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ABSTRACT: Magnetic imaging with nitrogen-vacancy (NV)
spins in diamond is becoming an established tool for studying
nanoscale physics in condensed matter systems. However, the
optical access required for NV spin readout remains an important
hurdle for operation in challenging environments such as
millikelvin cryostats or biological systems. Here, we demonstrate
a scanning-NV sensor consisting of a diamond nanobeam that is
optically coupled to a tapered optical fiber. This nanobeam sensor
combines a natural scanning-probe geometry with high-e ciency
through-fiber optical excitation and readout of the NV spins. We demonstrate through-fiber optically interrogated electron spin
resonance and proof-of-principle magnetometry operation by imaging spin waves in an yttrium-iron-garnet thin film. Our scanning-
nanobeam sensor can be combined with nanophotonic structuring to control the light—matter interaction strength and has potential
for applications that benefit from all-fiber sensor access, such as millikelvin systems.

KEYWORDS: nitrogen-vacancy magnetometry, quantum sensing, diamond nanophotonics, diamond nanobeam, fiber-coupled sensor

I INTRODUCTION We fabricate the diamond nanobeams using nanofabrication
The nitrogen-vacancy (NV) lattice defect in diamond has recipes developed in refs 18 and 20—22. The key advance we
emerged as a powerful magnetic-field sensor. High-fidelity present here is the ability to break o and attach individual
microwave control and optical readout of the NV spin*~ over tapered diamond nanobeams to nanoscale-tapered optical
a wide range of conditions has enabled applications in fibers and use these nanobeam sensors for scanning NV
condensed matter physics,” chemistry,> biology,”" and geo- magnetometry (Figure 1a). We break a beam o the bulk

science.® In particular, scanning-probe magnetometry based on
individual NV spins in diamond nanotips has provided imaging
of spins and currents in materials with spatial resolution down

diamond by pushing on it with the fiber, after which the beam
and the fiber remain attached, presumably by van der Waals

0 50nmoLt forces.”** By designing nanobeams with large aspect ratios

An important challenge for the application of scanning- and nanometer-scale holding bars, we overcome the large yield
probe NV magnetometry in advanced environments such as strength and the strong elastic deformation of diamond
millikelvin cryostats is the required optical access to the NV nanostructures caused by the applied force, which enables us
spins. Free-space optical access leads to additional heat load to break o the beam while simultaneously attaching it to the
and increased complexity of cryostat design. A potential way to fiber. As a proof of principle, we demonstrate through-fiber

preclude the need for free-space optical access is to realize
fiber-based scanning-NV sensors.**** Here, we demonstrate a
new scanning-NV sensor based on a tapered diamond
nanobeam that is optically coupled to, and manipulated with,

optical interrogation of an NV-nanobeam sensor, characterize
its photon collection e ciency, and demonstrate its imaging
capability by visualizing spin waves in a thin film of yttrium-

a tapered optical fiber. Such fiber-based NV nanobeam sensors iron garnet (Y1G)."*°

could facilitate implementation in low-temperature setups,

while benefiting from the potentially near-perfect optical Received: February 24, 2023 Phdtonics
coupling e ciency between fiber and nanobeam.*~*® More- Published: May 25, 2023

over, nanobeams are excellently suited for nanophotonic
structuring,*® which could enable high-e ciency, resonant
optical addressing of embedded NV centers or other group-1V
color centers™ by incorporating photonic crystals.

© 2023 The Authors. Published by ) .
American Chemical Society https://doi.org/10.1021/acsphotonics.3c00259
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Figure 1. Magnetometry based on nitrogen-vacancy spins in fiber-
coupled diamond nanobeams. (a) Schematic illustration of the
technique: A diamond nanobeam with an ensemble of NV spins is
optically coupled to a tapered fiber. The fiber both guides the
excitation laser to the NVs and collects the NV photoluminescence,
resulting in a scanning-probe magnetometer that does not require
free-space optical access. Scanning the nanobeam parallel to the
sample surface enables magnetic imaging with high resolution in the
direction perpendicular to the beam axis. (b) Simplified scheme of the
optics used to excite and read out the NV photoluminescence. A 532
nm laser excitation is coupled into the fiber that delivers the light to
the NV centers in the diamond nanobeam. The resulting NV
photoluminescence is collected through the same fiber, separated
from the excitation light by a dichroic mirror, and detected by an
avalanche photodiode (APD).

I RESULTS AND DISCUSSION

E cient optical coupling to the fiber requires tapered diamond
nanobeams with nanoscale widths.*> We fabricate these beams
out of a single-crystal diamond chip using the procedure
demonstrated in ref 22 (Figure 2). We first deposit a 200 nm
thick SizN, mask onto the diamond using plasma-enhanced
chemical vapor deposition (PECVD). We then use e-beam
lithography and reactive ion etching (RIE) with a CHF;/0,
plasma to pattern the beams and their holding bars (“tethers”™)
on the SisN, hard mask. An anisotropic, inductively coupled
plasma (ICP) RIE with O, transfers the patterns from the hard
mask to the diamond substrate (Figure 2b). Using atomic layer
deposition (ALD) to deposit 20 nm of Al,0,'® we create a
conformal layer that protects the vertical sidewalls during the
subsequent undercut. An anisotropic ICP-RIE with BCl,/Cl,
removes the Al,O; from the horizontal diamond surfaces while
leaving the vertical beam sidewalls protected. Finally, we
undercut the nanobeams with a quasi-isotropic O, ICP-RIE
and remove the masks with hydrofluoric acid (HF), leaving
free-hanging diamond nanobeams (Figure 2c).
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To couple the nanobeams to a tapered optical fiber (S630-
HP, tapered by HF pulling, see Methods), we mount the
nanobeam chip on a 3-axis slip-stick positioner (Mechonics
MX-35). Monitoring through a microscope objective (Mitu-
toyo M Plan Apo HR 50x), we push the fiber against the
nanobeam by moving the stage perpendicularly to the beam
until the connection point breaks and the nanobeam sticks to
the fiber. The sticking is presumably due to van der Waals
force. The process and end result are illustrated in Figure 3.

Compared to similar strategies of picking up nanophotonic
structures made from other materials, such as Si or SiN,?*24%
the main challenge lies in the sizg7nificantly larger yield strength
of diamond compared to glass.“" Also, single crystal diamond
on the nanoscale is known to exhibit large elastic deformation
before fracturing when pressure is applied,?® as we also observe
while pushing on the beam with the fiber in Figure 3b. The
resulting abrupt motion when the beam breaks makes it
challenging to stick the beam to the optical fiber.

To overcome this challenge, we found it crucial to design
beams that are at least 30 um in length, which also ensures the
adiabatic change of the e ective refraction index according to
ref 15. We also minimize the width of the tether by fabricating
an array of devices with varying tether widths, and use the
beams with the thinnest tethers that survived the fabrication
process. Furthermore, the area of the open region around the
beam should be large enough (in our design 70 um x 40 ym)
to allow for the beam displacement during the breaking
process. With these design implementations, we are able to
apply a large enough torque on the tether to break the
nanobeam o the bulk with a tapered optical fiber, and couple
the beam to the fiber in the same process. We find tether
widths of 60—80 nm to be optimal, where around 60% of the
beams remain attached to the bulk after the undercut and
subsequent acid cleaning, and can be picked up by the tapered
fiber with a success rate of 50% (five out of ten beams).

We demonstrate through-fiber optical excitation and readout
of an ensemble of NV centers in a diamond nanobeam using
the setup depicted in Figure 1b. Our nanobeams (fabricated
using element-six DNV-B14 diamond) have an estimated NV
concentration of 4.5 ppm,*? corresponding to N = 4.5 x 10°
NVs per nanobeam (40 pm long, maximum cross section 0.5 x
0.5um? and tapered down to 0.1 x 0.5um? over 37 ym
length). We apply microwaves (Windfreak SynthHD) through
a coplanar waveguide to drive the electron-spin resonance
(ESR) of the NV centers. Figure 3d shows a characteristic ESR
spectrum measured through-fiber from our device, where the
dips result from the microwave-driven transition between NV
spin states [mg=0 - |mg==1 . Due to the high NV density,
we record the ESR signal with only 30 nW of excitation power.
Following the methodology in ref 30, we estimate from the
ESR spectrum the shot-noise limited magnetic field sensitivity
to be 4.2(3) uT/HzY% This value is also limited by the
collection e ciency of our optical setup, illustrated in the
Supporting Information.

Comparing the low-power NV photoluminescence rate of
3.7 x 107 s7* pwt (Figure 3d) to the independently measured
fiber autolunimescence rate of 4.8 x 10%s™* pw~ (Figure 3f)
shows that our signal is dominated by the NV photo-
luminescence, with a signal-to-background ratio of 8 x 10
By normalizing the photon count in Figure 3d to the total
number of NVs N, we estimate the collected photo-
luminescence rate of a single NV center to be I'\/N = 8.1
sTuW™ T Therefore, in order to achieve e cient

https://doi.org/10.1021/acsphotonics.3c00259
ACS Photonics 2023, 10, 1859—1865
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Figure 2. Fabrication of large-aspect-ratio diamond nanobeams that enable breaking-o and fiber coupling. (a) Fabrication flow.° (i) A SisN, hard
mask ( 200 nm thickness, purple) is fabricated on a diamond substrate (blue) using electron-beam lithography and anisotropic CHF3/O, reactive
ion etching (RIE). (ii) An anisotropic O, RIE process defines the nanobeam sidewalls in the diamond. (i) A 20 nm layer of Al,O, (orange) is
grown by atomic layer deposition (ALD) to protect the nanobeam sidewalls during the subsequent undercut step. An anisotropic BCly/Cl, RIE
step removes the Al,O on the horizontal surfaces. (iv) An isotropic O, RIE process undercuts the diamond nanobeam. (v) Removal of all masks
with hydrofluoric (HF) acid. The schematics beneath each panel show corresponding cross-sectional views, marked with the yellow dashed line in
panel (i). (b) Scanning electron microscope (SEM) images of representative nanobeams during fabrication (zoomed in to show the connection
point), taken at stages illustrated in panels (ii) (left) and (v) (right) in (2). (¢) SEM image of a 40 ym long diamond nanobeam after the
fabrication.
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Figure 3. Assembly and characterization of a fiber-coupled diamond nanobeam sensor. (a) Schematic illustration of a tapered fiber brought into
contact with a nanobeam. (b) Microscope image of the fiber pushing sideways on the nanobeam (artificially colored in blue) to break the 70 nm-
wide connection to the diamond chip. Both beam and fiber bend strongly before breaking. (c) After breaking o , the beam sticks to the fiber
(outlined with the dashed line). Through-fiber green-laser excitation causes the bright NV photoluminescence visible in this camera image. The
image is taken with a 650 nm long-pass filter to block the excitation light. Right panel is a zoom-in view and with higher excitation power,
highlighting the NV photoluminescence in the beam. (d) NV electron spin resonance (ESR) measurement at zero magnetic field, measured using
the setup depicted in Figure 1b. Optical excitation power: 30 nW. (¢) NV photoluminescence vs optical excitation power, fitted with eq 1 (orange
curve). The count rate on the y-axis is after neutral-density (ND) filtering by a factor of 6 x 10° (so that the measured photoluminescence rate stays
within the measurement range of the APD). (f) Characterization of fiber autoluminescence in our experiment. Linear fit gives an autoluminescence
rate of Mpe = 4.8 x 103571 pw2,
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single NV readout where Iy,/N [iiver further e ort is
needed on both reducing the fiber autoluminescence and
increasing the NV photon collection e ciency.

To estimate the photon coupling e ciency of the nano-
beam—fiber interface n,;, we use two approaches. In the first,
we characterize the saturation of the NV photoluminescence as
a function of the optical excitation power P. Assuming a simple
two-level model for the NV photodynamics, the NV
photoluminescence is limited by the NV’s spontaneous
emission rate y = 1/(13 ns).** As such, the photon count
rate ™ detected by our avalanche photodiode (APD, Laser
Component COUNT-500N-FC) can be described by

P
I'= yNy——— + I
nyP+P§, dark

€

Here, n is the fraction of total number of photons emitted by
the NVs that is detected by our APD, Py is the optical
saturation power,*® and [y is a power-independent back-
ground rate (including e.g. APD dark counts). Because of the
strong NV luminescence (Figure 3ef), we can omit the
contribution of fiber autoluminescence and fit eq 1 to the data
in Figure 3e. We extract n = 5.0(2) x 1070 Writing n =
NnoNoNen Where Nyp = 1.6 x 1077 is the neutral-density (ND)
filtering factor and np = 3.5 x 1072 is the optical e ciency of
the other parts of our setup (characterized separately, see Sl),
we extract the photon coupling e ciency at the fiber—
nanobeam interface n,; = 8.6(4)%. We note that the relatively
small error here derives from the fit uncertainty of n. However,
other systematic uncertainties are likely to play a more
important role. For example, the two-photon-induced ioniza-
tion of the NV centers to the neutral charge state could a ect
the detected photon rate due to the di erent spectrum of NV°
centers.*** We observe an increased contribution of NV° with
increasing excitation power in the photoluminescence spectra
of our device (Figure S3 of the SI). We therefore use a second
approach to estimate ;.

In the second approach, we estimate n,; from the detected
NV photoluminescence using a literature value for the NV'’s
absorption cross section gyy = 3.1(8) x 107%* m? for 532 nm
laser excitation.** Far below optical saturation, the detected
NV photoluminescence is given by (see SI for detailed
explanation)

_ onvNmode P
T = npipg— e

hw (@)
where 0,,04c IS the cross-sectional area of the optical mode in
the nanobeam, N4 IS the number of NV centers within the
optical mode volume, n; is the coupling e ciency of the
excitation laser into the fiber, w is the frequency of our 532 nm
laser and is the Planck’s constant. Furthermore, we assumed
that the coupling of the green laser from the fiber into the
nanobeam is also given by n.. In contrast with the first
approach, this approach does not require saturating the NV
photoluminescence response and can thus be conducted at
very low (nW) laser power. This reduces the potential
influence of two-photon-induced ionization of the NV centers
to the neutral charge state.**** Assuming the mode is perfectly
confined within the nanobeam, we take Nyoge/Omode = N/
Obeam: WHere 0pem = 0.25 pm? is the cross-sectional area of the
nanobeam. From the measured " = 1.1 x 10°s™* at P = 30 nW,
we can extract n,; = 14(2)%, similar to the value found using
the first approach. Combined with the estimated coupling

Omode
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e ciencies of 4 other nanobeam-fiber sensors (data presented
in the SI), we obtain an average collection e ciency of 14%
and a statistically estimated standard deviation of 4%.

We expect the found values for n, to be conservative
estimates of the nanobeam—fiber coupling e ciencies due to
the assumptions that all NV-emitted photons are radiated into
the beam and toward the nanobeam-fiber interface, and
because our two-level model neglects the nonradiative decay
path via the singlet state that reduces the total photon emission
rate.*® Also, since the optical lifetime of NV centers depends
on the electromagnetic environment, the lifetime of NV
centers in our nanobeams could be longer than that of NV
centers in bulk diamond due to the lower refractive index of
air.>® By using the bulk lifetime we obtain an estimation of the
collection e ciency on the conservative side.

Compared to the state-of-the-art n,; > 90% reported in refs
15 and 16 for single-wavelength (sub-nm spectral width)
readout, an important di erence in our device is the wide-band
spectrum (bandwidth 200 nm) of the collected NV
photoluminescence. Also, the precise alignment of the fiber
tip required to optimize the coupling e ciency is a ected by
the abrupt motion of the nanobeam when the tether breaks:
From a through-fiber measurement of the NV photo-
luminescence of a beam that is still attached to the bulk
diamond (SI), we estimate using the absorption cross section
method that n,; = 19(3)%. Other factors that reduce the
e ciency include the roughness on the sidewalls and bottom
side of the nanobeams, which can be improved by optimizing
the fabrication process, for instance by ion-based polishing of
the nanobeam sidewall*” or improved diamond etching.

Considering the above, our estimated nanobeam—fiber
coupling e ciency is remarkably high, paving the way for
high-e ciency, ensemble-based NV sensing. However, the
fiber autoluminescence would still exceed the single-NV
photoluminescence by about an order of magnitude even in
the limit n; - 1 (according to eq 2, My ma/N = 4.1 x 10°
s~tpuwh). This indicates that single-NV sensing will only be
possible if the fiber autoluminescence can be reduced, for
example by incorporating hollow-core photonic crystal fibers
that produce less fluorescence, following the method reported
in ref 38, where the hollow-core fiber is spliced onto a short
section of normal fiber that can be tapered and coupled to the
nanobeam.

To demonstrate the imaging capability of our fiber-coupled
nanobeam sensor, we use it to image spin waves, the wave-like
excitations of spins in a magnetic material,®® in a 250 nm
thick film of Y1G.** We excite the spin wave by sending a
microwave current through a gold stripline on the YIG (Figure
4a) under a static external magnetic field B = 22 mT. The spin
wave generates a microwave magnetic stray field that drives the
NV spins when its frequency matches the NV ESR frequency.
To create a spatial standing-wave pattern in the microwave
field that we can image via the NV ESR contrast (SI), we apply
an additional, spatially homogeneous reference field of the
same microwave frequency using a wire above the chip.*>*°
We scan the beam parallel to the sample surface and
perpendicularly to the beam axis (Figure 4a,b), and measure
the NV ESR contrast by switching on and o the microwave
drive at the ESR frequency f = 2.439 GHz. The result shown in
Figure 4c images the spin-wavefront in 1D with a resolution
limited by the beam width and beam-sample distance. The
observed wavelength of A = 5.0 um corresponds reasonably
well with the 6 um expected from the spin-wave dispersion

https://doi.org/10.1021/acsphotonics.3c00259
ACS Photonics 2023, 10, 1859—1865
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Figure 4. Proof-of-principle scanning NV magnetometry with a fiber-
coupled diamond nanobeam. (a) Experimental geometry: A fiber-
coupled NV nanobeam is used to image spin waves in a 250 nm thick
film of yttrium-iron garnet. The YIG—nanobeam distance is 5pum.
The beam is scanned perpendicularly to the beam axis. The spin
waves are excited by a microwave current in a gold stripline (3 mm x
30 pm). An auxiliary wire drawn across the chip (not shown) provides
a reference field that interferes with the spin-wave stray field, creating
a standing-wave pattern in the microwave magnetic-field amplitude.
A static magnetic field B is applied along the beam direction. (b)
Microscope image of the experimental geometry. (¢) Scanning-
nanobeam imaging of a spin wave. The NV ESR contrast PL/PL, is
measured by switching on and o the microwave drive at the NV ESR
frequency. The error bars are estimated from assuming shot noise of
the NV photoluminescence during the measurement time (SI). A
sinusoidal fit (orange) gives the measured wavelength A = 5.0(1) pm.
(d) Envisioned single-NV scanning diamond nanobeam for high-
resolution 2D imaging.

(S1), given the uncertainty in the angle of the applied magnetic
field.

B concLusion

To conclude, we demonstrated a new fiber-based approach for
scanning NV magnetometry measurements. Using quasi-
isotropic etching, we nanofabricate diamond nanobeams out
of single-crystal bulk diamond and couple them to tapered
optical fibers. We read out ensemble NV signals through the
fiber—nanobeam coupling with an estimated e ciency of
8.6(4)% at the coupling interface. As a demonstration, we
show that our device can function as a scanning sensor to
measure in 1D the planar spin wave in YIG.

A remaining challenge lies in increasing the control over the
angle and position when attaching the nanobeam to the fiber.
While we found that we can consistently break o the beams
and attach them to a fiber, their relative position after the
breaking process is not entirely under control due to the abrupt
motion of the fiber-nanobeam when the tether breaks. We
expect that reducing the tether width further, or reducing the
nanobeam surface roughness via improved etching or ion-
based polishing,®” could improve the coupling e ciency.
Additionally, transporting the fiber-nanobeam probe is
challenging due to vibration and static electricity that cause
the nanobeam to detach. We found that the nanobeams stay
attached to the fiber as long as the devices are kept fixed in the
setup. For instance, the nanobeam used for scanning in Figure
4 remained attached to the fiber for more than two months. A
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still outstanding challenge is the development of a method for
dismounting the nanobeam—fiber assembly and transporting it
to a di erent setup. Envisioned ways to address this challenge
include the design of dedicated fiber holders, followed by
evaporation of dielectric materials onto the assembly.

Further steps toward 2D magnetic imaging (Figure 4d)
include deterministically placing NV centers at the end of the
nanobeams by, e.g., prelocalizing NV centers** or deterministic
implantation.*” With above-mentioned e orts, our work holds
potential for implementation in low-temperature setups with
reduced heat load and easier alignment, opening another
possibility for imaging weak magnetic e ects at low temper-
ature, e.g., currents in quantum Hall devices*® and Josephson
junctions.**

I METHODS

Magnetometry with NV Centers. The NV center is a
spin-1 system. The ground state of an NV center splits into
three spin substates mg = 0, +£1, and the microwave-driven
transition between mg = 0 and mg = *1 states can be detected
via the photoluminescence intensity under nonresonant green
laser excitation: Once the frequency of applied microwave
matches the mg = 0 - =1 transition frequencies (ESR
frequencies), the photoluminescence emission of the NV
center will decrease due to the higher nonradiative decay rate
of the mg = £1 states. Applying an external magnetic field lifts
the degeneracy of the mg = £1 states, allowing magnetic field
measurement through measuring the ESR frequencies. More
detailed information on the working principle of NV centers
can be found in refs 1—4.

Device Fabrication. We fabricate the diamond nanobeams
on single crystal CVD diamond (element-six DNV-B14) with
ensemble NV centers generated during growth. Before
fabrication, we mechanically polish the diamond surface
down to R, 2nm (Almax EasyLab) and clean the diamond
chip with fuming nitric acid (HNO).

To fabricate the beams, we first deposit a 200 nm layer of
Si3N, on the surface with PECVD (20sccm SiH4/20 scem
NH;/980 sccm N,, deposited at 300 °C, Oxford Instruments
Plasmalab 80 Plus) as the hard mask. We then spin-coat a

400 nm layer of e-beam resist (AR-P 6200-13) anda 30 nm
conductive layer of Elektra-92 on top to write the pattern with
e-beam lithography (Raith EBPG5200). We transfer the e-
beam pattern from the resist to the SiN hard mask by an
anisotropic ICP-RIE etch with CHF3/O, (60 sccm/6 sccm, 50
W RF and 500 W ICP at 20 °C, AMS 100 I-speeder). We then
remove the resist with dimethylformamide (DMF) and
subsequent Piranha cleaning (96% H,SO, and 31% H,0,,
3:1 mixed at 80 °C). An ICP-RIE etch with O, (50 sccm, 90 W
RF and 1100 W ICP at 20 °C, Oxford Instruments Plasmalab
100) transfers the pattern onto the diamond.

To protect the sidewalls of the structure during the
subsequent undercut etch, we deposit 20 nm of Al,O5 with
ALD (280 cycles, at 105 °C, Oxford Instruments FlexAL) and
remove the Al,O; on the topside with another ICP-RIE with
BCI3/Cl, (45 sccm/5 sccm, 10 W RF and 600 W ICP at 20 °C,
Oxford Instruments Plasmalab 100). We do the final undercut
of the beams with quasi-isotropic O, ICP-RIE at 65 °C (50
sccm, OW RF, and 2500 W ICP, Oxford Instruments
Plasmalab 100). For the sample discussed in the main text,
completely undercutting the 500 nm wide nanobeams took
12 h. The etch rate of our quasi-isotropic etching process is
mainly limited by the maximum etching temperature of our
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system, and varies over di erent design, sample and etcher
condition. All the masks are eventually cleaned with 40%
hydrofluoric acid (HF, 10 min). Further details of the relevant
recipe parameters can be found in ref 22.

The net cleanroom processing time for one complete
fabrication flow is around 20 h, which we spread over 4—5
working days in practice. For each fabrication flow, more than
200 nanobeams can be fabricated on a 2 x 2mm? diamond
chip.

We fabricate the tapered fibers by wet etching commercial
optical fibers (§630-HP) with 40% HF. We dip one end of the
fiber into the acid and pull it out at constant speed using a
motorized translation stage (Thorlabs MTS25-78). The
tapering angle can thus be controlled by tuning the pulling
speed.*
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