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Abstract Imaging subsurface small-scale features and monitoring transport of tracer plumes at a fine
resolution is of interest to characterize transport processes in aquifers. Full-waveform inversion (FWI) of
crosshole ground penetrating radar (GPR) measurements enables aquifer characterization at decimeter-

scale resolution. The method produces images of both relative dielectric permittivity (e,) and bulk electrical
conductivity (,) that can be related to hydraulic aquifer properties and tracer distributions. To test the potential
of time-lapse GPR FWI for imaging tracer plumes, we conducted a numerical tracer experiment by injecting
saline water, desalinated water, and ethanol in a heterogeneous aquifer. The saline and desalinated tracers only
changed o,, whereas ethanol changed both ¢, and ¢,. Tracer concentrations were retrieved from the inverted

&, and o, models using information about petrophysical parameters. GPR FWI ¢, and o, tracer images could
recover preferential paths of ~0.2 m width, while the derived o, structures are smoother. FWT of 50 time-lapse
data sets demonstrated the potential of the FWI to derive spatially resolved breakthrough curves of the saline
and ethanol tracer in the image plane between the boreholes. Thus, high-resolution imaging with GPR FWI of
tracers that produce a high permittivity contrast against the background has a great potential for characterization
of heterogeneous transport in aquifers.

1. Introduction

Ever increasing water demands and anthropogenic pollution lead to depletion of clean groundwater resources.
Detailed knowledge of the flow and transport processes, which control migration of fluids, particles, and solutes
in the subsurface (hereafter tracers), is necessary, for example, to protect groundwater pumping wells from
pollution and operate remediation measures (Maliva, 2016). Important transport characteristics that need to be
known are the tracer velocity, the tracer plume spreading, and the tracer dilution by mixing with groundwater.
These transport characteristics depend strongly on the heterogeneity of hydraulic aquifer properties (Cheng &
Bear, 2016), which are difficult to observe directly because of the intrinsic inaccessibility of the subsurface.
Tracer experiments that monitor tracer plumes in aquifers can be used to determine transport characteristics and
infer the underlying hydraulic aquifer properties and their spatial variability (e.g., Vereecken et al., 2000).

Traditional techniques for hydrologic characterization, such as pumping tests, provide data on large-scale aquifer
hydraulic properties, but with low spatial resolution (e.g., Li et al., 2007). Other well-established techniques
provide fine-scale information in the vertical direction, such as borehole measurements (Englert, 2003), cone
penetration tests (Tillman et al., 2008), and measurements on sediment cores (Vereecken et al., 2000), but cannot
characterize spatial variability in the horizontal (flow) direction with high spatial resolution. Geophysical imag-
ing techniques such as electrical resistivity tomography (ERT) and ground penetrating radar (GPR) can close
this gap in observation capabilities and provide information on an appropriate scale (up to ~5-100 m) and with
high spatial resolution in both vertical and horizontal direction, while being minimally invasive (e.g., Binley
et al., 2015; Looms et al., 2008). Geophysical imaging methods enable to image the subsurface by sensing
changes in the physical parameters of a porous medium. Specifically, relative dielectric permittivity (¢,) and
electrical conductivity (¢) of porous media or an aquifer vary in space and time (Everett, 2013). £, is mainly
dominated by the water content and its temperature, while ¢ depends on the salinity and temperature of the pore
water and on the clay content (Everett, 2013). Migration of a tracer through the aquifer changes these aquifer
properties so that imaging these changes in a time-lapse manner using dedicated geophysical methods, such as
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GPR (Klotzsche, Lirm, et al., 2019; Looms et al., 2008), and ERT (Hermans et al., 2015; Kemna et al., 2002;
Singha & Gorelick, 2005), can be used to image the tracer plume. Whereas ERT measurements are made using
direct current and provide bulk electrical conductivity (c,), GPR operates in a high-frequency range (typically
10-2,600 MHz) and uses the propagation of the electromagnetic (EM) wave in resistive earth materials. In
contrast to ERT, GPR can provide both ¢, and o,. While the velocity of the EM wave can be linked to ¢,, the
attenuation of the EM wave provides information about the ¢, (Annan, 2009). High-frequency GPR systems
allow higher imaging resolution of the subsurface that scales with the wavelength (1) of the measured signal.
For a typical used frequency (f) spectra of 10-200 MHz (the range used in this study) of the EM signal and a &, of
12-25 of the media, the wavelength scales between 0.3 and 8.5 m (4 (¢,,f) = ¢,/ \/ e/f; with ¢, =3 x 108 m/s as the
EM velocity in air (Annan, 2009)). Especially, GPR acquisition in a wave transmission configuration with trans-
mitters in one borehole and receivers in another (crosshole) (Huisman et al., 2003; Klotzsche, Vereecken, & van
der Kruk, 2019) allows a good subsurface illumination with dense ray-coverage and relatively small acquisition
errors (Axtell et al., 2016). Time-lapse crosshole GPR monitoring of fluid transport using ray-based tomography
was successful in illuminating preferential pathways from either signal attenuation due to a saline tracer of about
2 m width in a fractured rock (Day-Lewis et al., 2003), or wave velocity changes due to soil water content changes
at a decimeter scale (Looms et al., 2008).

Crosshole GPR data is measured mainly in multi-offset gather (MOG) measurements and commonly imaged
with ray-based tomography. Velocity distributions, from which ¢, images are derived, are obtained from the first
arrival travel times of the wave signals (e.g., Dafflon et al., 2011), and attenuation tomograms of the subsurface,
from which o, images can be estimated, are obtained from first-cycle amplitudes (Holliger et al., 2001). The
ray-based approach, which uses only specific features of the recorded traces, can provide tomograms with a reso-
lution that scales with the wavelength of the center frequency of the used signals. In contrast, GPR full-waveform
inversion (FWI) uses the full information content of the received signal, what ultimately improves the resolution
of the ¢, and o, tomograms below the wavelength scale (Klotzsche, Vereecken, & van der Kruk, 2019). Time-do-
main crosshole GPR FWI was applied in the last decade to more than 40 different data sets from various test sites
and demonstrated the possibility to characterize aquifers within decimeter-scale resolution including important
small-scale structures like high porosity zones and impermeable clay lenses (overview provided by Klotzsche,
Vereecken, and van der Kruk [2019]). Gueting et al. (2015, 2017, 2020) demonstrated that 2D crosshole GPR
FWI results could identify aquifer layers of a few decimeters thickness. This high-resolution reconstruction of
layers allowed to explain previously observed tracer plume transport and in particular tracer plume splitting
(Miiller et al., 2010) that was caused by the presence of a thin layer with a lower hydraulic conductivity. In
general, crosshole GPR is more sensitive in the inter-well region and over a larger area than crosshole ERT, which
is more sensitive near the boreholes (Day-Lewis et al., 2005). Additionally, GPR can provide higher-resolution
images than ERT.

Next to spatial resolution, another problem in geophysical imaging is the translation of imaged parameters (&,
and o, in GPR) to the property of interest, the tracer or substance concentration. Since the petrophysical relations
between them depend on spatially variable aquifer properties like porosity (CRIM model, Birchak et al., 1974),
pore structure (Archie, 1942), and surface charge density of the mineral surfaces (Rhoades, 1981), such relation-
ships are site dependent and spatially variable (e.g., Miiller et al., 2010). The translation of the imaged electric
properties to concentration distribution is therefore afflicted by this spatial variability. Utilizing high-resolution
GPR FWI before tracer injection can be used to reduce the uncertainty in such petrophysical relations. Some
petrophysical parameters such as the porosity that is, used in the CRIM model and the formation factor used in
Archie's Law can be calculated directly for each pixel of the background models that are obtained by FWI of GPR
data sets that are acquired before tracer injection. Furthermore, it is expected that these results are significantly
better and higher in resolution than traditional time-lapse ray-based inversion approaches.

In this study, we analyze the potential of time-lapse crosshole GPR FWI for imaging tracer tests in heterogeneous
aquifers, using a numerical experiment. The setup of the experiment is based on the properties of the aquifer at
the Krauthausen test site, which consists of heterogeneous alluvial sandy-gravel sediments showing preferential
flow paths with thicknesses of ~0.2 m (Gueting et al., 2017). Generating a realistic high-resolution aquifer and
transport model to generate the plume fate enables a thoughtful consideration for site-specific design and meas-
urement planning. Different tracer scenarios were analyzed using a salt and an ethanol tracer. Through petrophys-
ical relations the plume concentrations (a) of positive/negative salt tracers were converted to increases/decreases
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in o,, and (b) of an ethanol tracer to decreases in both ¢, and &,. Note, commonly, only changes in o, from salt
(Kemna et al., 2002) and heat (Hermans et al., 2015) tracers are imaged with methods like ERT. Since the GPR
FWI provides both high-resolution ¢, and o, images, we want to evaluate the potential of imaging tracer distri-
butions from both parameters. Crosshole GPR data were generated before and during the plume intrusion. We
tested the ability of FWI to recover the tracer distribution for different tracer concentrations that generated differ-
ent changes and contrasts in ¢, and ¢,. To monitor tracer experiments, we tested different FWI starting models
for £, and o, based on a high resolution FWI models of the previous time step or of the background (Asnaashari
et al., 2015; Zhang & Huang, 2013). For quantitative evaluation of the plume recovery, we calculated the coef-
ficient of correlation between the “real” and recovered concentration and compared their wavelength spectra.
A qualitative assessment of the recovery of the plume structure was obtained by visual inspection. Finally, we
performed an intensive study using 50 time-lapse GPR FWI to predict temporal breakthrough curves for each of
the cells of the recovered tomograms.

2. Realistic Hydrological Aquifer Model

To realistically model time-lapse GPR data and perform the FWI for the different tracer scenarios, we developed
a realistic hydrological model domain of an aquifer in which we simulated flow and transport processes. This
model represents an aquifer with a very high spatial resolution, which is necessary to demonstrate the potential
of the FWI to reconstruct small-scale structures and hence plume spreading. To achieve this, we used the detailed
database and knowledge from the Krauthausen test site in Germany (see Tillmann et al. [2008] and Gueting
et al. [2017] for more details).

2.1. Krauthausen Test Site as Aquifer Model Domain

We modeled the Krauthausen aquifer that was investigated in many different studies (overview provided in Text
S1 of Supporting Information S1). With respect to GPR, the aquifer is well suited due to its low to interme-
diate electrical conductivity between 5 and 20 mS/m (Zhou et al., 2021). As a first step, we adopted the 3D
facies model (Figure 1a) from Gueting et al. (2017, 2018), which was generated based on adjoint tomograms
from 2D GPR full-waveform inversions, and subsequently expanded to a 3D cube using multiple-point statis-
tics. This model is composed of three facies: sandy gravel, sand, and gravel. The model covers a domain size
of 20.07 X 30.15 X 4.68 m, from 3.58 to 8.26 m depth and this is composed of cubic cells with an edge size of
0.09 m. Second, we generated the distributions of four aquifer parameters (hydraulic conductivity K, porosity ¢,
relative permittivity €, bulk electrical conductivity 6,), in each of the three facies using stochastic Gaussian simu-
lation (SGSIM) based on variogram modeling (SGeMS software, Remy et al., 2009). For each property and facies
(see Figures 1b—1e), stochastic simulations were performed over the entire model domain. The resulting models
were then integrated into one aquifer model domain (“cookie-cutter”’) based on the 3D facies distribution. K and
¢ models were simulated independently with no spatial cross correlation, &, was calculated directly from the ¢
model using the CRIM model (Birchak et al., 1974), and o, was simulated using sequential Gaussian co-simula-
tion (COSGSIM) based on the ¢, spatial distribution as a secondary information with correlation r = 0.5 in each
facies (Gueting et al., 2015, 2020). For all the stochastic simulations an exponential variogram model was used
(Gringarten & Deutsch, 2001).

2.2. Tracer Transport Simulation

We used a flow and transport model based on the designed aquifer model domain to imitate the past positive
saline tracer test performed by Miiller et al. (2010). The results of Miiller et al. (2010) are used in our study as
reference for the synthetic plume fate reconstruction. The 3D flow equation was solved using TRACE (Vereecken
et al., 1994) and the transport equation was solved using a random-walk particle-tracking algorithm PARTRACE
(Bechtold et al., 2011). We simulated a tracer injection for 7 days using a uniform water influx source of 20 m3/
day between 3.58 and 8.26 m depth in the borehole, and a particle injection source of 1 X 108 “conservative or
non-reactive” particles which were injected uniformly through the injection period, resulting in an injection
concentration of 7.15 x 10° particles/m?®. We modeled the borehole (diam. 50.8 mm, slots 0.5 mm) by a vertical
column of grid cells (cubic, edge of 0.09 m) assigned with K = 267 m/d (Klotz, 1990) and a porosity of 1. The
borehole was surrounded by a gravel pack that fills the well (diam. 0.328 m), modeled by eight grid cell columns
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Figure 1. Aquifer model domains used for the hydrological flow and transport modeling. (a) Facies model (adopted from Gueting et al. [2018]), (b) log-conductivity,
(c) porosity model, (d) background relative permittivity, and (e) electrical conductivity.

with K = 2,246 m/d (Klotz, 1977) and a porosity 0.4. To solve for the total head and velocity distributions
in the heterogeneous aquifer, we adopted a natural hydraulic gradient in the aquifer of 0.002 m/m (Vereecken
et al., 2000) implemented by pressure head boundary conditions at the up and downstream boundaries, and zero
flux conditions at the lateral, top and bottom boundaries. During the injection phase, we used the flow velocity
field that was simulated considering the water injection in the well for the transport simulation. After the injection
ceased, we simulated the tracer transport using a velocity field that represents the natural hydraulic gradient of
the Krauthausen test site. The heterogeneity of the simulated plume was controlled by the stochastically generated
InK and porosity (Table S1 in Supporting Information S1), which generated a variable fluid velocity. To account
for the effect of velocity fluctuations on solute transport at the grid-cell scale, we used longitudinal and transverse
dispersivities of 0.003 and 0.001 m, respectively.

The high-resolution aquifer model can predict transport processes with high spatial resolution as shown for day
15 after the start of the injection (Figure 2). In each plane view, the distribution of mass represents the sum of
particle mass along the perpendicular axis to that plane. A substantial part of the plume was transported over
a large distance in the lower part of the aquifer (between 7 and 8§ m depth), whereas a second part of the plume
was moving slower between roughly 5 and 6.5 m depth. The plume is mainly transported in facies 2, which has a
higher hydraulic conductivity than facies 1, whereas facies 3 (with the highest conductivity) was barely present
within the range of depths where the tracer was injected.

This high-resolution flow and transport model allows us to compare the simulated tracer distribution at monitor-
ing planes with the ERT results from the Krauthausen test site (Figure 3). Note that injection well and injection
rate in the simulation were the same as the ones of the real tracer experiment for which the ERT images were
obtained. For example, 15 days after the injection started, we can observe a splitting of the simulated plume
in a transverse view, similar to the ERT images (Figures 3b and 3c). The general similarity between simulated
and ERT observed patterns suggests that the reconstructed facies distribution satisfactorily represents the true
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Figure 2. Normalized particles mass in (a) plan, (b) side, and (c) front view at day 15 after beginning of the tracer injection.
The mass shown is a sum of mass in a line of cells perpendicular to the view. Color maps are normalized to the maximum
mass for each view. Boreholes, which are used to derive the ground penetrating radar data, are located 10 m down gradient
from the injection well and are illustrated by orange circles and dashed lines.
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Figure 3. Tracer distribution in the monitoring plane. (a) Facies model, (b and d) concentration distribution in transverse and longitudinal directions, and (c) electrical
resistivity tomography (ERT) image (modified from Miiller et al. [2010], Figure 5) for the domain of the plane between the two ground penetrating radar monitoring
boreholes 10 m downgradient from the injection borehole (see Figure 2). The concentration represented the distribution after day 15 from the transport simulation
normalized to injected tracer distribution. The red dashed lines in the perpendicular stitching tomograms (b and d) represent the stitching location. The electrical
conductivity image is derived from the ERT tomogram and borehole loggers from a previous tracer test at day 15 after beginning the injection. Note that the logger data
was obtained in two boreholes (seen as vertical anomalies) with vertical intervals of 0.35 m. The color scale represents the bulk electrical conductivity difference.

HARUZI ET AL. Sof23

85UB017 SUOWILIOD 3AIIER.D 3(eotdde 8y} Aq pauseAob 8.8 SSoILe YO ‘SN 40 Sa|NJ 10} ARe1q1T 8UIIUO A1 UO (SUOIIPUD-PUR-SLUIBIWI0D A8 1M ARIq 1 U UO//SdNL) SUOTIPUOD PUe WS | 8L} 88S *[2202/0T/82] Uo ARiqITauljuo A3|IM ‘eIeD Yomeessy HWS ya1ine wniuezsbunyosiod Aq 0TTOS0MMTZ02/620T OT/I0p/wod A3 1m Az 1jput|uo'sqndnBey/sdiy Wwoiy pepeojumoq ‘S ‘220z ‘EL6L776T



~1
AGU

ADVANCING EARTH
AND SPACE SCIENCE

Water Resources Research 10.1029/2021WR030110

distribution. Note that the ERT images did not resolve small-scale tracer concentration variations and the results
are more smoothed (Figure 3d). The simulated tracer distribution as imaged in longitudinal view (Figure 3d) is
characterized by thin horizontal lenses of 0.1 m thickness with high concentrations (e.g., at 6.2 m depth), which
corresponds with the vertical correlation length of 7, = 0.18 m of the hydraulic conductivity in facies 2.

3. Tracer Types and Petrophysical Relations
3.1. Change Only in Electrical Conductivity: Salt and Desalinated Water Tracer

The concentration of electrolytes in the groundwater determines the electrical conductivity of the fluid phase,
whereas it has only minor influence on the permittivity (Hagrey, 2000; Sreenivas et al., 1995). For pore fluid
conductivities that are smaller than ~15 S/m, the fluid electrical conductivity is proportional to the equivalent
electrical charge concentration (Sreenivas et al., 1995). Salt tracers with a higher concentration are not often
imaged with GPR in transmission mode, because of the high attenuation of the EM wave and the restriction of
the ray-based approaches to derive quantitative high-resolution results (exception in Day-Lewis et al. [2003]).

3.1.1. Implementation of the Salt Tracer Simulation

We simulated solute transport using particle tracking and one particle was associated with a certain equivalent
additional charge compared to the background charge concentration in the groundwater. If a tracer solution with
a lower electrical conductivity than the background groundwater conductivity was injected (desalinated water),
particles were associated with a “negative” additional charge. Assuming that the electrical conductivity of the
injected tracer solution 6; ., .. iyiection 15 CONStant during the injection and that the background fluid conductivity in
the aquifer oy, .ounq 1S CONStant in space, the electrical conductivity of the fluid at time 7 in a grid cell centered
at a 3D coordinate x, o, (x,7), was related to the number of particles in that grid cell n,(x,7) at time 7, the volume
V.. and porosity ¢(x) in the grid cell, the total number of particles injected n

c p,injection®

and the total volume of water
that was injected V as:

injection <7
os(x, 1) = (6 f_tracer_injection — O f_background) - C(x, 1)/ Cinjection + 0 f_background €))
with
C(x,1) = ny(x, 1)/ Ve - ¢ (x)) 2
and
Cinjection = Np injection/ Vinjection- 3)

C(X, Z) and Cinieclion

ing Miiller et al. (2010) we consider a background pore fluid conductivity equal to o, ,
the electrical conductivity of the injected salt tracer, we considered four cases:

are the particle concentrations in a cell and in the injected tracer solution, respectively. Follow-
= 93.7 mS/m. For

ackground

1. Injection of water with an electrical conductivity smaller than the background (negative tracer, Desalinated
case, Qf,lracerjnjeclion = 696 mS/m),

2. Injection with a conductivity slightly higher (positive tracer) than the background (Low salinity case:
gf;tracer,injection =117.8 mS/m)’

3. Injection with an Intermediate conductivity (Intermediate salinity case, o, = 610 mS/m), and

tracer_injection

4. Injection with a High conductivity (High salinity case, = 1,525 mS/m)

Qf,lracerjnjeclion
The Low salinity case adds the same magnitude of tracer fluid electrical conductivity as the Desalinated case
subtracts, and the High salinity case adds 2.5 times the tracer fluid conductivity of the Intermediate salinity case.
The background pore water conductivity and the negative and intermediate tracer conductivities were adopted
from the tracer experiments carried out by Miiller et al. (2010).

3.1.2. Salt Tracer—Electrical Conductivity Petrophysical Relations

The bulk electrical conductivity o, is simplified by an adapted Archie's Law which considers a model of two
conductors in parallel: the dissolved ions in the water and adsorbed ions on the soil surface as described by
Mualem and Friedman (1991):
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op(x, 1) = o7(x, 1)/ F(x) + Oaur(X), 4)

where F(x) is the formation factor of saturated soil and o,,(x) is the surface conductivity. F(x) is linked to
the complex geometry of the pore channels and is smaller for a larger porosity and smaller tortuosity of the
pore network (Archie, 1942; Jackson et al., 1978). o, (x) is controlled by the specific surface area, surface
charge density, and effective ionic mobility in the electrical double layer around the charged surface (Johnson
et al., 1986). For low fluid conductivities, o,
sufficiently large 6, o, reaches a constant value so that the relation between o, and o, is linear (Friedman, 2005),

depends in a non-linear way on the fluid conductivity o, But, for

which we assume further in this study.

For o, we based our chosen values on laboratory measurements of soil samples from Krauthausen test site
(Miiller et al., 2010). Surface conductivities were derived from measurements on sieved material and may there-
;0of 1.2 mS/m
to better reflect the presence of stony material in the samples on the electrical conductivity with a standard devi-
(x) using SGSIM with the same

correlation lengths as o, (Table S1 in Supporting Information S1), but with no spatial correlation between o,

fore be larger than the true values. Therefore, we choose the lowest value observed for the mean o,

ation of 0.3 mS/m. With this information, we generated a random field of o,

and o, (Miiller et al., 2010). Then, we calculated F(x) using Equation 4 with Uf(x,t) = Ofpuckeround-

The flowchart in Figure 4 illustrates and summarizes the steps to obtain the tracer concentrations from GPR FWI
o, images. First, F(x) is recovered from background GPR FWI o, (Figure 4a) using oy, ouq @0d assuming a
constant 6,

from time-lapse GPR FWI o, (Figure 4c). Last, the tracer o,

which represents the average of o

ri(X) derived from lab measurements. Second, o; is estimated

is calculated by subtracting oy, from o,.

tracer background

3.2. Change in Permittivity and Electrical Conductivity: Ethanol Tracer

Ethanol is commonly used as an additive in gasoline blends (McDowell et al., 2003; Spalding et al., 2011), and is
currently treated as an emerging environmental contaminant (Gomez & Alvarez, 2009). The dielectric properties
of ethanol differ from water and these differences can be used to detect ethanol in water-saturated conditions in a
sand matrix with GPR (Glaser et al., 2012). Pure ethanol has a relative permittivity of 26.7 at 10°C and an electri-
cal conductivity of 0.025 mS/m (Glaser et al., 2012; Petong et al., 2000). Note that the properties of the (ground)
water at the Krauthausen test site at 10°C are £, = 84 (Malmberg & Maryott, 1956) and ¢ ~ 90 mS/m (Miiller
et al., 2010). Water-EtOH mixtures are miscible in all proportions as they are both dipolar liquids (Lide, 2004).
Ethanol experiences polarization relaxation at central frequency of about 1 GHz and dispersive behavior becomes
effective from about f > 200 MHz, lower than those of water: 25 and 1 GHz, respectively (Petong et al., 2000).
Thus, dispersive behavior is expected for high GPR frequency ranges, but was not considered in this study using
low frequencies between 10 and 200 MHz with central frequency of 57 MHz. Regarding transport properties,
ethanol has a lower density and a higher viscosity than water, and it is microbiologically degraded. However, we
neglected density, degradation, and temperature effects on ethanol transport for our study, which focused on the
ability to retrieve the distribution of the tracer from time-lapse GPR FWI parameter changes (¢, o). Therefore,
we simulated the ethanol plume migration with the same particle tracking method and using the same transport
parameters (velocity, dispersivity) as the ones used for the salt tracer.

3.2.1. Implementation of the Ethanol Tracer Simulation

We produced heterogeneous ethanol plumes that have the same structure as the salt tracer plumes. For the ethanol
plume simulations, a particle represents a certain volume of ethanol V_,, and therefore the volumetric concentra-
tion of ethanol in a cell S, (x,?) is:

Seth(X, 1) = Seth injection * (Hpinjecnon/Vinjemon)_1 (X, 1)) Veen - P(x)), )

where S,y iniection 18 the volume concentration of ethanol in the injected solution, which was 0.5. The injection

volume V..., and the duration of the injection were identical to those of the saline tracer simulations.

3.2.2. Ethanol-Permittivity Petrophysical Relations

We derived an effective mixing model for permittivity of water ethanol mixtures, ¢, , at 10°C by fitting a
second-order polynomial to experimental data (Wyman, 1931):
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Figure 4. Flowchart presenting the recovery of solute (salt and desalinated water) and ethanol tracers. (a) Formation factor and (b) porosity recovery from background
ground penetrating radar (GPR) full-waveform inversion (FWI). (c) Salt and (d) ethanol recovery from time-lapse GPR FWI.

.7 (x,1) = 84.05 — 42.6 - Semn(x,1) — 15.7 - Sem(x, 1)’ (6)

To derive the bulk relative permittivity e, of the mixture-soil system, we used the Complex Refractive Index
Model (CRIM) (Birchak et al., 1974)

er(x,1) = (P(x)y/ers(x,1) - +(1 — d)(x))\/em)z )
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where ¢, = 4.5 is the relative permittivity of the solid grains (Carmichael, 1988). In order to retrieve ¢, .and even-

tually S(x,7) from a GPR FWI permittivity model (Figure 4d), the porosity must be recovered from &, background
measurements (Figure 4b):

d)recovered(x) = (\/5r (x,t0) — \/5r.s) / (\/fr,f - \/5r,s) (8)

3.2.3. Ethanol-Conductivity Petrophysical Relations

We modeled the electrical conductivity of the ethanol-water fluid mixture following Personna et al. (2013):
1/a
o7 (x, 1) = (Setn(x,1) - Getn” + (1 = Setn(X, 1)) - 01 packeround” ) / ©)

where 6, = 0.0252 mS/m is the ethanol electrical conductivity, with a = 0.3 for ethanol volumetric concentration
S, <0.5.

eth =

In order to retrieve q(x, 1) and eventually S, (x,7) from a GPR FWI bulk electrical conductivity model (Figure 4c),
the formation factor must be recovered from o,(x,?,) background measurements (Figure 4a, Equation 2).

4. GPR FWI Modeling

Generally, the time-domain crosshole GPR FWI is an iterative approach that simultaneously estimates ¢, and o,
by minimizing the misfit function between measured and modeled GPR data with a gradient-type approach (for
more details we refer to Meles et al. [2010] and Klotzsche, Vereecken, and van der Kruk [2019]). Thereby, a 2D
finite-difference time-domain algorithm is used that solves the full Maxwell equations and allows predicting the
EM wave propagation through the heterogeneous medium. To prevent the misfit function from converging to a
local minimum, a ¢, starting model is required that yields synthetic traces that match all the observed data within
less than half of the wavelength to avoid cycle-skipping (Meles et al., 2010). Normally, ray-based inversion
results can provide such starting models. In the presence of high contrasts, such as a water table or high permit-
tivity zones, ray-based starting models often need to be updated to meet these criteria (Klotzsche et al., 2012).
Local invasion of tracer may generate high contrasts in ¢, and o, over short distances, which cannot be resolved
by ray-based inversions and could cause problems in the FWI by using ray-based inversions as starting models.
Therefore, we need to evaluate different starting model strategies for the time-lapse approach to guarantee that the
half-wavelength criterion is always fulfilled in the entire domain of investigation. So far, most studies analyzed
the effect of starting model errors mainly on the £, model and different methods were suggested, such as the
amplitude analysis approach, to guarantee meeting the wavelength criterion (e.g., Klotzsche et al., 2014; Zhou
et al., 2020). The definition of the ¢, starting model is more challenging. Although the first cycle amplitude inver-
sion provides a first guess for a homogenous starting model (e.g., Klotzsche et al., 2010), we need to investigate
in more detail how to best handle the o, starting model for high contrast time-lapse changes.

Synthetic GPR data were calculated using the highly resolved parameters of the aquifer model in a crosshole setup
at 10 m distance from the injection borehole and perpendicular to the main flow direction (Figures 2, 3a, and 3b).
The distance between the boreholes was 4.95 m. GPR data were derived below the water table (2.4 m depth)
between 3.2 and 10 m depth. We added a realistic random instrumental noise level to the synthetic traces to eval-
uate its effect on the inversion performance (Figure S1 in Supporting Information S1). To realistically include
reflection and refractions of the GPR data, we describe the unsaturated zone above 2.4 m depth with &, = 8 (in
the range of ¢, for “soil sandy dry” in Table 4.1 in Daniels [2004]). Similar to previously performed GPR meas-
urements at the Krauthausen test site (Oberrohrmann et al., 2013), we used a semi-reciprocal acquisition setup
with 35 transmitters and 69 receivers on each side, spaced with 0.2 and 0.1 m, respectively. With this setup a high
ray coverage that enhances the electrical conductivity reconstruction can be obtained (Keskinen et al., 2021).
We considered for our modeling a constant source wavelet (SW) with a central frequency of 57 MHz for the
background and time-lapse cases (adopted from a previous FWI studies [Gueting et al., 2015, 2020]). It has
been shown in experimental studies that for this operating frequency GPR FWI models can be obtained with a
vertical resolution as small as 0.2 m (Zhou et al., 2020). Note that changes on the effective wavelet caused by the
difference in borehole filling caused by the tracers are not considered in this study, and will be investigated for
the experimental data applications.
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In this numerical study, we concentrate on modeling and inverting 2D data, because of the high computational
demanding 3D environment (detailed discussion in Section 6.1 and Text S4 in Supporting Information S1). For
the inversion and forward modeling, we considered a model cell size of 0.09 and 0.03 m, respectively. Note that
the inversion grid has the same cell size as the transport simulation (Figure 3b). To avoid numerical artifacts
in the crosshole GPR FWI that are caused by high gradients of the ¢, and ¢, near the boreholes, we considered the
approach based on van der Kruk et al. (2015) that allows an update of the medium properties close to the bore-
holes by using a gradient preconditioning. The criteria for choosing the final iteration and to stop the inversion of
the time-lapse data sets is based on Klotzsche, Vereecken, and van der Kruk (2019):

1. the root-mean-squared error (RMSE) of the observed and modeled data between subsequent iterations changes
less than 0.5%,

2. decrease of at least 50% in RMSE in contrast to the ray-based inversion starting model,

absence of the remaining gradients (in the FWI optimization method) for the final models, and

W

4. good fit between the measured and modeled data (direct sample by sample correlation without any shift
should be better than 0.8). Note that this value indicates a good trend in the data fit and is based on experi-
mental data experience.

It is important to note that all four points need to be satisfied. For example, if the data fit is less good, although
maybe the other three points are satisfied, it indicates that a model was found which is not providing data that fit
the entire measured data range (Klotzsche et al., 2014).

5. GPR FWI Results
5.1. Background Models

To evaluate tracer changes over time, we derived FWI results for background data, measured before a tracer
injection. The starting models for this FWI were derived from ray-based inversion results (Figures 5b and 5g).
For the o, starting model, we considered a uniform o, of 15 mS/m provided by the mean of the first-cycle ampli-
tude inversion and adaptations of this value based on numerical forward modeling tests (Holliger et al., 2001). In
contrast to the ray-based inversion results, the FWI results better reconstruct the medium parameters and resolve
finer structures, which the ray-based inversion is not able to detect (Figure 5b). Additionally, we performed the
FWI for the noise-free and noise-added data sets (Figures 5c, 5d, 5h, and 5i). Both ¢, and o, results show the
same structures with decimeter-scale resolution for the noise-free and noise-added data sets. The final RMSE of
the noise-added and the reconstruction of the parameters is only slightly less good in comparison to the noise-
free data (Table S2 in Supporting Information S1). The minor differences are caused because the noise-added
data set inversion cannot fit the data below the noise level. Since we have seen that the FWI models of both data
sets reconstruct almost identical parameters, hereafter we consider only the more realistic noise-added data set.

Generally, the reconstruction of the permittivity and conductivity is very good by the FWI, which is also indi-
cated by the lower RMSE of the modeled data, the FWI data correlation coefficient of almost 1, and the low FWI
¢, and o, model errors compared to the real models (Figures Se and 5j; Table S2 in Supporting Information S1).
It can be noticed that the model errors are larger at locations of high contrasts. The RMSE of the background
models are 0.86 for £, and 1.64 mS/m for ¢,. The £, FWI models resolved the fine features better than the FWI o,
models, as indicated in horizontal and vertical 1D profiles and by spectral analysis (Figure 6, Van der Schaaf &
van Hateren, 1996). The illumination of the domain using crosshole acquisition results in a better resolution of
the vertical than the horizontal structures (Meles et al., 2010). In the vertical direction, the ratio of the spectral
densities of the FWI to the real model starts decreasing for wavenumbers larger thano =3 m~!andv =1.13 m™!
(equivalent to wavelength A of 0.33 and 0.88 m, 4 = 1/) for €, and o,, respectively. In the horizontal direction,
this ratio starts decreasing for wavenumbers larger than v = 0.77 m~' (A= 1.3 m) and v = 0.51 m~! (A =2 m) for
¢, and o,, respectively.
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Figure 5. Background permittivity (top row) and electrical conductivity (bottom) models. (a and f) Real models, (b and g) starting models based on ray-based inversion
results, and (c and h) full-waveform inversion (FWI) models of the noise free data set and (d and i) with noise. Panels (e and j) show the difference between real and
FWI models with noise. Transmitter and receiver positions are located on black circles and crosses, respectively near the panel side boundaries. Above and right to

(d), plots compare the real (blue) with FWI (orange) permittivity models (a and d) along vertical profile at 2.5 m distance and horizontal profile along 6.5 m depth
(indicated by arrows). Below and right to (i), plots compare the real (blue) with FWI (orange) electrical conductivity models (f and i).

5.2. Porosity and Formation Factor Estimation of the Background Models

Calculating the porosity ¢, . ere. distributions using Equations 4 and 8 (Figure 7)

for both background ray-based and FWI results (Figures 5b, 5d, and 5i), we can see clearly that FWI better recon-

o, and the formation factor F,__ ...

structs the parameters than the ray-based inversion. The ¢, ...q calculated from ray-based shows smoothed and
dampened structures, while the FWI ¢, ., structures show more details and are closer to the true model ¢y,
(Figures 7a-7c). The F,

‘ecovere
lower value and a smaller variance than in FWI (Figures 7e—7g). Thus, FWI provides a more accurate recov-

o calculated from the ray-based (attenuation) inversion recovered an erroneously

ery than the ray-based inversion of these parameters, which in turn, through the use of petrophysical relations,
4 With the
true model Fy,,. The mismatch for both parameters is related to the unresolved structures and deviations between

reduces the uncertainty of the tracer recovery. ¢ 4 Shows a better correlation with ¢y, than F,

recovere recovere

FWI and real £, and 6, models (Table S2 in Supporting Information S1, Figures Se and 5i). Low values of ¢, ..
(<0.28) overestimate ¢y, while high values of ¢ ....q underestimate ¢y, (Figure 7c), which is a bias originat-
ing from FWI results. We derived Fyy, using the 6}, .roua fT0m a previous study by Gueting et al. (2015, 2020).
Note that this F is larger than the point measurements of Miiller et al. (2010), where the soil was sieved and only
soil grains smaller than 20 mm were considered. For higher values of F ..., (>10) we can notice larger scatter.
Locations with a high F correspond with locations where 6, oroung 18 10W. Errors in the recovered 6, yo,0unq 204

deviations between the local o, and the mean o, which is used to recover F, lead to a larger scatter for high

surf surf?

values of F, . ea-

HARUZI ET AL.

11 of 23

85UB017 SUOWILIOD 3AIIER.D 3(eotdde 8y} Aq pauseAob 8.8 SSoILe YO ‘SN 40 Sa|NJ 10} ARe1q1T 8UIIUO A1 UO (SUOIIPUD-PUR-SLUIBIWI0D A8 1M ARIq 1 U UO//SdNL) SUOTIPUOD PUe WS | 8L} 88S *[2202/0T/82] Uo ARiqITauljuo A3|IM ‘eIeD Yomeessy HWS ya1ine wniuezsbunyosiod Aq 0TTOS0MMTZ02/620T OT/I0p/wod A3 1m Az 1jput|uo'sqndnBey/sdiy Wwoiy pepeojumoq ‘S ‘220z ‘EL6L776T



A7N |
M\\JI Water Resources Research 10.1029/2021WR030110
AND SPACE SCIENCE
(a) Spectral density & Analyzing the correlation plots between the true and the FWI recovered
— 10 T T T Trle model distribution of F(x) shows a range from 4.5 to 14.5. F is bimodally distributed
‘TE 4 Horizonta FWI (Figure 7d), reflecting the two main facies 1 and 2 (Figure 3a, whereas the
; contribution of Facies 3 is minor). The sand facies 1 has a mean porosity o
= 10 Vertical =====' True model ibuti f Facies 3 is minor). Th d facies 1 h, ity of
'é' &1 mean = 0.36 and a mean F{(x) of approximately 6. The sandy gravel facies 2
2 shows a mean porosity ¢, .., = 0.31 and a mean formation factor of 8.5. The
Iy gravel facies 3 has a mean porosity ¢, .., = 0.25 and a mean F(x) value is
g about 11, which is larger than the laboratory measured value for the disturbed
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Figure 6. Spectral density of (a) permittivity and (b) electrical conductivity.

5.3. Starting Model Strategies for Time-Lapse FWI

As mentioned before, for the FWI of time-lapse data it is highly impor-
tant to guarantee that the starting models of the different time steps hold
the half wavelength criterion. Because of the extensive knowledge that is
already existing on how to optimize the &, starting model (e.g., Keskinen
et al., 2021), we will concentrate on defining the best strategy for time-lapse
o, starting models, which to our knowledge has not been investigated before.

Therefore, we first tested four different FWI starting model strategies for the

Wavenumber (m'1)

3 4 5 salt tracer time-lapse GPR data. Note that we used for all the strategies the
FWI £_background model m,, as permittivity starting model, while for the o,
starting model different options were tested: using a uniform ¢, value (FWI1),
the background model m,, (FWI2) and the previous day model m,_, (FWI3,

Curves compare between the real models (RM, blue) and reconstructed full- FWI4). For FWI3 the m,_; model was calculated from the day-by-day sequen-
waveform inversion (orange) models for horizontal (solid line) and vertical tial FWI inversions starting with the background, while in FWI4 m,_, was

(dashed line) directions.

calculated using a single FWI inversion with starting model m,. Note that
we also tested different standard ray-based starting model approaches for the
permittivity, which resulted in less good results and reconstructions of the
tomograms, and we therefore do not present them.

For all the tests, the real permittivity models are unchanged (Sreenivas et al., 1995) in the salt tracer test and
therefore only the o, real models are investigated.

For the FWI starting model tests (Figure 8), the time-lapse GPR data are derived for day 15 after the salt tracer
injection based on the o, distribution shown in Figure 8a. Overall, all the 4 FWI recovered the main structures of
the true model. While FWI1 shows fewer features of the tracer anomaly, FWI2 provided more accurate structures
and performs better based on R? between the true and FWI model and the RMSE of the difference between the
two (R?-0.64, 0.66, 0,58, 0.69; RMSE [mS/m] - 5.8, 5.6, 6.5, 5.4 for FWI strategies 1-4, respectively). Although
FWI3 provides a more detailed o, structure, the R? and the RMSE of FWI3 compared to the true model resulted
in a worse performance than of FWI1 and FWI2. Analyzing the spectral density in the recovered FWI 6, models
(Figure 9), FWI3 provides the most information. These results of FWI3 are explained on the one hand by a better
resolution of small-scale structures due to the better o, starting model from the previous day m,_,, but on the other
hand there is a lower accuracy due to model overfitting, most likely caused by accumulation of errors in recovered
FWI models which are then used as starting models for the following day.

The structure of FWI4 is similar to FWI2 but does not show as many details as FWI3. The best results of the
four different starting models are obtained with FWI4, while the spectral analysis information is between FWI3
and FWI2. Overall, FWI2 shows robust results and in addition can be applied fast, because as a starting model it
requires the FWI background and not any following day.

Thus, all FWI from here (for both salt and ethanol tracer tests) will use FWI2 starting model strategy.
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Figure 7. Porosity (top row) and formation factor (bottom row) distribution calculated from permittivity and electrical conductivity models, respectively: (a and e)
show the true models, (b and f) are calculated from the ray-based models, and (c and g) from the full-waveform inversion (FWI) models. (d and h) Correlation plots

between the true and FWI recovered (d) porosity and (h) formations factors.

5.4. Recovery of Different Salt Tracer Magnitudes and Days

After we defined an appropriate starting model strategy, we now apply this to four different salt tracer scenarios
with different 6, changes at day 15 after injection. Similar to the tests before, the real permittivity models are
unchanged for all scenarios and only the ¢, models are analyzed (Figure 10).

For injections with Intermediate and High salinity tracers, the o, distribution is predominantly determined by the
distribution of the saline tracers, which generate larger variations in o, than the spatial variations of 6;, ,,wound
(Figures 10d and 10e). For the Desalinated (negative) and Low salinity (positive) tracers, the changes in o,

a) True model

4§ 4
ES 5
= B 6
<
o 7 7
@

0O 8 8

9 9

10 10 E

2 3 45
Distance [m]

0p[MmS/m]

50

Figure 8. Full-waveform inversion (FWI) o, results for the salt tracer using different starting model strategies. (a) o, true model at day 15. (b—e) FWI 6, models from

using starting models' strategies FWI 1-4, as explained in the text.
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Figure 9. Spectral density of recovered full-waveform inversion (FWI) o,

using different starting model strategies. The spectral information of the true
model is shown by a thick line, and of the FWI from different starting model
strategies by thinner curves. FWI 1-4 are presented in Section 5.3. (a and b)

Spectral density in horizontal (solid line) and vertical (dashed line) directions,

respectively.
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Depth [m]

012345

are in the same order of magnitude as the spatial variation in 6, y,sound
(Figures 10a—10c). The FWI 6, models show a recovery of the structures for
all cases, but the High-salinity case shows a worse recovery, for example, at
z=6.5m, x =1 m it misses a main anomaly, probably due to the high atten-
uation of the signal.

Investigating the data fit between the simulated and FWI modeled traces
between 4 and 8 m (Figure 11, Figure S2 in Supporting Information S1 for
Desalinated and High salinity cases) for the different salinity cases of day
15 (Figure 10), we generally notice a good overlap of the traces and that
FWI traces can recover most details of the traces. A higher o, entails lower
amplitudes causing gradually decreased amplitudes from Background to
Intermediate salinity cases (Figures 11a—11c, compare the Observed data for
the transmitter shot gathers at 6 m of different cases—note for the amplitude
scale). We observed a gradual decrease in R? between the true and modeled
traces from Background to Intermediate salinity cases. The FWI traces seem
to have difficulties to fit the signal amplitude and phase at regions where the
tracer intrudes in comparison to where there is no intrusion (e.g., between
transmitter at 6 and 9.6 m in Intermediate salinity case). This is even more

pronounced for the High salinity case (Figure S2b in Supporting Information S1). At the central part of the plume,
the High salinity FWI traces at 6 and 7 m show a bad fit (Figures S3f and S3h in Supporting Information S1), with
erroneous amplitudes and phase shifts.

Note, at high salinities the amplitudes of traces that cross regions with tracer intrusion are much lower than

those of traces that cross regions without tracer intrusion and can be even lower than the instrumental noise level

(Figure S4b in Supporting Information S1). No weighting on the data is applied to enhance the small residuals

and for all data the squared differences between the measured and modeled traces are minimized. As a conse-

quence, a poor match is obtained between the measured and FWI modeled traces for the high salinity data having

much lower amplitude (Figures S3f and S3h in Supporting Information S1). The higher conductivity changes

[~ o

2 3 45

Op[mS/m]

(b) Background % [mS/m] 7

0123 45
Distance [m]

Figure 10. Bulk electrical conductivity full-waveform inversion recovery from the synthetic salt tracer. Input (top) and recovered (bottom) models in the monitoring
plane for different cases of injected salt tracer salinities: (a and f) Desalinated water, (b and g) Background, (c and h) Low, (d and i) Intermediate and, (e and j) High.
The intrusion is shown for 15 days after the injection, and the main location of the tracer intrusion are emphasized by rectangles in (a). Note that panels (a—c and f-h)
have the same colorbar scale, and (d—e and i—j) have different ones. Transmitter and receiver positions are located on black circles and crosses, respectively near the

panel side boundaries.
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Figure 11. Observed (real data noise-added), full-waveform inversion (FWI) inverted and the difference between inverted
and observed data for transmitters at the depth of major tracer intrusion (6 m) and at depth, where no intrusion occurs
(9.6 m). GPR Data is presented for the (a) background (tracer case in Figure 9b) and (b and ¢) Low and Intermediate (tracer
case in Figures 9c and 9d) salinity tracer cases. Note that for the Intermediate salinity case in (c) for the transmitter at 6 m
depth panel where the signal is weaker because the wave travels through the increased o of the tracer, the color scale is
15 times smaller. R? quantifies the correlation between FWI inverted and the observed data. The standard deviation of the
Gaussian random noise was 4.6 X 1073 in all cases. Desalinated and High salinity cases are shown in Figure S2 of Supporting
Information S1.
result in an increased non-linearity of the FWI, which is more difficult to invert and needs more sophisticated
FWI techniques using progressively expanded bandwidths of the data and effective SW (Zhou et al., 2021), which
are beyond the scope of this paper.
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Figure 12. Salt tracer conductivity o, recovered on different days. Top row: real o, from transport simulation. Bottom row: recovered o, from ground penetrating radar
full-waveform inversion bulk conductivity. Only the depths within the transport model domain are shown, from 3.67 to 8.26 m.

To evaluate the possibility to monitor the o, tracer movement and transport over time, we performed an intense
study by inverting 50 sequential days for the Intermediate-salinity case (Figure 12, 8 days chosen from day 6
until day 30). At all days the structures of the plume could be recovered and resolved to about 0.2 m scale, thus
showing the potential of time-lapse monitoring.

5.5. Recovery of Ethanol Tracer

As described in Section 3.2, we derived GPR data for a synthetic ethanol tracer experiment. Similar to the saline
tracer tests, we considered the distribution of the tracer at day 15 after the tracer injection and applied for the o,
starting model the optimal strategy by considering the background FWI results. To define the optimal ¢, starting
model for this time-lapse data, we performed different tests by considering
the travel time inversion (not shown) and the FWI results of the background
data. As expected, the background FWI model provided the best results,
therefore we choose this strategy for the following steps and do not show the
FWI results for other tests.

The true models of ¢, and o, in the monitoring plane 15 days after the etha-
nol tracer injection show a decrease in both ¢, and ¢, (Figures 13a and 13b)
compared with the background (Figures 5a and 5e), with maximum changes
of Ae, = —=3.35 and A6, = —11.95 mS/m at Z = 6.3 m, X = 1 m. This corre-
sponds to the GPR traces with increased amplitude, and which are shifted to
earlier times by about 1-1.5 ns (examples of ethanol FWI and corresponding
real traces at the main intrusion depth are shown in Figure S5 of Supporting
Information S1). We used the FWI results of the background as a starting
model (Starting model strategy FWI2). Overall, both medium parameters
are resolved well, and the main features are detected within high resolution.
Especially permittivity changes caused by the ethanol tracers around 8 m

© 00 N O o b~

RN
o

Depth [m]

depth are well reconstructed. The final FWI o, recovery is more smoothed
than the €, recovery (Figures 13c and 13d), as was also observed for the FWI
background models (Figure 5). This phenomenon is related to a higher sensi-
tivity in €, in fitting the phase than in fitting the amplitude of the signal in
natural media (Lavoué et al., 2015). Modeled FWI traces (blue dashed lines
in Figure S5 of Supporting Information S1) for the ethanol case show a good
fit to the observed traces.

© 00 N O o b~

-
o

12 3 45 01 2 3 45
Distance [m]

Also, for the ethanol tracer, we performed a similar study as for the Inter-
Figure 13. Permittivity and bulk electrical conductivity full-waveform mediate salinity case and calculated for 50 consecutive days the FWI results
inversion (FWI) recoveries from the synthetic ethanol tracer for 15 days after using starting model strategy FWI2 (Figure 14). For these days, we recovered

the injection. Real models are shown in (a) permittivity and (b) electrical the volumetric concentration of ethanol S, distributions from time-lapse
conductivity, while (c and d) show the corresponding FWI results.
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recovered S
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a)€ RM day 15 - € RM day 13 b)F

Distance [m]

hanol S, recovered on different days. Top row: real S, derived from transport simulation. Middle and bottom rows:

from ground penetrating radar full-waveform inversion permittivity and conductivity, respectively.

FWI ¢, and o, models. For both cases, the S, distributions show a good correspondence to the true time-lapse
distributions for all days. Because of the better recovery of FWI ¢, (see also Figure 13), a more accurate recov-
ery of S, distribution is derived from ¢, than from &, which is also caused by higher uncertainty in o, (x) that

surf’
propagates in the derivation of S, from o,. In addition, since the uncertainty of ¢ 4 1s smaller than that of

eth
F . .overea (Figure 7), less errors propagate in the recovery of S, from &, than from o,.

re

recoveres

Further, subtracting ¢, at day 13 from that in day 15 (Figures 15a and 15b)

shows that time-lapse GPR FWI can image tracer changes based on time
FWI day 15 - € FWI day 13 lapse €, images with about 0.2 m resolution, and better than from time lapse
15 o, images (Figures 15¢ and 15d).

Movie S1 shows the tracer reconstruction and developments over time for
both ethanol and salt tracers can be found in a link to be provided. Descrip-
S tion is given in Text S3 of Supporting Information S1.

-

5.6. Breakthrough Curves at Single Cells

The day-by-day tracer FWI recovery results of the Intermediate-salinity and

Depth [m]

01 2 3 45 0
Distance

the ethanol tracer allowed to calculate the breakthrough curves (BTC) at each
single cell (0.09 m) in the crosshole tomogram. From these results three FWI
parameters can be considered: 6, from salt tracer (Figure 16a), and €, and o,
from ethanol tracer (Figure 16b). The true tracer properties (0,01 Sy, which
were derived using petrophysical relations from the same synthetic transport
simulation, were normalized to the highest values, to allow a better compar-
ison. From observing BTCs at four random locations (Figures 16a and 16b)
we identify that the shapes of the FWI breakthrough curves are in general
recovered. However, for the majority of the recovered BTCs the first arrival
is too early, the tail is too long, and the breakthrough peak is in general too
low, but sometimes also too high. That inaccuracy is partly because for the

12 3 45 given acquisition settings the receiver antenna records a signal which repre-
[m] sents roughly the volume of the wave path with an effective cross-section of
the size of Fresnel zone and with a diameter of about 1.25 m (in Section 6.1).

[w/sw]9y

Figure 15. Tracer distribution changes between day 15 and day 13 based on
permittivity: (a) Real and (b) full-waveform inversion (FWI) recovered models
and based on bulk conductivity: (c) Real and (d) FWI recovered models.
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Figure 16. Recovered tracer breakthrough curves at single cells from full-waveform inversion (FWI) parameters. Breakthrough curves for days 0-49 drawn at four
locations in the crosshole plane (see legend) in the plane for the (a) salt and (b) ethanol tracers. The breakthrough curves are normalized to the maximal true o; (salt test)

and S,

eth

(ethanol test) in the entire aquifer volume, respectively. The true tracer, and the tracer recovered from permittivity and conductivity are presented by continuous,

dotted and dashed lines, respectively. (c) Cumulative distribution function (CDF) from all-cells of root-mean-squared error of the breakthrough curves, for the recovered
tracer that was derived from salt (from ¢,) and from ethanol (from &, and from 6,). 2,444 breakthrough curve locations cells were used for the CDF.

To assess which tracer test and which FWI parameter recovered BTCs the most accurately, we used the RMSE of
the BTCs at all cells to calculate the cumulative distribution function (CDF, Figure 16¢). Low values of RMSE
and a similar CDF are observed for normalized or (salt) derived from o, and for normalized S, (ethanol) from ¢,,
while for S, (ethanol) derived from o, RMSE is higher. The larger normalized error of o,-derived S, (ethanol)
than the normalized error of the salt tracer is due to the larger change in o, caused by the Intermediate salinity

tracer than by the ethanol tracer.

6. Considerations for Experimental Tracer Test

Opverall, we have demonstrated a high potential of the FWI to recover tracer from time-lapse crosshole GPR data.
Especially in contrast to the ray-based results, the FWI can reconstruct the medium parameters with high reso-
lution resolving small-scale structures within the decimeter-scale and allows detecting tracers that mainly affect
the electrical conductivity. Nevertheless, for the application to experimental data, several issues and challenges
should be considered.

6.1. 3D Versus 2D GPR Wave Behavior

The crosshole GPR FWI is currently mainly applied in 2D due to computational limitations for 3D approaches.
Therefore, diffracted energy from out-of-plane scatters, and specifically in the case of heterogeneous tracer
concentration, cannot be considered. Appling a 2D FWI to 3D measured/simulated data, can cause several issues
that should be considered in the results evaluation of experimental data. Two main problems arise by inverting
3D data with a 2D inversion. First is the out-of-plane effect on the GPR signals, which is not simulated with a
2D forward model. Second is the errors introduced by the 3D to 2D transformation of measured GPR data for
experimental data application (e.g., Klotzsche, Vereecken, & van der Kruk, 2019). Note that for our presented
synthetic study both effects are not incorporated.

To investigate out-of-plane effects on the 3D and 2D data, we can apply two approaches. One way is to estimate
the zone of influence on the GPR data. The Fresnel zone of the used GPR signals indicates the sampling zone
for the cross-borehole signals. The Fresnel zone can be described by a 3D ellipsoid volume (Fresnel volume),
which depends on the distance between the antennas, the center frequency of the signals, and permittivity of the
medium. Generally, the radius of the first Fresnel zone Ry is approximated for a monochromatic wavelength 4
(Schuster, 1996):

10)
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where x,, is half the crosshole distance (L), and A (L) is depending on ¢, and f. To evaluate the effect of the Fresnel
zone in a tracer experiment due to out-of-plane effects, we compare Ry, with the horizontal correlation length
(I,) of InK, which dominates the distribution of the plume in the flow direction. For the aquifer conditions and
acquisition setup in this study, the minimum, average and maximum of &, result in R of 0.96, 1.23 and 1.83 m,
respectively. Thus, in the main Facies 2 the Ry, for the average ¢, is smaller than the horizontal correlation length
I, = 1.75 m and, larger than the vertical /, = 0.18 m. Therefore, for the size of Ry, there are small spatial vari-
ations in out-of-plane direction, but large spatial model variations in the in-plane vertical direction. As a result,
out-of-plane effects in these crosshole measurements have a relatively low weight in the overall signal. Using
FWI with 2D data and for an R, of 1.23 m, features with a size of about 0.2 m could be resolved in the vertical
direction (Figure 7), and also at a decimeter scale for a real GPR data (in 3D) in Krauthausen aquifer (e.g., Guet-
ing et al., 2017). This shows that FWI of an extensive and dense data set can get better model resolution than
expected from the magnitude of the Fresnel zone.

Additionally, we performed some modeling tests and compared 3D, 2.5D, and 2D GPR data of an exemplary day
after a salt tracer injection to investigate the effect of plume heterogeneity on the data itself. A detailed description
can be found in Text S4 and Figure S6 of Supporting Information S1. Our tests, which considered a day with a
strong out-of-plane o contrast, indicate that in 3D and 2.5D data only minor differences are shown in the phase
and amplitude, mainly where off-plane scatterers are present. Overall, the out-of-plane effects on the GPR data
seem to be minor (comparing 2.5D and 3D data), and probably related to the zone of influence on the signal. It
is expected that they will not change the inversion results significantly, since the phase and amplitude differences
will probably not change gradient directions because the out-of-plane travel paths cannot be explained by the
travel paths in-plane that are used by the FWI.

A larger effect and hence influence on the final 2D FWI tomograms is associated with the 3D to 2D transforma-
tion filter of the GPR data to allow a 2D FWI (Bleistein, 1986). We performed for our 3D data a 3D-to-2D conver-
sion, resulting in “semi 2D” GPR data (Figures S6b—S6d in Supporting Information S1). Mozaffari et al. (2020)
demonstrated that this transformation mainly affects late arrival amplitudes of the measured data in the presence
of high contrast layers, which results in a difference of approximately 2% between 2.5D and 2D FWI results for
both ¢, and ¢,. A similar behavior can be seen in our tests. Especially in the zone where the tracer is present,
which causes a high contrast (Figure S6a in Supporting Information S1, right), late arrival data is affected and a
mismatch between the 2D and “semi 2D” is present. These errors are introduced by the Bleistein filter, because
one assumption of the filter is that the highest amplitude of the data is associated with the first arrival times. But
in the presence of high contrast zones, which can cause wave interferences, this assumption is not always valid
and hence the amplitudes are not accurately correct toward 2D. Note that the Bleistein filter for data outside
the tracer region performs well and a good fit between the 2D and “semi 2D” can be observed (Figure S6d
in Supporting Information S1, receiver at 5.5 m). As expected the “semi 2D” data in the presence of the high
contrast tracer show some errors in the amplitude of the wavelets (Figure S6d in Supporting Information S1,
receiver at 6.58, 7.66 m) and hence will affect the electrical conductivity results.

Overall, it seems that the out-of-plane effects on the GPR data are minor and the errors introduced by the 3D to
2D conversion are probably larger. As a result, only 3D GPR FWI and to a lesser extent 2.5D, which consider
the 3D medium and plume heterogeneity, can minimize such errors. Although a 2.5D FWI method in the time
domain exists (Mozaffari et al., 2020), to analyze a high number of data sets is currently not feasible due to the
high computation costs, as just for a single forward run it is 10 times larger than for a 2D forward run.

6.2. Time-Lapse Data Acquisition

To improve the quantitative values mainly of the ¢, FWI results and decrease the uncertainties of the results,
Oberrohrmann et al. (2013) and Keskinen et al. (2021) indicated that a dense transmitter and receiver spacing
during the acquisition should be used. Such acquisitions are time consuming and should not be applied during
a tracer experiment, where shorter temporal changes are expected. Therefore, we propose to measure a dense
background data set that is able to reconstruct the medium with a good accuracy, which is then used as a starting
model for the time-lapse data that is sampled with a larger spacing. To improve the o, results in the region of the
expected tracer, a denser transmitter sampling could be used for a limited domain. For large contrasts in permit-
tivity due to tracer changes, cycle-skipping between the starting model's background and time-lapse data should
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be carefully checked to set the wavelength criteria. In case that criterion is not met, another approach should be
adopted, for example, ray-based permittivity inversion from that time-lapse data.

6.3. Temporal Tracer Changes During Crosshole GPR Data Collection

In our studies, we assumed quasi-static conditions for each FWI and time-step. For experimental data acquisition
this is of course not the case and if the GPR data collection is slower than the dynamic process of tracer transport,
this could cause changes in the aquifer for GPR measurements during the survey period. From our experience in
crosshole GPR field measurements, for the amount of data considered in this study (7 m depth interval in both
boreholes using a transmitter and receiver spacing 0.2 and 0.1 m, respectively), data collection takes about 3 hr.
From the transport modeling results (Figure 12, top row) under realistic aquifer conditions the plume's leading
front and center is transported at about 3 m/day and 1 m/day, respectively. This results in approximately 0.375 and
0.125 m transport distance in 3 hr. These transport distances are shorter than the Fresnel Zone. Thus, transport
changes in the aquifer during GPR measurements occur across distances shorter than the GPR sampling zone, and
therefore are not resolved by GPR. Overall, the effect for the Krauthausen test site is expected to be minor under
the mentioned conditions, but this should be judged independently for different aquifers having a higher flow
velocity. One approach to reduce the error introduced by data-collection time for crosshole GPR was performed
using space-time parameterization and regularization of two sequential data sets (Day-Lewis et al., 2002, 2003),
and principally could be applied also to the FWI scheme.

7. Conclusions

In this study, we tested the reconstruction of tracer plumes with crosshole GPR FWI in a numerical experiment.
Realistic dimensions of the plume and the electrical aquifer properties influenced by it were derived from availa-
ble aquifer and tracer test data sets from previous studies at the Krauthausen test site. We used this information to
generate a high-resolution aquifer model and to run transport simulations. We tested the GPR FWI to reconstruct
the plume for a saline and desalinated tracers, which changed ¢, and an ethanol tracer, which changed both €, and
o,, and found that the resolution obtained with FWI was much higher than ray-based inversion.

We added random instrumental noise to the synthetic data and found that FWI fitted the data successfully, except
for when the tracer attenuated the signal too much. Similar aquifer structures and only a minor statistical degrade
in comparison to FWI noise-free data was obtained due to instrumental noise. We showed that as long as the data
amplitude is higher than the level of the random noise, and not attenuated too much due to the presence of the
tracer, the FWI reconstructs the plume successfully.

We tested four different strategies to define the optimal starting model of the time-lapse data. Thereby it was
shown that using the FWI of the previous day (strategy III), the FWI images contain more spectral information
in comparison to the background starting model, however the tomograms showed a lower model accuracy. One
reason for this could be that numerical model errors are accumulated in the recovered FWI models, which are
then sequentially further propagated in the following inversion resulting in overfitting causing more numerical
arti facts. Therefore, using FWI background (strategy II) is found as a robust and practical FWI starting model
strategy for time-lapse data, adequate for all tracer experiments.

FWI Recovery of both permittivity and electrical conductivity distributions resolved structures of about 0.2 m.
While the electrical conductivity structures are more smoothed and the anomalies in the model are more damp-
ened, the permittivity model is able to reconstruct more details. Therefore, the reconstruction of the plume from
GPR time-lapse data sets and using petrophysical relations which depend both on porosity (from FWI permittiv-
ity background) and formation factor (from FWI electrical conductivity background), provided better reconstruc-
tion of permittivity changes. The high-resolved reconstructed distribution of the tracer allowed us to calculate
breakthrough curves which successfully recovered the true ones, at each cell in the cross-borehole plane.

We showed by estimating the approximated first Fresnel volume (zone which affects the GPR traveling wave) and
by performing 3D modeling, that out-of-plane effects which include the heterogeneity of the elongated plume, do
not significantly affect the signal. Because the horizontal distribution of the plume is relatively uniform within
the Fresnel zone radius, for synthetic 2D data that is generated in a crosshole plane perpendicular to the flow
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direction, out-of-plane effects of the heterogeneity of the plume will not dominate the recorded signals. Thus,
for the realistic tracer transport heterogeneity, investigating GPR FWI with 2D data is acceptable, and saves
computation time in comparison to simulating 3D data for multiple days in a tracer test. In addition, changes in
concentrations during acquisition time were small and it was acceptable to neglect these changes. However, in
aquifers with a fast transport velocity, this assumption would require further testing.

To summarize, the ability to monitor and locate environmental tracers using two GPR FWI parameters at a
high-resolution, shows the potential of time-lapse GPR FWI in practical applications, for example, to locate and
monitor pollutants and remediation injection liquids.
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