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It is theoretically known that the quantum interference of a long sequence of Landau-Zener transitions
can result in Rabi oscillations. Because of its stringent requirements, however, this phenomenon has never
been experimentally observed in the time domain. Using a nitrogen-vacancy (NV) center spin in iso-
topically purified diamond, we observed the Rabi oscillations resulting from more than 100 Landau-Zener
processes. Our results demonstrate favorable quantum controllability of NV centers, which could find
applications in quantum metrology and quantum information processing.
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The phenomenon of Rabi oscillations (ROs), first studied
in 1937 [1], occurs in almost any quantum system under
the influence of resonant external driving and is at the heart
of various spectroscopic techniques. Landau-Zener (LZ)
transitions, first studied in 1932 [2–5], are also ubiquitous
in quantum systems, typically occurring when two energy
levels of a quantum system undergo an avoided crossing.
It is known that interference between multiple LZ tran-

sitions can produce periodic Rabi oscillations (LZROs)
[6,7]. One of the main requirements for the observation of
such LZROs is that the coherence time of the quantum
system must be long enough to allow the coherent interfer-
ence between a long sequence of LZ processes.
With the recent advances invariousquantumsystems[8,9],

a number of experiments have been able to demonstrate
the controlled interference of LZ transitions. Interference
between two LZ transitions has been observed in gaseous
molecules [10], semiconductor-based quantum dots [11],
NV centers [12], and atoms in optical lattices [13]. Evidence
for various interference effects involving multiple LZ tran-
sitions has been observed in the steady-state behavior of
continuously driven superconducting qubits [14,15] and
nitrogen-vacancy (NV) centers [16]. However, Rabi oscil-
lations in the LZ regime have never been observed exper-
imentally because of the limited coherence times in those
systems.
In this Letter, we report the experimental observation of

LZROs resulting from the interference between more
than 100 LZ processes. LZROs exhibit a number of phe-
nomena that are qualitativelydifferent fromROs in theweak-
driving regime, such as different behaviors in the fast- and
slow-passage regimes, as well as completely destructive

interference between consecutive LZ transitions.
Furthermore, our experimental results show that the decay
of the LZROs with frequency modulation is suppressed
relative to that of ROs in the usual case of resonant-fixed-
frequency-driving Rabi oscillations (RFFROs) under the
same driving microwave (MW) power. Experimental results
indicate that the dominant contribution to the decay of
LZROs comes from the fluctuation of the MW amplitude,
and this conclusion is supported by theoretical calculations.
The observed LZROs with suppressed decay may provide
potential applications in quantum control and broaden the
scope of studying a variety of quantum dynamical phenom-
ena using NV centers.
A NV center consists of a substitutional N atom with an

adjacent vacant site (V) in the diamond crystal lattice. It has
an electron spin-1 ground statewith three sublevels, jms¼ 0i
and jms ¼ �1i, quantized along the [111] crystal axis
[Fig. 1(a)]. Quantum logic gates [17,18], quantum entangle-
ment generation [19], single-shot readout [20–22], quantum
memory operations [23], and quantum algorithms [24,25]
have been realized in such systems. These achievements
make NV centers in diamond a promising candidate as a
platform for building quantum computers. Furthermore,
with their favorable coherence properties and atomic-scale
size, NV centers have also been used for sensing magnetic
fields with nanometer spatial resolution [26,27].
The sample used in our experiment is an isotopically

pure 12C (> 99.9%) diamond with NV centers being
created at about 5–10 nm below the surface by 15N ion
implantation of 5 keV in energy [28]. When an externally
applied magnetic field is aligned with the principal axis of
the NV center, the Hamiltonian for the NV center is
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H ¼ DS2z þ γeBSz þ AzzIzSz: (1)

Here,D¼2.87GHz, γe¼2.8MHz=G, andAzz¼−3.05MHz
are the parameters for the zero-field splitting, the Zeeman
interaction, and the hyperfine interaction between the
electron spin and the 15N nuclear spin (I ¼ 1=2) of the
NV center, respectively. By applying a static magnetic
field of 510 G, the degeneracy of the states jms ¼ �1i is
lifted, and the nitrogen nuclear spin is polarized to be
Iz ¼ −1=2 by optical pumping [29] throughout the experi-
ment. In our experiments we use the states jms ¼ 0i and
jms ¼ þ1i for the qubit’s states j0i and j1i, respectively.The
optically detected magnetic resonance spectrum for
the j0i → j1i transition is plotted in Fig. 2(a). The appear-
ance of a single ESR peak confirms the polarization of
the nearby nuclear spin. The free-induction-decay signal,
shown in Fig. 2(b), gives a rather long dephasing time of
T�
2 ¼ 6.6� 0.2 μs, and spin-echo measurements (data not

shown) give approximately T2 ¼ 140 μs.
In order to induce transitions between the states j0i and

j1i, MW fields are generated using a local oscillator mixed
with an arbitrary-waveform generator and then irradiated
to the NV center via a coplanar waveguide [scheme in

Fig. 1(d)]. The form of the variable-frequency MW signal
is 2Δ cos½θðtÞ�, with ωðtÞ ¼ θ

:
ðtÞ being the instantaneous

frequency, which deviates from the resonance frequency of
the j0i↔j1i transition by εðtÞ ¼ ωðtÞ − ω0 ¼ ε0 þ ε1ðtÞ
(ε0 denoting its static offset part). After transforming the
Hamiltonian to an appropriate rotating frame and adopting
the rotating-wave approximation, the Hamiltonian for the
qubit is simplified to the standard form:

H ¼ εðtÞ
2

σz þ
Δ
2
σx: (2)

We use a triangle wave for the function εðtÞ:

εðtÞ ¼
8
<

:

−εm þ 4εmðt−nTÞ
T ; t ∈

�
n; nþ 1

2

�
T

εm − 4εmðt−½nþ1=2�TÞ
T ; t ∈

�
nþ 1

2
; nþ 1

�
T;

where 2εm and T are, respectively, the range and the period
of the function εðtÞ, and n ¼ 0; 1; 2;…. When the system is
initialized in the state j0i and εðtÞ is swept through the
value zero, a simple LZ transition occurs. The probability
of the transition from j0i to j1i is given by the LZ formula
[Fig. 1(b)]:

Pj0i→j1i ¼ 1 − PLZ ¼ 1 − exp

�
− π

2

Δ2

v

�
; (3)

FIG. 1 (color online). (a) Schematic diagram of a NV center in
the diamond lattice and the energy level diagram of the NV
center. (b) Schematic diagram of Landau-Zener transition: when
the energy levels undergo an avoided crossing, the quantum state
undergoes a mixing process between the lower and the upper
instantaneous eigenstates of the LZ Hamiltonian given by Eq. (2).
This process is analogous to the operation of a beam splitter in
optics experiments. (c) A single driving period contains four
elementary rotations, which can be combined to produce a single
effective rotation. On short time scales, one can see that each
period involves four different rotations. On long time scales, the
dynamics is described by the repeated application of the single-
period rotation, as is the case for Rabi oscillations. (d) The pulse
sequence used to drive Rabi oscillations in the LZ regime.

(a) (b)

(c) (d)

FIG. 2 (color online). (a) Photoluminescence (PL) intensity of
the optically detected magnetic resonance spectrum for the
transition between the states j0i and j1i of the NV center (blue
dots). The red curve is a fit with a single Lorentzian peak.
(b) Results of a standard Ramsey experiment on the NV center.
The results are fitted to the function exp½−ðt=T�

2Þ2� cosð2πδftÞ
(δf ¼ 0.56 MHz), where the oscillations are due to the detuning
between the MW signal and the j0i↔j1i transition. (c),(d) The
occupation probability of the state j0i for a double-passage
experiment in the fast- and slow-passage regimes.
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where v is the sweep rate of the diabatic energy difference
at the crossing. For the triangle wave used in our experi-
ment, v ¼ 4εm=T.
For a slow sweep, the system transforms adiabatically

from j0i to j1i. As the sweep rate increases, PLZ decreases
following the exponential-decay function given in Eq. (3).
The value ofΔ can be obtained in this way, which is always
found to agree with the values obtained using resonant
driving [30]. In Figs. 2(c) and 2(d), we show the results
for double-passage Landau-Zener-Stückelberg (LZS) inter-
ferometry in the fast- and slow-passage regimes correspond-
ing to PLZ close to 1 and 0, respectively. The short-time
dynamics clearly shows steplike LZ transitions with
small-amplitude, high-frequency oscillations, and this is
in good agreement with numerical simulations. The oscil-
lations are a result of the fact that even far away from the
avoided crossing point the σx term in the Hamiltonian still
induces some dynamics in the populations of the two basis
states [31].
We now consider the effects of strong, periodic driving

of the NV center. LZS interference can be understood using
an analogy with Mach-Zehnder interferometry in an optical
setup [14]. This analogy provides a good understanding of
the LZS setup when dealing with one or two LZ processes.
For analyzing the resonance phenomena associated with
continuous driving of the system, a geometric picture is
more intuitive [7,15]. When the two-level quantum system
is driven through the avoided crossing region, the lower and
upper states are mixed together in a process that can be
described by the following matrix [30]:

N ¼
�
α −γ�
γ α�

�
; (4)

where α ¼ ffiffiffiffiffiffiffiffiffiffiffiffiffiffiffiffi
1 − PLZ

p
e−iφ and γ ¼ ffiffiffiffiffiffiffiffi

PLZ
p

, with φ being a
geometric phase associated with the LZ transition [6]. In
the geometric picture, the LZ mixing processes is repre-
sented by a rotation about an axis that depends on the
various parameters described above. Between LZ processes
the system is moved away from the avoided crossing and
brought back some time later, such that a phase accumu-
lates between the two quantum states. This phase is given
by the integral over time of the energy separation between
the two energy levels 2ζ ¼ R ðEe − EgÞdt, and the corre-
sponding quantum process U is represented by a rotation
about the z axis.
A full driving cycle is therefore composed of four

rotations alternating between two different axes [Fig. 1(c)].
This sequence of four rotations is equivalent to a single
rotation (G1 ¼ U2NU1N); depending on the various angles
involved, the axis for the net rotation can point in any
direction. Specifically, the matrix G1 describing the net
rotation has the same form as Eq. (4), but with parameters α
and γ that can be lengthy in general [6].

By stringing a large number of these rotations together,
we obtain a resonance effect. If the axis of the single-period
net rotation points in the xy plane, the resonance condition
is satisfied. Even if the mixing between the lower and
upper states in a single driving period is small, the rotations
of multiple periods will add up constructively, and we
obtain full oscillations between the states j0i and j1i. If
the axis of the single-period net rotation points outside the
xy plane, there can be partial, but not full, conversion
between the two states.
Two opposite limits are of particular interest: fast (almost

sudden,1 − PLZ ≪ 1) and slow (almost adiabatic,PLZ ≪ 1)
passage. In both cases, we observe steplike dynamics that
reflect LZ processes associated with the passage through the
avoided crossing, aswell asROdynamics at long time scales.
To observe ROs in different regimes, we first vary the sweep
rate. In Fig. 3(a),we set εm=Δ ¼ 18.0 (well in theLZ regime)
and v ¼ 2π × 3.12 MHz=ns, which gives PLZ ¼ 0.91
(fast-passage regime). We observe coherent oscillations
that result from the quantum interference of a sequence
containing over 100 LZ processes. These oscillations are
observed up to about 8 μs without any appreciable steady
decay. In Fig. 3(b), we set εm=Δ ¼ 5.25 (LZ regime) and
v ¼ 2π × 0.33 MHz=ns, which gives PLZ ¼ 0.064 (slow-
passage regime).Themeasured andcalculated curves clearly

(a)

(b)

FIG. 3 (color online). Rabi oscillations resulting from the
interference of many LZ processes. (a) Fast-passage regime. The
measured (upper curve) and numerically simulated (lower line)
occupation probabilities P0 of the state j0i as a function of time.
The experimental data here and those in (b) are offset along
the y axis for visibility. The Rabi frequency is about 1.49 MHz,
which is consistent with numerical simulations. The parameters
used in this case are Δ ¼ 2π × 5.57 MHz, εm ¼ 2π × 100 MHz,
and T ¼ 128 ns. (b) Slow-passage regime. The same as in (a),
except that dashed sinusoidal envelopes are added to show the
oscillatory behavior, which corresponds to the ROs in the adiabatic
basis. The parameters used in this case are Δ ¼ 2π × 9.60 MHz,
εm ¼ 2π × 50.4 MHz, and T ¼ 606 ns.
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show many steps associated with LZ processes at short time
scales, as well as long-time oscillatory envelopes. The RO
pattern ismore clearly recognizablewhen transformed to the
adiabatic basis ½jeðϵÞi; jgðϵÞi�. The results in the adiabatic
basis are well fitted with a sinusoidal function in Fig. 3(b).
The ROs in the slow-passage regime are in some sense more
impressive than those in the fast-passage regime. Every
passage through the avoided crossing is now almost adia-
batic, such that the quantum state changes drastically in the
natural basis ðj0i; j1iÞ every time the system goes through
the avoided crossing [30]. Nevertheless, quantum coherence
is preserved, and the interference of over 15 LZ processes is
observed without any discernible decay.
Rabi oscillations are also obtained in the case of inter-

mediate sweep rates and intermediate degreesof constructive
(or destructive) interference between successive LZ proc-
esses [30]. The effect of varying the degree of constructive
interference is illustrated in Fig. 4. Taking the parameters
of Fig. 3(a) and changing T from 128 to 149 ns, the
constructive interference between successive LZ processes
is replaced by completely destructive interference. This
situation corresponds to the so-called coherent destruction
of tunneling [32], where the j0i → j1i transition is sup-
pressed not because the driving is nonresonant, but because
the parameters are chosen such that the single-period net
rotation gives the identity operation (i.e., it has a zero
rotation angle).
We now analyze the decay of the observed oscillations.

Wemeasured the LZROs shown in Fig. 3(a) for an extended
period of 80 μs [30], from which we obtain the decay time
T 0
2;LZRO ¼ 58� 3 μs. The noise contributing to the decay of

LZROs (and also RFFROs) can be attributed to two main
sources: fluctuations in the driving field and sources that are
intrinsic to the sample, such as the noise due to the nuclear
spin bath, various paramagnetic centers in the diamond
sample, and other surface-related contributions [33] for
a near-surface NV center. Detailed experimental studies
together with theoretical analysis [30] considering both
types of noise indicate that the dominant contribution to
the decay of the LZROs (and RFFROs) in our experiment is
due to the fluctuation of the driving field amplitude.
In a previous study [12], we were only able to observe a

limited number of LZ transitions. In this study, using an
isotopically purer sample, the long coherence time allows
the observation of many more LZ transitions, so that
LZROs can be clearly demonstrated. T 0

LZRO is a few times
longer than T 0

RFFRO ¼ 17� 1 μs measured for RFFROs
under the same MW power, showing the suppression of the
decay in LZROs relative to RFFROs.
When the fluctuation of the MW field amplitude is the

dominant noise source and the intrinsic noise is neglected,
theoretical calculations [30] relate the LZRO and RFFRO
decay times by the following expression

T 0
2;LZRO

T 0
2;RFFRO

¼ 1

jJnðxÞj
; (5)

where Jn is the Bessel function and n denotes n-photon
resonance. For a sinusoidal function εðtÞ ¼ ε0 þ A cosðωtÞ,
n ¼ ε0=ω and x ¼ A=ω. For the symmetric triangle wave
used in our experiments, n ¼ 0 and x ≈ 4εmT=π3. It should
be noted that since jJnðxÞj < 1, at least for the case where
the intrinsic noise is negligible, T 0

2;LZRO is always longer
than T 0

2;RFFRO and can be greatly extended for the case of
small jJnðxÞj < 1. The enhancement factor predicted for
the current experiment usingEq. (5) is 4.08, comparablewith
the measured value of 3.41. The agreement is good consid-
ering the approximations of keeping only the dominant
contribution that leads to Eq. (5).
In summary, using a single electron spin in diamond,

we have observed Rabi oscillations resulting from the
quantum interference of more than 100 LZ processes in
various regimes ranging from slow to fast passage and
from constructive to destructive interference within a single
driving period. The experimental observation of the quan-
tum oscillations in the LZ regime verifies the rich dynamics
of a fundamental paradigm, which may be explored for the
study of some fundamental phenomena, such as magnetic
resonance beyond the rotating-wave approximation [34]
and multiphoton transitions [14]. For the isotopically
purified diamond used in our experiment, the decay time
for LZROs is longer than that for ROs with fixed-frequency
driving under the same driving power. Taking advantage
of such multiple passages and favorable coherence proper-
ties of NV centers, LZROs might also be exploited for
potential applications in quantum metrology and quantum

(a)

(b)

FIG. 4 (color online). Constructive versus destructive interfer-
ences in a single driving period. The parameters are the same as in
Fig. 3(a), except for the sweep period being T ¼ 149 ns in the
case of destructive interference (pink line). The experimental
results are shown in (a), while the results of numerical simu-
lations are shown in (b). The case of destructive interference
corresponds to the phenomenon of coherent destruction of
tunneling (CDT).
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information processing, such as the measurement of geo-
metric phases [35,36] and quantum gates based on LZS
interference [37,38].
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