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Abstract: Laser threshold magnetometry using the nega-
tively charged nitrogen-vacancy (NV−) centre in diamond
as a gain medium has been proposed as a technique to
dramatically enhance the sensitivity of room-temperature
magnetometry. We experimentally explore a diamond-
loaded open tunable fibre-cavity system as a potential
contender for the realisation of lasingwith NV− centres.We
observe amplification of the transmission of a cavity-

resonant seed laser at 721 nmwhen the cavity is pumped at
532 nm and attribute this to stimulated emission. Changes
in the intensity of spontaneously emitted photons accom-
pany the amplification, and a qualitative model including
stimulated emission and ionisation dynamics of the NV−

centre captures the dynamics in the experiment very well.
These results highlight important considerations in the
realisation of an NV− laser in diamond.

Keywords: diamond colour centres; fibre cavity; laser
threshold magnetometry; nitrogen-vacancy centres; NV
charge state switching; NV-stimulated emission.

1 Introduction

Quantum magnetic sensing is driving rapid development
in applications ranging from life science to navigation
technologies [1, 2] and is contributing to breakthroughs in
fundamental physics [3–5]. Much of this effort over the last
decade has made use of the negatively charged nitrogen-
vacancy (NV−) centre in diamond [1, 2, 6, 7], which is
particularly attractive since it allows quantum measure-
ments at ambient temperatures and provides nanoscale
resolution [5, 8, 9]. The NV− centre has spin-optical prop-
erties uniquely well suited for sensing applications [2] and
offers magnetometry based on reliable control and optical
read-out of magnetically sensitive ground state spin levels.
Since the first theoretical proposals for NV− spin magne-
tometry [10, 11] and the breakthrough demonstrations in
experiments [12, 13], many different types of NV− sensing
modalities have been suggested and tested [1, 7].

While a range of experiments have been performed and
real-world technical applications are already emerging,
there is an ongoing quest to improve sensitivity. The best

NV− sensitivity reported so far is 0.9 pT/
���
Hz

√
[14], which is

several orders of magnitude worse than initial expectations
[1, 2, 10]. These extra orders of magnitude are required in
order to reach the goal of sensitivities comparable to state-
of-the-art superconducting quantum interference device
(SQUID) technology [1, 2], which would open numerous
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applications to room-temperature implementation. One of
the key limiting factors is the shot noise that arises from the
difficulty in efficiently detecting single photons [7]. This is
particularly true for single-spin sensing applications, but it
still plays a role when using an ensemble of NV− spins to
enhance the sensitivity. Ensemble magnetometry reduces
spatial resolution [1, 7, 10], but many technical applications
such as magnetic resonance imaging can sacrifice spatial
resolution to gain sensitivity.

One proposal to bypass the photon shot-noise problem is
a technique called laser threshold magnetometry, and it has

the potential to improve sensitivity towards the fT/
���
Hz

√
regime [15, 16]. The main idea is to construct a laser using
stimulated emission of NV− centres in the phonon sideband
and detect magnetic fields by the change in laser output
power close to the threshold. An NV− laser bypasses the shot
noise problem since the detection of spontaneous photons is
replaced by the detection of a weak coherent laser beam. The
idea of using colour centres in diamond (and in particular,
NV− centres) as a laser gain medium has been around for a
while [17–19]. To the best of our knowledge, the demonstra-
tion of an NV− laser or even the stimulated emission of NV−

centres inside an optical cavity has not been achieved so far.
However, recently, the first direct observation of stimulated
emission from NV− centres (without any optical cavity) has
been reported as an important step [20].

Stimulated emission is vital for developing a laser,
and yet some contention surrounds this phenomenon in
NV− centres. The main concern is the near-infrared (NIR)–
induced photoionisation, which has recently attracted
considerable interest [21–23]. Super-resolution microscopy
using the stimulated emission depletion (STED) technique
has been repeatedly demonstratedwithNV− centres [24–27],
even for 1064-nm irradiation where the STED cross section
should be negligible [28]. Importantly, the STED technique
will achieve super-resolution with any mechanism that de-
pletes the fluorescence of the NV− centre upon irradiation of
laser light, and so it does not prove the presence of stimu-
lated emission. For example, photoionisation could be
responsible for the quenching of fluorescence as has
recently been described for low-power subdiffraction-
limited microscopy using NV− centres [21]. The charge state
switching dynamics between negative and neutral charge
states of the NV centre due to the NIRwavelengths have also
been taken into account in exploring the avenue of direct
NV− stimulatedemission [22, 29, 30]. This ionisation induced
by NIR wavelengths naturally poses concerns about the
realisation of the stimulated emission from NV− centres and
its amplification inside a strong optical cavity for NIR
wavelengths.

Here, we demonstrate amplification of laser light
transmitted through an open tunable fibre cavity [31] loaded
with a diamond sample containing a high concentration of
NV− centres. A 721-nm laser was used to seed the cavity
mode instead of relying on the amplification of spontane-
ously emitted photons from the NV centres. Optically
pumping NV− centres with an off-resonant 532-nm excita-
tion led to the amplification of this seed laser transmission.
This was accompanied by a reduction in the spontaneously
emitted photons at other wavelengths, strongly supporting
the conclusion of amplification by stimulated emission. A
recovery of spontaneous emission at higher pump powers is
interpreted in the light of NIR-induced photoionisation. We
qualitatively model the observed cavity output dynamics by
including charge state switching to NV0 and find good
agreementwith the data. Using a seed lasermade it possible
to observe the interplay of stimulated emission and charge
state dynamics in the presence of a cavity with lower re-
quirements on the effective cavity quality factor. These re-
sults address the concern that the strong NIR intracavity
field might induce charge state switching of NV− to NV0 to a
degree that precludes an NV− laser. Our analysis highlights
the important parameters and processes occurring in the
diamond samples that are currently limiting the realisation
of an NV− laser threshold magnetometer as originally pro-
posed in Jan et al. [15].

This article has the following structure. The diamond
sample and experimental fibre-cavity apparatus are intro-
duced in Section 2. Section 3 presents the cavity trans-
mission measurements showing optical amplification. A
qualitative model is developed in Section 4, considering
stimulated emission and charge state switching of NV
centres. In Section 5, we discuss the experimentally
observed amplification behaviour in the light of the qual-
itative model. The concluding Section 6 discusses the
challenges ahead for achieving NV− lasing.

2 Experimental details

The sample used in these experiments was a commercial
type 1b high pressure high temperature (HPHT) diamond
from E6 with [100] orientation, which was electron beam
irradiated at 2 MeV to a fluence of 1018 cm−2. This was per-
formed in vacuum and at a temperature of 740 °C in order to
achieve in situ annealing, which improves NV creation [32]
to a concentration of 1.7 ppm.

This corresponds to an effective density of NV centres
of 3 × 1017 cm−3, which is the number used in our models in
the remainder of the paper. The sample was then laser cut
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and polished to a thickness of 50 µm and afterwards opti-
cally “superpolished” with a pulsed laser at 213 nm and
24 µJ pulse power under oxygen atmosphere. This achieved
a very high surface smoothness of Ra = 0.4 nm, in an
attempt to eliminate scattering losses from the surface.

In order to investigate NV− lasing, this diamond was
placed inside an open, mechanically tunable fibre cavity
[31], consistingof a concavefibre endmirror andaflatmirror
substrate, forming a stable semiconcave cavity as illustrated
inFigure 1(a). The curvature radius of thefibre tipmirrorwas
around 170 µm. This imposes an upper limit on the stable
cavity length, but the high refractive index of diamond
means that placing the sample in the cavity increases the
effective maximum cavity length. This ensures that a stable
cavity mode can be formed while maintaining a safe sepa-
ration between the fibre tip and the diamond sample. The
fibre was mounted on a piezo (Noliac shear piezo stack
NAC2402-H3.4 for the amplification study presented here) to
allow fine and rapid control of the cavity length. Both cavity
mirrors were coated with the same distributed Bragg
reflector (DBR) coating (Laseroptik GmbH, Germany)
designed to have two stopbands, one at 633 nm and the
other one at 740 nm. The cavity was mechanically designed
to achieve passive stability sufficient for this study.

Green off-resonant pump light at 532 nm (Lighthouse
Photonics) and seed red light at 721 nm (MSquared SOL-
STIS) were both delivered into the fibre cavity through the
fibre-mirror end. At 532 nm, the dielectric DBR coating
transmits roughly 60% of the incoming light generating a

poor cavity mode. This makes it possible to achieve high
pump laser powers at the sample, regardless of cavity
tuning. A red laser wavelength at 721 nmwas chosen over a
740-nm laser, where the cavity reflectively is at a
maximum, because a lower reflectively will produce a
lower finesse cavity which is less susceptible to noise and
easier to handle without electronic stabilisation. The
designed finesse for the cavity around 721 nm is around
40,000. Experimentally measured cavity finesse was
around 100 times lower, limited by many factors such as
light absorption in and surface scattering off the diamond
sample. The light exiting the cavity through the macro-
scopic mirror substrate was collected and sent for analysis
to a spectrometer (ACTON/Princeton Instruments Spec-
traPro 2500i). Before detection, the green pump light was
blocked with a 532-nm notch filter. In the absence of an
active feedback mechanism, we captured the cavity reso-
nance for the 721-nm laser by applying a triangle-ramped
voltage with 1 Hz frequency to the piezo that controls the
cavity length. The shear piezo travel range was sufficient to
cross multiple cavity resonances; Figure 1(b) shows an
example of the upward ramp across two resonances, but in
the diamond-loaded cavity for the amplification measure-
ments the full range covered in one half of the triangular
wave was about 10. The spectrometer camera integration
time was set to 10 s so that all photons arriving at the
detector from the cavity resonances crossed (naively about
200 in total) were captured for better signal-to-noise ratio.
Naively, the cavity length was within the range of around

Figure 1: The diamond-loaded fibre cavity platform. (a) Schematic of the fibre cavity loaded with a diamond sample containing nitrogen-
vacancy (NV) centres. The diamond sample is placed on top of the macroscopic mirror, and a concave fibre-endmirror is approached from the
top forming a stable Fabry–Perot microcavity. The inset displays the structure of the NV− centre within the diamond lattice. Black spheres are
carbon atoms, blue indicates nitrogen, and red illustrates the dangling bonds that form electron orbitals around the vacancy position. (b) The
cavity finesse wasmeasured by applying a triangular voltage ramp (red) to the piezo in order to tune the cavity length bymoving the fibre. The
cavity transmission T was measured (shown here normalised to the maximum value), and multiple peaks were typically observed corre-
sponding to different spatial modes. The ratio of distance between two peaks of matching (e.g. fundamental) mode to the full width at half
maximum gives the cavity finesse. Note these representative transmission data do not come from the same cavity as the subsequent
amplification measurements.
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50–54 µm, during the cavity ramp. The spectrometer
camera and cavity ramp were time synchronised.

3 Experimental results

Typical spectra under different pumping conditions are
displayed in Figure 2. The solid green trace was recorded
for 532-nm off-resonant green pumping alone, whereas the
dashed orange trace was recorded for the same green
pumping intensity with the red laser added at 721 nm. In
essence, both spectra show a broad spontaneous emission
background from the NV phonon sideband that is modu-
latedwith a period of 2.11 nm. Thismodulation is due to the
diamond sample, and the period matches what is expected
from its thickness of 50 µm. Clearly, the spectra have very
similar broad backgrounds, but the orange trace with the
red laser added shows the 721-nm resonant cavity mode
appearing above the NV phonon sideband.

In order to see the difference between the two traces,
we subtract the orange trace (red plus green lasers) from
the green trace (green laser alone). Comparing the resulting

trace with a spectrum of the red 721-nm laser alone, shown
in red on the same plot, allows us to observe the impact of
the additional red laser on NV centres excited by the green
laser. The first impact of the red laser on the excited NV
centres is a slight reduction in the background fluores-
cence (Figure 2(ii)). Secondly, the red laser peak has an
increased intensity indicating an amplification of the po-
wer in the 721-nm cavity mode (Figure 2(iii)). As expected,
the red trace is flat in the range between 711 and 721 nm of
the spectrum since under red pumping alone, no notice-
able spontaneously emission photons from NV centres are
detected. In contrast to the amplified laser peak, the purple
trace shows a negative background with a clear modula-
tion contrast reminiscent of the large modulated back-
ground in part (i). This indicates that when both lasers are
present, the spontaneous background is suppressed whilst
the red laser is being amplified.

We vary the excitation power and observe the output of
the cavity mode in a systematic fashion. In a first set of
measurements, we keep the red power around 67 μW, and
we vary the green pump power roughly between 1 and
150 mW. Both numbers refer to the input power into the
cavity fibre. At each green pump power, we obtain a series
of spectra as in Figure 2(i). We then compare the corre-
sponding purple and red traces (Figure 2(iii)) to extract the
amplification factor for the resonant laser in a quantitative
way. The dimensionless ratio of the two, famp, obtained by
the numerical summation of the data points, is a measure
of the amplification of the red laser light transmitting
through the cavity under green pumping. Figure 3(i) dis-
plays the resulting amplification factor famp as a function of
the green pump power. Clearly, we see an amplification
factor above one that monotonically increases over the
power range plotted here (except the last data point).
However, the trend shows a strong saturation behaviour,
and the further increase in amplification for higher green
pump power is only weak. In addition, we extract a
quantitative measure for the effect of the red laser on the
spontaneous emission from the NV centres. We therefore
take the orange curve in Figure 2 (green plus red laser) and
subtract the red curve (red laser only) from it. For the
resulting trace (not displayed in Figure 2), we numerically
sum the data points for the range shown in Figure 2(ii). The
ratio fsp of this integrated intensity to the integrated in-
tensity of the corresponding wavelength region in the
green spectrum of Figure 2(i) (green laser only) gives a
quantitative measure for the effect of the red laser on the
NV spontaneous emission.

Interestingly, when plotting fsp as a function of green
pumppower (Figure 3(ii)), we observe an initial decrease in
spontaneous emission as expected in the presence of

Figure 2: Typical experimental spectra obtained in cavity
transmission. The green, orange, and red traces in (i) were obtained
with green laser only, with the green plus red laser, and with the red
laser only present, respectively. Themodulation patternwith a period
of about 2.11 nm in (i) is due to the weak cavity modes formed inside
thediamondcrystal itself. Subtracting thegreen trace from theorange
trace yields the purple trace in (ii) and the data points shown in (iii) as
purple circles (annotated as the intensity change in both figures). The
red trace in (ii) is the spectrum with only the red laser near 721 nm
present shown in (i). The red and purple lines shown in (iii) is the
Lorentzian fit to the data points shown in respective colours. In the
trace with green plus red laser present, a slight decrease in the
spontaneous emission occurs compared to the green laser only trace,
which is apparent in (ii). Amplification of the red laser is apparent at
the cavity mode resonant with the red laser in (iii).
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stimulated emission. But as we increase the green pump
power beyond 50 mW, the trend reverses, and somewhat
surprisingly, we seemore NV centre spontaneous emission
in the presence of the resonant laser than without it (the
shaded magenta region in Figure 3(ii)). Interestingly, fsp
seems to follow the behaviour of the corresponding famp in
the shaded region. Both the strong saturation of the

amplification factor, famp, and the “reversing” behaviour in
the spontaneous emission factor, fsp, raise questions about
the underlying physical mechanism. In the following sec-
tion, we therefore present a qualitative model that sheds
some light on the physics going on in our diamond-cavity
system.

This measurement of amplification as a function of
green pump power was repeated for a systematic range of
the red probe laser powers. The observed effect of the red
laser power on famp is summarised in Figure 4. As the red
power increases from around 1 to around 47 mW, amplifi-
cation gets increasingly suppressed, as witnessed by the
fact that famp saturates much more rapidly and essentially
stays flat around one for the highest red powers. In order to
quantify this effect, in Figure 4(b), we plot famp as a func-
tion of red power for fixed green pump powers (corre-
sponding to the marked vertical slices through the data in
Figure 4(a)). These data fit well with an inverse square law
as demonstrated by the fit curves displayed alongside the
data points.

Finally, we would like to point out that in different
iterations of our experiment (with slight changes to the set-
up and cavity parameters), we have consistently observed
amplification factors up to a maximum of ∼3 and similar
reversing trends in the spontaneous emission signal that
also include the peculiar increase in fsp above 1 for higher
green pump powers. In addition to this, we have observed
reduction in the amplification factor famp below one in
some of our measurements with high red laser power. This
is also apparent in some of the data points, particularly for
low green pump powers and high red laser power in
Figure 4(A).

Figure 3: Amplification and spontaneous-emission factor as a
function of green pump power. Error bars shown are one standard
deviation range obtained by propagating the shot noise in spec-
trometer counts for each pump powers. (i) famp was extracted from
raw data like the ones displayed in Figure 2 and measures the
amplification of the red laser upon off-resonant pumping of
nitrogen-vacancy (NV) centres. (ii) fsp measures the influence of the
red laser on the spontaneous emission of the NV centres and was
obtained by integration of the background signals in thewavelength
region of the inset of Figure 2 (ii). The black dotted lines indicate the
reference line at unity, which corresponds to no difference in the
output signal between the different pumping schemes.

Figure 4: Dependence of famp on red power. (a) famp as a function of green pump power for different red powers. Red laser power in mW,
corresponding to each curve, is annotated in respective colours. (b) Line cuts through (a) give famp as a function of red laser power for fixed
green pumppower. The blue, orange, green, and red colours in (i), (ii), (iii), and (iv) correspond to green pump powers of ∼12.9mW, ∼29.2mW,
∼50.1mW, and∼73.4mW, respectively. The solid curveswith respective colours are from the fit functions annotated in eachfigures. For clarity,
error bars, which are obtained in the same manner as Figure 3, are shown only in (b).
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4 A qualitative model based on
stimulated emission and charge
state switching

In this section, we theoretically model an ideal amplifica-
tion experiment taking into account the photoinduced
charge interconversion between NV− and NV0, as well as
the stimulated emission from these charge states. The re-
sults from the theoretical modelling allow us to qualita-
tively interpret the experimental results of the previous
section.

4.1 Model

We consider an ideal cavity on resonancewith the red laser
at 721 nm in the fundamental (Gaussian) mode. For ease of
calculation, we assume a flat-top approximation and a
cylindrical volume of the cavity, with the radius of the
Gaussian spot size on the macroscopic mirror as the base
radius. We further assume that the cavity is fully filled with
the diamond sample. The effective cavity volume de-
termines the number of NV centres contributing to the
dynamics and the laser amplification. It further sets the
stimulating intracavity power/intensity of the red laser by
scaling the power that we provide at the fibre input by the
effective finesse of the cavity.

In order to model the NV centres in our cavity, we first
consider a single NV centre and capture its internal dy-
namics including charge state switching. We then simply
scale the population fractions with the total number of NV
centres inside the cavity volume to obtain the ensemble
effect. A review of the NV centre charge state switching
dynamics is given in Appendix A, and the resulting level
scheme and transitions are depicted in Figure 5. We can
then write down the rate equations based on the level
scheme in Figure 5.
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Here, p|j〉 is the population fraction of a single NV centre on
the level

∣∣∣ j〉. Thus, ∑7
j�1p|j〉 � 1. Since the decay from the

phonon levels of the ground state is expected to be very
fast, we neglect any stimulated absorption from these
phonon levels back to the excited states. From the model,
we obtain the steady-state population fractions of each of
the seven levels, denoted by pi with i = 1, …, 7. The spon-
taneous and stimulated emission intensity of the NV
centres can then be calculated from the steady-state pop-
ulations in the excited states of both the NV− charge state
(p|−〉 � p|3〉 +p|4〉) and the NV0 charge state (p|0〉 � p|7〉).

In our qualitative model, we make the following as-
sumptions for simplicity. Firstly, whilst the coupling be-
tween each NV centre in the diamond and the cavity mode
really is different [33], we assume every NV centre in the
diamond to have the same coupling for simplicity of
calculation and in order to extract the essential physics.
This model also neglects possible dipole–dipole in-
teractions and coherent collective effects [34], which is
reasonable given the typical cavity decay rates and the NV
density in our system. In addition, since we are using high-
intensity fields, we neglect the single photon ionisation
process that has been observed for low-power off-resonant
excitation [35]. We also do not consider the spin depen-
dence on ionisation transitions directly from excited states
that has recently been reported for nanodiamond NV en-
sembles [23] as it is not necessary in order to capture the
important physics and trends observed in the data. How-
ever, an indirect spin dependence is included intrinsically
on the ionisation through the spin-dependent transition to
the singlet states [36] and also through the ionisation from
the singlet state due to the NIR wavelength [22]. Further-
more, emission of the NV0 that may then be subsequently
captured by surrounding NV− centres has not been
considered in this model. In dense NV samples, this effect
will reduce the effective contribution of NV0 in the emitted
signal; however, we expect this effect to be small. Lastly,
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we do not consider any change in the cavity conditions that
modify the input light into the cavity and thereby change
the intracavity field as well as the cavity transmission for
simplicity.

Both charge states can contribute to the stimulated
emission signal since both charge states have a broad
phonon sideband with a significant amplitude at 721 nm.
The amplification factor, famp, is a ratio of the total intra-
cavity power at 721 nm to the intracavity power of the seed
laser. Assuming stimulated emission of the two charge
states of NV centres as the additional contribution to the
intracavity power at 721 nm, other than the external seed
laser at 721 nm, the famp can be written as

famp � 1 + (p|−〉 + ηp|0〉)Fσse ρNVl. (8)

Here, σse is the stimulated emission cross section of the NV
centre in the negative charge state. η represents the ratio of
stimulated emission cross sections of NV0 to NV−. ρNV is the
density of the NV centres in the diamond sample, and l is
the cavity length, which in our simplified model, we as-
sume to be the thickness of the sample. F denotes the ratio
of the intracavity resonant (red) laser power and the input
power at the fibre input, which can be approximated as
finesse/π. It is important to note that the assumption
leading to this equation’s simplicity is that the change in
spontaneous emission when adding the red seed laser is
small compared with the stimulated emission cross sec-
tion, which is valid for the seed intensities used in this

paper. We further simplify by neglecting the fact that the
stimulated emission can happen in both directions of the
cavity, and we are only collecting photons in the trans-
mission of the seed laser. Qualitatively, this makes no
difference.

Next, we can obtain the spontaneous emission factor,
fsp, by comparing the number of photons spontaneously
emitted under green plus red pumping with that emitted
under green pumping only. We include both charge states
and write fsp as

fsp � p|−〉 + βp|0〉
p′|−〉 + βp′|0〉

. (9)

The prime (′) marks the population fractions under green
pumping only, and β is the ratio of the spontaneous
emission rate of NV0 to NV−. We neglect the emission from
the NV0 when there is only red laser present, since the red
laser cannot excite this centre in our model.

4.2 Numerical results

To model the NV centre, we have used the parameters
shown in Table 1. These were obtained from the literature,
specifically forHPHT type 1b bulk diamondwhere possible.
The choice for some parameters was complicated by
considerable variation across previous publications. For
example, we consider a comparatively high value for a

Figure 5: Nitrogen-vacancy (NV) centre model for explaining amplification. Levels 1–5 belong to NV− and six and seven belong to NV0. In the
NV−, 1 and 2 respectively representms = 0 andms =±1, respectively, of the ground state, and 3 and4 respectively representms = 0 andms =±1,
respectively, of the excited state. Five represent the singlet level of the NV− centre. In the case of NV0, it has only the ground state (6) and
excited state (7). The orange arrows represent transitions due to both green and red wavelengths. The solid orange line represents the
pumping rate, whereas the dotted one represents the ionisation and recombination transitions. The thin and thick solid red arrows represent
spontaneous and stimulated transitions. The grey arrows represent intersystem crossing (ISC) transitions, and curly magenta arrows
represent phonon decays. The green arrow represents the pumping rate of NV0 by the greenwavelength. The transition rates of each transition
are shown on each corresponding arrows.
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singlet-state lifetime based on the study by Tetienne et al.
[37] although lower values are also reported in the litera-
ture [1]. The choice of a somewhat longer singlet-state
lifetime could be justified potentially through the presence
of NV centre transitions to dark states, e.g. through excited-
state absorption, which is not separately considered in our
model. Also, in our experiment, we do not observe any
saturation of the spontaneous emission from the NV cen-
tres, and so we consider a lower value of the absorption
cross section for the green available in the literature from
Wee et al. [38] and Dumeige et al. [39]. The ratio of the
ionisation or recombination cross section to the absorption
cross section (stimulated emission cross section) for the
green wavelength (red seed wavelength) was considered
from the study byHacquebard andChildress [22]. The green
wavelength in that study is close to the one in the present
study. Although the red wavelength considered in the
study by Hacquebard and Childress [22] is different, we
consider these experimental values for the present study,
assuming they do not differ very much.

The stimulated emission cross sectionσse∼ 3.22× 10−21m2

for our sample is obtained in a similar fashion to the study by
Fraczek et al. [29], but considering only the NV− centres (see
Appendix B). The value we obtain for our system is compa-
rable to the values obtained in the literature previously [19,
29, 30]. Near our working wavelength of 721 nm, the study by
Fraczek et al. [29] specifies a ratio between the stimulated
emission cross section of NV− and NV0 of slightly higher than

3. Hence, we assume ηse � 1
3 in our model.

Figure 6 shows plots of famp and fsp, as defined in Eqs.
(8) and (9), respectively, as a function of green pumppower
in Figure 6. Both the calculated amplification factor famp

and the spontaneous emission factor fsp qualitatively

match the behaviour observed in our experiments. To
achieve this, we assumed the free parameters F ∼ 500/π,
ξ � 0.66, σr � 2 × 10−23 m2, and the radius of the cavity
mode waist as 5 µm.

Given the design finesse of around 40,000 and the
surface roughness and thickness of the diamond sample,
the value of F seems reasonable as the finesse assumed is
within the experimental uncertainties of the finesse we
typically observe in our diamond-loaded cavity. The
parameter ξ is the ratio of excitation efficiency of the NV to
NV−. This value is not consistent in the literature and
ranges from 0.33 to 1.8 [22, 23, 35, 40]. The value used here
lies within this range and is therefore reasonable. The ab-
sorption cross section for the redwavelength is expected to
be smaller than that for green wavelength [20]. Though the
value we used in the present study is roughly an order of
magnitude higher than the absorption cross section of a
lower red wavelength [20], it is still roughly two orders of
magnitude lower than the absorption cross section for the
green wavelength. The radius of the empty cavity mode
waist can be estimated to be around 4.22 µm corresponding
to a cavity length of 50 µm and the radius of curvature of
the fibre mirror in our cavity. The cavity mode is expected
to be slightly enlarged in the diamond-loaded cavity [33]. A
precise estimation of this value requires careful consider-
ation of diamond and air layers inside the cavity. Since we
are examining the model qualitatively, the radius of the
cavity mode waist used is justifiable.

In order to understand the underlying physics, we also
plot the calculated relevant populations of NV− and NV0 in
Figure 7. This graph clearly reveals the influence of ionisation
on the observed cavity output. At any green pumppower, the

Table : Parameters used for the theoretical estimations. The
transition rates are the average of the values from the study by
Tetienne et al. []. σg is the absorption cross sections of NV− for
green wavelengths.

Parameter Value Reference

r = r . µs− []
r . µs− []
r . µs− []
r . µs− []
r . µs− []
r . × r []
σg . × 

− m []
σg
I . × σg []

σg
R . × σg []

σr
I . × σse []

σr
R . × σse []

σs
I . × σse []

NV, nitrogen-vacancy.

Figure 6: famp and fsp from the qualitative model as a function of
green pump power in (i) and (ii), respectively. The solid curves
correspond to the case with charge state switching, and the dashed
curves correspond to without charge state switching with only NV−.
The black dotted line is the reference line at factor 1.
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population in NV− dominates over the NV0 population. The
red laser enhances the ionisation towards NV0 as is evident
from the fact that theorangedashed line representing theNV0

population under green plus red pumping lies significantly
higher than the green dashed line representing green
pumping only. Similarly, the solid orange line representing
the NV− population under green plus red pumping lies below
the solid green line for green pump only. Furthermore, in our
model, the excited-state population of each charge state that
determines the gain ismuch smaller than the total population
of the respective charge state. This is due to the significant
population in the ground state of both charge states and also
in the singlet state for the NV− centre.

Our model is also able to qualitatively capture the
observed dependence of the amplification factor famp on
the red laser power (see Figure 3). Figure 8 displays the

calculated famp as a function of green pump power for
different red pump powers, alongside the corresponding
line cuts at constant green pump power, similar to the
experimental curves in Figure 3. We observe a similar
overall trend in famp as compared to experiments. In
particular, we also observe the quadratic decrease of famp

as a function of red laser power for a fixed green pump
power.

5 Discussion

In the light of the model presented in the previous section,
we interpret the amplification at 721 nm observed in the
experiment to be due to stimulated emission from both the
charge states of NV centres. In the experiments, owing to

Figure 7: (a) p|−〉 and p|0〉 as a function green pump power. Green and orange colours represent green alone pumping and green plus red
pumping, respectively. The solid and dashed lines correspond to NV− and NV0, respectively. For green plus red pumping, stimulated emission
of NV− and NV0 is considered. However, for green alone pumping, we neglect the possibility of stimulated emission from any of the charge
states considering the fact that the spontaneous emission from these charge states into the cavity is not stimulating the emission aswedo not
see any trace of it in our experiment. (b) Total fraction of NV− and NV0. The plot styles follow the same as (a).

Figure 8: Change in amplification factors calculated from the theoretical model as a function of red laser power. The red laser power in
mW is annotated for each cure in their respective colours. (b) The amplification factors in the dotted lines drawn in (a) as a function of red laser
power. The blue, orange, green, and red circles in (i), (ii), (iii), and (iv) are the amplification factors corresponding to the green pump
powers 25mW, 50mW, 75mW, and 100mW, respectively, where the dotted lines are drawn in (a) with respective colours. The solid curveswith
respective colours are the fit functions annotated in each figure.
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the cavity length tuning, the red seed wavelength can
excite both fundamental Gaussian as well as higher order
Hermite–Gaussian spatial modes in the cavity. Similarly,
the emission of NV centres can be in the fundamental
Gaussian as well as into the higher order transverse modes
of the cavity. Since the coupling into the cavity mode and
the spatial distribution of the cavity mode varies depend-
ing on the order of the mode [33], the amplification factor
due to stimulated emission is also expected to have
different values for the different cavity modes. The
maximum amplification is expected to happen in the
fundamental mode of the cavity. Therefore, the actual
amplification factor for the fundamental mode is likely to
be higher than the averaged amplification factor observed
in our experiments.

The observed drop of fsp below one and then the rise
of this factor above one for increasing pump powers are a
significant focus of simulation. For the spontaneous
emission dynamics in this model, photons emitted from
the NV0 charge state are playing a central role. At low
green pump powers, the number of spontaneous photons
is reduced when the red seed light is added. Since the
model without the ionisation shows the same trend, the
reduction in spontaneous emission can be attributed
mainly to the stimulated emission. As a result, fsp reduces
for small pump powers (evident both in the simulated
and measured data). As the green power increases,
however, eventually spontaneous emission from NV0

non-negligibly contributes to the fluorescence signal. For
higher green pump powers, fsp even increases above 1. In
the absence of ionisation, the stimulated emission pro-
cess should simply deplete the excited state, and the
maximum fsp would be 1. We therefore interpret the
observed characteristic trend in fsp accompanying the
measured famp for higher green pump powers comes from
both the stimulated emission of NV− centres and charge
state switching of these centres.

It should be highlighted that we have considered
values here that come from diamond samples similar to
those used in this study. A number of parameters and
process within the model can be modified whilst still
capturing qualitatively similar results as our experiment.
Further detailed studies are required to examine the
exactness of the parameters and the processes.

The minimum value for the famp for the model pre-
sented here is one and thus cannot account for the negative
amplifications that we mentioned in the experimental re-
sults. Such cases can be attributed to additional mecha-
nisms such as excited state absorption and photothermal/
heating effects on the fibre.

6 Conclusion

We have presented experimental data showing amplifica-
tion of red laser light in an open fibre cavity filled with
highly NV-doped diamond. The amplification increases
monotonically with green pump power. Based on our
qualitative model of the underlying NV colour centre dy-
namics, we attribute the amplification to stimulated emis-
sion from NV centres. The observed effects of reduced
spontaneous emission at lower pump powers and increased
spontaneous emission at high powers were on the order of a
few percentage. This trend was qualitatively reproduced in
our model, including stimulated emission and charge state
switching of NV centres. The observed effect is thus inter-
preted to arise from the fact that a fraction of the stimulated
and spontaneous photons observed in the experiment
(especially at higher greenpumppowers) is coming from the
neutral charge state of the NV centre as well.

The relative amplification factors indicate that
considerable stimulated emission occurs in the cavity;
however, a strong absolute signal was not observed owing
to cavity loss channels other than themirror transmissions,
in particular owing to the remaining absorption in the
diamond material arising from either the NV centres
themselves or other internal defects. For the realisation of
an NV laser in the future, this poses the challenges of
reducing the remaining strong absorption due to other
structural or nitrogen-related defects in highly NV-doped
diamond and highlights the importance of a stable charge
state. We conclude that a majority of the currently
commercially available type 1b diamond shows absorption
in the red, amplified through the multiple passes of a
cavity, which prevents active standalone lasing in fibre
cavities. Having said that, much work remains to be done
on exploring the physics and reducing the material loss
channels, such as absorption and birefringence of highly
NV-doped diamond for cavity and laser applications. This
will involve substantial materials engineering including a
detailed understanding of the nitrogen defects, structural
defects, absorption from ground and excited states as well
as charge donors and acceptors in the diamond crystal.
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Appendix A: Charge state switching
dynamics

To convert between the two charge states, we need to
examine both the ionisation process fromNV− to NV0 and the
recombination process from NV0 to NV− as depicted in
Figure 9. The charge state switching dynamics in NV centres
is a complex problem that is still being studied actively in the
community. One problem is that the dynamics depend
strongly on the properties of the diamond; in particular, the
density of the NV centres, the surrounding singlet nitrogen
charge donors, and the impact of surface charge acceptors all
play a significant role, varying dramatically between

diamond samples. Including the properties of the singlet
nitrogen in the diamond lattice is essential for understanding
the dynamics as they are the main defect responsible for
supplying the NV centres with an additional charge [41]. In
the dark, the charge state of individual NV centres depends
on the separation distance between the NV centre and the
singlet nitrogen. For small N to NV separations (∼5 nm), an
electronwill tunnel from the singlet nitrogen to the NV centre
to produce an NV−– N+ pair [35]. For these diamonds, the
conversion of the NV− centre into the NV0 charge state can
occur via a single-photon process. The NV− centre must first
be excited into the excited state where the electron can then
tunnel back to the singlet nitrogen, leaving the NV centre
converted into theNV0 charge state.AsmentionedbyManson
et al., tunnelling from the excited state of the NV−, 3E(e3a)
state to the ground state of theNV0, 2E(a2e) is unlikely to occur
as this would involve a two-electron transition. It is therefore
more likely that the NV− excited state, 3E(e3a) tunnels directly
to the metastable 4A2(e

2a) quartet level before decaying
nonradiatively to the NV0 ground state, 2E(a2e). Additionally,
it is also possible that tunnelling occurs through the NV−

metastable, 1E1(a
2e2) state to thegroundstateofNV0, 2E(a2e). It

is clear that the specific details of the tunnelling transitions
require further experimental and theoretical consideration.
For larger NV–N separations as well as for higher intensity
excitation, ionisation from NV− to NV0 occurs through a two-
photon process. First, the NV− centre must be excited, and
then, subsequently, a second electron is stripped from the
NV− complex. This second ionisation step occurs either from
the excited 3E(e3a) state or from the 1E1(a

2e2) state of the NV−

[22]. Using similar arguments as above, it is likely that thiswill
produce NV0 centres in the metastable 4A2(e

2a) quartet level,
or ground 2E(a2e) state, respectively. Interestingly, both the
532-nm excitation laser and 721-nm seed laser can induce
both of these processes, the 721-nm seed laser only weakly
excites the NV− centre and more efficiently induces the
second ionisation step. The result of this is that increasing the
721-nm field intensity leads to a stronger nonradiative
transition to the NV0 ground state. In addition, using
721-nm continous wave (CW) excitation alone, negligible
fluorescence will be observed since the excitation cross
section is small, and this laser preferentially populates the
NV0 charge state. The NV0 charge state can then not be
excited at this wavelength, resulting in no fluorescence
signal.

The recombination process from NV0 to NV− can also
occur through a tunnelling process or a two-photon
process. The tunnelling process for close NV–N pairs as
described above is caused by a singlet nitrogen providing
the electron which is captured by the NV0 in its 2E(e2a)
ground state tunnelling to the NV− in its 3A2(a

2e2) ground
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state. The two-photon process from NV0 to NV− occurs
again by accepting a charge from a nearby charge donor.
Firstly, a photonmust excite the NV0 into itsA2(ae

2) excited
state. Subsequently, a second electron can then be excited
from the valence band, providing the additional electron
required to turn the transition of the centre into the NV−,
3A2(a

2e2) ground state [42]. The second step of this process
is considered to be mediated by charge donors in the
diamond lattice. For typical diamonds that contain NV
centres, this is dominated by the surrounding singlet
nitrogenwhich can be ionised for energies from 1.7 to 2.2 eV
[43, 44]. At the lower ionisation estimates, both the 532- and
721-nm fields can ionise the singlet substitutional nitrogen,
leading to extra-free electrons producing NV− centres.

Interestingly, an increase in the recombination rate has
been observed for under NIR illumination for ensembles of
NVs in nanodiamonds at 785 nm [23] and for single NV
centres in bulk at 766 nm [22]. Both of these wavelengths
should not have enough energy to excite the singlet
nitrogen; nevertheless, the recombination is still observed.
For ensembles, the increase in red-induced recombination
could be arising from an increased rate of ionisation of the
surrounding NV− centres in the diamond, producing free
electrons for NV0 recombination. However, for single NV
centres, this effect should not be possible. This wavelength
independency of the recombination raises questions over
the exact processes involved in the charge state switching.
It is possible therefore that the ionisation and
recombination processes of the NV centres are not
intrinsic to the NV centres but mediated by the
broadband ionisation of donors and acceptors within the
diamond lattice causing NV tunnelling rates to increase. If
this is indeed the case, then it may still be possible to
engineer diamond samples with stabilised NV− centres that
are less sensitive to the intense NIR fields required for some
applications including the NV− laser magnetometer.

Appendix B: Stimulated emission
cross section

We estimate the stimulated emission of the NV centre in a
similar way of the study by Fraczek et al. [29], but without
specification to the charge state. For this, we obtain the
spectrumof theNV centre normalised to the peak intensity,
without any cavity for an arbitrary green pump power. This
normalised spectrum is shown in Figure 10. The fit

Figure 9: Electronic energy level scheme of the nitrogen-vacancy
(NV) centre showing the ionisation and recombination processes
that have been observed. Levels 1–5 belong to NV− and 6 and 7
belong to NV0 and have been labelled with their corresponding
molecular symmetry assignments aswell as theirmolecular electron
orbital states. This picture shows that state 5 is in fact two distinct
energy levels and there is also a spin quartet metastable state that
plays a role in the ionisation dynamics. These states have been
removed in Figure 4 as they do not significantly impact the rate
equation description of the system. The blue arrows indicate ion-
isation pathways from the NV− state to the NV0 state, whereas the
purple arrows indicate recombination pathways from NV0 to NV−.
The dashed arrows indicate tunnelling processes that are mediated
by a nearby single substitutional nitrogen acting as a charge donor
to the NV centre. The solid lines are photon-mediated processes. At
this stage, it is uncertain if all of these photon-mediated processes
are intrinsic to the NV centre or are due to ionisation of nearby
charge donors leading to a tunnelling process. It is unlikely that
ionisation from the 3E(ae3) excited state of the NV− occurs directly to
the 2E(a2e) ground state of the NV0 as this must involve a two-
electron process. It is more likely that the transition occurs into the
4A2(ae

2) metastable state of the NV0 centre before quickly and
nonradiatively decaying into the ground state of the NV0. In the rate
equation models used to simulate this system, these two processes
are approximately equivalent. It is important to note that there may
be additional allowed pathways for ionisation such as from the
3E(ae3) excited state of the NV− into the 2A2(ae

2) excited state of the
NV0 that we have not considered in this paper.

Figure 10: Spectrum of the nitrogen-vacancy (NV) centre from our
sample by green wavelength pumping without any cavity mirrors.
The blue dots are the experimentally obtained spectrum. The orange
curve is the fit using a convolution of eight Lorentzian functions for
the zero-phonon line (ZPL) and seven phonon levels. The individual
Lorentzian functions are also shown. See the text for the details.
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parameters for the Lorentzian functions obtained from the
fit are shown in Table 2. The fit shows that the peak position
of one of the phonon levels is ∼721 nm at the red
wavelength. However, since the phonon levels are
expected to have an extremely short lifetime, which
induces very strong dephasing, we neglect any coherent
transition from the phonon levels similar to the stimulated
absorption case.

We calculate the stimulated emission cross section
using the Füchtbauer–Ladenburg equation given as [29,
45, 46],

σse(λ) � 1
8πn2cγ

λ5I(λ)
∫λI(λ)dλ . (10)

Here, n is the refractive index of the diamond sample, c is
the speed of light, γ is the spontaneous decay rate, λ is the
wavelength, and I(λ) is the intensity as a function of
wavelength.We replace ∫λI(λ)dλ in Eq. (10) with∑λI(λ)δλ.
Then, we obtain σse(λ) from the normalised spectrum

(Figure 10), and the result is shown in Figure 11. To find the
stimulated emission cross section, without specification to
the charge state, we consider γ as r31.
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