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Abstract: Deep laser cooling of atoms, ions, and molecules facilitates the study of fundamental
physics as well as applied research. In this work, we report on the narrow-line laser cooling of
thulium atoms at the wavelength of 506.2 nm with the natural linewidth of 7.8 kHz, which widens the
limits of atomic cloud parameters control. Temperatures of about 400 nK, phase-space density of up to
3.5× 10−4 and 2× 106 number of trapped atoms were achieved. We have also demonstrated formation
of double cloud structure in an optical lattice by adjusting parameters of the 506.2 nm magneto-optical
trap. These results can be used to improve experiments with BEC, atomic interferometers, and
optical clocks.
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1. Introduction

In modern atomic physics, laser cooling of atoms, ions, and molecules is an essential
technique for producing cold and dense clouds of particles. Such ensembles are the
subject of study in many fields, including few- and many-body physics [1,2], absolute and
differential quantum gravimetry [3–5], quantum simulations [2], Bose–Einstein condensate
(BEC) [6–10], and optical lattice clocks [11,12].

Bose–Einstein condensation requires the atomic de Brogile wavelength to be compared
with atom–atom distance. The main aim of laser cooling techniques in such experiments is
to achieve a better starting point for evaporative cooling. Laser cooling techniques typically
allows to reach the temperatures of about (∼1 µK) with the typical phase-space density
(PSD) of 10−4 [13–17], while the PSD of 2.612 is required to achieve BEC [6]. A further
increase in PSD is achieved with evaporative cooling which reduces the number of particles.

Another application of laser-cooled ensembles is the optical lattice clocks. The state-
of-the-art level of relative frequency uncertainty of lattice optical clocks is on a scale of
10−18 [11]. In such experiments, cold atoms are trapped in optical lattices at the magic
wavelengths to reduce the lattice-induced frequency shifts of the clock transition, but
high-order polarizabilities lead these frequency shifts to be dependent on vibrational states
of atoms in the potential [18]. High temperature means that more vibrational states are
occupied, leading to undesirable frequency shifts and to decoherence of the clock transition
excitation [19,20]. It is desirable that a significant number of atoms should be in the lowest
vibrational state, which usually corresponds to temperatures of the order of (∼1 µK).

Thulium atoms are proven to be a convenient platform for optical clocks [21], quantum
simulators, and experiments with BEC [10,22]. The clock transition in thulium has low
sensitivity to most environmental frequency shifts while others can be eliminated by the
interrogation protocol [23]. In the case of quantum simulators and BEC experiments,
thulium atoms are promising due to large number of Fano–Feshbach resonances and
relatively high magnetic moment of the ground state (µ = 4µB) [24].
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All current experiments with cold atomic thulium are performed with the single
stable bosonic isotope thulium-169. The experimental procedure starts with two-stage laser
cooling which typically produces several millions of atoms at a temperature of ∼20 µK . In
experiments with BEC, this results in PSD of ∼2× 10−5 after the second stage cooling [10].
In optical clock experiments, such temperature leads to mean vibrational number nvib ≈ 8,
which corresponds to the relative frequency shift at the 10−16 level and hard-to-control
uncertainty [25].

Thus, a deeper cooling of thulium atoms is preferable to solve both of these problems.
The minimal temperature TD attainable with Doppler cooling is related to the linewidth
of cooling transition γ according to the relationship TD = hγ/(2kB), where h—the Planck
constant, and kB—the Boltzmann constant. The first transition used for laser cooling of Tm
atoms is the transition at the wavelength of 410.6 nm (“blue”, 1st stage magneto-optical
trap, MOT, Figure 1a) with the natural linewidth of 10 MHz. While Doppler limit for this
transition equals 240 µK, it is possible to work in a sub-Doppler regime with temperatures
as low as 25 µK. However, the atomic cloud in this case becomes larger with lower number
of atoms. The second laser cooling transition has the wavelength of 530.7 nm (“green”, 2nd
stage MOT, Figure 1a) and the linewidth of 350 kHz. The recapture efficiency from the first
stage MOT is close to 100%, and the Doppler limit equals 10 µK.

In this work, we present a detailed experimental analysis of not yet studied transition
|4 f 13(2Fo)6s2, F = 4〉 −→ |4 f 13(2Fo

7/2)6s6p(3Po
2 ), F = 5〉 for deep cooling of thulium atoms,

at the wavelength of λ = 506.2 nm with the linewidth of γ = 7.8 kHz. The Doppler limit
for this transition is TD = 200 nK which is lower than the recoil limit for this transition
Trec = h2/(2mλ2kB) = 220 nK, where m—atomic mass of thulium.

In Section 2 we describe our experimental results: the efficient recapture of atoms from
the 1st and the 2nd into the 3rd-stage MOT (Section 2.1), the optimization of the narrow
line cooling process (Section 2.2), the confirmation of the low temperature of MOT with
the Doppler broadening of the clock transition spectroscopy (Section 2.3), the effect of the
intermediate 2nd-stage MOT (Section 2.4), and the possibility to form double-structured
clouds in an optical lattice (Section 2.5). Finally, we draw the conclusions in Section 3.



Atoms 2023, 11, 30 3 of 12

F' = 5
F' = 4

3rd stage
λ = 506.2 nm
γ = 7.8 kHz

F' = 5
F' = 4

2nd stage
λ = 530.7 nm
γ = 350 kHz

F' = 5
F' = 4

1st stage
λ = 410.6 nm
γ = 10 MHz

Lattice
λ = 1063.9 nm

F' = 3
F' = 2

Clock
λ = 1.14 μm
γ = 1.2 Hz

F = 4
F = 3

Magnetic field
410.6 nm

1 s

1st stage 2nd stage 3rd stage Probe

Time

530.7 nm

0-30 ms 50 ms 100 ms 0-30 ms

506.2 nm int.
506.2 nm freq.

(a)

(b)

Figure 1. (a) The diagram of levels and transitions in Tm that we used in this work. For the 1st-stage
cooling and the probe beam we use the radiation at the wavelength of 410.6 nm. For the 2nd-stage
cooling—530.7 nm, and the 3rd-stage cooling—506.2 nm, the transition that we study in this work.
The radiation at 1063.9 nm used to form the optical lattice and the clock transition at 1.14 µm used to
confirm the low temperatures, achieved in experiment. (b) The typical pulse sequence and its timings
used in our experiments. The diagram shows the order of laser cooling pulses and the magnetic field
changes with time. For 3rd stage cooling pulse the frequency and the intensity of cooling radiation
showed independently.

2. Results
2.1. Loading of Broadband MOT

As a starting point, we cool and trap thulium atoms using two-stage MOT (see
Figure 1b). The Zeeman slower and the first-stage MOT work on the strong transition at a
wavelength of 410.6 nm with the natural linewidth of 10 MHz. This transition is also used
for the probe radiation. The second-stage MOT works on 530.7 nm transition with natural
linewidth of 350 kHz. The transfer efficiency of atoms from the 1st to 2nd stage MOT is
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near 100%, and the final temperature of atoms is about 20 µK. More details can be found
in [26,27].

In this work, we follow a common approach of working with narrow-line magneto-
optical trap [15,28,29], when in the beginning of narrow-line cooling the cooling radiation
frequency is modulated to broaden its spectrum and increase the velocity capturing range.
Note that the laser itself is stabilized to an ultrastable cavity (see Appendix A). We use
triangle-shaped frequency modulation for convenience, as it was readily available for
our direct digital synthesizers (DDS), based on AD9910 chip. The spectrum of triangle-
shaped modulated signal differs only slightly from the spectrum of a more commonly used
harmonic frequency modulation.

We determined modulation parameters that work well for our setup: amplitude of
100 kHz ≈ 13γ and frequency of about 10 kHz. The center frequency of the modulated
radiation is typically red-detuned further from the line center than the frequency of the
narrow-line cooling stage radiation (see Figure 1b). Note that there is a wide range of
acceptable modulation parameters which may depend on magnetic fields and the atomic
cloud geometry and temperature.

In our case, since we start with much lower temperature of atoms (∼20 µK vs. 0.5–3 mK
in [14,28,30]), the 50 ms-long broadband cooling results in stable trapping of ≈100% atoms
from the 2nd stage MOT and 1.5 µK temperature of the atoms. We use it as a starting point
for investigation of single-frequency MOT performance.

2.2. Optimal MOT Parameters

The key parameters of atomic cloud after laser cooling are its temperature, size, number
of atoms, and density (or phase-space density). We measured all of them for different
gradients of anti-Helmholtz magnetic field, cooling radiation intensity (in units of saturation
parameter s = I/Isat, where Isat ≈ 8 µW/cm2), and frequency detuning from resonance δν
in units of natural linewidth γ. We varied optical power from s = 14 (Pmin = 100 µW, the
minimum optical power we could see MOT with) to s = 89 (Pmax ≈ 635 µW, increasing
the optical power further would not lead to increasing the number of atoms or decreasing
the temperature). The detuning was varied from −8γ (−60 kHz, closer to the resonance
we lost a significant amount of atoms) to −14γ (−110 kHz, further from the resonance the
horizontal cloud size becomes too big and complicates the temperature measurements).
For the discussion on the line center position, see Appendix A. The magnetic field gradient
was varied from 0.2 G/cm to 0.6 G/cm (20 mA to 60 mA for the current in coils).

The pulses timing sequence we used for this experiment is presented in Figure 1b.
The duration of 2nd-stage cooling was fixed to 30 ms. The delay time between narrow-line
cooling and the probe pulse was varied between 0–30 ms for the time-of-flight measurement.
We calibrated our CMOS-camera in advance to get the number of atoms as well as the
horizontal and vertical cloud dimensions from the images. The cloud size dependance on
the time-of-flight was used to deduce the temperature, and the cloud size before the release
of atoms with their number and temperature was used for the PSD calculation.

The results are shown in Figure 2. We show atomic temperatures in the horizontal and
vertical directions (measured by time-of-flight technique), fraction of recaputered atoms
N/N0, and phase-space density after 100 ms of single-frequency MOT.

Firstly, one can see that minimum temperature is achieved at low intensities and small
detunings. However, in this parameter space the number of trapped atoms is less than 20%,
and the PSD is below 10−4. The fraction of trapped atoms can be significantly increased
almost up to 100% by increasing intensity, detuning, and magnetic field gradient. The
explanation is that the velocity capturing range is increasing. Maximum PSD of 3.5× 10−4

is achieved at s = 51, b = 0.6 G/cm, and δν = −10γ and corresponds to a compromise
between the cloud temperature (Tver = 0.8 µK, Thor = 1.2 µK) and the number of atoms
(N = 1.3× 106 or N/N0 = 64%), and is shifted to low detunings which makes the atomic
cloud more compact. This is a significant order of magnitude increase in PSD compared to
the previously reported values for 530.7 nm MOT [10].
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Figure 2. Results of MOT optimization process for several input parameters: magnetic field gradient
(b, y-axis), frequency detuning (δν, x-axis), and total intensity of 506.2 nm MOT beams in the units
of saturation parameter (s, rows). Four columns represent four key parameters: two temperatures
of atomic cloud (Thor along the horizontal plane and Tver along the vertical direction), phase-space
density (PSD), and relative number of atoms (N/N0, where N0 = 2× 106—the number of atoms
in MOT after first stage cooling). Bowl-shaped cloud in the region of high detunings and low
magnetic field gradient complicates temperature measurement in the horizontal plane. This area
gives unreliable results for the horizontal temperature and is marked by the white lines crossing
this area.

2.3. Temperature Measurement with Clock Transition Spectroscopy

The standard method for temperature measurements in this kind of experiment is
time-of-flight method [31]. In order to measure low temperatures, it is preferable to allow
for a long time-of-flight of about 20–30 ms which corresponds to a free-fall distance of
2–4 mm. The field of view of our camera was about 6 mm. To keep the intensity of the
probe beam constant along this distance, we used vertical probe beam.
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Note that for narrow-line Doppler cooling, we often get a typical bowl-shape of the
cloud, with horizontal dimensions being significantly larger than vertical. In this case we
see that laser cooling works more efficiently in the vertical direction than in horizontal
plane, and the resulting temperature is inhomogeneous which can be seen in the first two
columns in Figure 2.

The cloud temperature in the vertical direction is of particular interest to us because
of our experiments with optical lattice clock. In such experiments, the clock transition
spectroscopy is often performed with an optical lattice aligned vertically. As mentioned
previously in Section 1, lowering the vertical temperature of the cloud would reduce the
mean longitudinal vibrational sublevel population:

nz =
∑nmax

z
nz=0 nz exp (−hνznz/kBTver)

∑nmax
z

nz=0 exp (−hνznz/kBTver)
(1)

In this equation, nmax
z is the maximum vibrational number in the potential which is

defined by the potential depth, νz is the longitudinal frequency of the optical lattice.
In our experiments, we operate the optical lattice at a wavelength of 1063.9 nm

which is close to the magic wavelength which we will use in clock spectroscopy experi-
ments [21,25]. The typical vibrational frequency νz = 40 kHz and maximum vibrational
number nmax

z = 15. With lowering the temperature of atoms from 20 µK which we achieved
in our previous works, to about 1 µK achieved in this work, the mean longitudinal vibra-
tional sublevel population changes from nz ≈ 4.4 to nz ≈ 0.2, which is a great starting point
for further experiments. Note that further decreasing of mean vibrational number could
be achieved via optical lattice sifting (for more information about this method and typical
optical lattice parameters in our experiments, see [25]).

In order to independently measure low temperatures that we get in the vertical
direction, we used clock line spectroscopy in a free space which we were able to do due to
the experiments with optical clocks. After the capturing of atoms into the 3rd MOT (as in
Figure 1b), we wait about 20 ms for the magnetic fields to turn off. During that time, only
506.2 nm-molasses work to restrain atomic cloud from expanding. After that, a 1 ms-long
clock pulse excites atoms along the vertical direction, and we detect the remaining atoms
with the probe pulse and a CMOS-camera. The result of this experiment is presented in
Figure 3a. The full width at half maximum of this line equals ∆νclock = 13.7(1.2) kHz. In
Figure 3b, we can see the result of the time-of-flight experiment, giving T = 0.69(6)µK. This
temperature corresponds to ∆νD = 12(1) kHz Doppler broadening of the clock transition
linewidth. The similarity of the measured linewidth ∆νclock and the Doppler broadening
∆νD assures correct measurements of the temperature of the atoms above and smallness of
other residual broadenings, e.g., due to the Zeeman effect.
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Figure 3. (a) Clock line spectroscopy in free-space using vertical clock laser beam: relative number
of atoms remained after clock transition excitation depending on clock frequency detuning from
resonance. (b) Atomic cloud vertical size (radius at 1/e level) during the time-of-flight experiment.
The temperature Tver = 0.69(6)µK explains 12 kHz of the linewidth which is consistent with clock
line spectroscopy.
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2.4. Effect of the 2nd-Stage MOT on Recapture Efficiency

While the recapturing efficiency of the broadband MOT 506.2 nm from the 2nd-stage
MOT is nearly 100%, we get only∼15% when loading it directly from the 1st-stage MOT. In
order to understand what impacts this efficiency, we performed the following experiment.
We kept only 410.6 nm and 506.2 nm during the 1st-stage MOT (in the experiments de-
scribed above radiation at 530.7 nm was also present) and varied duration of the 2nd-stage
MOT (see Figure 1b). For each 2nd-stage MOT duration τ the number of atoms recaptured
in broadband 506.2 nm MOT is measured (Figure 4). Beside this, we also measured the
cloud size and the temperature of atoms after the 2nd-stage MOT.

All the parameters have similar characteristic time dependence. Comparing τ = 0
(only the 1st-stage MOT) and τ > 20 ms (steady regime with 2nd-stage MOT), the initial
cloud size decreases by a factor of 2 and the initial temperature decreases by a factor of
5. Since we observed almost 7-fold improvement of the number of captured atoms, we
conclude that probably both these factors affect the capture efficiency, while the temperature
seems to be the dominant one.

It is worth noting that with some optimization of the 1st-stage MOT, we could achieve
30% recapture efficiency directly to the broadband 506.2 nm MOT, with the downside of
reduced initial number of atoms.

Atoms 2023, 11, 30 7 of 12

2.4. Effect of the 2nd-Stage MOT on Recapture Efficiency

While the recapturing efficiency of the broadband MOT 506.2 nm from the 2nd-stage
MOT is nearly 100%, we get only∼15% when loading it directly from the 1st-stage MOT. In
order to understand what impacts this efficiency, we performed the following experiment.
We kept only 410.6 nm and 506.2 nm during the 1st-stage MOT (in the experiments de-
scribed above radiation at 530.7 nm was also present) and varied duration of the 2nd-stage
MOT (see Figure 1b). For each 2nd-stage MOT duration τ the number of atoms recaptured
in broadband 506.2 nm MOT is measured (Figure 4). Beside this, we also measured the
cloud size and the temperature of atoms after the 2nd-stage MOT.

All the parameters have similar characteristic time dependence. Comparing τ = 0
(only the 1st-stage MOT) and τ > 20 ms (steady regime with 2nd-stage MOT), the initial
cloud size decreases by a factor of 2 and the initial temperature decreases by a factor of
5. Since we observed almost 7-fold improvement of the number of captured atoms, we
conclude that probably both these factors affect the capture efficiency, while the temperature
seems to be the dominant one.

It is worth noting that with some optimization of the 1st-stage MOT, we could achieve
30% recapture efficiency directly to the broadband 506.2 nm MOT, with the downside of
reduced initial number of atoms.

0 5 10 15 20 25 30 35 40
Cooling duration, ms

0.2

0.4

0.6

0.8

1.0

Re
la

tiv
e 

nu
m

be
r o

f a
to

m
s

 = 5.6(2) ms

0 10 20 30 40
Cooling duration, ms

0

50

100

150

Te
m

pe
ra

tu
re

, 
K

 = 4.9(5) ms

0 10 20 30 40
Cooling duration, ms

300

400

500

Cl
ou

d 
ra

di
us

, 
m

 = 5.1(3) ms

Figure 4. Number of atoms recaptured in broad 506.2 nm MOT. Insets: temperature and cloud radius
vs. 2nd-stage MOT cooling duration. Dashed lines represent the exponential function fitting, with
the characteristic time of the recapturing process being ≈5 ms.

2.5. Two Atomic Clouds Producing

Narrow-line cooling can also be used in applications that require spatial control of the
atomic cloud. Some recent works [32,33] show great interest in space resolved spectroscopy
between separated regions of the atomic cloud or between different clouds in the same
vacuum chamber. During the multistage cooling described above, one can alter the position
of the atomic cloud by varying frequency detuning or magnetic field gradient, and thus
control the process of recapturing atoms in the optical lattice creating multiple clouds.

In order to achieve two non-intersecting atomic clouds we keep optical lattice and
frequency-broadened 506.2 nm radiation on throughout the experiment.

Figure 4. Number of atoms recaptured in broad 506.2 nm MOT. Insets: temperature and cloud radius
vs. 2nd-stage MOT cooling duration. Dashed lines represent the exponential function fitting, with
the characteristic time of the recapturing process being ≈5 ms.

2.5. Two Atomic Clouds Producing

Narrow-line cooling can also be used in applications that require spatial control of the
atomic cloud. Some recent works [32,33] show great interest in space resolved spectroscopy
between separated regions of the atomic cloud or between different clouds in the same
vacuum chamber. During the multistage cooling described above, one can alter the position
of the atomic cloud by varying frequency detuning or magnetic field gradient, and thus
control the process of recapturing atoms in the optical lattice creating multiple clouds.

In order to achieve two non-intersecting atomic clouds we keep optical lattice and
frequency-broadened 506.2 nm radiation on throughout the experiment.

First, atomic cloud is formed by ∼50 ms-long second stage MOT (see left image on
Figure 5). Since atoms are already relatively cold (T ≈ 20 µK), ∼10% becomes captured in
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the optical lattice at the 2nd-stage MOT cloud position. After that, 530.7 nm radiation turns
off, and anti-Helmholtz magnetic field switches to the 3rd stage cooling regime. Atoms,
which are not trapped into the optical lattice, move to the new position determined by the
parameters of the 506.2 nm MOT, as shown in the middle image of Figure 5. One can see
that a small number of atoms is captured into the optical lattice in between positions of the
2nd and 3rd MOTs since the atomic cloud was shifting slowly down. Finally, we switch off
506.2 nm MOT, and after non-trapped atoms fly away, we obtain two separated clouds in
the optical lattice (right image in Figure 5).

250 m
1 

m
m

370(20) m
Figure 5. Double cloud structure. Three stages of experiment are shown from left to right: 2nd-stage
MOT, intermediate process of recapturing into 3rd-stage MOT, two clouds in optical lattice without
any MOT radiation and magnetic fields.

Parameters of the frequency-broadened 3rd stage MOT were adjusted so that the
resulting atomic clouds contain an equal number of atoms (about 7% of the initial number
of trapped atoms in each cloud) and are spaced several cloud diameters apart (Figure 5). The
main characteristics of resulting atomic clouds are mostly determined by the optical lattice.
Note that here the optical lattice was formed by a single reflecting mirror, unlike some of
our previous works with enhancement cavity [21,25]. Final lifetimes and temperatures
of clouds are similar, which enables space-resolved spectroscopy in two non-intersecting
atomic clouds and is of interest for future works in this direction.

3. Discussion

The overall result of this work is extensive experimental analysis of different regimes
of a narrow line MOT on 506.2 nm transition in thulium. We have shown that we can
achieve temperature of the atomic cloud as low as 0.4 µK. When aiming for the highest
phase-space density, we were able to reach PSD = 3.5× 10−4 at T = 0.8 µK when starting
with N = 2× 106 atoms in the 1st-stage MOT. This value is similar to those reported in
other experiments with narrow-line MOTs [14–17]. Implementation of this technique to
experiments with thulium with N = 30× 106 [10] or 13× 106 [34] atoms in the initial MOT,
would result in PSD ∼ 3× 10−3. This value is 2 orders of magnitude larger than the initial
PSD in [10], that should significantly speed up and increase efficiency of the following
evaporative cooling.

The best performance of the narrow-line MOT is achieved using two preliminary stages
of laser cooling on 410.6 nm and 530.7 nm transitions. Meanwhile, we have demonstrated
up to 30% efficiency of the narrow-line MOT loading directly from the 1st-stage MOT,
which operates on strong 410.6 nm transition. This is similar to some experiments with
narrow-line MOTs [14,35], while less than in other works [28], depending on atomic species.
Hereby, one can choose between simplicity of the laser setup (i.e., the use of only 2 lasers at
410.6 nm and 506.2 nm) and performance, when using 3 stages of laser cooling.
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Demonstrated deep laser cooling below 1 µK would significantly improve optical lat-
tice clocks since mostly the ground motional state should be occupied at such temperature
and typical depth of optical lattice. For thulium atoms in the motional ground state we
expect clock transition frequency shift from the optical lattice to be at the 10−17 level with
uncertainty at 10−18, including contribution from the higher-order polarizabilities.

Large sensitivity of 506.2 nm MOT to the parameters of the experiment (like magnetic
field gradient, power, and frequency of the cooling beams) can be used to achieve various
advantages dependent on the task. One particular example is the use of sensitive 3rd MOT
for creating double-structured atomic cloud. By adjusting cooling parameters, it is possible
to get two clouds separated by 1 mm in the same optical lattice. Working with two separate
but spatially close clouds, it is possible to eliminate a number of inconvenient frequency
shifts and noise sources [32,33].

Author Contributions: Conceptualization, A.G. and N.K.; data curation, D.T. and A.G.; formal
analysis, D.P. and D.T.; funding acquisition, A.G. and N.K.; investigation, D.P., D.T., D.M., M.Y. and
A.G.; methodology, D.P., D.T. and D.M.; project administration, K.K. and N.K.; resources, D.K., V.S.
and K.K.; software, D.T. and A.G.; supervision, V.S. and N.K.; validation, D.P., D.T., D.M. and A.G.;
visualization, D.P. and D.T.; writing—original draft, D.P. and D.T.; writing—review and editing, D.M.,
A.G. and N.K. All authors have read and agreed to the published version of the manuscript.

Funding: This research was funded by Russian Science Foundation grant number 21-72-10108.

Data Availability Statement: The associated experimental data will be available from the authors
upon reasonable request.

Conflicts of Interest: The authors declare no conflict of interest.

Abbreviations
The following abbreviations are used in this manuscript:

MOT Magneto-optical trap
BEC Bose-Einstein condensate
PSD phase-space density
AOM acousto-optic modulator
ULE ultra-low expansion glass

Appendix A. Laser Frequency Stabilization and Calibration

As a source of laser radiation at a wavelength of λ = 506.2 nm, we use Toptica Dl
pro laser which provides up to 15 mW optical power with a linewidth less than 100 kHz.
The laser frequency is locked to one of the eigenmode of an utrastable cavity made of
ultra-low expansion (ULE) glass. The temperature of ULE cavity was set near its zero
thermal expansion point at T = 26.8 ◦C. The cavity finesse is 47,500 and transmission is
37% in resonance. We stabilized the frequency of the laser to the ULE cavity mode, nearest
to the previously investigated transition frequency [36].

In order to be able to operate with the frequency detuning of the 506.2 nm laser
relative to the exact resonance as well as to compensate the long-term frequency drift of
the reference ULE cavity, we perform transition resonance determination at least once a
day. For this, we record absorption spectrum of the cooling 506.2 nm radiation in cloud of
thulium atoms, which is formed by the 2nd-stage MOT at 530.7 nm.

After loading of atoms into the MOT, we switched off all the magnetic fields and
waited for 30 ms with only 530.7 nm molasses working to prevent the expansion of the
atomic cloud during that time. Then we excited atoms with a 506.2 nm MOT beams
and determined the probability of excitation with a probe 410.6 nm beam and a CMOS-
camera. Scanning the detuning of the 506.2 nm laser, we obtained the spectrum (one of the
measurements is shown in Figure A1).

We attribute the double-peak structure to Zeeman shift for different magnetic sub-
levels of thulium. The magnetic field inside the vacuum chamber might be inhomogeneous,
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and because of large atomic cloud in this experiment, different atoms might be in dif-
ferent magnetic field, and possibly on different magnetic sublevels. Taking into account
g-factors of the ground and excited states for the 506.2 nm transition [37], this structure
can be explained by ≈10 mG residual magnetic field difference on a scale of atomic cloud
diameter ∼0.5 mm. The double-peak structure is consistent, and is smoothed out with
power broadening of the 506.2 nm transition. We choose average frequency between the
two peaks as an origin on the frequency scale because of the symmetry of the experiment.
This corresponds also to the line center of the power-broadened spectrum.

From day-to-day calibration we observe linear cavity drift of ≈30 kHz/day. On a
typical timescale of our experiment of ∼4 h, this results in ≈5 kHz frequency shift which is
on the order of the transition natural linewidth (γ = 7.8 kHz). As we typically work at the
frequency detuning of −10γ, the laser frequency drift does not affect the experiments. We
note, that in the future we plan to automatically compensate this drift with an acousto-optic
modulator in front of the reference cavity.
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Figure A1. Typical 506.2 nm cooling transition absorption spectrum in free space depending on the
AOM frequency ν detuned from ν0 = 200.985 MHz. Dashed line shows the results of two Gaussian
fit. The half-sum of their center frequencies was chosen as an origin on the frequency scale in
further experiments.
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