 70, 71]. In the GME approach, p;j(t) = hij (t)jii are
governed by the generalized master equation (GME)

d >t ) )
api(t) = dt” Wi; (t; )p; (1), (3.78)
i 1

where jii are the energy eigenstates of the system Hamiltonian. The kernel Wij; (t; t))

can include the higher order contribution of the tunnelingFi)nteraction between baths
and the system. In the GME, p;(t) is given by pj(t) + o, € 0" dk(ftjk(t) [66, 33].

Moreover, W;; (t; tY) and pj (t) are expanded as Wij(t;t) = -, 1 Wigrgn)(t; t

P
handpj) = L, & ™ (t), where W (Gt t)and p™ (1) are of the

n=0 m= nFj(m) ij(m j(m)
order of I ™M |n particular, Wi?()m)(t; t th= Wigc?m)( t;t  t) is the kernel where
the control parameters are fixed to . Up to the second order of the tunneling in-
teraction (in the following we consider this level of approximation), we obtain (see
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Appendix F) [33, 70]

X
0=" KO o (3.79)
J
(n)
n_x
dpi "y (D ©) \(+D) .
i ,- KO Cop 1 (3.80)
forn=0;1; ,with
Zt
K= dtwie (ot (381)

which is the instantaneous Liouvillian corresponding to our IQ( v). (3.79) is just
the definition of the instantaneous steady state p}o)( t) p(O))(t) which satisfies

P o " (") o

ibi 7( v) = 1. Additionally, pi(m)(t) for n 1 satisfies Ip|(m)(t) 0. The
conservation of the probability leads to Ki(jo)( ¢) = 0, which corresponds to our
th1jR ( ¢) = 0. The charge or spin current ig (t) is given by [69, 70]

. > o)
io O = w; ( Jpj(D); (3.82)
ij

corresponding to our (3.13). W ( ¢) is the instantaneous current matrix of O in the

present approximation, WhICh corresponds to our WO () and is linear in  (see
(8.15)). ip (t) can be rewritten as

def

) X
io = w (omw ()=

J i

wy () (3.83)

o R S ERTT - Pi o -
w; () correspondstohjjW™ (' ¢)jji. Substituting p; (t) n=0 Pj n)(t) into (3.82),
we obtain

X >
io =" im0 iPO%  wi (oplp 0 (3.84)
n=0 i;j
(3.80) for n = 0 leads to [69]

<X do@
pj(? H® = Rji( t) p'dt( t)-

(3.85)

Here, Rji( ¢) is the pseudo-inverse of K(O)( ) corresponding to our R( ¢) and itis
given by [69]

Rii( 0= (K i K=K KD (3.86)
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Substituting (3.85) into (3.84), we obtain [69]

(l)(t) O ( ) O)( t)’

(3.87)
>

(o= v@(o&m0= w; ( ORji( o) (3.88)
| J

A similar method has been used in Ref.[66]. ’? ( ¢) and (3.87) respectively corre-
spond to our h1jWw©® ( )R( ) and (3.51). Moreover, (3.80) for arbitrary n leads to

(n) (t)

X
oY = Rmoé%Lf (3.89)
i

which corresponds to our (3.33). Because of these relations, the GME approach is
equivalent to the FCS-QME approach in the calculation up to the second order of the
tunneling interaction. Additionally, we discuss corrections due to the non-adiabatic
effect of the FCS-QME in Appendix D. The first equation of (D.7) is consistent with
pﬁ()))(t) = O(! g)derivedin Appendix F. Here, g isthe relaxation time of the baths.

In this chapter, we proved the equivalence between (3.12) and (3.44) using a key
relation (3.52) and showed the origin of the BSN phase is a non-adiabatic effect, and
connected the FCS-QME approach and the GME approach [69]. These are among
the most important results of the first half of this thesis.






53

Chapter 4

Quantum adiabatic pump

4.1 Model

In this chapter, we consider quantum dots (QDs) (denoted by a symbol SHveakIy
coupled to several leads. The total Hamiltonian is Heot ( %(t)) = Hs( s(t))+  ,[Hn( %(t))+
Hsp( sp(t))]. Here, Hs( s(t)) is the system (QDs) Hamiltonian, Hy( E)(t)) is the
Hamiltonian of the lead b, and Hsp( sp(t)) is the tunneling interaction Hamiltonian
between S and the lead b. To observe the spin effects, we suppose that the leads and

the system are applied to collinear magnetic fields with different amplitudes, which

relate to spins through the Zeeman effect. The leads are noninteracting:

>
Ho( ) = ("ok + 9sBn(t))cly Cok : (4.1)
K;
Here, =";#= 1isspin label,
1
Ob = > B (4.2)

where g, is the g-factor of the lead b, g is the Bohr magneton and By(t) is the
strength of the magnetic field of the lead b. cgk (cpk ) is the creation (annihilation)
operator of an electron with spin  and momentum k in the lead b. The system
Hamiltonian is

>
Hs( s(t) = "ns;mso(Bs(t))a)rllsams0 + Hcoulomb; (4.3)

n;m;s;s?

where as is the creation operator of an electron with orbital n and spin s. "ns:ms0(Bs (t))
means the energy of the electron for n = m;s = s’ and the tunneling amplitude be-
tween orbitals for (n; s) & (m; s’) which depends on the magnetic field of the system.
Hcoulomb denotes Coulomb interaction. The tunneling interaction Hamiltonian is

X p____
Hsp( sn(t)) = b(t)Vok :ns@hsCok + h.C.; (4.9)

k; ;n;s

where (t) is a dimensionless parameter, and vy :ns is the tunneling amplitude.
We assume Bs, TBygy, and gy, are control parameters (denoted

" = (Bs; fBpgy; F bgp) and are called the dynamic parameters). The thermody-
namic parameters (the chemical potentials and inverse temperatures of the leads,
f wop and F gy) are also considered as control parameters in 8 4.2.2 and 8§ 4.3.2. We
denote " =F ; pgpand = '+ U Yuge et al.[23] chose the set of control pa-
rameters as only %. However we are interested in " for the reason explained in §
4.2.2.
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We choose the measured observables fO g = fNp gy =4 WithN, = Pk cﬁk Chk -
The pumped charge (spin) of the lead bisgiven by h Np«i h Npgi. h Ny iarecal-
culated by (3.28). In fact, what we call the pumped charge, h Np+i +h Nggl, is the
pumped electron number (actual pumped charge is given by e[h Nyi +h Npzi],
where e (> 0) is the elementary charge).

In § 4.2.3 and 8 4.3 we consider a one level system

X
Hs( s(t) = 15(Bs())alas + Uala-aay; (4.5)
s=""#

as a special model of (4.3). Here, s =";#= 1,
15(Bs) = Yo +sgsBs; (4.6)

with 1 the electron energy at Bs = 0, and

1
gs = > BUs: 4.7

where g is the g factor of the QD.
In the following of this chapter, we apply the FCS-QME with RWA.

4.2 Non-interacting system

In this section, we consider a noninteracting system (Hcoulomp = 0). The system
Hamiltonian (4.3) can be diagonalized

=
Hs = !'ib)i/bi; (4.8)
i=1

P
by a unitary transform aps = 2 Upg;ibi. The tunneling interaction Hamiltonian
(4.4) is

x
HSb = ka ;ib%lcbk + h.C.; (4.9)
k; ;i
with
Xp__
Wi ;i = bVbk ;nsUns:i: (4.10)
n;s

In 8 4.2.1, the Liouvillian and its instantaneous steady state are explained. In §
4.2.2, we consider the contribution of (3.29) and show that this cannot be neglected
in general if the chemical potentials and the temperatures are not fixed. In84.2.3, we
calculate the BSN curvatures for two combinations of modulated control parameters
(BL;Bs)and ( ;Bs).
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421 Liouvillian

The Liouvillian in the RWA is given by

P ¢

R()=  RK() (4.11)
i=1

Ri () = i[%bbi [+

N

i () i[Heis T (4.12)

if ;g are not degenerated. Here, super-operator Ai ( ) operates to an arbitrary
operator as

) 1 1
SOy =g b5 oo S b
: y 1 v Loy O
+ i bi b 5 by bi 3 b (4.13)
with
> _
it =2 Wik i fy (F)e ' (i + GuBp  Hi): (4.14)
b;k;

Here, f," (1) = [e »(* ) +1] Yisthe Fermidistribution function, f, (¥) =1 (1),
p is the counting field for N, . The Lamb shift Hamiltonian is given by

Hui = i Hodbs; (4.15)
with
N 1 .
()= 5 i+ i (4.16)
X 2 1
i =2 Wk i, (4P : 4.17
i . Wik i) fy (1) "+ BBs & ( )
Here, P denotes the Cauchy principal value. i; satisfies
, X
b;
and
i — .
with
X. .2
bii = 2 Wik ii7F) (]i) (o + 6By i): (4.20)
K
We set
> >
i = b i = b (4.21)
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with
x - .2
b =2 Wk i (b + 9By Ei): (4.22)
K
Then,
i= T+ (4.23)
and
bi:i— b ;ifb (%); (4.24)

hold. The matrix representation of IQi ( ) (see Appendix B) by the number states of
b}’bi (joij and jlij) isa4 4 matrix which is block diagonalized to fj0i;;h0j; j1iiihljg
space and fj0i;ihlj; j1i;;h0jg space. The j0i;;h0j; j1i;;hljg part is given by
+ ; AN
Ki () A JLLiiy

(4.25)

fjOi;;hlj; j1i;;h0jg part does not relate to the instantaneous steady state of IQi (). The
eigenvalue of the instantaneous steady state of IQi ( ) isgiven by

* ) qa——
()= 70 o 0, (4.26)
with
Di()=[ i+ i]2:4 [ . T I (4.27)

The corresponding left and right eigenvectorsarej ,;( )ii = C; ( )j00iii+E; ( )j1lii;

and thlo;( )j = ith00j +v; ( )imlljwithC; () = = _j,]Z+i_; =
Ei ( ): [ .-+i+;?_(]2C_)';_i_'j ;i+)_+; , and
+ P
v ()= i2 *2 Di() (4.28)
At , =0,E; ( )becomes
Ei( )= |+—|I— i (4.29)
and C; ( ) becomesCi( ) =1 Ei( ). We have
>
()= o;i( ) (4.30)
S
o( )= _ 0;i( ) (4.31)

D
()= loi( ): (4.32)
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4.2.2 Instantaneous steady currents

The instantaneous steady current is given by ip° ( ) = % —o- (4.30) leads to

b )
1SS X'SS
ip ()= i) (4.33)
i
Here, i¥°..( ) = 9 0iC) are calculated from (4.26) as
Tobi @i p) =0 '
. o
i )= (4.34)
1
From (4.18), we obtain
X‘SS
ip.i( )=0: (4.35)
b;
From (4.24), we obtain
P
: b peny builfe(di)  Fo(i)]
()= SRS : (4.36)
1
iy’ () vanishes at zero bias (, = , p = ). Letus consider the modulation of

only the thermodynamic parameters ( ") similar to Refs.[23, 79, 24, 83]. The fac-
tor depending on ¥ of if*;( 1) is f ;. L) T y(Fi) with £, (1) =
e * )+1] 1 Hence

=SS X b ;i X Z
h Ny I = N i AR s wo() T oy wo (DL (4.37)
i bi(&b)

is generally nonzero and is much lager thanh N, i5*™ because the period is large
for adiabatic pumps. Similarly, we can show thath N i is generally nonzero for
interacting system (8 4.3.2). Reference[24] considered special modulations of only
thermodynamic parameters which satisfy h Ny i = 0. In fact, the instantaneous
steady currents are always zero for arbitrary modulations of only the dynamics pa-
rameters at zero bias.

The pumped charge and spin due to the instantaneous steady currents (back-
grounds) are generally nonzero even if the time averages of the bias are zero.
References[68, 69] (two leads case) chose V = LR R asone of the modulating
parameters and considered a pumping such that 1 o dtV()=0andh Ny i* &0.
In such pumping, the (thermal or voltage) bias is effectively nonzero.

Even if the backgrounds do not vanish, one can detect the BSN curvatures by
subtracting the backgrounds by using zero-frequency measurements or by lock-in
measurements. However, if one wants to apply the adiabatic pump to the current
standard[50, 51], the instantaneous steady currents should be zero at all times be-
cause the backgrounds are sensitive to the velocity of the modulation of the control
parameters and its trajectory. In contrast, the pumped charge and spin due to the
BSN curvatures are robust against the modulation of the velocity and the trajectory.
Hence, if one wants to directly apply the BSN curvatures to, for instance, the current
standard, one should fix the thermodynamic parameters at zero bias.
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4.2.3 BSN curvatures

In the following of this subsection, we consider one level system of which the Hamil-
tonian is (4.5) at U = 0. The instantaneous steady state is given by j P:( )it =

s="#] o0s( )ii because the Liouvillian is described by asummation (R =" _.., Ks).
Similarly, the corresponding left eigenvalue is given by thly( )j = s=uhly.( )]
The BSN vectors are given by
X QE
mO= e hE (4.38)
s="#
where
b, 0y _ @Vs( ) — bs.
Y = — = ; 4.39
with
0 > 2
bis( ) =2 b bk sl ("ok+ 9By Yo SgsBs): (4.40)
K
b (0 0 Pob o
vg ( 7) dosenotdependon . . vg (°) =1leads
X 0E
Ab ()= @S(n ). (4.41)
b; S="#
This equation and (4.35) lead
X ) X
h Ny i = [Es( ) Es( o)l (4.42)
b; s="#

The RHS is (1) times the change of the total electron average number of the QD.
The above equation describes the conservation of the total electron number. (4.38)
leads to an expression of the BSN curvatures

> hgye ( 1y eES( )
@em @n

s="#

i
Fon( ) = (m$Bn) : (4.43)

We emphasize that (4.43) is consistent with the results of Refs.[68, 69, 23], which
showed that the pumped charge (and also spin in Ref.[69]) vanishes at the noninter-
acting limit in these settings. The set of control parameters was ¥ (for Ref.[23])
and flo;V = | Rrg (for Refs.[68,69]). If ™or "isanelementof % FP_( )is
consistently zero. In Refs.[68, 69], the line-width functions were energy-independent,
namely , s( ") = .5 p=constant. Hence 0 b@fo( D= 0= @b@?i\j(o) and F?o;v( ) =
0 hold consistently.

To calculate F2,,( ), we need to assume the energy dependences of | .s. For the
simplicity, we assume that

bs= sl b+ b (SUsBs  GyBb)]
= s blo+ § (sUsBs  GBy)l; (4.44)

where % are energy differential coefficients of the line-width functions at B, =
Bs = 0. Namely, we disregard spin flips induced by tunneling between the QD
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and the leads. (4.44) is always appropriate when j ?)(gs Bs gvBp)j p IS satisfied.
Additionally, we fix % to zerobias (, = , , = ), in which Es( ) is given by
Es( ) =f(1g+sgsBs)withf(1) =[e (* J)+1] 1. Inthe following this subsection,
we suppose two leads (b = L;R)case. ( ™M; ™) = (B.;Bs);( L;Bs) components
of the charge and spin BSN curvatures of the lead L are

L" L#
B ;Bs BL;Bs

= gsgL ([F'(Jo+0gsBs) (1o gsBs)l—
tot

gsgL V[F'(Yo+gsBs) f'(Yo gsBs)]

2 R R L
1(9sBs gBL)—5 + R(9sBs OrBr)—5— ; (4.45)
tot tot
FL° FL*
L:Bs L:Bs

= gs[F(1o+gsBs) F(! B LR R
gs[f (1o +9sBs) (Yo gss)](LL+RR)2

R R L L.
(L L+ r R?
(4.46)

gs[f'(To +9gsBs) (1o gsBs)] ! (sBs 0LBL)

Here (1) = % and ¢t = L+ Rr. The pumped charge (spin) induced by a
slow cycle modulation of ( ";Bs) ( " =By; L) aregiven by
z

h Nevi h Ngi=  d "dBs(Fhg, Flhog): (4.47)
Sl’l

where SM are areas enclosed by the trajectories of ( " Bs). Fg. Fiig ("=
BL; L) are invariant under the transformation , ¥ c , g I p (for ahy c > 0).
Hence relevant quantities are g_ tot- The coupling strength tot itself is not impor-
tant. FB B F'B‘# B are proportional to gsg. and F- Bs F"# B are proportional
to gs. The first terms of the right side of (4.45) and (4. 46) are domlnant terms. In the
limit } ¥ 0,F5 5 Fg g, and the second term of (4.46) vanish; however, the
dominant term of (4.46) remalns Atly= ,fl(1p+9gsBs) f'(1y gsBs) vanish.
Hence, at 1o = , the dominant terms of the spin BSN curvature of (B ; Bs) pump
and the charge BSN of ( |_; Bs) pump vanish. The contour plots of these BSN cur-
vatures are shown in Figs. 4.1(a) and 1(b) and Figs. 4.2(a) and 2(b). The details are
explained in 8§ 4.3.3.

Itis important to remark that ( ™; ™) = (BL;BRr);( L; Rr)components of the
charge and spin BSN curvatures are zero at zero bias because, in (4.43), Es( ) =
f(¥y + sgsBs) are independent of B, -r and | -g. As we showed in 8 3.4, for
general model, the pumping dose not occur for all orders of the pumping frequency
when g are fixed.

4.3 Interacting system

In this section, we study the interacting system (4.5). First, we explain the Liouvillian
for0 U 1A (8 4.3.1). Next, the instantaneous steady charge and spin currents
are calculated at U = 1 (8 4.3.2). In § 4.3.3, we confirm the consistency between
our results and Ref.[69] for0 U 1. The BSN curvatures corresponding to (4.45)
and (4.46) are calculated at U = 1 and differences of the results between U = 0
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and U = L are discussed (8 4.3.3). Finally, in 8§ 4.3.5, we study the pumping for
0 U 14 inthe wide-band limit (i.e., (4.44) with % =0).

4.3.1 Liouvillian

We explain the Liouvillian for kg T > , in which the Born-Markov approximation is
appropriate. The matrix representation of the Liouvillian of the RWA by the number
states fjn-ngig (ng = 0;1 are the numbers of an electron with spin s =";#) is a
16 16 matrix which is block diagonalized to the “diagonal" space (spanned by
fjn=ngihn-ngjgn...n.=o0:1) and the “off-diagonal” space (spanned by
fjn-ngihm-mgjgn...n,)em-:m,))- The “diagonal” block is given by

0 . . 1
[ =+ s 0 j0000ii
_ [ .+ }] 0 N §j1010ii
K )_g - 0 [, + ] L jor01ii (#48)
0 . M [ .+ ,] (111t
with
_ < >
s’ =2 b ok :sJ°F, (Yo +sgsBs +U)
b k;
e'® ("k+ @By Yo sgsBs U); (4.49)
and s’ = s’ ju=o. s’ satisfies
_ >
s = s = b s (4.50)
b;
and
X
. = < 451
@(l b ) =0 b ;s ( 5 )
with
bis — 2 JVbk ;sjsz (Yo +sgsBs +U)
k
e 't ("w+ ®wBy, Yo sgsBs U): (4.52)

The off-diagonal block is a (12  12)-diagonal matrix, which dose not relate to the
instantaneous steady state. AtU =0, K ( ) becomes K..( ) 1x4+1- K,( ), where
Ks ( )(s =";#) are given by (4.25) and 15 are identity matrices. In the opposite limit
UT 1 K ()reducesto

o | 1
[ T+ 71 ., _joo0oii

K®y=8 » 0 Xj1010ii: (4.53)
- 0 , 0101

because the density of states of the leads vanish at high energy ( ¢ ¥ 0):
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Charge(U=0)
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-5 -1.825x107* -0.5x 1074
~1.875%107* ~1.0x 10~2
0 5 0 s
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FIGURE 4.1: (a) BSN curvature of charge of (BL; Bs) pump, [Fg. .5 +

Fol.gJ= 2 ZatU = 0, (b) the BSN curvature of spin, [Fs. 5.

Fo' s = %atU=0,(0) [Fg s, +Fa'g.Js 2 “atU =1, and

@ I[Fs 8. Fs g 2 ?atU = 1. The values of the parameters

used for these plotsare | = r= , ! = L =01, =05=,

Iy = 3 ,and Br =0, and all g factors (g, , g, 95) are  0:44 (bulk
GaAs).
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FIGURE 4.2: (a) BSN curvature of charge of ( ;Bs) pump,
[F- g, +FY g J=2 at U = 0, (b) the BSN curvature of spin,

L BS
F- e, F""f;BS]- ®atlU=0()[F" g +F7¥ g -2atU =1,
and (d) [F- 5. FYg l-2atu = 1. The values of the parame-
ters used for these plots are L= r=, = L=01andB_=0

and other conditions are the same as F|g 4.1.
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. #BBs

J e 1
-40 =20 0 20 40 T

(c) [u(Bs)—ny(=Bs)]-T

(b)

FIGURE 4.3: (a)ns(B), (b)[ng(B) +ns( B)] ., (9)Ins(B) ns( B)]

for U= =0, 15, 3, 45, 6, 75 9, 1. Here, nl;( Bs) =
gis%jaz Bs and ny (Bs) is defined by (4.92). The conditions are

the same as Fig. 4.1.
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4.3.2 Instantaneous steady currents forU ¥ 1

In this subsection, we set U = .. The characteristic polynomial of K (1) is denoted
as

X
Ca(; )=det(Kk M Y= cp()" = (4.54)
n=0
Because of Co(0) = 0, = 0is one of the solutionsat = 0. Now we set , as
infinitesimal and other counting fields are zero. Then, the eigenvalue corresponding
to the instantaneous steady state is givenby = =i p ip° +O( g ). It leads to
0=Cs( ; ) =Ci(0)i p iff +i » C§ withc§ = £ _ and we obtain
Cb
i = = 4.55
b C1(0) (4.55)
with C1(0) = [T , + . 4+ . L] FromCo( ) = [ T+ ] . , +
; +; N
" Wy oy ., we have
R TS I L G I A N
Iy = + + + 4 ' ( )
"o# "# "o

The total instantaneous steady current vanishes:

x
ip =0: (4.57)
b;
i;> can be rewritten as
P P ; |
iks)s _ s=""# s_:) S (&) +b°;s[fb°(-s) fb(-s)]: (4.58)
g ot oy

Here, (s =";#)describes , fors="and , fors =# At zero bias, the instan-
taneous steady currents vanish. Similar to 8 4.2.2, h N, i are generally nonzero
when ¥ is not fixed at zero bias.

4.3.3 BSN curvaturesforU 1 1

The instantaneous steady state o( ) and corresponding left eigenvector I, ( ) are
written as

0 = 0j00ih00j + ~j10ih10j + 4j01ih01j + ,j1lihllj; (4.59)
and

l, = jO0ih00j + I..j10ih10j + 1,,jO1in01j + 1,j11ih11j: (4.60)
The BSN vectors are given by

<X
AL () = 1L ( )@@"(n); (4.61)

c="#2
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where I2 () = @@['(Ci(b)]) _o- It leads to the BSN curvatures
< erR ()e ()

b =
Fon( ) @m @n

(m S n): (4.62)

c="#;2

We confirmed the consistency between our results and Ref.[69], which studied the
similarsystemfor0 U 1 usingthe wide-band limit. Aswe explained in Chap.3,
-0 ( ) of (3.88) corresponds to Hﬁlg ( )i, namely 12 (). In the condition of the
wide-band limit, we calculated 12 ( ) (c =";#;2) for0 U 1 and confirmed
numerically the correspondence between ’? () (c="#2 and [|2"( ) E#( )]
for the charge and spin pump.

Particularly, in the limitU ¥ 1, ; vanishesand F2,( ) reduces to

X o1 Pye ()
@em™ @n

FoiP() = (m s n); (4.63)

s="#
where §1>( ) and IE (1)( ) are the limitsU ¥ 1 of ¢( )and |g ( ), respectively.
From (4.53) we obtain

(1) — s .
() L eE (4.64)
M)y = —= (4.65)
s + 0
and
) iSS
P y= s B0 (4.66)
S
P @, _ -
(4.57) leads . Is ( ) = 1. Then, we obtain
X v > 9 ()
AL D) = T (4.67)
b; c=""#;2
This equation and (4.57) lead
X ) X 1 1
h Ny i= [EPC) P (4.68)
b; s=""#

The RHS is ( 1) times the change of the total electron average number of the QD.
The above equation describes the conservation of the total electron number. In the
following of this subsection, we fix " to zerobias (, = , p = ) and suppose

(4.44). Then, IE (1)( ) equals v ( ") given by (4.39) and §1>( ) are given by

e (s )

(sBs)=1+e U dxe (- ) (4.69)

We emphasize that Fr?qn(l)( ) can be obtained by just a replacement,

Es()=1f(1s) ¥ (sBs); (4.70)
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in (4.43). In the following this subsection, we suppose two leads (b = L;R) case.
The charge and spin BSN curvatures of (B ;Bs);( ;Bs) pump are given by a

replacement F'(1y gsBs) ¥ !( Bs)in (4.45)and (4.46), where ‘(Bs) & gls @@(g’;).
Similar to U = 0, the charge and spin BSN curvatures of (B._;Br);( r; Rr) pump
are zero.

In Figs. 4.1(a)-4.1(d), we plot the BSN curvatures of (B ; Bs) pump normalized
by ( g= )2, where = | = grand g =57:88 eV/Tisthe Bohr magneton. For
U = 0, the charge and spin BSN curvatures are shown in Fig. 4.1(a) and Fig. 4.1(b),
and for U = 1 these are shown in Figs. 4.1(c) and 4.1(d). The horizontal and vertical
axes of these plots are the strength of the magnetic fields Bs and B, normalized
by = B. The values of the parameters used for these plotsare | = r =

V= L =01 =05=,1= 3 BR=0andgL=gR=gS— 0:44
(bulk GaAs) The BSN curvatures of ( BS) pump normallzed by g= areshown
similarly in Figs. 4.2(a)-4.2(d). Inall plots, | = r= , ! = =0:1,BL =0,
and other conditions are the same as in Fig. 4.1. In Figs. 4.1 and 4. 2 the maximum
values of j !(gsBs  gpBp)j= p are 0.44 and 0.22 (<1), respectively. The pumped
charges and spins are given by (4.47).

Figure 4.3(a) shows the instantaneous average numbers of the up spin electron
of the QD, ny(Bs) defined by (4.92) at U= =0, 1.5,3,4.5,6,7.5,9, L for =0:5= ,
Iy = 3 ,andgs = 0:44 g=2. Inparticular,ng = f(1p+gsBs)and nq (Bs) =

(Bs) hold. Because two electrons cannot occupy a QD at U = 1., the magnetic field
dependence of (Bs) is more sensitive than (1o + gsBs). Figures 4.3(b) and 4.3(c)
show n{;(Bs) n!,( Bs)normalized by 1= , where n{,( Bs) = gls @”5é8)j = Bs-

In Figs. 4.2(a) and 4.2(c), the charge BSN curvatures of ( ; Bs) pump vanish at
Bs = 0. This is because the first term of (4.46) vanishes since n%(Bs) n’( Bs) =0
(n denotes ng or n4 ) for Bs = 0 and the second term vanishes since gsBs ¢yBy, =0
for Bs = 0 = By. Similarly, in Figs. 4.1(b) and 4.1(d), the spin BSN curvatures of
(BL; Bs) pump vanish at Bs = 0 = B. The zero lines in these plots relate to the
cancellation between the first and second terms of (4.45). Figures. 4.1(a), 4.1(c) and
Figs. 4.1(b), 4.1(d) are respectively symmetric and antisymmetric under the transfor-
mation (Bs;BL) ¥ ( Bs; BL). Similarly, Figs. 4.2(b), 4.2(d) and Figs. 4.2(a), 4.2(c)
are respectively symmetric and antisymmetric under the transformationBs ¥ Bs.
We emphasize that pure charge and pure spin pumps are respectively realized for
(BL;Bs) pump and ( ;Bs) pump such that the areas S" in (4.47) are symmetric
under the above transformations. An instance of symmetric area of (B; Bs) pump
is a disk of which the centeris Bs =0 = B,..

In 1y > region, the larger 1y , the less difference betweenU = 0and U = 1
becomes. The Coulomb interaction prevents two electrons from occupying the QD.
This effect is conspicuous in the 'y < region, although it is not important in the
1o, > region.

As shown in Figs. 4.1(a), 4.1(c) and Figs. 4.2(b), 4.2(d), the Bs dependence of the
charge BSN curvature of (B; Bs) pump and the spin BSN curvature of ( ;Bs)
pump at U = 0 are more gentle than those at U = .. It results from the behavior of
n(Bs) + n’( Bg) as shown in Fig. 4.3(b).

As shown in Figs. 4.1(b), 4.1(d) and in Figs. 4.2(a), 4.2(c), the Bs dependence of
the spin BSN curvature of (B.; Bs) pump and the charge BSN curvature of ( |_; Bs)
pump are opposite. This is because the leading term (in weak magnetic field region)
of these are proportional to n'(Bs) n'( Bs) and its Bs dependence is opposite in
U=0andU = 1 for Iy < O asindicated in Fig. 4.3(b). This inversion is realized
for only 1, < Oregion. At 1o = |, (1o +9gsBs) fF'(1p gsBs) vanish. In
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1o > region, the signs of /(1o +gsBs) f(1g gsBs)and '(Bs) Y Bg)are
the same.

InFigs. 4.1 and 4.2, absolute values of the normalized BSN curvatures are smaller
than unity. However, we can improve this problem by tuning g factors. The first and
second terms of the right side of (4.45) are the second and third order in the g factors,
and the first and second terms of the right side of (4.46) are the first and second order
in the g factors. If all g factors change to 20 (for example for the materials like InAs,
InSb), the first, second, and third order terms become about 45, 2 000, and 90 000
times. In fact, for these values of g factors, the assumption (4.44) is not appropriate
for magnetic fields that are not small; we need concrete energy dependence of the
line-width functions.

4.3.4 Instantaneous steady currents

The characteristic polynomial of (4.48) is

X
det(K Y= cn() "+ % (4.71)

n=0

Similar to (4.3.2), we obtain

5SS CO .
, 472
b c1(0) (#.72)
withc§ = 222 _ ¢ ) is given by
co( ) = KooKmKusKay  KooKas 4 5 KooK o/ 07
KgKoo o Cow Koo Ko # ; :#_;
S T
M + :
S R
oo 8 o oo (4.73)
Then, we obtain
@ = KooKl 4 5 % 5] KooKe[ g &0 0 ]
K##KZZ[ b o M b ] K22K [ b # ; # ;#]
+ + + + + +
[ 6. # bl # v #low ~  w ool
T o I U~ S SR
Hopw s s oowle st o alows  wopou
[ b # + # ;] " ; # +[ b ;" ; ;;#] (4'74)
Here,
>
bs =2 b bk )Ty (Ts+U) "ok + By s U); (4.75)

k
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and | o= .5 y=o €1(0)isgiven by
€1(0) = KooKmKys  KooKeKoy  KooKygsKo Ko KygKoo
+K##( # 1-::-_'— " 'T)+K00( # ;+ " 'T)
FRKe( 0 T, D HKp( . T+, D) (4.76)

P . .. .
b CB =0leads . i}> =0. Atzero-bias, i;> vanishes.

4.3.5 BSN curvatures
(Ic) are given by

[ K+ oll Koo+ o] 47 + 5 .0 5 0 0 0
(.) = - T ; (4.77)
[ K##"' o] " # +[ Ko + o] # "
[ Ko + 0][ Koo + O] "!'; + ;'; #; "!'; l':'; L "!';
(I#) = +; +; +; +; '(478)
[ Ko + 0] # " +[ K##"' O] " #
R L ()
(1, = — : (4.79)
#
Similarly, we obtain . = or¢ (c =";#;2) with
KK + .o v
- ##1N00 ¢ # # # #; (4.80)
Kigg v 5 Kooy
KuwKgg « + M .o
ry = % ## : (4.81)
Koy Ky vy
v Keers
rnh= — ———: (4.82)
#
1
= _pP- (4.83)
0
1+ c=""#;2 Fe

Here,
=1+e (r- )+e (Ys )+e (Ye+ly+U 2 ): (485)

In the following of this subsection, we suppose that the line-width functions do
not depend on the energy. Then, we obtain

b =S —yp, (4.86)

NI o .
B = 20 DFEo 4 h (4.87)
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Substituting these two equations to (4.62), we obtain

. n
Fb ()= @@m b s @@S(n) (m S n): (4.88)
s="#
Here,
(s ) (210+U 2)
ng = s+ 2=e re ° : (4.89)

is the average number of the electrons in the QD with spin s. Because the line-width
functions are energy-independent, the BSN curvatures of (By; Bs)-pump vanish. In
the following this subsection, we suppose two leads (b = L; R) case. If we suppose

bis()= s b= s b (4.90)

the BSN curvatures of (| ; Bs)-pump are given by

L™ L# — 0 0 L R R i
Foes F s = slnhu(Bs) ny( Bs)]( L+ r R (4.91)
where
) (219+U 2)
def _ e +e .
u(Bs) = n-= 14+e (I D4 (I )ge @Lo+U 2)’ (4.92)
1 B
ol (Bs) & 1 0Nu(B) (4.93)

gs @B B= Bs

Because ng = f(1p +9gsBs) and n1 (Bs) = (Bs), (4.91) confirms with the results of
§ 4.2.3and § 4.3.3. n,(sBs) and n{;(Bs) n!,( Bs) are given by

n} (sBs)
e (Yo )[e s gsBs + @S gSBse [2(Yo )+U]+26 (o )]
fl+e (Yo e 9sBs +¢ OsBs]+e [(To )+Ulg2 (4.94)
n(Bs) ni( Bs)
= []_ e [2(1o )+U]] e (Yo )(e 9sBs @ gSBS) -
fl+e (o e 9sBs +¢ UsBs]+e [T )+Ulg2’
(4.95)
n,(Bs) +n{,( Bs)
e (Yo )[1+e [2(%0 )+U]](e gsBs +e gSBS)+4e 2 (Yo )
- fl+e (To e 9sBs +¢ 0UsBs]+e [2(To )+Ulg2 : (4.96)
In particular, at
U
' = o 4.97
0 2 (4.97)

n),(Bs) nl( Bs)=0andF"- 5 +F“" . =o0hold. (4.97)is called the half-filling
g . .. LBs L:Bs . . .
condition. Under this condition, pure spin pump is realized. n°U (Bs) n%,( Bs) is
proportional to Fy 1 e [(Yo )*Ul This factor becomes Fg =1 e [0 )l
atU=0andFq =1atU I 1.1If1, <0,Fy<0holdsand n},(Bs) n!,( Bs)
is negative for 0 U< 2 Yand 0 for U = 2(1 ) and positive for
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U> 2(1y ). If1, >0,n},(Bs) ni( Bs)isalways positive.
We focus on a cyclic pump of an area | ,Bg Bs Bg. The
pumped charge and spin are given by

h Ne+i h Nygi
Z + I
= d L dBS (F LL;BS FL#LJBS)
7 o Z
N Bg
= d L -R R __ dBs gs[n)(Bs) nY( Bs)]
(L L+t R R B )

1 1 !
L LT R R L J._r"' R R
[nu(Bg) nu(Bg) fnu( Bg) nu( Bg)gl: (4.98)

L

- R R

Inparticular,if . | R R L | R R
h Newi h Nesi = [nu(Bg) nu(Bs) fnu( Bg) nu( Bg)g]; (4.99)
holds. For instance, if the g-factor of the system is negative and B = 1,

h Ny -i+h Npzi =0; (4.100)
h N|_I h NL#i 2; (4101)

hold.
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Chapter 5

Quantum diabatic pump

5.1 Spinless one level quantum dot

In this section, we consider spinless one level QD coupled to two leads (b = L; R).
jOi (j1i) denotes the state that the QD is empty (occupied). The diagonal components
pn = hnj jni (n = 0; 1) of the system state are governed by the master equation:

d po(t) _ po(t) .
at m® - 09 e ®1)

The Liouvillian is given by

> f, 1

K =
AR (TN GO ()

(5.2)

Here,  is the line-width function of the lead b, f, = [e (" ®) + 1] 1 is the Fermi
distribution function, , and |, are inverse temperature and chemical potential of
the lead b, " is the energy level of the QD. The right eigenvectors of the Liouvillian
are the instantaneous steady state

s o P() _ 1 F() |
PO () T OFO) 3
and
b (5.4)
with the eigenvalue (). Here,
P =<

def p bfb.  ef

F() b: (5.5)

b

As a specialty of this model, (5.4) is time-independent. We introduce pﬁm) =hnj Mjni
m=1;2; )andp™™ =hnj-<Mjni (m=0;1; ). p* are given by

1
(0) ) R R
Bo ( t) — gds (s) Ss — Otds (s) p1(0)+F( O) .
s e [P(0) p>( 0)]=¢e 01(0) F( o) £ (5.6)
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We suppose p(0) = Y(po(0); p1(0)) = p*( o). Then, po) = 0 holds. We choose the
K () of (3.86) as the pseudo-inverse of K( ). We have

101
K 1=2 10 (5.7)
From M(t) = [R( &1 o( ), we obtain p™ —t(p(") (“)) as
PP ) =K *( oy pSS( £)
10 1 d 1 F(y
® 10 dt  F(o
1d  F(y
“mdt F( o 8
and
p™ () = K X g p(“’(t)
_1d "
T Od P °
p™ =t( p{;p™) (n=1;2; )isgiven by
D)y = e 5% ©Opi(o) (5.10)

For by only modulating |, at zero-bias, the pump dose not occur for all orders
(p(™(t) = 0) because p*( ) dose not change.

We consider the particle current to the lead b. From discussion of 8§ 4.2.3, we
obtain

tidej = (0; -2): (5.11)
Then, we get
(1) _ ss b(t) d
Q= MG 0= P GFO; (512)
and
(v _ b d ot



T(N"g is given by

n d n
Tf\lb) = b((t))dtl‘u‘g (1)
= f§u<(oﬁmanl
LI
WO" o (o 1 FCo 00
® F( 1) }"‘F( t) oM (1)
h (N) gy 1
& Py ()
© O op
= »®p"( )

= e o ©pM():

5.2 Numerical calculation
We set the time-dependence of the control parameters as

M= O+ r LO= [D+gsint(t+ )], r=

fL(t) = fr(t) = F(D) = e((% ") ="osinIt;

+1

For the numerical calculation, we set

g:05, 1 =03 ; "o =1; :0,E
of (3.17) isgivenby (2 g)=1:5 . Then,

' 03 _

—=— =02
1:5 ’

holds.

1

73

(5.14)

(5.15)
(5.16)

(5.17)

(5.18)
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For = =2, the pumped particle numbers of the first one cyclic are given by
h N_i = 7:69464 10 2;

X Q)
h NLiBSN+  [NUi +h NLi®™™D] = 7:69583 10 %
n=1

h N_iBSN = 9:71762 10 ?;

@)
NI = 179649 10 2
h NLi® = o;
@
h"NLi = 0
h NLi® = 0:270724 10 %
®)
h"NLi = 0:0336304 10 2
h NLi® = o
@)
hNLi = 0
h N_i® = 0:0133644 10 ?;
(5)
h"NLi = 0:00156459 10 2;
h NLi® = o0: (5.19)

Figure 5.1(b) shows that p; (t) and (t), Fig.5.1(a) shows that pi(t) € pi(t) F(1),

pgl)(t) and pgl)(t) + pgz)(t), and Fig.5.1(c) shows that p; pgl) pgz) and pf’)(t).
For =0, the pumped particle numbers of the first one cyclic are given by

h N_i = 0466997 10

X ")
h NLiBSN+  [WNUi +h NLi®™D] = 0464558 10 2;

n=1
h NLi®N = 0;
/\.(1) 2
h™N_i = 19376 10 <;
h NLi® = 1:52006 10 2
@
NI = 0:0726599 10 2
h NLi® = o;
/\.(3) 2
h™ N1 = 0:0572197 10 <
h NLi® = 0:0462914 10 2,
4
NI = 0:0148158 10 2
h NLi® = o;
/\.(5) 2
h"NLi = 0:00221088 10 2

h NLi® = 0:00210926 10 2 (5.20)

Figure 5.2(b) shows that p;(t) and f(t), Fig.5.2(a) shows that p;(t) = p1(t) F(b),
pﬁl)(t) and pgl)(t) + pf)(t), and Fig.5.2(c) shows that p; pgl) p§2> and pf’)(t).
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(a) ,
0.02}/
-0.02}
-0.04}
b opy — pﬁl) - 'p(f) o (t)
, ()

0.7¢ 0.003

0.002}
0.001}

0.6}
0.5F

0.4} \

03 N/ . . « qt —0.001}
0 5 10 15 20 25 30 '

FIGURE 5.1: (a) po(t) & pu(t) F(t)(dashed line), p{?(t)(red line)
and p{” (1) + p{ (1), (b)ps(t)(dashed line) and (1), (c) pr  p§”
pgz)(dashed line) and pf’)(t) for = =2.
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0.04-(5p1(t),p"ll‘)(t),5,‘ f ,J‘_—‘

(a)
0.02-;"
307t
-0.02}
-0.04+
5p _p(l) _p(2),p<‘3;.(“

® pi(t), f(t) (©) 1= P 1 1'
i 0.001¢
0.6}

4 t
0.5F <
0.4\ ~0.001
0.3' 4 W A _0‘002_:

0 5 10 15 20 25 30 :

FIGURE 5.2: (a) p1(t) = pi(t) f(t)(dashed line), p{”(t)(red line)
and p$”(t) + p (1), (b)p1(t)(dashed line) and (1), (¢) p1  p$”
pf)(dashed line) and pf)(t) for =0.
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Chapter 6

Generalized quantum master
equation for entropy production

6.1 Definition of entropy production

In this chapter and Chap.7 and Chap.8, we suppose that fH,g, are time-independent.
It is natural to identify the average entropy production rate with

(o}

efx . > . .
(D)= b(O[ in, (D] + b i, (1) b(OF in, (D] (6.1)

b2C b2G
Thisis given by _(t) = Trs[W ( ¢) (t)] with

def

<
W ()= o[ W ( )]+ ol W) pF WM ()gl: (6.2)

b2C b2G

The average entropy production is given by

Z
L oat
Z0 Z .
= dtJ®( 9+ d"A()+0 —; (6.3)
0 c
where
ss def = :ss = -ss -sS .
J¥() = o[ 1R, ( D]+ LT G ' S N Qo] & (6.4)
b2C b2G
and
def Hp = Hp Ny .
An() ol An°( )]+ ol An®C ) of AR°( gl (6.5)
b2C b2G

Here, we used (3.18) for fO g = fH,gp + FNygu2s. The excess entropy production is
defined by

z z .
ex — dt I%( o) = d "A,()+0 = : (6.6)

0 c

While we can calculate the average of the entropy production, our formalism is not
compatible to discuss the higher moments of the entropy production. Although
(3.19) is the average of the difference between outcomesatt= andt=00fO ,
is not that of some bath’s operator if ¥ are modulated.
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6.2 Introduction of generalized QME

We consider a kind of generalized quantum master equation (GQME)

d

G O=K (0 o 67)

with the initial condition (0) = (0). Here, isasingle real parameter. We suppose
that the Liouvillian is given by

) >
K() = iHs(s) 1+  Ly(); (6.8)
b
with
>
Lo( ) = ¢ )Aa Ba; (6.9)
and
Chal ) —g = Cpa (6.10)

While c,,( ) of (3.1) depend on if and only if Ay; B4 & 1, c,,( ) can depend on
for all a. We suppose that the solution of (6.7) satisfies

Trs[ ()] = ; (6.11)
where X! €' 8X __. This condition is equivalent to
h1jK( ) =thijw ( ): (6.12)
Let’s consider
g ( DK ()= o( Mhlg( j; (6.13)
corresponding to (3.4) for n = 0. Similar to (3.16) and (3.20),
o( ) =W ()j of )i =3%( ); (6.14)
and
An( ) = WO T o il =W (ORO) i 0O (619)

hold. Although ,( )and I,( ) depend on the choice of K ( ), %( )and A,( ) do
not depend, as can be seen in the RHS of the (6.14) and (6.15). The LHS of (6.12) is
given by

>
iK' ) =M1 ¢, ( )BaAa: (6.16)

b;a

Using this and (3.15), (6.12) becomes

< x > > N
Cha( )BaAa = [ bCha ( )+ b G ( )IBaAa: (6.17)

a
b;a a b b2G
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Infinite solutions of this equation exist. One choice of K ( ) satisfying this relation
is p, ¥ p (forallb)and n, ¥ o p (forb 2 G) limitof R ().
“Higher moments” %Trs[ ()] -, (n=23; )depend on the choice of

K ( ) and seems have no physical meening. In contrast, the higher moments of the
entropy production could be considered for the classical Markov jump process. In
Appendix J, we review the entropy production of the Markov jump process [21, 37],
and in Chap.8, we compare that and (6.3).

6.3 Current operators

The particle and energy current operators from the system into bath b, wNo( ) and
wHb (), are usually defined by

wo( ) E LYOIXsP = LY )Xs (X = N;H): (6.18)

For a super-operator J, JV is defined by hJYXjY ii = hXjJYii (X;Y 2 B).

>
LI() =l A BY; (6.19)

a

holds. wXo( ) is a Hermitian operator and is given by

wXe( ) = Xc ( )BaXsAa (X = N;H): (6.20)
ba a/\SMa ) . .

a

In general, for the RWA,

Hy — Hp :xxl . 1 Ny 1)
w W () Uy, (DIse (DFsy (1) (6.21)

holds (Appendix G). For the Born-Markov approximation and the CGA, wb( ) &
WHb (). From (2.163), (2.166) and (2.167),

wNe( y=0(2C); (6.22)
holds for the RWA, the Born-Markov approximation, and the CGA. In the following,

we set

WNo( )y L ywNo y =0 (b2 C); (6.23)

and

© TrgwNe( ) o )] =0(b2C): (6:24)

iN, ()
Here, we suppose (2.106) for b 2 G. The generalization to (2.137) case is straightfor-
ward. For fO g = fNygp2c + FHu0p, (2.126) holds in (2.148). For the Born-Markov
approximation and the CGA, wNo( ) = WNo, however, wHe( ) & WHo( ). For the
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RWA,

who( ) = WNe( )
X Xn o
= e (Da (HPa (1) 5 (Ha (Ha ()P (26); (6.25)
WHb(>)<:>¥Vng( ) o
= 'y MamPa@) 1y Ma (Ma (HP (b2 G)i6.26)

hold. Therefore, (6.2) and (6.18) imply that W ( ) is given by

X X
W ()= LI ) bHs 1 sNs)= Y( ) bHs b bNs): (6.27)
b b
Here,
0
def b 02C
R (6.28)

) is an arbitrary real number.
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Chapter 7

Geometrical expression of excess
entropy production

In this chapter and Chap.8, we focus on the RWA. We use

whb = whbe (b 2 C): (7.1)
whb = whHo: Wi = wNo (h 2 G): (7.2)

and
NG b(Hs bNS)) =( %’ )e b(Hs bNS); (7.3

and
[hp( ); Ng] = 0: (7.4)

If we suppose (2.163) for b 2 C and (2.106) or (2.137) for b 2 G, these relations hold.

If ngc = 0, existence of Ng, (2.163), (7.2) and (7.4) are not required and the system S

does not have to be described by the annihilation and creation operators (S can be

spin chain or few level system, etc.). Using L{1 = {1 = 0 (see (2.105)) for (7.3) with
= 1, we obtain

b€ b(Hs bNS):Lbe b(Hs  bNs) = q- (7.5)

Here, we used (2.144) and (7.4).

7.1 Equilibrium state

In this section, we consider equilibrium state , = (forallb)and , = (b2 G),
and denotesthesetof ( s, T spOh, , ). Weshow that A,( ) is a total derivative
of the von Neumann entropy of the instantaneous steady state. Differentiating (6.13)
by , we obtain

MIRC DR () + iK' ) = §( Hhij: (7.6)

In the RHS, }( ) = J%( ) = 0 holds. The second term of the LHS is th1jw ( ).
(6.27) leads

X
W ()= L/()Hs Nsl= RY()Hs NgJ; (7.7)
b
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1.e.,
th [Hs  NsliR( ) =mhijw (): (7.8)
Then, (7.6) leads
IR i+t [Hs  Nsli R( ) =0: (7.9)
This implies
MIgC )i= th [Hs  Nsj+c( )hij; (7.10)
ie, fI( )¢ = [Hs Ns] + ¢( ) where c¢( ) is unimportant complex number.

By the way, o( ) isgiven by

def @ (Hs(s) Ns)

o( )= gl s i )= (s ) (7.11)

with (s; ; )% Trsle sCs) Ns)|. This is derived from (7.5) (Cf.(A.11)).
Then,

fio( ) =In g( s; 5 I+OLA()=c()+In (s 5 ) (712
holds. Substituting this equation into (6.15), we obtain

An( )= @@nSVN( ac( s 5 ) (7.13)

using (H.1).

7.2 Weakly nonequilibrium regime

We introduce

o def — u_ def O b2C . def " 1200

where and  are the reference values, which satisfy

mbin b max  ; (7.15)

i o : 7.16

min -y » max o b (7.16)

" is a measure of degree of nonequilibrium. We consider " 1 regime. Now, we

introduce
def . >
R() = iHs(s)+ HL( ) I+ b( ) (7.17)

b

and corresponding instantaneous steady state 8 )( ):

R()Py)=o: (7.18)



83

Here, is a real parameter satisfying 1 1. h1jR () = 0 holds. In the
following, we show
h (1 @ 0( )i n2
An( )= Trs In 5 7() 9 n + O("™): (7.19)
We use the following notations:
def def < def
= b o2p— b X=X (7.20)
Here, 7= and 3= .
We expand §’and If as
— X
$20)= 0+ $ 7 SO0, (7.21)
0 7 > " " w2
lo( ) =1lo( )+ ("1pkep + "2:0kop) + O(™); (7.22)
b
with
= ()= Hs+ Ng+Tl=In o+0 L (7.23)
Here, ¢ def oc( s; 5 ), candcare the same with c( )and ¢’( )in§7.1.

First, we investigate ki, in (7.22). (7.6) can be rewritten as
RY()Ip( ) + [K'( )L =3%(C ). (7.24)
Here,
I%( ) =0("?); (7.25)

holds because i ( );i%, ( ) = O(") and

X - -
I®()= ({0 ) +iN,( )"2); (7.26)
b
since
< <
iX, ()= Trs[Xs Ls( ) o( )]=0 (X=N;H): (7.27)
b b
Then we obtain
0ioKY1 + Kkip + Biply IS = 0; (7.28)
in O("i:p). Here, @ X def @X=@ ;pand K def 7. The first term of the LHS is
Oy
Wyl — @[K] 1
@ ip =
_ OLY[ 1pHs  2;Ns]
@ isb ib= 1

—by@[ 10Hs  2uNs].

= @iplo’[ Hs ~ Ns]+ 0.
i;b

(7.29)
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The third term of the LHS becomes
@i;bl—byE = @iply’(  Hs+ Ns+cl)
= @iplo’'( Hs ~ Ns):
Here, we used @i;bLbyl = 0 derived from RY1 = 0. Then, (7.28) becomes
Kkip+ o' Hs = 0;
Kykz;b 7byNS =0:
Next, we show the relation between k;., and ( b . (7.18) leads
w Vo773 0
K i:b +@|;b|—b gc — 0;

in O(";;). Here, K & KR . By the way, (7.5) is

Lo gc( s5 by bb)=0:

Differentiating this equation by ., we obtain

@[ 1pHs  20Ns]

Mgc: fbgC(Sababb):rb

@ ib @ i gc( Sy

Substituting these equations into (7.33), we obtain
K ;b) + p(Hs gc) = 0;
? b(Ns g) = 0:

A
Nt

Now, we use (7.3), namely,

o gc) = (7by ) gc:
Using this relation, we rewire (7.36) and (7.37) as
K )+ (Hs) g = 0;
)
b

(
1;
Kg; (bNS)gc=03

~~
o~
=N
~
«Q
O
+
o
<
I
n
1]
o

(7.38) can be rewritten as

(oY) o = o' (Y o)
forany Y = ¢ 2 B by multiplying 4 ! from the right. (7.43) leads

C W)= &

(7.30)

(7.31)
(7.32)

(7.33)

(7.34)

) (7.35)

(7.36)
(7.37)

(7.38)

(7.39)
(7.40)

(7.41)
(7.42)

(7.43)

(7.44)
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_ P __
where ~ & b b- By the way, [Hs( s); ()( )] = 0 holds similarly to (2.147).
Differentiating this equation by ;.,, we obtain
Hs( s); {J1=0: (7.45)
This relation leads
H D ed=H (§H=H (L o (7.46)
whereH % i[Hs( s)+ HL( ): . Weused(H Y= H . Inthe firstequality,

we used that gc commutes with Hs and Hy. (7.44) and (7.46) lead

(K ) g = Ky ( |b gc ) (7-47)

Substituting this into (7.41) and (7.42), we obtain

K (¢ 1b o)+ pHs =0; (7.48)

K (%) o) o'Ns =0 (7.49)
Subtracting (7.48) ((7.49)) for = 1from (7.31) ((7.32)), we obtain

Kikip {7 o) =0: (7.50)
This means

ki = " g + Cinl; (7.51)

where Ty, is unknown complex number. Using this relation, (7.22) becomes

0 - XX (1 1 2
lo( ) =1In g(s; ; )+C()1+ "ib i ge T O()
b =1

=In { P()+c()1+0("?): (7.52)

aef 5 P

Substituting this equatlonlnto (6.15), we obtain (7.19). Here, C( ) =
We supposed [ g; i;b D1 = 0, which leads In 6 D(y=in gt ipip i(;bl) 1+
O("2). This supposition is satisfied if [Ns; § ( )] = O("?) (which leads[Ns; {,"]1=
0)or = 0holds. If Hg is non-degenerate, [Ns; g ( l)( )] = 0 holds, then [Ns; |(b1)] =

0,[ g |b1)] = 0 and (7.52) hold. If ngc =0, ¢ is replaced by the canonical distri-
bution and (7.52) holds without any assumption.
If
H( ) 6 (=0 (7.53)

holds, §’( )isindependentof ( {’( )= o( )), then (7.19) becomes

An( )= L s nCol ) +0(2); (7.54)

using (H.1). (7.53) holds if Hs is non-degenerate. (7.54) can be shown from [Hy ; (1)] =
0, which is weaker assumption than (7.53) and is derived from (7.53) for = 1. If we
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neglect the Lamb shift Hamiltonian, namely we consider the QME for Ko( ), (7.54)
holds (with a replacement ¢ ¥ 80)). From (7.54), we obtain

ex =Sw( o)) Swn( o( 0)) +O(?); (7.55)

n

with = maxn. 2oc innjgj M is typical value of the n-thontroI parameter.

Yuge et al. [20] considered the outputs of A(t) = b b(D[Hp b()Ny] (for
nc =0att=0andt = as a(0) and a( ), and errorneously identified a( )
a(0) with the entropy production. To analyze ° e ha( ) a(0)i, improperly, they
took n, ¥ b and N, ¥ | p limit of the FCS-QME (2.64) only valid for
time independent observables. The obtained Liouvillian (of which the Lamb shift
Hamiltonian is neglected) incidentally satisfy (6.12). Using that Liouvillian, for the
time-reversal symmetric system, Yuge et al. studied the relation between A,( ) and
the symmetrized von Neumann entropy. In contrast, up to here, we do not suppose
the time-reversal symmetry. In 8§ 7.3, we consider the time-reversal operations and
show that the potential S( ) such that A, ( ) = @S=@ "+ O("'?) dose not exist if the
time-reversal symmetry is broken.

7.3 Time-reversal operations

We define the time-reversal operation. We denote the time-reversal operator of the
system by . We also define

yr=vy b (7.56)

forallY 2 Band
Iy € @av) b (7.57)

for a super-operator J of the system. The time-reversal of K( ) o( ) = 0 is given
by

] >
IALC )i ~()1+  To( )~( ) =0; (7.58)

using (2.147). If
HL( ) =Hc( ) “o( )= () (7.59)

hold, the above equation coincides with the equation of 6 l)( ) since [Hs; 6 )] =0,
then

~()= §$P0) (7.60)

holds. If the total Hamiltonian is time-reversal invariant, (7.59) holds [38]. If (7.59)

holds and we neglect the Lamb shift Hamiltonian, the instantaneous steady state is

time-reversal invariant: ~((,0) = 60).

As we will show, for time-reversal symmetric system,

h i
S onSem(o( )= Trs In( )22

5 +0("%); (7.61)
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holds. Here,

def

Sym( ) E  Trs %(In +In-) ; (7.62)

is the symmetrized von Neumann entropy. Combining (7.19) with (7.60), we obtain

@
@ n
then, the equation (7.55) with Sy ¥ Ssym holds. As analogy, we consider

An( ) = =—Ssym( o( )) +O("?); (7.63)

SO Trs o )30 o( )+In § () ; (7.60)

for generally non-time-reversal symmetric system. The difference between @S'( )=@ "
and the first term of the RHS of (7.19) is

h i
@s’ @
0 (n) Trs In (() 1)( ) @O(n)
_ 1 0o (ny 1 @ ., (n.
= 7Trs 0 —(n o Ing™) 5Trs 0@ —In 5 (7.65)
To calculate the RHS of this equation, we use formulas
In(A+ B) = InA+Z 1ds L B L
B 0 A+s A+s
1 1 1
2 + 3 .
7  A+s A+s A+s o) (7.66)
1 1 A 1
¢ = ds 0AC) ; (7.67)
@n 0 A()+s @ " A()+s
where A;B;A( ) 2 B and is small real number. We proof (7.66) in Ap@dix
l. (7.67) is derived from (7.66). o 8 D= 4 O(*'?) holds because 6) =
gl s5 3 " ). Then, the first term of the RHS of (7.65) is given by
1
5Trs B n(|n o In {1 _
_ o 1 1 ! "2y.
= 7, dsTrs 00 (Dys (Dog + O("): (7.68)

0 0

The second term of the RHS of (7.65) is given by

= % OldsTrs @én) (()1}+S((()1)+,, ) (()1§+SI+O("2)
i
= e old”fsh@@énl) o0 53+SI+O("2)
wZ hg (D
) ZzoldSTrS @@On1 o]-l-s o::-SI+O(:'2)
néoa h@( 1) o1 1 |+O("2): 7,69
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Here,we used "( § D +s) 1="(o+s) 1+ 0O("2) and Trs = Trg~if Trg is real.
In general, the RHS of (7.65) is not O("?). However, if ~ = (() b holds, the RHS of

(7.65) becomes O("?) since ~ = , then (7.61) holds. In the proof of (7.61), Yuge et
al. [20] used incorrect equations 5% In ~ = ~, 13—?1 andIn o In~ =" ~+0("?).
We introduce the BSN curvature
0A 0A
Frn( )= d 1 3 A (7.70)

Fon( ) = O('?) and the existence of S( ) such that A, ( ) = @S( )=@ "+O("?)are
equivalent. If F,,( ) = O(") holds, S( ) does not exist. F,,( ) is given by

Fon( ) = fmn( ) fam( ) +0("); (7.71)
where
e In § P
fon( ) € Trs @g:’n@@ o (7.72)
fn( ) is given by
Z 4

el 1 @,

Fron( )=Z 10 ds Trs (D g 8™ (Dyg0 "

= O [FQAs) + FRAS) + OC2)l; (7.73)

with
FOO= Trs oo 0% (7.74)

and
& gcl+s; (7.75)

F & (s) is given by
FGA(s) = FEP(s) + FGD(9): (7.76)
Fa(s) =Trs s (1 Sg x S% L+ Sg LD S% N ()
FOP(s) = Trs s@@(ml) % w g ™ s%(? : (7.78)
where

O )& < x "ib Lo (7.79)
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0= g+ ®+0("?) and (D= g+ (D +0("?) hold. Because of Fr(s)
Fim(s) = 0and F&it’(s)  Fiim’(s) = 0, we obtain

Z 4
Fron( )= ds [FGP6)  FERPEI+0(")
= mn nmm*t O(HZ); (7.80)
with
‘1 (O (Y] 0
mn = . dsTrs s @ m s@ n
—Tr of @ ( 1)]@|n gc
S @m @n
o ® D1 Hs( s)  Ns]
= Trs g 9 n : (7.81)
L® (Vigin _ @O == (1 — —
Here, we used Trg g g = 0 because Trg =0="Trg . and
are functions of ®. Using Trs = Trs~if Trs is real, we obtain
of © 1 (D N[ Hs( s)  Ns]
mn = TIs @ m g n : (7.82)
For time-reversal symmetric system, Hs = Hs, Ns = Ngand @ 1= (D hold.
Then, the above equation becomes mn = mn, Namely, mn = 0and F,,( ) =

O("?) hold. However, if the time-reversal symmetry is broken, @ 1 & (D
holds in general. Then, mn & mn Nhamely mp & 0 hold. mn is not symmetric for
m and n. Then, if the time-reversal symmetry is broken and Hs is degenerated, S( )
dose not exist in general. This is the most important result of this thesis.

7.4 Born-Markov approximation

We denote the BSN vector for the entropy production and instantaneous steady state
of the Born-Markov approximation by Ay®™( )and BM( ). Then,

ABMO ) = AL () + 02, (7.83)
SWN( M ) = Sun( o( ) +O(v?); (7.84)
Ssym( (?M( )) = Ssym( o( )) +O(V2); (7.85)

hold [20]. Here, v = u? and u( 1) describes the order of Hgy. Then, if (7.54) holds,
we obtain

0

AnPM() = GRS M) +O(?) + O(v?): (7.86)
For time-reversal symmetric system,
ABM( ) = @@nssym( V() +0(?) +O(?; (7.87)

holds.
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Chapter 8

Comparison of two definitions of
entropy production

In this chapter, we compare preceding study on of the entropy production in the clas-
sical Markov jump process [21, 37] with ours. We consider the Markov jump process
onthestatesn =1;2; ;N, where the definitions are explained in Appendix J. The
probability to find the system in a state n is p,(t) and it obeys the master equation:

dpa(t) _ >

at Knam( £)Pm(t): (8.1)

m=1

The Liouvillian is given by

X
Kom( ) = qul)q)q( ); (8.2)
b

P
where Kr(ﬁ% originates the couping between the system and the bathb. Kr(ﬁ%( ) =

0 holds. We suppose that Kr(,?%( ) & 0(= 0) holds if K,(#%( ) & 0(=0) foralln & m.
The definition of the entropy production for each Markov jump process (J.1) is (J.4).
The average entropy production € is given by (see (J.10))

Z x
€= . dt S OPm(D); (8.3)

where

Knm( )
Kmn( )

Sm( )= Kam( )In (8.4)

We denote the solution of the QME with RWA by (t). We suppose pn(t) def

hnj (t)jni is governed by (8.1) with

Kr(wbr%( ) =( 5( )nn;mm: (8.5)

Here, jni is the energy eigenstate of Hs( ),

< def ...
CoC)Iam= b Namga s D = hKj jni: (8.6)
k;l

This supposition implies (7.53). A sufficient condition by which pn(t) obeys (8.1)
is below: (1) Hs( s) is non-degenerate and (2) f " 2 sj 5%sjni & 0g are fixed.
The eigenenergy can depend on f " 2 sj 5%:jni = 0g. We show that our average
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entropy production (6.3) is given by a similar expression of (8.3):

z
>
= dt nm( t)pm(t): (8-7)
0 nym
Here,
> K ®
def
wmOE KOO QO = T KGOS, 69
b b Kmn
with
8
< pKRO KO
o )dﬁf ne@ sy Kom( ) &0 (8.9)
0 KOy =0

Because of (6.18), (6.25) and (6.26), the particle and energy currents are given by
x, = Trs[W>e ()] with W>e = ( ¥Xg)Y (X = H;N). (6.20) leads

X
(W>X)pm = ( pimn(Xs)u: (8.10)
k;l

We suppose (Xs)am = (Xs)nan nm for X = N; H. Since (Xs)x is a diagonal matrix,
(W*0)m is also a diagonal matrix. Then,

x
Ix, = (W) mmPm (t); (8.11)

m

P
holds. Substituting (W) qm = n Kr(ﬁ%(xs)nn into (8.11), we obtain

) X b
Ix, = K,g%(Xs)nnpm(t)

p;m

<X
= KOXs)mm  (Xs)nnlpm(®): (8.12)

nm

This equation leads

X X
(M= K® oOFf(Hs)mm  (Hs)nn]  b(®I(Ns)mm  (Ns)nnlgpm (t]8.13)

nm b

Using the local detailed balance condition derived from (7.3)

K ®)
n ‘”E ; = ofiH)mm  (Hmn]  o(NShmm  (Ns)uolgi (814)
we obtain (8.7). Forb 2 C, (Ns)mm (Ns)an = 0 holds for n and m such that
Kim( ) &0.
(8.12) can be rewritten as

N _ < def . (b) .

Ix, = nm t)Pm(1); W t) = Kiml(Xs)mm  (Xs)nn]: (8.15)
n,m

This wXb (' ) corresponds to w ( ¢) of (3.82).
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Now we introduce Apm = fijrﬁ?% & 0g. From the assumption, Aqpm = Amn
holds. If we suppose (2.163) for b 2 C and (2.137) forb 2 G, Anm = C for (Ns)mm =
(Ns)nn and Apm = G for (Ns)mm & (Ns)nn. Then, (8.14) means

= pl(Hs)mm (Hs)nn] (b 2 C); (8.16)

with (Ns)mm = (Ns)nn and
K®
In (b)( )—
n( )

with (Ns)mm & (Ns)nn.
Now we introduce a matrix K ( ) by

bFI(Hs)mm  (Hs)nn] b[(Ns)mm (Ns)nnlg (0 2G): (8.17)

- (b)
K (O &~ KO el O (8.18)
b
Then, we obtain
0 ><h Z i Z <
- Texp dtK ( ¢) pm(0) =  dt nm( ©)Pm(t) = (8.19)
@(I ) =0 n;m 0 nm 0 n;m

K was originally introduced by Sagawa and Hayakawa [19]. About averages, our
entropy production is the same with Sagawa and Hayakawa.
We show that the difference between §$,( )and nm( )is O("):

()= nm( )+0O(): (8.20)

In fact, K ) can be expanded as

X e
KO =K+ "ipKiE +0(2); (8.21)
i=1;2
then we obtain
sm( ) = SOV + SOC)+0o(); (8.22)
am( ) = G+ @C)+0C®); (8.23)
with
> h _ _ i
I'?I’(T?;l) = Kymlin Knhm + i Klb In Knm + Krl1;rbn Krll;wbn Knm : (8.24)
Kmn ib Kmn Kmn
b h b b) i
=" K@n o +X o Kb Kim'
nm nm () (b) nm mn by
b2Anm Kmn Km Kmn
(8.25)

C(2)( ) and gzn)ﬁ( ) are quadratic orders of "j.,. While the former includes "j.,"jo.p
(b & b") terms, the latter dose not. Anm = Amn leads

< <
- K®: Kpn = KO (8.26)
b2Anm b2Anm
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(8.14) leads Kr(%zKr(ﬁ?] is independent of b 2 Anm. Then, we obtain

()
Knm Knm
= b2 Anm): 8.27
Kr(rt:% Kmn ( nm) ( )

The above relation and (8.26) lead

D = (b, (8.28)
and (8.20). (8.20) leads
S = ex+O(?): (8.29)

Here, & is given by (J.13). Then, (J.12), the result of Ref.[21], coincides with (7.55)
when pn(t) = hnj (t)jni is governed by the master equation (8.1).
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Chapter 9

Conclusion

9.1 General conclusion

In this thesis, for open systems described by the quantum master equation (QME),
we investigated the quantum pump and the excess entropy production.

First, we investigated quantum pump using the FCS-QME (full counting statis-
tics with quantum master equation) approach. We studied the non-adiabatic ef-
fect and the shoyy,ed that the geigeral solution of the QME (t) is decomposed as

M= ol D+ 1, Mo+ ,~M(t) (Chap.3). Here, ¢ is the value of the
set of the control parameters at time t and ( ¢) is the instantaneous steady state
of the QME, M(t) and ~")(t) are calculable and order (= )" where ! is the mod-
ulation frequency of the control parameters and is the coupling strength between
the system and the baths. ~(M(t) exponentially damps (like e 1Y) as a function of
time. We showed that the generalized mater equation (GME) approach provides
p(t) = Pes)(H) + p(t) in the Born approximation (Appendix § F). Here, p corre-
sponds to the set of the diagonal components of in lt_k;e matrix representation by
the energy eigenstates, pss)(t) corresponds to o( )+ nlzl (M(t) and the the term

p(t) originates from non-Markovian effects. The FCS-QME picks out one higher or-
der non-adiabatic piece of information from the solution of the QME, namely, if we
have (M(t), the FCS-QME method provides (n + 1)-th order pump currents. More-
over, we showed that the Berry-Sinitsyn-Nemenman (BSN) phase derived under the
“adiabatic" condition which makes the Berry phase like treatment appropriate has
the non-adiabatic (first order of 1) information. We showed that the quantum pump
dose not occur in all orders of the pumping frequency when the system control pa-
rameters and the thermodynamic parameters (the temperatures and the chemical
potentials of the baths) are fixed under the zero-bias condition.

Next, we studied the quantum adiabatic pump of the quantum dot (QD) system
weakly coupled to two leads (L and R) in§ 4.2 and§ 4.3 using the FCS-QME with the
rotating wave approximation (RWA) defined as the long coarse-graining time limit
of the coarse-graining approximation (CGA). We confirmed the consistency between
the FCS-QME approach and the GME approach for a QD of one quantum level with
finite Coulomb interaction (8 4.2.3 and 8 4.3.3). We showed that the pumped charge
and spin coming from the instantaneous steady current are not negligible when the
thermodynamic parameters are not fixed to zero bias (8 4.2.2 and 8 4.3.2). To observe
the spin effects, we consider collinear magnetic fields, which affect the spins through
the Zeeman effect, with different amplitudes applying to the QDs (Bs) and the leads
(BL and BRr). We focused on the dynamic parameters (Bs, B| -r and the coupling
strength between QDs and leads, | -r) as control parameters. In one level QD with
the Coulomb interaction U, we analytically calculated the BSN curvatures of spin
and charge of (B ; Bs) pump and ( ; Bs) pump for the noninteracting limit (U =
0) and the strong interaction limit (U = 1) at zero-bias. The difference depending on
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U appeared through ny (sBs) which is the average number of the electrons with spin
sinthe QD. For (B; Bs) pump, the energy dependences of the line-width functions
are essential. Moreover, we studied the ( |_; Bs) pump for finite U at zero-bias (8
4.3.5). The effect of U appeared through ny(sBs). When half-filling condition is
satisfied, the charge pump does not occur.

We studied the quantum diabatic pump for spinless one level QD coupled to
two leads (Chap.5). We calculated £ (™M (t)g>_,, F~M(t)g2_, and particle current up
to 6th order and pumped particle numbers.

In 8 1.6, we newly defined average entropy production rate _(t) using the av-
erage energy and particle currents, which are calculated by using the FCS-QME.
Next, we introduced the generalized QMEs (GQMEsSs) providing _(t) (Chap.6). The
GQMEs do not relate the higher moments (thus and the FCS) of the entropy produc-
tion. We can calculate only the average of the entropy production. In § 7.2, using
the GQME, in weakly nonequilibrium regime, we analyzed the BSN vector for the
entropy production, A,( ), which provides the excess entropy producﬁion ex under
quasistatic operations between nonequilibrium steady statesas ex = - d "Ap( ),

and showed A,( ) = Trs In 6 D )% + O("?). Here, is the set of the
control parameters and " is n-th component of the control parameters, C is the
trajectory in the control parameter space, Trs denotes the trace of the system, and

" is a measure of degree of nonequilibrium. 8 l)( ) is the instantaneous steady
state obtained from the QME with reversing the sign of the Lamb shift term. In

general, the potential S( ) such that A ( ) = @@S(n) + O("?) dose not exist (§ 7.3).
This is the most important result of this thesis. The origins of the non-existence of
the potential S( ) are a quantum effect (the Lamb shift term) and the breaking of
the time-reversal symmetry. The non-existence of the potential means that the ex-
cess entropy essentially depends on the path of the modulation. In this case, it is
important to consider the generalization of the entropy concept. In contrast, if the
system Hamiltonian is non-degenerate or the Lamb shift term is negligible, we ob-
tain ex = Syn( o( ¢)) Swn( o( ) + O("2 )- Here, Syn( ) = Trs[ In Jisthe
von Neumann entropy, t; and t¢ are the initial and final times of the operation, and

describes the amplitude of the change of the control parameters. For time-reversal
symmetric system, we showed that S( ) is the symmetrized von Neumann entropy.
Additionally, we pointed out that preceding expression of the entropy production in
the classical Markov jump process is different from ours and showed that these are
approximately equivalent in the weakly nonequilibrium regime. We also checked
that the definition of the average entropy production in the classical Markov jump
process by Ref.[19] is equivalent to ours.

9.2 Future perspective
g D and A, ( ) should be calculated for concrete model in which the system Hamil-
tonian is degenerated or/and the time-reversal symmetry is broken. For instance,
multi-level QD system applying the magnetic field is a candidate.
If S( ) does not exist, the path dependence of the excess entropy is essential. The
path dependence and the path of which the excess entropy is minimized should be
studied.
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Appendix A

Born-Markov approximation

We denote L, in the Born-Markov approximation by L From (2.66) and (2.75),

b(BM)"
we obtain
END I I
Loeny = . ds sssp(t sit) Cp (5) sp(t st) s C,. (8
s, sY(t s;HC,. ( s)+ sY(t sit)sy Cp ( 9) : (A.1)

Cp. (s) damps exponentially as e 1= v where | is the relaxation time of the bath

b. Then, in the calculations of s} (t s;t) and st')y (t s;t), the values of the control
parameters can be approximated by s(t). Then, we obtain

1 =< il ] =< it
st s;it)= e''Ssy (1); st s;)= e "S[sy (D (A.2)
and
Z41 >> n o
Loy = ) ds o st sy (1) Co () sv (1) sy Cp (s) e'®
n o o
+ sy sy (DG, () + [sp (NPsp Co, (5) e 'S 1 (A3)
Here,
Z4 ) Z4 Z4 1 )
dsC,. (s)e''® = ds d o ( )e't s
0 Zol 11h 1 i
= do Con Py ()
= 7y (A4)
and
Zl
dsC, ( s)e '*= L)) (A.5)

hold. Then, we get

XX
Logwy = s M s s O

s s (P S M+ s (DPss L0 (D)

= Lyiemy *Tlhoimy (A.6)
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Here,
. 1 XX
Lb(’BM) = E b; (!)Sﬁ Sh (!) b; (!)Sb (!) Sg
b (Dso [so (NP + o (1) [sp (NDFsp (A7)
. i XX
Lb(’BM) = é E b; (!)Sﬁ Sp (!) b; (!)Sb (!) S%)/
+ o (Dse sy (DY b; (DIso (NFsp (A.8)
For (2.106), we obtain
. 1 XX .
Loavy = 5 p, (Dava (1) . (Da (1) &
p (Da fa P+ , (1) [a()la
+ 5 (Mafa (NP . (D2 (DY a
w (@ a M+ 5o ama; (A9)
and
. i XX .
Loemy = 5 p, (Da’a (1) p, (Da (1) &
+ o Ma [amy o, (M) [a()Pa
r Nafa@®y + 7 (Da @ a
(M aM+ ¢ (1) a M (A.10)
By the way,
Lyemye °¢'s NI =0; (A11)
holds. Here, Lb(BM) = Lb(;BM) _o- Because of (2.130), 1st and 7th terms of (A.9)

cancel in the LHS of (A.11). Similarly, 2nd and 8th, 3rd and 5th, 4th and 6th terms of
(A.9) cancel. If Lb(BM) is negligible, o becomes (3.67) at zero-bias.
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Appendix B

Liouville space

By following correspfgldence, an arbitrary linear operator (which operates to the

Hilbert space) = P a:mhNj  jmijnihmj is mapped to a vector of the Liouville
space[26, 80], j it = . hnj jmijnmii:

jnihmj T jnmii; (B.1)

Tr(mihnjn’ihm%) ¥ thnmjn’mii; (B.2)

Tr(AYB) ¥ MAjBii; (B.3)

Tr() ¥ mljii: (B.4)

Here, fjnig is an arbitrarily complete orthonormal basis. The inner product of the
Liouville space is defined by the HiIbert-Scllg,midt product [(B.3)]. The Hermitian
conjugate ofj iiisdefinedasth j=(j i)Y = | .,hnj jmi thnmj. Anarbitrary linear
super-operator J' which operates to any operator ( ) is mapped to a corresponding
operator of the Liouville space (J) as

iJ i = J3j i (B.5)
The matrix representation of J (or J) is defined by
Jnm:k = hnmjJjklii: (B.6)

In the main text of this thesis, both J and J' are denoted by J"
Generally, the Liouvillian K operates to an operator as

R = Si[Hs; 1+" (B.7)
" = Az By (B.8)

a

where Hs is the system Hamiltonian, ™ is the dissipator, Aa, B, are operators, and
ca( ) is a complex number. The matrix representation of (B.7) is given by

X > )
Knm;kl kIl = iIf(Hs)nk 1m nk(Hs)im9 «i

kil kil >
+ i (A)nk(Ba)img «i (B.9)

a
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where i =hkj jli. Hence the matrix representation of K is given by

Kamia = 1Hamikt + - puas (B.10)
Homxa = g_éS)nk Im nk (Hs)im; (B.11)
nmkl — Ca(Aa)nk(Ba)im! (B.12)
a
Finally, we consider the current operators defined by (3.14). RO = g? é ; o
is given by
X
RO =" ¢ A, Ba (B.13)

a

Hence the current operators defined by (3.14) are given by

> O
WP = ¢ BiAa (B.14)

a
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Appendix C

The time evolutions of ¢, (t)

In this chapter, we derive the time evolution equations of ¢, (t) of (3.23). The LHS of
the FCS-QME, %j Wi =R ( 9] ®ii, is

>Xn
S wii=" Lo n0) (it cye " o 0] o Vi
d ()
+cq(De "V (i (C.1)

And the RHS of the FCS-QME is
X
R ()i @ii= cyte "OR (i o oii

x
= ca(e "® n( vi n( Wil (C.2)

n
Hence we obtain

> Ne, (t)

g€ "1 n( Wil +cp(te O

: =0
4 o ”O(lt LR (C3)

Applying him( ¢)j to (C.3), and using ln( )j m( )ii = nm, we obtain

dj n( )il
dt

d > :
gm® = ca®e "® Ol (0

n

(C.4)

By the way, the time derivative of (3.3), K ( 1)j n( Oii = n( v)j n( ii, is

drR . N di n( Oii _ d n( o). . dj n( o)ij
0 iR (Il S Entdy i (9Bt e
Applying hin( ¢)j to this equation, we obtain
dR _ N dj n( i
R A QT g G L

d n( v

R M e

dt

(C.6)
and it leads to

. . .. |’h|m .dR (1) N ..
il f ;t UL (r:)(J = :( t() ol (C.7)
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for m( ¢) & n( ). Substituting this to (C.4), we obtain

dem(t .d. .
O = iy i m( Diiem(®
dR (b)) -
+ =< Cn(t)e n(®) m(t)mlm( t)J dt J n( t)": (C8)
e m( 0 n( 0
The above equation can also be written as
AR (1) .
dem(t) _ < a®  m®+ m® ol i a2 n( Qi C.9
= en(t)e , (C9)
dt e m( 0 n( 0
where em(t) = cm(t)e m® with
Z q
m(® = dstlyn( iy m( s
2 0
= Cd K thi,,( )jo m ()i (C.10)
K

Here, C is the trajectory from o to X are the k-th component of the control
parameters, and ,(t) = O(1) since tin( t)j%j m( il =0(N)with!?! =2 = | In
the RHS of (C.9), the dominant term is n = 0 if m & 0 because Re ,( ) > Re n( ).
ubsin_g RLD =0 1), o) =0() en®=0(1)and cy(t)e o = O(1), we
obtain

dt
and
Z, .
cn®e "M@ =01 dse m® m® =0 = (C.12)
0
For =0, (C.12) is also derived from
>< t
M= @® o= cm®e ™ n( o) (C.13)
mé-0

and (3.33) and (3.60).
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Appendix D

The validity of the adiabatic
expansion

In the derivation of the QME with CGA, when going from (2.57) to (2.58), we used
the following type of approximation:

Z +T Z Z —+T Z

du udsG([ l$;s;u;t) du udsG([ tl;s;u; t): (D.1)
t t t t

Here, G([ I¥;s;u;t) e (9% eand[ Y = ( )i, is the control parameter trajec-
tory and [ ] is the trajectory which ¢ = (s t' u). g isthe relaxation time of
the baths. Similarly, in the Born-Markov approximation (BM), when going from

d l; (t) Z t n _ (0]
@ = duTe Hn®iHnW: " © el (02

to (2.64), we used
Z t Z t
duG( I5;ust;t) du G([ ¢;u;t;t): (D.3)
0 1

Considering the corrections of the above approximations, the QME is given by
dj (t)ii

dt
K@) = R( ) +RO®); RO@® =0( 1 x); (D.5)

= K@)j (ii; (D.4)

with 1 =2 = and x = ¢g for CGA; x = g for BM. KW (t) corresponds to
K[(ll])(t) of Appendix F. The discussions of § 3.4 are correct after replacing K( ) ¥
KW, R( ) ¥ R and o ) ¥ o(t). Here, o(t) and R(t) are defined by
K®)j o(®ii =0and R(OK({) =1 | o(b)iithlj, respectively. (3.33) is corrected to
3 h dIn X
I ew®i= RO §o®i  jOwi; (D.6)

n=1 n=1

o
A

€

with (t) = (t) o(t). The corrections are given by
0= o[l+O(! x)l R=R[1+0(! x)[; (D.7)

and

n

My O@=0 - "1y (D.8)
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Next, we consider the reasonable range of n of (M (t). Because ™(t) = O(})" and
o) o t) =0(! x),thereasonablerangeisn Nmax, Where npax is determined

by

]
ZoMmactl oy o 2 Mmax, (D.9)

Let us consider that reasonable concrete values of the parameters in the model of §
41: 1 =10P MHz, =10 eV=0.116K,1= =65:8ps, cc =1ps,and g = 0:1ps.
These values lead to

]
1 cg =10 5*P; 1 g =10 7*P; = =10 #18+P (D.10)

and Nmax = [Amax] With

6+p

R = 7+p
= Ligep

(CCAY 1847

(BM): (D.11)
Here, [n] means the biggest integer below n. Atp = 0, Amax = 1:44 (CGA), 1.67 (BM)
and at p = 3, Amax = 2:54 (CGA), 3.39 (BM). The larger the non-adiabaticity (*), the
larger Nnpmax becomes.
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Appendix E

Proof of (3.52)

First, using (3.22) and (3.16), we obtain
MLWO (IR IR( ) =hLwe () ¢ ( hij: (E.1)
Next, thlg( )j =mlj, o( ) =0,and (3.4) and (3.14) lead to
g ( )IR( )= ¢ (M1 Hjwe () (E2)
Hence, we obtain
MLWC (R ) +tlg ()i R( ) =0; (E.3)

and it leads to (3.52). To prove (3.52) only (3.22) is required and K( )R( ) =1
Jj o( )iithlj is not necessary. Additionally, the pseudo-inverse of the GME approach
(3.86) satisfies

>
RiKP = i pV& KPRy (E.4)

i
J i

which corresponds to our
R(HR()=1 j o )iithij& R( )R( ): (E.5)

(3.52) is shown also as follows. (3.22) and h1jKR( ) = 0lead to K( )R( )R( ) =
K ( ), which implies

R(HR( ) =1 j ()iithaj; h1j ( )ii =1: (E.6)
Applying thij to (3.22), we obtain thi1jR( YK ( ) = 0, which is equivalent to
thijR( ) = C( )Mij: (E.7)
By the way, differentiating (3.4) forn =0by i o , we obtain
IS ( )JR( )+ RO () = thij § ( ): (E8)
Applying R( ) to this equation and using (E.6) and (E.7), we obtain[19, 84]

thig ()i = MLRC (IR( )+c® ( Hhij; (E.9)
© ()=C() ¢ ()+hIg ()i ()ii: (E.10)
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(E.9) becomes (3.52) because of (3.14). Particularly, Yuge[84] used
Z S
R()=Jlim dt eROYL  j o( )iithj); (E.11)
=1 o
which satisfies (E.6) and (E.7) with () = o( ), C( ) = 0 and (3.22) (in Ref.[84],
C( ) was incorrectly setto 1).






















































