Rainfall as a Driver for Near-Surface Turbulence and Air-Water
Gas Exchange in Aquatic Systems

Eliana Bohérquez-Bedoya!, Lorenzo Rovelli?, and Andreas Lorke?

'Universidad Nacional de Colombia
2Universitat Koblenz-Landau
3University of Koblenz and Landau

November 24, 2022

Abstract

Gas exchange at air-water interfaces is regulated by near-surface turbulence and can be controlled by different atmospheric
forcing conditions, with wind speed and surface buoyancy flux being the most recognized drivers in empirical studies and
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turbulent kinetic energy declined with depth following a consistent power-law relationship. Both energy dissipation rates and
gas transfer velocity increased systematically with the rainfall rate. The results confirm the causal relationships between rainfall,
turbulence, and gas exchange. In addition, we propose a power-law relationship between near-surface turbulent dissipation rates
and rain rate. In combination with surface renewal theory, we derived a direct relationship between gas transfer velocity and rain
rate, which can be used to assess the importance of short-term drivers, such as rain events, on gas dynamics and biogeochemical

cycling in aquatic ecosystems.
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Table 1. Summary of experimental results. R is the rain rate, T is the water temperature and

Sco, is the Schmidt number of oxygen at temperature T €ggcks €rotar AN Egqin are the

background (estimated during no-rain periods), the total (estimated during rain), and the rain-
induced turbulent dissipation rates, respectively, estimated at 6.5 cm depth. koo gack: K600
and koo moa are the background (estimated during no rain periods), total (estimated during
rain) and the model-predicted gas transfer velocities (equation (15)), respectively. Fxg is the
estimated kinetic energy flux of rain. Note that €z4cx and €y, for rain rates of 10.3 and 13.5
mm h™ could not be determined (ND) due to poor video quality in the measurements without

rain.
T € € €Rai €Rain_ k, k k

R pop S WG Wk WY Ea TR lmhl lmhd e
1 690 169+0.054 623 13x10° 24x10° 11x10° 44% 0.820 2.99 112 0.0667
2 805 17.1+0.055 615 13x10® 3.0x10% 16x10% 55% 0.820 6.97 120 0.0775
3 103 9.48+0.030 927 ND 32x10% ND ND -0.058 8.29 14.4 0.0992
4 135 9.35+0.027 933 ND 8.1x 10 ND ND -0.058 220 16.5 0.130
5 160 913+0.737 945 11x10% 11x107 95x10°* 90% 4.295 48.2* 18.0 0.154
6 162 859+0.020 973 58x10° 10x107 25x10° 81% 0.202 28.2 20.8 0.211
7 211 836+0016 979 58x10° 3.0x10% 98x10% 94% 0.202 156 182 0.168
8 198 849+0021 986 58x10° 24x107 23x107 98% 0.202 16.7 20.1 0.227
9 250 16.8+0.062 624 75x10° 7.6x10% 68x10% 90% -0.639 18.0 214 0.241
10 260 11.0+0.010 852 6.9x10° 7.6x10° 6.9x10% 91% 3.632 256 227 0.250
11 288 17.4+0.087 607 75x10° 98x10% 91x10% 92% -0.639 193 229 0.277
12 394 11.1+0.013 849 69x10° 31x107 31x107 98% 3.632 30.3 28.0 0.380
13 489 17.8+0.146 593 7.5x10° 27x107 26x107 97% -0.639 253 299 0.471
14 889 1850220 572 7.5x10° 38x107 37x107 98% -0.639 46.5 403 0.856

* marks an outlier that caused the run with 16 mm h* to be excluded from the subsequent

analysis
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Key Points:

¢ Rain systematically enhances the gas transfer velocity at the air-water
interface

¢ Near-surface turbulence can be expressed as a function of rain rate

¢ Surface renewal model is well suited to describe the effect of the rain rate
on gas transfer velocity

Abstract

Gas exchange at air-water interfaces is regulated by near-surface turbulence and
can be controlled by different atmospheric forcing conditions, with wind speed
and surface buoyancy flux being the most recognized drivers in empirical studies
and modeling approaches. The effect of rainfall on near-surface turbulence has
rarely been studied and a consistent relationship between rain rate and near-
surface turbulence has not yet been established. In this study, we explore the
influence of rain on near-surface turbulence and gas transfer velocities over a
wide range of rain rates (7 to 90 mm h') under laboratory conditions, using
particle image velocimetry measurements and dissolved oxygen as a gas tracer.
The rain-induced dissipation rates of turbulent kinetic energy declined with
depth following a consistent power-law relationship. Both energy dissipation
rates and gas transfer velocity increased systematically with the rainfall rate.
The results confirm the causal relationships between rainfall, turbulence, and
gas exchange. In addition, we propose a power-law relationship between near-
surface turbulent dissipation rates and rain rate. In combination with surface
renewal theory, we derived a direct relationship between gas transfer velocity
and rain rate, which can be used to assess the importance of short-term drivers,
such as rain events, on gas dynamics and biogeochemical cycling in aquatic
ecosystems.

Plain Language Summary

Gas exchange between the atmosphere and the water surface is regulated by tur-
bulence at the water surface, which in turn is affected by atmospheric conditions.
Rainfall rate has not been widely studied as a mechanism for the generation of
near-surface turbulence in aquatic systems. In this study, we used a wide range
of rainfall rates in laboratory experiments to understand the influence of rain-
fall on near-surface turbulence and gas transfer velocity. Turbulence estimates
were based on videos resolving movement of particles in the water, and changes
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in dissolved oxygen concentration in water were used to estimate gas trans-
fer velocities. The results confirmed the causal relationships between rainfall,
turbulence, and gas transfer velocity and revealed systematic relationships for
turbulence and gas transfer velocity as functions of rainfall rate. We propose a
power-law relationship between turbulence and rainfall rate. In addition, using
a theoretical framework for relating turbulence and gas transfer velocity (known
as surface renewal theory), we derive a direct relationship between gas transfer
velocity and rainfall rate. These results can be used to evaluate the impact of
rainfall on gas dynamics and biogeochemical cycles in aquatic ecosystems, topics
of general interest in the context of climate change.

1 Introduction

Rainfall plays a fundamental role in the biosphere, e.g., in climate, hydrologi-
cal, and biogeochemical cycles (Schlesinger & Bernhardt, 2013; Winter, 2004).
On water surfaces, rainfall also causes physical impacts (Rooney et al., 2018)
that affect, among other processes, the gas exchange across the air-water inter-
face in the ocean (Turk et al., 2010), in lakes, and in reservoirs (Guérin et al.,
2007a; Ojala et al., 2011). Air-water gas exchange has important implications
in aquatic ecosystems and in the global biogeochemical cycles of climatically
important gases (Ho et al., 2018; Raymond et al., 2013), e.g. CO, uptake of
the ocean and greenhouse gas emissions from inland waters (Cole & Caraco,
1998; Zappa et al., 2009). Currently, the prediction of gas exchange rates and
their dependence on variable and dynamic environmental conditions are among
the major uncertainties in existing models and interpretation of empirical data
(Harrison & Veron, 2017; Rantakari et al., 2015).

The transport of gases across an air-water interface is commonly described as
a diffusive flux that can be parameterized as the product of the gas transfer
velocity () and the difference between dissolved gas concentration at the water
surface and the atmospheric equilibrium concentration. The magnitude of is re-
lated to near-surface turbulence at the water-side of the interface (Katul & Liu,
2017; Lamont & Scott, 1970) and controlled by different hydrodynamic forcing
mechanisms, most of them hydrometorological in nature (Guseva et al., 2021;
Zappa et al., 2007). Traditionally, has been estimated as a function of wind
speed through empirical models (Cole & Caraco, 1998; Ho et al., 2007; Wan-
ninkhof, 1992), and surface buoyancy flux during convective cooling (Poindexter
et al., 2016; Read et al., 2012). Other processes that affect the exchange of gases
and near-surface turbulence, such as rainfall, are mostly overlooked, although
they may play an important role in gas exchange (Turk et al., 2010).

At the mechanistic level, the surface renewal theory (Lamont & Scott, 1970)
provides a scaling relationship for gas transfer velocity based on near-surface
turbulence, which led to a universal relationship between the gas transfer veloc-
ity and the dissipation rate of turbulent kinetic energy near the water surface
(Katul & Liu, 2017; Lorke & Peeters, 2006). The surface renewal model has
been validated for a wide range of environmental forcing conditions (Zappa et
al., 2007).



Field studies in lakes and reservoirs at different latitudes have shown that rainfall
events can have a strong impact on the gas transfer velocity (Guérin et al., 2007b;
Ojala et al., 2011). Laboratory studies have found that rainfall significantly
enhances (by a factor of 3 to 40) the air-water gas exchange, especially at low
to moderate wind speed (Harrison et al., 2012; Ho et al., 1997, 2000, 2004, 2007;
Zappa et al., 2009). Ho et al. (2004) concluded that turbulence is the main
mechanism affecting during rainfall events and growing evidence suggests that
rainfall significantly increases near-surface turbulence in marine (Ho et al., 2004;
Zappa et al., 2009) and freshwater (Harrison & Veron, 2017) environments.

To date, the available database on rain-generated turbulence is limited to a few
studies and a narrow range of rainfall rates, making it difficult to establish a
consistent relationship between turbulence and rain rate that could be gener-
alized in biogeochemical models. Furthermore, there is no general consensus
on the importance of rainfall for near-surface turbulence, as some studies have
not found a significant contribution of rainfall on measured dissipation rates of
turbulent kinetic energy (Beyd et al., 2011; Peirson et al., 2013).

When using rain rate as a scaling parameter, a major source of uncertainty comes
from the distribution and heterogeneity of raindrop sizes and fall velocities.
The assessment of such heterogeneity in both laboratory and natural conditions
requires complex and extensive measurement (Zappa et al., 2009). Depending on
drop size, raindrops reach their terminal fall velocity after a free-fall distance of
~20 m (Serio et al., 2019), which challenges laboratory setups. However, several
studies have also shown that rain-induced air-water gas transfer is correlated to
the kinetic energy flux of the rain (Fyg) (Ho et al., 1997, 2000, 2004; Zappa
et al., 2009), which removes possible uncertainties related to drop sizes and fall
velocities (Ho et al.,1997).

As it is challenging to characterize rain-induced turbulence under field condi-
tions, where additional forcing mechanisms, such as wind, often prevail, ex-
perimental studies under controlled conditions are an ideal approach for this
purpose. Quantitative experimental studies investigating rain-induced turbu-
lence, however, remain scarce (Harrison & Veron, 2017). In former laboratory
studies, gas transfer velocities during rainfall have mainly been estimated based
on mass balances of trace gases, such as sulfur hexafluoride (SFg), helium (He),
nitrous oxide (N,O), and carbon dioxide (CO,) (Harrison et al., 2012; Harrison
& Veron, 2017; Ho et al., 1997, 2000, 2004, 2007; Takagaki & Komori, 2007).
Dissolved oxygen (O,) has not yet been used as a gas tracer, despite the fact
that it can be easily and cost-effectively manipulated and measured at high
frequency.

Rain-induced turbulence has been typically characterized via high-resolution
spatial mapping of turbulent flow velocities near the water surface (Harrison
& Veron, 2017; Takagaki & Komori, 2007; Thielicke & Sonntag, 2021; Zappa
et al., 2009), or single-point velocity observations at a fixed depth (Bey4 et al.,
2011; Harrison et al., 2012). Spatially-resolved observations of turbulent flow
fields are facilitated by particle image velocimetry (PIV) measurements, which



have become an affordable, high-resolution technique in laboratory studies due
to the advances in camera technology, computer power and the availability of
open-source software for processing (Kéaufer et al., 2021; Thielicke & Sonntag,
2021). However, this technique has been mostly unexplored in the study of rain-
induced turbulence. Harrison and Veron (2017) performed PIV measurements to
gain a physical understanding of rain-induced turbulence. Their setup, however,
focused on high rain rates (40, 100 and 190 mm h™!), and thus did not cover the
wide range of rain rates that occurs under environmental conditions.

The objective of this study is to analyze the effect of rain rate on near-surface
turbulence and on the resulting gas transfer velocity and to elucidate empirical
and mechanistic relationships between the gas transfer velocity and near-surface
turbulence in dependence on rain rate and kinetic energy flux. We performed
controlled laboratory experiments over a wide range of rain rates (7 to 90 mm
h™!) and estimated gas transfer velocities from high-resolution measurements of
O, concentration, while rain-induced turbulence was characterized on the basis
of PIV measurements. The general applicability of the observed relationship
between gas transfer velocity and rain intensity is discussed in the context of
surface renewal theory and previous empirical studies.

2 Materials and Methods
2.1 Experimental setup

Our experimental setup consisted of a custom-build rain generator, which was
mounted ~20 m above a rain-collecting aquarium (Figure 1). To exclude effects
of wind and solar radiation, the experiments were conducted in a closed tower
(a hose-drying tower of a local fire brigade, Figure S1). Before each experimen-
tal series, the dissolved oxygen (O,) concentration in the aquarium water was
reduced to about 50% of its atmospheric equilibrium concentration. During
experiments with varying rainfall intensity, we observed the reaeration rate of
the water using an oxygen mass balance, as well as the turbulent velocity fields
near the water surface (Figure 1). Additional measurements included rainfall
rates and the size and fall velocity of raindrops.

The rain generator consisted of a frame (1 x 1 x 0.05 m) with a perforated
plexiglas plate (3 mm of thickness). The footprint of the rain generator exceeded
the surface area of the aquarium at all sides, ensuring a homogenous distribution
of rain at the water surface. The plate had 580 holes with a diameter of 0.8
mm and with a regular spacing. The rain rate was varied by i) controlling the
water level above the plate, and ii) by changing the number and size of open
holes in the plate. The rain generator was manually fed with water stored at
ambient temperature in an open tank. By varying the water level, we modified
the frequency of drop formation at each hole, with a higher level resulting in
a higher frequency of droplets and a higher overall rain rate. Some holes were
closed with adhesive tape, and subsequently reopened by piercing the tape with
a needle (0.4 mm diameter) or by removing the tape to revert to the original
hole size. Open and closed holes were always homogeneously distributed across



the plate (Figure S2). During the experiments, we adjusted the number of
open holes to target a range of rainfall rates between 5 and 90 mm h!, which
correspond to the most frequent rainfall rates observed at a tropical freshwater
reservoir (Figure S3).

2.2 Measurements and experiments

The aquarium that received the rain water had a volume of 125 L (50 x 50
x 50 cm) and was initially filled to a height of ~42 ¢m. The instrumental
setup inside and outside of the aquarium facilitated estimating the gas transfer
velocity, turbulent energy dissipation rates in water, and the rain rate (Figure
1).

Each experimental series of measurements consisted of a 15 min period without
rain, followed by several 15 min runs with constant rain rates (rain periods).
During the different runs, we maintained the same configuration (size and num-
ber of open holes), but varied the water level in the rainfall generator. Rain
rates (R in mm h!) were estimated for each run as the mean rate of change of
the water level in the aquarium, which was monitored using a high-resolution
pressure probe (Duet, RBR Inc., sampling at 16 Hz).

For estimating gas transfer velocities, we monitored dissolved oxygen concentra-
tion in water with four fiber-optic sensors (FireStingO2, PyroScience GmbH),
distributed vertically at 3, 13, 23 and 33 cm depth from the water surface. The
sensors measured at a frequency of 1 Hz during the 15 min experimental runs.
The water temperature and atmospheric pressure (P, ) were measured at the
same frequency.

To visualize the turbulent flow field, seeding particles (polyamid, 20 pm diame-
ter) were added to the water in the aquarium and illuminated with a laser light
sheet. We used a green (532 nm), continuous-wave, line laser (450 mW; Inline
HP, MediaLas Electronics GmbH) to illuminate a vertical plane in the center
of the aquarium. The dynamic distribution of the light scattering seeding par-
ticles was observed by recording videos with a consumer-grade camera (GoPro
Hero4, GoPro Inc.) located at ~13 cm from the front face of the aquarium,
with a frame rate of 30 fps and a resolution of 1920 x 1080 pixels. The field
of view covered an area of 21 x 8 cm below the water surface and a portion
of the air side of 3.5 cm height (Figure 1). Particle Image Velocimetry (PIV)
measurements were performed for 3 min during each run. Additional measure-
ments were made without rain at the beginning of each experimental series, to
characterize background turbulence levels. For metric calibration of the videos,
a short (~3 s) video was recorded prior to each series while placing a calibration
target (0.5 x 0.5 cm checkerboard pattern) in the laser light sheet.
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Figure 1. Schematic of the set-up and instrumentation used in the experiments
(not to scale). The aquarium (0.5 x 0.5 x 0.5 m) was located ~20 m below the
rain generator. Particle image velocimetry (PIV) was used to characterize the
turbulent flow field in the water. For this, microscopic seeding particles were
illuminated from the side using a laser light sheet, and observed with a camera
through the front window. The field of view of the PIV camera (21 x 12.5 cm
on average) is shown as the grey rectangle, the region of interest (ROI) of the
PIV measurements (21 x 8 cm on average) is shown in a red dashed line and the
interrogation areas are represented in blue (pass 1) and purple (pass 2) dashed
lines. Four sensors for dissolved oxygen (O, probes) were used for establishing
an oxygen mass balance in the aquarium to estimate the gas transfer velocity.
A pressure sensor located at the bottom of the aquarium was used to estimate
rain rate from the temporal increase in water level. Atmospheric pressure (P,,,,)
was recorded by the oxygen and temperature data logger.

2.3 Fall velocity, drop sizes and kinetic energy flux of raindrops

The final fall velocity and sizes of raindrops were estimated by placing a planar
light at the location in the aquarium and taking videos of the falling raindrops
between the light and the camera (backlight illumination). The videos were
recorded with a Sony RX100 IV camera at a frame rate of 1000 fps and a
resolution of 1920 x 1080 pixels. A short video of a calibration target was
recorded using the same settings. For estimating fall velocity, the recorded



videos were overlaid the image of the calibration target and the number of
frames that individual drops could be observed were counted, along with the
vertical distance they travelled. Estimates of drop sizes were only performed for
a plate configuration with open holes of 0.8 mm.

The kinetic energy flux of the rain (Fkpg, in J m™ s7!) was calculated according
to the expression proposed by Ho et al. (1997) as follows:

2
Fxg=3 RV (1)

where p is the water density, V is the average fall velocity of the drops and R is
rain rate (converted to m s1).

2.4 Gas transfer velocity

Estimates of the gas transfer velocity of oxygen (kg ) were obtained from dis-
solved oxygen (O,) profiles, following a mass balance approach. We assumed
that diffusive exchange with the atmosphere and oxygen transported in rain
water as the dominant processes, hence the total rate of change of dissolved
oxygen concentration in the aquarium was equated to the sum of the diffusive
flux at the water surface (Fy;¢) and the oxygen flux from rain (F,,;,). Solving
for the diffusive flux as follows:

Fdif = Ftotal - Frain (2)

The total flux (F,.,, in mmol m? d!) was calculated for each run from the
depth-integrated rate of change of O, concentration observed by the four probes
as follows:

4 dcC,
Ftotal = Zi:l dtl hz (3)

where dﬁi is the mean rate of change of dissolved O, concentration measured

by each O, probe (in pmol L d™!) and A, is the representative layer thickness
for each sampling depth (in m).

We assumed that the rainwater is saturated with oxygen at the same tempera-
ture as the aquarium water, then the oxygen flux associated with rain (F,,;,, in
mmol m? d!) in the aquarium was as follows:

ain»

Frain = RC (4)

eq




where C,, is the O, concentration in equilibrium with the atmosphere at given
water temperature (in mmol L'!) (Chapra, 1997), and R was converted to vol-
umetric units (mm h'' = L h!).

The gas transfer velocity of oxygen at in-situ temperature (koz, in m d!) was
estimated using Fick’s first Law as follows:

Fy;
ko, =, 6 ()

where C', is the temporarily averaged O, concentration measured by the upper-
most sensor (in mmol L1). ko, was normalized to g, the gas transter velocity
of CO, at 20°C as follows:

k600:k02( 900 ) ' (6)

SCOQ,T

where Scp, is the temperature-dependent Schmidt number of oxygen (calculated
according to (Raymond et al., 2012) (Scp,= /Dgy, With being the viscosity
of water and D, the diffusion coefficient of oxygen in water). We used the
recommended exponent for wavy surfaces (n = 0.5) (Jédhne et al., 1987).

2.5 Particle image velocimetry

We extracted frame sequences (in bitmap format) from each video that were
subsequently converted to greyscale images. The pre-preprocessing of the image
sequences and PIV analyses were performed using the open source program
PIVlab (v. 2.50) (Thielicke & Sonntag, 2021; Thielicke & Stamhuis, 2014).
The imported images were first preprocessed to increase and to homogenize the
contrast and sharpness of the laser-illuminated seeding particles, and to remove
the image background. The default PIVlab options were chosen: Contrast-
limited adaptive histogram equalization (CLAHE) with window size of 20 pixels,
highpass filter with a kernel size of 15 pixels, contrast-stretching and background
subtraction. The region of interest (ROI) for PIV analysis was selected from
the water surface to the maximum resolved depth (Figure 1). One frame of
the calibration video was used for conversion from pixels to metric units, with
pixel size varying between 0.11 and 0.13 mm among experimental series. Direct
Fourier transform correlation with multiple passes and deforming windows was
selected as the PIV algorithm and two passes with 50% step size were used,
starting with an interrogation area of 128 pixels and decreased to 64 pixels.
The final resolution of velocity vectors was 3.9 £ 0.2 mm. Detailed information
about filters and processing options can be found in (Thielicke & Sonntag, 2021).

The PIV analysis provided two-dimensional velocity distributions with 3.7 mm
spacing for n ~5400 time steps (corresponding to the total number of frames



in each video of ~3 min duration and recorded at 30 fps). The two resolved
velocity components (horizontal velocity u and vertical w) were despiked using
a modified phase-space method (Goring & Nikora, 2002). Mean values of the
velocity components (w and w) were calculated as the time-average for each cell
the velocity fields (in m s'). Turbulent velocity fluctuations were calculated
based on Reynolds decomposition by subtracting the mean velocities from the
instantaneous flow velocities as follows:

2.6 Dissipation rates of turbulent kinetic energy

Viscous energy dissipation rates of turbulent kinetic energy () result from veloc-
ity gradients along all three spatial dimensions. We used a “direct” estimate of
the dissipation rates from the four components of the velocity gradients that are
resolved in two-dimensional PIV measurements. According to the expression in
Doron et al. (2001), turbulent dissipation rates were calculated (in W kg™ or
m? s%) as follows:

=30 [(59)"+ (35)"+ (99)"+ (3) +2(95%0) +
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where z and y denote horizontal (u) and vertical (w) coordinates. Kinematic
viscosity (v) was in m? s™!. Time-average values of the two-dimensional distribu-
tions of dissipation rates (€, ,,,) were calculated as averages of log-transformed
values (Baker & Gibson, 1987).

Dissipation rates were calculated for all rain experiments, as well as for the
measurements without rain. The latter were considered as background turbu-
lence caused by other mechanisms than rain (e.g. convective turbulence), and
were subtracted from the final €, ,,, results. Finally, dissipation rates were
log-averaged horizontally to obtain a mean vertical profile of the turbulent dis-
sipation rate (e,) for each run.

As near-surface dissipation rate from wind shear stress have been shown to
follow a universal power-law decline with increasing depth (Wiiest & Lorke,
2003), we tested a power-law approach for describing the vertical attenuation of
rain-generated turbulence in the following:

For all runs, dissipation rate profiles were fitted to equation (10) to obtain



a common exponent b, and a function that describes the dependence of the
coefficient a on the rain rate (R). Thus, an empirical function € = f(z, R) was
obtained with € in W kg'!, zin m and R in mm h!.

In order to explore a mechanistic approach for modeling the gas transfer velocity
(k, in m s7!) that represents the response to rain-induced turbulence, a scaling of
the turbulent dissipation rate as a function of the rain rate was combined with
the surface renewal model (equation (11)) (Lamont & Scott, 1970) as follows:

k=A Sc_"(ev)u25 (11)

To estimate the dimensionless empirical coefficient A, linear regressions were
made between the measured values of kg and the expression 600" ( V)0'25.
The regressions were made for dissipation rates measured at the same depth,
which we obtained by interpolation of the mean vertical profiles (e,) between
0.5 to 7.5 cm depth and with a vertical resolution of 0.5 cm. Interpolated profiles
were computed for no-rain periods to obtain the background dissipation rates
(€pack), as well as for the rain periods (€p.,;).- The dissipation rates resulting
from rain (eg,;,) was estimated as follows:

€Rain = €Total — €Back  (12)

Then, we analyzed the dependence of the gas transfer velocity on rain rate (R)
and, obtained 15 linear regressions corresponding to different depths at which
dissipation rates were measured (z; = 0.5 cm, z, = 1.0 cm,... z;5 = 7.5 cm). The
quality of the correlations was assessed using the coefficient of determination
(1?), and the best correlation was selected for the final model (kgpp moq) bY
replacing €g,;, in equation (11) by the function € = f(z, R). B

3 Results
3.1 Overview

The different configurations of the rain generator resulted in rain rates between
6.9 and 88.9 mm h!, (Table 1). For the series corresponding to 10.3 and 13.5 mm
h™t, the PIV processing for background dissipation rates (no rain) was erroneous
due to poor image quality and both kg, and dissipation rates obtained at a rain
rate of 16.0 mm h™! presented outliers in all subsequent analyses (Table 1). All
three runs were excluded from the following analyses of dissipation rates and
the 16.0 mm h™' run was also excluded from kg, analysis.

@ >p(-0) *@

Table 1. Summary of experimental results. R is the rain rate, T is the water
temperature and Sc, is the Schmidt number of oxygen at temperature T'. egg

10



€Total ANd €g,i, are the background (estimated during no-rain periods), the
total (estimated during rain), and the rain-induced turbulent dissipation rates,
respectively, estimated at 6.5 cm depth. kgo0 Backs Koo a0d Kgoo moq ar€ the
background (estimated during no rain periods), total (estimated during rain)
and the model-predicted gas transfer velocities (equation (15)), respectively.
Fyp is the estimated kinetic energy flux of rain. Note that ep, and eg,;, for
rain rates of 10.3 and 13.5 mm h! could not be determined (ND) due to poor
video quality in the measurements without rain.

@ >p(-22) * >p(-22) * >p(-22) * >p(-22) * >p(- 22) * >p(-22) * >p(-
22) * >p(- 22) * >p(-22) * >p(-22) * >p(-22) * >p(- 22) * @ Run & R
& T & SCO2 & €Back

[W kg_l] & €Total
[W kg_l] & €Rain
(W k'] & o & kgop paer,

€Total

[em h™l] & kg
[em h™'] & Ko mod
[em h'Y] & Fip

[W 2]

& 6.90 & 16.9 4+ 0.054 & 623 & 1.3 x 10 & 2.4 x 10 & 1.1 x 108 & 44% &
0.820 & 2.99 & 11.2 & 0.0667

2 & 8.05 & 17.1 £+ 0.055 & 615 & 1.3 x 10 & 3.0 x 108 & 1.6 x 10 & 55%
& 0.820 & 6.97 & 12.0 & 0.0775

3 & 10.3 & 9.48 + 0.030 & 927 & ND & 3.2 x 108 & ND & ND & -0.058 &
8.29 & 14.4 & 0.0992

4 & 13.5 & 9.35 + 0.027 & 933 & ND & 8.1 x 108 & ND & ND & -0.058 &
22.0 & 16.5 & 0.130

5& 16.0 & 9.13 + 0.737 & 945 & 1.1 x 108 & 1.1 x 107 & 9.5 x 108* & 90%
& 4.295 & 48.2% & 18.0 & 0.154

6 & 16.2 & 8.59 + 0.020 & 973 & 5.8 x 10 & 1.0 x 107 & 2.5 x 10°® & 81%
& 0.202 & 28.2 & 20.8 & 0.211

7 & 21.1 & 8.36 + 0.016 & 979 & 5.8 x 10 & 3.0 x 10°® & 9.8 x 108 & 91%
& 0.202 & 15.6 & 18.2 & 0.168

8 & 19.8 & 8.49 + 0.021 & 986 & 5.8 x 10 & 2.4 x 107 & 2.3 x 107 & 98%
& 0.202 & 16.7 & 20.1 & 0.227

9 & 25.0 & 16.8 + 0.062 & 624 & 7.5 x 10° & 7.6 x 108 & 6.8 x 10°® & 90%
& -0.639 & 18.0 & 21.4 & 0.241

10 & 26.0 & 11.0 £+ 0.010 & 852 & 6.9 x 102 & 7.6 x 108 & 6.9 x 10® & 91%
& 3.632 & 25.6 & 22.7 & 0.250

11 & 28.8 & 17.4 + 0.087 & 607 & 7.5 x 10 & 9.8 x 108 & 9.1 x 10°® & 92%
& -0.639 & 19.3 & 22.9 & 0.277

12 & 39.4 & 11.1 £ 0.013 & 849 & 6.9 x 10 & 3.1 x 107 & 3.1 x 107 & 98%
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& 3.632 & 30.3 & 28.0 & 0.380
13 & 48.9 & 17.8 4+ 0.146 & 593 & 7.5 x 10 & 2.7 x 107 & 2.6 x 107 & 97%
& -0.639 & 25.3 & 29.9 & 0.471
14 & 88.9 & 18.5 £ 0.220 & 572 & 7.5 x 10° & 3.8 x 107 & 3.7 x 107 & 98%
& -0.639 & 46.5 & 40.3 & 0.856

* marks an outlier that caused the run with 16 mm h™! to be excluded from the
subsequent analysis

In the absence of rain, the oxygen concentration in the aquarium did not change
significantly, resulting in small gas transfer velocities (-0.79 + 1.73 cm h!) (Ta-
ble 1). During all experiments with rain, the dissolved oxygen concentrations
increased nearly linearly with time (r? > 0.90 for most of the measurements),
with similar rates at all sampling depths and with increasing slopes for increas-
ing rain rates (Figure S4). The in-situ gas transfer velocity ko, was strongly
correlated with the rain rate (1> = 0.95) (Figure 2a). In contrast, the normalized
gas transfer velocity (kggo), which ranged from 2.99 to 46.5 cm h™! (Table 1),
showed a moderate correlation with the rain rate when all data were included
(1?2 = 0.78) (Figure 2b).

Q >p(-0) * @
100 100
a b This study
k02=0.73 R+3.9 Kgpo =049 R+6.6 — = =Hoetal (1997)
80r 80kl 2w 0 I 000000 [ensraieens Ho et al. (2000)
2= 0.95 r°=0.78

————— Zappa et al. (2009)

*

60

-1
kO2 [emh™]
kgpo lem h1]

0 20 40 60 80 100 0 20 40 60 80 100
Rain rate, R [mm h'1] Rain rate, R [mm h'1]

Figure 2. Gas transfer velocity versus rain rate (R) with the linear regressions (solid lines) and the resulting ¢

12



3.2 Energy dissipation rates

Time-averaged turbulent dissipation rates (e, ,,,) were homogeneously dis-

tributed along the horizontal direction, but showed strong vertical gradients

(Figure S5). They were largest near the water surface and decreased by about

two orders of magnitude toward the lower part of the field of view at ~7 c¢m

depth. Higher rain rates were associated with higher energy dissipation rates.

Thus, €, ,,, varied vertically between ~10®° and ~107 W kgl for rain rates R
25 mm h!, and from ~10* to ~10% W kg™! for R > 25 mm h!.

Background dissipation rates measured in the absence of rain, varied between
5.8 x 10 and 1.4 x 108 W kg'!. At a depth of z = 6.5 cm, the dissipation
rates caused by rain represented 44% to 98% of the total dissipation rate at the
lowest and highest evaluated rain rate, respectively (Table 1).

The depth dependence of mean turbulent dissipation rates after background
subtraction (eg,;,) could be well described by power-law functions for all inves-
tigated rain rates (1> 0.98, Figure S6). The exponent b (equation (10)) was
relatively constant for all rain rates (b = 2.15 £ 0.22 mean + std.). The coef-
ficient @ in equation (10) was related to the rain rate by a power-law function
with an exponent of 2.02 (r? = 0.81, Figure 3a). Combining both relationships
resulted in the following empirical scaling of the dissipation rate (€,,,40 in W
kg!) as a function of the rain rate (R in mm h™) and depth (z in m):

6model(Ra Z) =4.07x 10713R2.022—2,15 (13)

In general, modeled and measured dissipation rates were in good agreement (Fig-
ure 3b). Particularly the decline of dissipation rates by two orders of magnitude
over the top most 7 cm of the water column was consistent and well described
by the model. The overall model showed best agreement for moderate rain rates
around 30 - 40 mm h!, while the magnitude of dissipation rates tended to be
underestimated for the lowest rain rates (Figure 3b).
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Figure 3. Details of the dissipation rate modeling process a) Power-law rela-
tionship between the coefficient a (equation (10)) and the rain rate (R) (solid
line). b) Modeled versus measured dissipation rates for all evaluated rain rates
(R) (symbols) and at all evaluated sampling depths (colorbar). The dashed line
shows a 1:1 relationship.

3.3 Scaling of the gas transfer velocity

We compared the normalized gas transfer velocities (kgy,) observed at differ-
ent rain rates (n = 14) against those predicted from turbulent dissipation rates
by the surface renewal model (equation (11)). The empirical coefficient A in
the surface renewal model was estimated separately for all sampling depth of
dissipation rates by linear regression (Figure S7). The correlations were system-
atically weaker near the water surface (1> ~0.50), and became stronger toward
5.5 - 6.5 cm depth. The best correlation with measured gas transfer velocities
were obtained from dissipation rates measured at 6.5 cm depth (r? = 0.44), with
an estimated value of A = 2.55 (Figure 4), such that equation (14) becomes as
follows:

0.25
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Figure 4. Normalized gas transfer velocities kg, versus surface renewal model (Equation (13)) for energy diss

To relate the gas transfer velocity to rain rate (R), we replaced the measured
dissipation rate in the surface renewal model by the function (R, z) given in
equation (13), to obtain a model of kgy, (in cm h™!) as a function of the rain
rate (R in mm h™!) and kinematic viscosity (v in m? s) as follows:

Kooo_ moa lcm k1] = 130 RO51,™  (15)

Gas transfer velocities modeled from rain rates varied from 11.2 to 40.3 cm h!
(Table 1). Good agreement (r* = 0.85) was found when the model (kgp0 moq)
was linearly correlated with all accepted data of the measured kgoo (Figure 5).
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Figure 5. Measured (kgoy) versus predicted (kgoy ,n04) gas transfer velocities
(symbols) and a linear regression (solid line) according to the equation shown
in the legend.

3.4 Kinetic energy flux

The fall velocity of the raindrops above the water surface was estimated from
observations of 6 individual drops to be 8.3 & 2.5 m s™! (mean + std.). The drop
size was estimated to be 5.7 + 1.1 mm (n = 103). The resulting kinetic energy
flux (Fkg) ranged from 0.066 to 0.856 W m™ from the lowest to the highest
rain rate (Table 1). Following previous studies, we analyzed the relationship
between the normalized gas transfer velocity and the kinetic energy flux by
fitting a second order polynomial function to kgoo as a function of Fip (in W
m2) (Figure 6), resulting as follows:
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Figure 6. Observed gas transfer velocity (kgo,) versus kinetic energy flux of
rain (Fig). The solid line shows a second-order polynomial fit according to the
equation provided in the legend. Dashed lines show corresponding relationships

reported in previous studies (Ho et al., 1997, 2000). The data from Ho et al.

(1997) were taken from their Table 1 and fitted to a polynomial curve to get the
expression kgpy = —30.6Fky” + 91.7Fy g + 3.47 (12 = 0.99) (Figure S8). The
data from Ho (2000) were taken from Figure 8 in Zappa et al. (2009) and the
polynomial curve was fitted to get the expression kgyy = —26.9FKE2 +84.TFgp+
5.91 (Figure S9).

4 Discussion
4.1 Near-surface turbulence

We performed controlled laboratory experiments over a wide range of rain rates
combined with robust estimates of spatially-resolved turbulence based on PIV
measurements, rain-induced turbulence was characterized.

Our study clearly shows that rainfall enhances both the near-surface turbulence
and the gas transfer velocity, in agreement with previous observations (Harrison
et al., 2012; Harrison & Veron, 2017; Ho et al., 2004; Takagaki & Komori, 2007;
Zappa et al., 2009) (Ho et al., 1997, 2000, 2004; Zappa et al., 2009). Under
laboratory conditions and using freshwater, our estimates of the total turbulent
dissipation rates (ep.,) ranged from 2.43 x 108 to 3.77 x 107 W kgt at 6.5
cm depth. These rates were several orders of magnitude smaller than previously
reported values, which were around ~103 W kg™! to ~10® W kg™! (Harrison et

17



al., 2012; Zappa et al., 2009). Such discrepancy could be associated with the
consideration of background dissipation rates resulting from other sources than
rain, which we subtracted from the measured values to estimate rain-induced
turbulence. While our background dissipation rates were in the 6 x 10 — 10
W kg! range, the above studies were characterized by high values of background
turbulence, which ranged from ~ 10°% to ~10° W kg! (Harrison et al., 2012;
Zappa et al., 2009). Their estimates of total e during rainfall could be biased by
a high background level, which is probably linked to residual flows or convective
turbulence during their experiments. To better relate with those studies we
estimated the relative increase of dissipation rate from background values (no
rain) to rain conditions for each run. Our data show an increase of ~1 order of
magnitude for a rainfall rate around 40 mm h™!, which agrees with the findings
of Harrison et al. (2012), who found ~1 order of magnitude increase for a rainfall
rate of 60 mm h!, whereas Zappa et al. (2009) found an increase of ~2 orders
of magnitude for similar rain rates. Another study using saltwater and heavy
rainfall (40 to 190 mm h!) also reported high total dissipation rates of ~10 to
~10"% W kgt, but did not report the values of background dissipation (Harrison
et al., 2017).

Beyond the increase in turbulence as a consequence of rainfall, we found first
experimental evidence that the turbulent dissipation rate is a function of rain
rate, whereas former studies had only found a causal, nonsystematic relationship
(Harrison et al., 2012; Zappa et al., 2009).

4.2 Gas transfer velocity and kinetic energy flux

In this study the gas transfer velocities were estimated using oxygen as a cost-
effective alternative to the more traditional trace gas approach. The obtained
normalized gas transfer velocities (kgq,) were mostly within the range reported
in previous freshwater studies, (Ho et al., 1997, 2000), albeit at the upper end
(Harrison et al., 2012; Ho et al., 2004, 2007). Some of the difference could be
attributed to the experimental design. For example, Ho et al. (2004) reported
kgoo values on average 2.4 times lower at comparable rain rates as in this study
(25 mm h!). In their saltwater setup, however, the authors noted that den-
sity stratification caused by freshwater falling on saltwater might decrease the
gas flux in comparison to freshwater. The spatial distribution and rain drop
fall speed may also be important factors that explain the contrasting results.
Compared to our study, where the entire aquarium surface was impacted by
raindrops, raindrops in Ho et al. (2007) only impacted 3% of the total surface
area of the flume, which could explain why our kgy, values where on average
2.5 times higher at comparable rain rates (~30 mm h!). In addition, the mean
fall velocities of the raindrops in our study (8.3 m s7!), which were generated 20
m above the aquarium, were close to the terminal velocity (Jones et al., 2010),
whereas in Harrison et al. (2012) the height of the rain simulator above the
flume was only 2.6 m, leading to smaller fall velocities around 3.13 m s!.

Linear regressions of kgo, and R showed moderate correlations (r? = 0.78), in
contrast to Ho et al. (1997) who found a stronger correlation (1% > 0.96) for all
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data obtained in their experiment. However, the oxygen gas transfer velocity
(ko,) correlated better with R than the normalized gas transfer coefficient (kqq)

(12 = 0.95) and also our estimates of kgqo showed good agreement with previous
studies (Ho et al., 1997; Zappa et al., 2009) (Figure 2b).

The kinetic energy flux (Fky) proposed by Ho et al. (1997) as a good parameter
to explain gas exchange, and that has been used in many subsequent studies
(Harrison et al., 2012; Ho et al., 2000, 2004; Zappa et al., 2009), was well
correlated with the rain-induced gas transfer velocity. The resulting magnitude
of the Fip was similar to the values reported by Ho et al. (1997) and by
Zappa et al. (2009) (Figure 6). Similar to the kgy, - R correlation results, the
polynomial expression found in this study for kg, as a function of Fyp was
moderate (1> = 0.79), but the data were in agreement with the empirical fits
reported in previous studies (Ho et al., 1997, 2000; Zappa et al., 2009) for kg,
< 30 cm h! (Figure 6).

4.3 Surface renewal model

In agreement with Zappa et al. (2009), we found a good agreement between
observed gas transfer velocities and predictions by the surface renewal model,
contributing to the idea of this model as a possibly unified relationship for the
air-water interfacial fluxes in response of a range of environmental forcing condi-
tions. However, the large difference between our dissipation rates and values ob-
served by Zappa et al. (2009), result in larger values of the empirical coefficient
in the surface renewal model (A), with A = 2.55 being six times larger than the
value reported by Zappa et al. (2007, 2009) (A = 0.42). In a broader evaluation
of the coefficient for different wind and density-driven flows, Esters et al. (2017)
reports values between 0.18 and 1.5. Therefore, based on the above values of
A, our results appear to be too high. However, we consider a higher value of A
for rain-generated gas exchange in comparison to turbulence generated by wind,
water currents and convective cooling as plausible, since the surface renewal
theory is based on turbulent transport of dissolved gas, whereas in the case of
rainfall, gas exchange can be additionally enhanced by entrained air bubbles and
water droplets expelled into the air. These mechanisms would result in higher
rainfall-generated gas exchange compared to other sources of near-surface tur-
bulence at the same dissipation rate. Regarding bubble-enhanced gas exchange,
Ho et al. (2000) determined that 0 to 20% of the gas exchange is produced
by bubbles and the rest by rain-induced turbulence. Thus, the relatively small
contribution of bubbles would not be sufficient to explain the lower value of
the coefficient A in their study in comparison to our estimate. In addition,
Zappa et al. (2009) pointed out that the number and size of droplets may also
influence bubble formation and consequently gas exchange in freshwater, but
no conclusions were drawn in this regard. Further experiments are required to
understand the mechanisms of enhanced gas exchange by rainfall in freshwater.

The recurrent finding of previous studies is that the turbulent dissipation rate
(€Rain) is NOt a function of the rain rate (R) (Bey4 et al., 2011; Harrison et al.,
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2012; Zappa et al., 2009). In this study, the experimental results allowed to
obtain a consistent scaling, which shows a power-law relationship between eg,;,
and R (equation (13)). We consider that the wider range of rain rates tested
here is the reason for this finding, since former studies were limited to smaller
ranges of observed rain rates: 108 and 141 mm h™! (Beya et al., 2011); 40, 100
and 190 mm h™! (Harrison et al., 2012); 24, 30, 40 and 48 mm h™! (Zappa et al.
2009).

5 Broader implications

Improved understanding of the effect of rainfall on gas exchange is relevant for
assessing the role of aquatic ecosystems in greenhouse gas dynamics, such as the
emissions of methane, carbon dioxide and nitrous oxide from reservoirs, wetlands
and natural lakes. As suggested by Ho et al. (1997, 2000), the effect of rain on
air-water gas exchange is probably most important in inland waters, especially
in wind-sheltered systems, where wind is no longer the dominant driver of near-
surface turbulence. Particularly, in the tropics, rain intensity is the main aspect
of seasonal weather changes and low wind speed and high rain intensity and
frequency are conditions typically found (Harrison et al., 2012). Therefore, the
consideration of the effect of rain on gas exchange can have major implications
for greenhouse gas budgets, not only in terms of short-term dynamics during
rain events, but also for explaining seasonal variability of air-water gas exchange
in tropical inland waters. But also gas exchange in boreal and temperate inland
waters (Ojala et al., 2011), and in marine systems (Ho et al., 2004) can be
significantly affected by rain.

Mechanistic models of greenhouse gas dynamics and fluxes in aquatic environ-
ments are typically based on mass balances, where gas transfer velocities are
either obtained from a few solitary measurements, or described as a function
of mean wind speed (Donis et al., 2017; Giinthel et al., 2019; Santoso et al.,
2020). The application of the scaling relationships for the gas transfer velocity
as a function of the rain rate presented in this study can be used to assess the
importance of short-term drivers, such as rain events, on gas dynamics and bio-
geochemical cycling in marine and inland waters. With readily available data
on rainfall as the only additional boundary condition required, future studies
can apply the scaling relationships in coupled hydrodynamic and biogeochemical
models for a broad range of different aquatic ecosystems and climatic boundary
conditions.

6 Conclusions

For the first time, our experimental results revealed a positive and systematic
relationship between rain rate and turbulence at an air-water interface. Rain-
induced dissipation rates of turbulent kinetic energy showed a consistent de-
crease with increasing sampling depth, and a parabolic relationship with rain
rate (equation (13)). We used this empirical model to derive a relationship
between the gas transfer velocity as a function of rain rate. In combination,
the observed relationships showed good agreement with surface renewal theory

20



(equation (15)), but with a higher value for the associated empirical constant,
than those that have been found in former experiments and for other generation
mechanisms of near-surface turbulence, including wind. However, according to
current knowledge, the enhancement of gas exchange with rainfall cannot be
fully explained, so more experiments are needed to understand the mechanisms
of enhanced gas exchange with rainfall in freshwater.

The application of the obtained scaling relationships for the interpretation of
flux measurements and their implementations in numerical models has the po-
tential to further improve the understanding of the importance of rain on the
magnitude and dynamics of gas exchange and greenhouse gas emissions from
aquatic ecosystems.
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Figure 1. Schematic of the set-up and instrumentation used in the experiments
(not to scale). The aquarium (0.5 x 0.5 x 0.5 m) was located ~20 m below the
rain generator. Particle image velocimetry (PIV) was used to characterize the
turbulent flow field in the water. For this, microscopic seeding particles were
illuminated from the side using a laser light sheet, and observed with a camera
through the front window. The field of view of the PIV camera (21 x 12.5 cm
on average) is shown as the grey rectangle, the region of interest (ROI) of the
PIV measurements (21 x 8 cm on average) is shown in a red dashed line and the
interrogation areas are represented in blue (pass 1) and purple (pass 2) dashed
lines. Four sensors for dissolved oxygen (O, probes) were used for establishing
an oxygen mass balance in the aquarium to estimate the gas transfer velocity.
A pressure sensor located at the bottom of the aquarium was used to estimate
rain rate from the temporal increase in water level. Atmospheric pressure (P,,,,)
was recorded by the oxygen and temperature data logger.

Figure 2. Gas transfer velocity versus rain rate (R) with the linear regressions
(solid lines) and the resulting equations shown as legends. a) gas transfer velocity
for oxygen at in situ temperature (kp_ ), b) Normalized gas transfer velocity
(kgoo) and comparisons to previous studies (dashed lines: (Ho et al., 1997, 2000;
Zappa et al., 2009)). The data from Zappa et al. (2009) were taken from their
Figure 9 and fitted with a linear regression to obtain the expression kgy, =
0.42R + 13.3 (r* = 0.97).

Figure 3. Details of the dissipation rate modeling process a) Power-law rela-
tionship between the coefficient a (equation (10)) and the rain rate (R) (solid
line). b) Modeled versus measured dissipation rates for all evaluated rain rates
(R) (symbols) and at all evaluated sampling depths (colorbar). The dashed line
shows a 1:1 relationship.

Figure 4. Normalized gas transfer velocities kgyo versus surface renewal model
(Equation (13)) for energy dissipation rates sampled at z = 6.5 cm depth. At
this depth, we estimated the value of the coefficient A as 2.55, Sc is the Schmidt
number (here equal to 600). The dashed line shows a 1:1 relationship.

Figure 5. Measured (kgo) versus predicted (kgoq m0q) gas transfer velocities
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(symbols) and a linear regression (solid line) according to the equation shown
in the legend.

Figure 6. Observed gas transfer velocity (kgoo) versus kinetic energy flux of
rain (Fig). The solid line shows a second-order polynomial fit according to the
equation provided in the legend. Dashed lines show corresponding relationships
reported in previous studies (Ho et al., 1997, 2000). The data from Ho et al.
(1997) were taken from their Table 1 and fitted to a polynomial curve to get the
expression kgyy = —30.6Fky” + 91.7Fyp + 3.47 (12 = 0.99) (Figure S8). The
data from Ho (2000) were taken from Figure 8 in Zappa et al. (2009) and the
polynomial curve was fitted to get the expression kg, = —26.9FKE2 +84.7TFkg+
5.91 (Figure S9).

Table 1. Summary of experimental results. R is the rain rate, 7" is the water
temperature and Sc, is the Schmidt number of oxygen at temperature T'. eggq;
€Total ANd €g,i, are the background (estimated during no-rain periods), the
total (estimated during rain), and the rain-induced turbulent dissipation rates,
respectively, estimated at 6.5 cm depth. kgo0 Backs Koo 20d Kgoo moq 2re the
background (estimated during no rain periods), total (estimated during rain)
and the model-predicted gas transfer velocities (equation (15)), respectively.
Fypg is the estimated kinetic energy flux of rain. Note that eg, and ep,;, for
rain rates of 10.3 and 13.5 mm h! could not be determined (ND) due to poor
video quality in the measurements without rain.

26



Journal of Geophysical Research: Biogeosciences

Supporting Information for

Rainfall as a Driver for Near-Surface Turbulence and Air-Water Gas Exchange in Aquatic
Systems

Eliana Bohorquez-Bedoya?,?, *, Lorenzo Rovelli?, and Andreas Lorke?
* Department of Geosciences and Environment, Universidad Nacional de Colombia, Medellin, Colombia.
2 Institute for Environmental Sciences, University of Koblenz-Landau, Landau, Germany.

* Corresponding author: Eliana Bohdrquez-Bedoya (elibohorquezbed@unal.edu.co)

Contents of this file
Figures S1to Sg
Additional Supporting Information (Files uploaded separately)
None
Introduction
The supporting information provided here consists of images showing the experimental setup

and figures with specific results. The figures of the results were processed in Matlab R2021a. No
anomalies are presented in the data.


mailto:elibohorquezbed@unal.edu.co)

Figure Sa. Pictures of the experimental setup: a) Hose-drying tower (approximately 20 m tall)
of the municipal fire brigade in Landau, Germany, in which experiments were conducted. b)
Inside view showing the rain generator in the top and the aquarium at the base of the tower.

c)detailed view of the rain generator (cf. Fig. 1). d) Aquarium with sensors and camera
mounting frame.
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Figure S2. Picture of the rain generator: The outer aluminum frame (2 x 1 x 0.05 m) was filled
with water and raindrops formed at reqularly arranged holes in the transparent bottom plate.

The rainfall rate was varied by closing or opening a varying number of holes using adhesive tape
(visible as black and silver tape stripes in the picture).
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Figure S3. Histogram of local precipitation at Porce Ill reservoir, Colombia (6°54'12.6"N,

75°10'16.1"W). Data were obtained from measurements with 1h resolution for the period
between 1 January 2017 and 1 May 2019 (n = 81601).
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Figure S4. Time series of dissolved oxygen concentration at different sampling depth in the
aquarium (line color, see legend) observed without rain and for three different rain rates (see
panel headings). Red solid lines show linear regressions that were used for estimating the gas
transfer velocity according to Eq. (3).
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Figure S6. Mean vertical profiles of dissipation rates of turbulent kinetic energy for all
measured rain rates (filled symbols). The solid lines show power-law fits according to the
function shown in each legend.
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Figure S7. Normalized gas transfer velocities k6oo versus the surface renewal model (Eq. (13))
for different water depth at which dissipation rates (¢) were measured. Solid lines show linear
regressions according to the equation shown in the legends. The best fit, which was chosen to
estimate the empirical coefficient A is highlighted by the green bounding box.
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Figure S8. Normalized gas transfer velocity k6oo as a function of the kinetic energy flux of rain
reported in Ho et al. (1997) (their Table 1). The solid line shows a polynomial fit according the
equation shown in the legend.
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Figure Sg. Normalized gas transfer velocity k6oo as a function of the kinetic energy flux of rain
reported in Ho et al. (2000) and Zappa et al. (2009) (taken from Figure 8 in Zappa et al. (2009)).
The solid line shows a polynomial fit according the equation shown in the legend. In the legend,
the values in parenthesis report the averaged drop size for freshwater experiments
corresponding to the results of Ho et al. (2000) and saltwater experiments correspond to the
results of Zappa et al. (2009), in which there was a broad drop size distribution (DSD).



