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Abstract: Heavy metals (HMs) entering soils are redistributed by natural processes such as surface
runoff and soil erosion. These natural processes are characterized by topographic factors (TFs,
e.g., Topographic Wetness Index (TWI), Total Catchment Area (TCA), Slope, and Aspect), which are
commonly quantified by a digital elevation model (DEM) of a certain spatial resolution. Nevertheless,
few studies have examined how DEM resolutions affect the detection of influential TFs of soil HMs.
In this study, we first applied the GeoDetector method to explore the coupling between the eight
TFs and the concentrations of eight soil HMs under a gradient of DEM resolutions. We found that
the important sorting of eight TFs on one HM at different resolutions is inconsistent. For example,
for Hg, TWI emerged to be the dominant factor among the eight TFs at 90 m resolution, whereas
TCA took the lead at 3000 m resolution. Moreover, the results strongly deny the existence of an
optimal resolution (OR) among the HMs for any specific topographical factor. We further applied
a source apportionment model (Positive Matrix Factorization—PMF) to explore the effects of five
identified pollution sources and the underlying environmental processes on the inconsistent ORs.
The main reason for such OR inconsistency is that each HM may be released from various sources
and subsequently undergo environmental processes that are topographically modulated at different
spatial scales. The main reason for such OR inconsistency is that each HM may have various sources
and subsequent environmental processes that happen at different spatial scales. Moreover, each
TF could simultaneously reflect different transport and transformation processes. Therefore, the
apparent OR for one metal is jointly composed of the preferences of all the sources it contains; thus, it
cannot be determined by the OR preferences of a single source alone. Based on the composition and
intensity of pollution sources, we propose three possible strategies for a more robust GeoDetector
analysis. The findings reported here provide new insights into the proper use of GeoDetector for
selecting the appropriate DEM resolutions when identifying influential environmental factors.

Keywords: heavy metals; soils; topographic factors; DEM resolution; GeoDetector; source apportionment
model

1. Introduction

The quality and safety of the soil are essential to support rapid social and economic
development and protect human health [1,2]. With the rapid development of urbanization
and industrialization, intensive industrial (e.g., mining, smelting) and agricultural activities
(e.g., fertilizer) have brought serious heavy metal (HMs) pollution to soils, exacerbating
environmental risks to ecosystems and human health [3-5]. Specifically, HMs are released
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into the soil and will undergo complex natural processes, such as soil erosion and infil-
tration [6-8]. These processes are jointly dominated by climatic factors, the land surface,
soil factors, and the HM’s physicochemical properties [9,10]. Therefore, it is beneficial to
identify the influential environmental factors in order to predict the HM spatial distribution
in the soil for short-to-medium-term environmental risk control [11].

The flourish of geographic information data and models enables approaches that em-
ploy various geographic factors, which have become readily available these days, to explain
HM soil distribution, including geographically weighted regression (GWR), geographi-
cally and temporally weighted regression (GTWR), ordinary least squares (OLS), and the
GeoDetector model [7,12-14]. Among these efforts, the GeoDetector model has emerged
as an advantageous tool for HM pollution analysis because of its capability to cope with
the nonlinearities in and the interdependency among multiple environmental factors [15].
Thus far, most GeoDetector studies consist of three technical steps: first, selecting certain
explanatory topographic factors (TFs) with DEM data at a certain (mostly unverified) reso-
lution; second, identifying (detecting) the influential (statistically significant) factors; and,
finally, identifying (detecting) the interactive effects among the significant factors of the
spatiotemporal distribution of HMs [16-18].

However, according to GeoDetector developers, different spatial scales can produce
different results for GeoDetector studies [15]. For example, GeoDetector developers have
found that the results behaved differently at different resolutions and stated that “when
spatial units are grids, a common method for selecting a reasonable grid size is to compare
size effects of spatial units using the factor detector”. It is also recommended to choose a
resolution with the stronger explanatory power in the GeoDetector results (the explanatory
power is measured by the g value in GeoDetector; see Section 2.2.3) as an optional spatial
unit for spatial hierarchical heterogeneity analysis. Additionally, there is no exception in
GeoDetector studies related to HM impact factors. For example, Qiao et al. [19] analyzed
HM samples and pH data with a sampling accuracy of 3 km; they found that, for As, deposit
density was the most important influence as it explained 17.8% of the HM distribution in
the Xiang River basin, while anthropogenic factors such as road density explained only 4%.
However, another study in almost the same area (which had an overlap with the previous
study area) came to the opposite conclusion. By using randomly sampled HM samples, as
well as data such as pH and land use with 1 km resolution, they found that the industrial
category belonging to human activities was the most important factor (13.1%) affecting
the As content in the soil [20]. This inconsistency of findings reflects the fact that most
studies using GeoDetector do not take into account the influence of spatial scale effects on
the results.

Extensive research has proven that data resolution also has a great impact on geolog-
ical or geographic modeling [21,22], covering topographic attributes derivation [23-25],
geological analysis modeling [26-28], the mapping of geomorphological features [29,30],
etc. These studies suggest an optimal spatial resolution (OR) for a specific research interest.
Since most of the geographic factors are derived from DEM data, deciding the DEM resolu-
tion becomes a pivotal step before implementing such geographic analyses. In summary,
the process of spatial scale parameter optimization can reflect the spatial scale effect in the
analysis process, and the optimal parameters can provide more reasonable spatial units for
the analysis of the soil HM spatial migration process. As many studies have mentioned,
the selection of a suitable resolution for the spatial distribution of soil HM—if it really
exists—requires further in-depth study [31].

In this paper, we report the effects of DEM resolution on GeoDetector performance in
order to identify the influential TFs of soil HM concentrations in Hunan Province, China.
The objectives of this study are as follows: (1) to examine the effect of TF resolution on
the explanatory power of the spatial distribution of soil HM using GeoDetector; (2) to
investigate whether the optimal resolution (OR) exists for HM distribution for each TF;
and, finally, (3) to use positive matrix factorization (PMF) to further analyze the preferences
and reasons for the OR selection of different HMs.
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2. Materials and Methods
2.1. Study Area and Soil Sampling

The study area (25°36'0"N-25°9'0"N, 113°27'36""E-114°1"48"E) is located in Chenzhou
city, Hunan Province, China (Figure 1). Chenzhou is famous worldwide for its polymetallic
deposits, and it is known as “the hometown of non-ferrous metals in the world”, with more
than 143 kinds of mineral resources and over 350 million tons of polymetallic deposits
reserves [32]. Intensive mining and smelting activities over decades have accumulated
massive mine tailing and have caused serious soil HM pollution [33]. The study region has
a sub-tropical humid monsoon climate, with an annual average temperature of 17.4 °C and
annual average precipitation of 1452.1 mm. The study area is mainly dominated by a hilly
topography, with a high northwest and low southeast.
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Figure 1. Study area. (a) Location in Hunan Province, China; (b) location of the study area in Hunan
Province; and (c) distribution of the soil sampling sites in the study area. The DEM of the study area
is presented at 250 m resolution.

A systematic grid sampling (2 x 2 km cells) was conducted in 2018, with soil samples
collected from 486 sites in the study area. During field sampling, an alternative location that
is close to the predesigned sites was selected to obtain natural soil in case of unavailability
for sampling at the original location. At each sampling site, 5 to 6 subsamples of topsoil
(0-20 cm) within a 100 m radius were collected and mixed. The mixed soil samples (1 kg)
were stored in polyethylene bags and brought back to the laboratory. All soil samples
were air-dried at room temperature, passed through a 2 mm polyethylene sieve, and
were digested using HNO3;-HCIO4-HE. The concentrations of cadmium (Cd), lead (Pb),
chromium (Cr), nickel (Ni), copper (Cu), and zinc (Zn) were determined by inductively
coupled plasma atomic emission spectrometry (ICP-AES) with detection limits of 0.030,
2.00, 0.40, 0.30, 0.60, and 2.00 mg kg’l, respectively. Mercury (Hg) and arsenic (As) were
determined by atomic fluorescence spectrometry (AFS) with detection limits of 0.010 and
0.002 mg kg~ !, respectively. In addition, considering the quality control, we used duplicate
samples, procedure blanks and GBW-07404 as standard reference materials, with recovery
rates ranging from 93.7% to 104.5%.

2.2. Methods

In this study, all statistical analyses and calculations were conducted using R 4.1.2,
and ArcGIS (Map and Pro) 10.6 was used for producing spatial distribution maps. The
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extraction of TFs at different resolutions was performed with SAGA GIS 8.0.1. The study
route is shown in Figure 2.
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Figure 2. The analytical framework (the left side shows the needed data; the right side shows the
research steps).

2.2.1. DEM Gradient Generation

To explore the impact of DEM resolutions on GeoDetector analysis in terms of the
spatial distribution of soil HMs, a series of DEMs with various spatial resolution gradients
were generated. In our study, we used the SRTM V3 dataset with 30 m resolution as the
finest and basic DEM [34]. Specifically, we resampled the 30 m resolution DEM data by
bilinear interpolation in ArcGIS, which has been widely used for DEM resampling in related
studies [35-37]. Therefore, this basic DEM data were then resampled using the bilinear
interpolation method to produce coarser DEMs with spatial resolutions of 90 m, 250 m,
500 m, 1000 m, 1500m, 2000 m, and 3000 m, finally forming a series of 7-level resolution
gradients of DEMs (Figure 3).

2.2.2. Topographic Factors

Based on a thorough literature review for soil HM distribution and a preliminary
investigation of the study area characteristics, we determined 8 commonly used TFs for
soil HM analysis and calculated them with the SAGA GIS [38]. A brief description of these
factors and references to their algorithms are listed in Table 1, which mainly characterizes
the topographic undulation (DEM, VD), ground roughness (Aspect, RSP), soil wetness
(TCA, TWI), and others (CNBL, Slope).
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Figure 3. The DEMs of the study area are at resolutions of 90 m, 250 m, 500 m, 1000 m, 1500 m,
2000 m, and 3000 m. The coarser-resolution DEMs (90-3000 m) were derived by resampling (BL

method) the 30 m DEM.

Table 1. Descriptions of the eight topographic factors used in this study.

Topographic Factors (Abbreviations)

Brief Description/Arithmetic

Digital elevation model

LiDAR-generated surface elevation.

(DEM)

Valley depth [39] is defined as the relative height difference
Topographic undulation to the immediate adjacent channel lines:

Valley Depth VD = DEM - CND

(VD) where CND stands for channel network depth. This
compares elevation at a given cell to the highest ridge
within its channel network [38].

(A:Sp;;;) The cardinal direction the prevailing slope faces [40].

Ground roughness

Relative Slope Position
(RSP)

Relative slope position is defined as the position of one
point relative to the ridge and valley of a slope, with a
value of 0 for the bottom of the valley and 1 for the top of
the ridge:

Z~Z
RSP = 77
where Z; is the elevation, Z, is the elevation of the valley,
and Z, is the elevation of the ridge [39].
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Table 1. Cont.

Topographic Factors (Abbreviations) Brief Description/Arithmetic

Soil wetness

The total catchment area represents the cumulative upslope
area that drains through the cell, and is calculated with the
flow routing algorithm [41].

_ TCA/fw
TWI = In ( tan(Slope) )

Incorporation of slope, upstream drainage area (TCA), and
Topographic Wetness Index the length of a contour that is orthogonal to the flow from
(TWI) the cell (fw). It quantifies the topographic-driven variation
in soil moisture [42]. Here, the Slope gradient is either the
slope of the focal cell or the slope between the focal cell and
a cell further downslope.

Total Catchment Area
(TCA)

Other factor

The base level of the channel network is a grid in which the
value of each cell is the distance to the channel network,
Channel Network Base Level either defined by overland flow or to its interpolated base
(CNBL) level, which then might be used to estimate, e.g., the
groundwater level [38,39]. In our study, CNBL was used to
estimate the effect of groundwater level on soil wetness.

Slope tanf = Increment of elevation
(Slope) MY = Tucrement of horizontal

(2) N

Among them, TFs such as DEM (which characterize ground relief and elevation)
are mainly considered to be more relevant to atmospheric deposition and soil erosion,
while factors such as Aspect (which characterize surface roughness) are mainly considered
to affect soil erosion and water erosion by influencing solar insolation, soil deposition,
denudation flow, intensity, etc. Factors such as TWI (which characterize the degree of soil
wetness, i.e., the soil water (moisture) content), are generally believed to play a role in the
transport and transformation of HMs in soil water. As an aside, CNBL refers to the depth
of the groundwater table, which also has an impact on the soil water content to a certain
extent [39].

Figure 4 shows the TF map of the study area with a selected grid resolution of 250 m.
It can be observed that certain factors have a strong continuity (e.g., CNBL, RSP), while
others appear to be more random, and the corresponding distributions have obvious spatial
heterogeneity (e.g., Aspect, Slope).

(b)N

A

(ORI

A

w,
¢

s

Figure 4. The spatial distribution of the seven topographic factors (except DEM) in the study area
(resolution: 250 m): (a) Aspect, (b) CNBL, (c) RSP, (d) Slope, (e) TCA, (f) TWI, and (g) VD.
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2.2.3. GeoDetector Model

We used the GeoDetector model to identify the influencing TFs on the spatial distri-
bution of soil HMs. The GeoDetector model [43] consists of four sub-modules: a factor
detector (FD), a risk detector, an interactive detector, and an ecological detector (ED). In
this study, the FD and RD modules were primarily used. Specifically, the FD quantitatively
detects the degree of interpretation of certain factors of X for the variable of interest Y (Y
refers to HM soil concentration in this study). The ED is for the purpose of examining (F
test) to determine whether one of the factors X1 is more influential than another factor X2.

1.  Factor detector:

The FD detects the spatial heterogeneity of HM concentrations and how influencing
factors explain the spatial distribution patterns of HM concentrations. The g value (passed
the t-test, p < 0.05) can indicate the explanatory power of individual factors on the spatial
distribution of HM concentrations [43]. The g value (g) is calculated using the following
equation:

—1— Zi:l Nhale 1 _ SSW (1)
1= NeZ  8ST
L
SSW=Y " _ Nyoj 2)
SST = N¢*? 3)

where /i denotes the 1" X category out of a total of L categories; Nj, is the count of samples
in category h; N is the total number of samples across the whole study area; SSW is the
sum of variance in category h in the study region; SST is the sum of global variance in
category  in the study region; o7 is the variances of samples in the category ; and ¢ is
the overall variance of Y in the entire region, regardless of X categories.

GeoDetector can apply the significance test to 4. For g € [0,1], a higher g (p < 0.05)
means a more substantial explanatory power of X on Y, which further implies a higher
influence on the spatial distribution of soil HMs.

2. Ecological detector:

The ED is used to test if an explanatory variable X; has a higher impact than another
variable X;. The significance of the different influence of explanatory variables is tested
with the F-statistic [43,44]:

Ny (N, — 1)ssz1

F= (4)
Nup(N,, —1)SSWx,
SSWy, = Yo, Nyo? )
L
SSWy, =Y 2 Nyoyr (6)

where Ny, and Ny, represent the sample sizes of the two factors X; and X», respectively;
SSWyx, and SSW, are the sums of variance in category h formed by X; and Xj, respectively;
and L, and L, are the numbers of categories of X7 and X», respectively.

Thus, with a given significant level, the null hypothesis Hy : SSWx, = SSWy, is
tested with the F-distribution table. If the null hypothesis is rejected at the significance
level of «, then there are significant differences in the effects of the two factors X; and Xp
on the spatial distribution of factor Y.
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3.  Optimal Parameters-based Geographical Detector Model (OPGD)

Given that the GeoDetector method was only able to deal with discrete variables [43],
the continuous data for the 8 individual factors were first transformed into categorical
data and then entered into the GeoDetector model via the optimal parameters-based
geographical detector model (OPGD) [15]. The OPGD model selects the best combination
of the discretization method and the break number for each geographical continuous
variable as the optimal discretization parameters. A set of combinations of discretization
methods (i.e., equal, natural, quantile, geometric, and standard deviation) and break
numbers are provided for each continuous variable to compute the respective q. For a
continuous variable, the parameter combination with the highest 4 among all combinations
is selected for spatial discretization since it presents the highest importance of the variable
from the perspective of spatial-stratified heterogeneity.

2.2.4. Source Apportionment Model—Positive Matrix Factorization Model

To further analyze the natural processes hidden behind a proper resolution, the pos-
itive matrix factorization (PMF) method, a prevalent source apportionment model, was
applied [45]. In PMF, a concentration data matrix X;,»,, can be factorized into contribution,
profile, and residual matrices, and these are represented by G, pr Epxm, and E;; ., respec-
tively. The factor contributions (G) and profile (F) are obtained by minimizing the object
function ‘Q’, which is defined as follows:

L _yP o £
Q=YL X (x” B 81 kf) )

0'1']'
o = \/(EF x ¢)? + (0.5 x MDL)? (x;; > MDL) ®)
ij : )
5
0jj = ¢ x MDL (x; < MDL) ©)

The matrix form of the PMF model is expressed as follows:
Xinxm :anp'prm+Enxnl (10)

Equation (10) can be rewritten in the element form as follows:

p
Xij = ) Sifij +€if (11)

where 1 and m denote the numbers of samples and species, respectively; x;; is the measured
concentration of j species in the i sample; g;; is the mass contribution of k" factor to the
i sample; fy; is the mass fraction of the j species from the k" factor; o;; is the j species’
estimated uncertainty in the i sample; p represents the number of extracted factors; 0ij
represents the estimated uncertainty associated with the j species in the i*" sample [46];
MDL stands for the detection limit of a specific metal species (details in Section 2.1); and
EF denotes the error fraction, i.e., the relative standard deviation associated with the jth
species concentration.

3. Results and Discussion

This section may be divided into subheadings. It should provide a concise and precise
description of the experimental results, their interpretation, as well as the experimental
conclusions that can be drawn.



Remote Sens. 2023, 15, 4067

9o0f21

3.1. Spatial Distribution Characteristics of HMs and Topographic Factor
3.1.1. Statistics of Soil HM Concentration

The descriptive statistics of eight HMs in four hundred and eighty-six samples are
summarized in Table 2. The spatial distribution of HM concentrations in the study area
is shown in Figure 5. The average contents of Cr, Ni, Cu, Hg, Cd, Zn, Pb, and As were
63.13, 23.39, 27.58, 0.16, 0.21, 77.91, 39.92, and 19.14 mg kg_l, following the descending
order: Cr > Pb > Cr > Cu > As > Ni > Cr > Cd > Hg. The coefficient of variation (CV) is
the ratio of the standard deviation and the average, which is standardized to eliminate the
dimensional influence. In general, when the CV exceeds 100%, it indicates that the HM
element has strong variability; when the CV is between 10% and 100%, it indicates that the
HM element has moderate variability; and when the CV is less than 10%, the HM element
shows weak variability [47]. According to Table 2, the Cd, Zn, and Pb in the soil have CVs
exceeding 100%, showing strong variability. In contrast, the CVs of Cr, Ni, Cu, and Hg
exceeded 10%, showing moderate variability.

Table 2. The statistical results of the total content of the HMs (mg/kg).

Cd Hg As Pb Cr Cu Zn Ni
Mean 0.21 0.16 19.14 39.92 63.13 27.58 77.91 23.39
Min 0.09 0.04 1.12 12.00 5.00 3.00 26.00 1.20
Max 1.53 3.87 308.27 141.00 308.00 90.00 278.00 131.40
Median 0.17 0.13 12.33 36.00 61.00 26.00 75.00 21.96
Skewness 5.07 11.59 5.16 1.50 1.19 1.01 2.08 1.66
SD, 0.14 0.22 25.24 15.37 32.92 13.98 23.22 13.29
CVy 0.66 1.35 1.32 0.39 0.52 0.51 0.30 0.57
BV, 0.13 0.12 15.70 29.70 71.40 27.30 94.40 31.90

SD,: standard deviation; CVy,: coefficient of variance; BV.: background value of metal concentration in Hunan
Province [48].
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Figure 5. The spatial distribution of HM concentrations in the study area.

3.1.2. Topographic Factors at Different Resolutions

To investigate the effects of DEM resolution on TF, the boxplots of each TF at seven
resolutions were first displayed (Figure 6). Different TFs have different responses to
resolution changes. For the factors characterizing ground undulation, with the decrease
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in resolution, the topographic undulation gradually becomes blurred, and the difference
between data tends to become less obvious and the correlation of local representative data
of elevation also weakens to a certain extent. As can be seen from Figure 6a, the CNBL data
tend to concentrate, and the mean value gradually decreases. With the factor characterizing
ground roughness, the variance decreases near the median as the resolution decreases, as
can be seen in Figure 6b. This indicates that the extracted surface roughness decreases with
a coarser resolution, and the ground tends to be flat and smooth [49-52]. It appears that soil
moisture factors are more consistent. The TCA significantly increases when the resolution
changes from 90 m to 3000 m (Figure 6¢). As the DEM resolution increases, river features
of tributaries gradually fade, resulting in more areas being identified as riverbeds, which
leads to an increase in the calculated area of the riverbed. These outcomes lead to more
water being judged as propagating from the river unit to the surrounding land units in the
topographic calculations.
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Figure 6. Boxplots of four categories of topographic factors at seven resolutions: (a) terrain relief
factors, (b) ground roughness factors, (c) soil wetness factors, and (d) other factors. The center line of
the box represents the median of the data. The upper and lower edges of the box edges respectively
represent the upper and lower quartile interval ranges. The two vertical lines above and below the
edge of the box represent the maximum and minimum values of the topographic factor data at a
certain resolution, respectively. (****: interval significance is within the 0.05 level).

3.2. Explanatory Power of Topographic Factors at Different Resolutions Using GeoDetector
3.2.1. The Inconsistent g Results of Topographic Factors

In this section, we used the factor detection function (Section 2.2.3) of GeoDetector
to characterize the interpretability of each TF on the spatial distribution of the eight HMs,
and we repeated the process for all resolutions. Figure 7 shows the g of the eight TFs at
seven different resolutions, with red-to-blue spectrum colors distinguishing the resolution
gradient from finest (90 m) to coarsest (3000 m). Under different resolutions, the TF ranks,
in terms of g values that characterize the topographic features, have significantly different
explanatory power for HMs distributions, and the dominant influences obtained are also
inconsistent. For example, for Hg, TWI emerged to be the dominant factor among the eight
TFs at 90 m resolution, whereas TCA took the lead at 3000 m resolution. Such inconsistency
is also found in other HMs. In addition, the HMs (Cr, Ni, and Cu) with less human
activity impacts (discussed in Section 3.1.1) had good consistency in q distribution, and
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the corresponding g values were smaller and more concentrated than those of HMs with
high human influence (Figure 7e,f,h). However, the value of the specific g, that is, the
interpretation degree of the spatial distribution of HMs, was found to be different. We also
noted that the influence of the CNBL factor was the largest for all HMs, suggesting that

groundwater plays a pivotal role in interpreting the distribution of soil HMs.
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Figure 7. The q values of the TFs obtained when using the FD of GeoDetector under different DEM
resolutions (a high q indicates the strong explanatory ability of the topographic factor to the spatial
distribution of (a) Cd, (b) Hg, (c) As, (d) Pb, (e) Cr, (f) Cu, (g) Zn, and (h) Ni).

To summarize, it is evident that factor detection with different DEM resolutions
produces inconclusive and contradicting results. This implies that previous studies that
used GeoDetector to analyze environmental factors at a specific resolution may be biased.
In other words, the detection results obtained from the unrefined selected resolution may
not be tenable, which may lead to questions about the scientific validity and reliability
of certain conclusions [5,8,17]. Therefore, it is necessary to select the most appropriate
resolution, or to at least further analyze the impacts of the resolution.

3.2.2. Test of an Optimal Resolution for Each Topographic Factor

As discussed above, the ability of TFs to interpret the distribution of HMs considerably
varies at different resolutions. We hypothesized that each TF requires a proper DEM
resolution so as to embody its involvement in certain HM migration processes that may
occur or only be identified at certain spatial scales. We explored whether there is an OR



Remote Sens. 2023, 15, 4067

12 of 21

for each TF that provides the strongest interpretation. With the TF detection results for
each HM, we chose the resolution with the highest g for each HM as the OR. In order to
account for the inaccuracies along the discretized resolution gradient, ED was applied to
test whether the g of a certain resolution differed from the highest g, and the resolutions
that were insignificantly different from the highest g (p > 0.05) were also regarded as the
best resolutions.

As shown in Table 3, there is no uniform OR for a TF across all eight HMs. For each
TF, each HM has its preferred resolution. However, we found that some HMs with similar
properties show consistency in terms of OR. For example, the ORs for three HMs (Cr, Ni,
and Cu), which are less affected by humans, were almost the same. However, the remaining
metals were not always consistent. Such inconsistencies strongly suggest that one TF may
exert effects in multiple HM migration processes and exhibits an influence at multiple
spatial scales. In light of the environmental knowledge that each metal has its characteristic
source and physicochemical governing laws when migrating in an environmental system
that crosses various environmental media, it will be pertinent to probe the underlying
sources of HMs and to conduct a subsequent GeoDetector analysis on the identified HM
sources (which are elaborated in the following Section 3.3).

Table 3. The optimal resolution (meter, m) of different topographic factors for each HM.

Aspect CNBL DEM RSP Slope TWI TCA VD
Cd 1K 1K/250/500 1.5K Ns@ 3K 1K 1K/1.5K/2K 1K/500/1.5K
Hg 3K 90/250/500 3K NS 3K 90 1.5K/3K 250/90/500/1.5K/3K
As 2K 3K/250 90/250/2K 250 3K 90/500 1K 90/250
Pb 3K 3K 3K 3K NS NS 2K 3K
Zn 90 3K 1.5K NS 3K 1.5K 1.5K/2K 250/1.5K
Cr 2K/90/1K 3K 3K NS 250 500 2K 3K
Cu 3K/90 3K 3K 3K 250 500 1K 1.5K
Ni 250 3K 3K 90 3K 500 2K 3K

2 non-significant.

3.3. Possible Explanation for the Inconsistency of the Optimal Resolution
3.3.1. The Source Appointment of Soil HMs Using PMF

To explore the possible reasons for inconsistent ORs, the PMF model was applied
to identify the HM sources and underlying environmental processes (Table S1 in Sup-
plementary Materials). After comparing four- to six-source configurations (Table S2 in
Supplementary Materials), we found that the four-source solution was insufficient in
achieving the required level of simulation. The six-source solution led to ostensibly better
observation-to-prediction correspondence; however, this was at the cost of the sources’
stability. Thus, the five-source solution was finally selected for further analysis, as was
suggested by error estimation diagnostics. We identified the sources based on the major
metals in the source profiles (Table S3 in Supplementary Materials) in combination with
the spatial distribution of the source contribution data (G matrix, Figure 8a) after spatial in-
terpolation. The blue boxes in Figure 8a indicate the concentration of each HM attributable
to each source (i.e., source profiles), and the red squares indicate the percentage of each
HM attributable to each source. Figure 8b shows the proportion of five PMF sources in
terms of the average contribution of the eight HMs. Figure 8c shows the concentration (in
percent) of each HM, and their contributions to each source are displayed as stacked bars
in the Factor Fingerprints screen.
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Figure 8. The PMF results on HM source separation. (a) Concentration (left axes) and percentage
(right axes) contributions from the five sources to each HM. (b) Source contributions of the HMs in
the soils. (c) Five-source fingerprints, the mean contribution to each HM concentration from each
source.

Source 1 (S1) accounts for 4.1% of the total concentration, and it has Hg as the main
loading element, accounting for 89.6% of the total Hg source. The rest of the HM loadings
were not high in S1. The high CV of Hg (Table 2) indicates a high human activity influence.
Over the past decades, coal combustion has been the largest source of atmospheric Hg
emissions, especially in China [53], where coal combustion accounts for more than 60% of
total emissions [54,55]. During coal combustion, almost 100% of the Hg is transmitted to the
flux gas, including gaseous elemental Hg, gaseous oxidized Hg, and particulate-bound Hg.
Among them, gaseous elemental Hg is not easily captured and escapes into the atmosphere
due to its insolubility [56]. Vehicle emission is another important Hg source [57,58] as it
can be seen that S1 hotspots are mainly distributed near main roads with heavy traffic
(Figure 9a). Thus, atmospheric and soil moisture is an important factor influencing Hg
fate and transport. In addition, since the soluble Hg content in soil is low and mostly
accumulates in the surface layer of the soil, it is more sensitive to soil properties such as
organic matter content and TFs such as altitude, surface roughness, etc. In summary, S1
is considered as the atmospheric emissions, and the associated deposition and transport
(Figure S1 in Supplementary Materials).

Source 2 (S2) accounts for 43.5% of the total concentration, with Cr, Ni, Cu, and Zn
being the major loading elements, accounting for 77.5%, 73.9%, 51.9%, and 31.5% of the
total sources, respectively. Previous studies have shown that parent material is the main
source of Cr and Ni in Hunan, China [59]. Moreover, the Cr and Ni in soil are typically
considered as natural origin in Guangdong, China [60], and in Ahvaz, Iran [61]. The
CVs of these four HMs were all less than 0.6, indicating relatively small spatial variability.
Furthermore, the G2 spatial distribution (Figure 9b) maps the lithology fairly well (Figure S2
in Supplementary Materials), thus corroborating this natural source interpretation. The
mica-like minerals enriched in siliciclastic sedimentary rocks are strongly adsorbed to Cr,
Ni, REE (Rare Earth Element), and PGE (Platinum Group Elements), acting as concentrators
and aggregators for the elements [62,63]. In acid plutonics, the Cr and Ni tend to form acidic
compounds after high oxidation, and they consequently become mobile rather than stay
fixed in the lithological layers [64], as evidenced by the cold spots presented in Figure 9b.
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Therefore, the content distribution of the Cr and Ni in this region are largely related to this
geochemical property. In summary, S2 is treated as a natural source in the soil-forming
parent material, and it is mainly closely related to the properties of the soil itself.
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Figure 9. The PMF G scores (G1-G5) from five sources: (a) atmospheric emissions and subsequent
deposition and transport, (b) natural source of parent material, (c) pollution by industrial activities,
(d) historical anthropogenic As contamination, and (e) dissolved HM soil hydrological transports.

Source 3 (S3) accounts for 23.0% of the total concentration, and Pb (65.6%), Zn (32.1%),
and Cd (20.1%) were the dominant metals in this source. Our research area was located
in the mineral-rich region of China and has seen intensive mining and smelting activities
that date back through a long history of non-ferrous metal mining, beneficiation, smelting,
and trading [65]. As shown in the G3 map (Figure 9c¢), the concentrations of Pb, Cd, and
Zn are mainly distributed around mining and smelting plants, forming multiple radially
divergent concentration gradients of Pb, Cd, and Zn (Figure S3 in Supplementary Materials).
Through field research, the eastern part of this study area is rich in minerals of galena
(PbS) and sphalerite (ZnS), and the Pb and Zn have heavily invaded the surrounding soil
environment during the mining and smelting process. Furthermore, Cd is an associated
element (it is positively correlated with the content of these trace elements that cause the
color change in sphalerite and is able to synchronously enter the lattice of sphalerite [66]),
thus its concentration is also much higher than the background value. Industrial and
mining pollution mainly comes from mining, ore smelting, mine wastewater discharge,
slag piles, tailings, leaching, etc. HMs enter the mine soil through dust fall, leaching, and
residue [67]. To summarize, S3 is mainly a source of HM mine dust pollution generated by
industrial activities.



Remote Sens. 2023, 15, 4067

15 of 21

Source 4 (S4) accounted for 8.6% of the total concentration, with As being the leading
element that represented 81.1% of the total arsenic source. For four centuries, due to the
abundant arsenic sulfide ore resources in Chenzhou, the workshop form of arsenic metal-
lurgy involved using an indigenous method, which is the mainstream of the local export
process [68]. This continued until the famous arsenic poisoning case in 2006, when this
periodic small-point source but large-scale and long-term uncontrolled anthropogenic ac-
tivity was gradually extinguished (http:/ /www.hunan.gov.cn/hnszf/xxgk/yjgl/dxal/20
1301/t20130108_4694347 html, accessed on 1 July 2023). However, due to the low solubility
of As, most of the pollutants containing As are adsorbed by soil colloids after entering the
soil. This mainly occurred in an adsorbed state, which accumulated in the surface layer of
the soil and is difficult to vertically seep. Therefore, the As was separated out as a single
source (Figure 54 in Supplementary Materials), and 54 was considered to be the historical
anthropogenic contamination of As.

Source 5 (S5) is the fifth source (F5). It accounted for 20.8% of the total concentration,
and Cd was the main contributing element, which accounted for 70.3% of the total Cd
source. Meanwhile, Cu and Zn also accounted for a larger proportion of this source at 35.2%
and 31.4%, respectively. The CVs of these three HMs were all less than 0.66, indicating a
smaller spatial variability and less anthropogenic influence. The spatial overlap with the 52
also proved the natural qualities of this source. Cd, Cu, and Zn all have substantial species
as dissolved cations or chelated cations in the soil moisture; therefore, they become similar
to each other to a certain extent [69,70]. Furthermore, we all know that the three HMs,
Cd, Cu, and Zn, increase in solubility as pH decreases, as was corroborated by the spatial
correspondence between their concentrations and soil pH (Figure S5 in Supplementary
Materials). In addition, it can be seen that the distribution of this source is concentrated at
the dense intersection of river networks (Figure 7e, G5), the hotspots are mainly clustered
at the confluence of the river network and its downstream, and the concentration is not
high at the upstream source. Therefore, S5 is interpreted as a hydrological process driven
by the natural source.

3.3.2. Different Sources (Processes) Lead to Inconsistent Optimal Resolution Results

Based on the above analysis, we found that the PMF not only distinguishes the
pollution sources, but also more precisely divides the different formation processes of
soil HM distribution, including pollution sources, pollution transformation, and pollution
transport processes. In this study, the general term “source” is used in all instances where
the distinction between “source” and “source and process” is considered non-critical.
Combining the results of the source apportionment calculated above, we further used
the PMF-modeled concentrations attributed to the five sources for the detection of the
influential TF at 90-3000 m resolution. As detailed in Section 3.2.2, we processed the FD
and ED of the GeoDetector model in sequence to select the best resolution corresponding
to the maximum q value, or for the resolution that was not significantly different from the
maximum g value. Due to the linear allocation principle in the PMEF, the OR of the HMs for
the same source at each resolution show complete consistency. Therefore, for the sake of
brevity, we no longer distinguish between the different HMs and display them together by
source (Table 4). Additionally, the largest g values that were filtered by the t-test (p < 0.05,
FD) and F-test (p > 0.05, ED) of the GeoDetector model are shown in Figure 10. When
comparing the g values and their sorts of the TFs for the total HMs obtained in Section 3.2.1,
the results of source-specific HMs show a large difference (Figure S6 in Supplementary
Materials), which indicates the effects of pollution sources (processes) on the OR detections
of the TFs.
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Table 4. The split-source results of the optimal resolution (meter, m) for each topographic factor.

Aspect CNBL DEM RSP Slope TWI TCA VD
S1  3K* 90*/250*/500* 3K* 3K*/2K*  3K* 90* 1.5K*/3K*  250*/90%*/500*/1.5K*/3K*
S2  2K*/250*  3K* 3K* 500 3K* 500%/1K* 2K* 3K*
S3  3K* 3K* 3K* 3K* 3K*/500 500/250 2K* 3K*
54 2K* 250*/90%*/500* /3K* 90*/250*  250* 3K* 500* 1K* 90*/250*
S5 2K*/3K 3K* 1.5K*/500* 1K/3K* 3K* 1K* 1K* 500*/1K*/1.5K*/3K*

* significant.

Q value
0.175 0.073 0.150 0.119 0.110 | DEM

03l
0.134 0.155 0.130 0.124 |TCA
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Figure 10. The g of topographic factors at their respective optimal resolution (OR) with respect to
HM sources.

The Hg in the soil is mainly attributed to the S1 source, which accounts for 89.6% of
the total Hg content. Thus, it is reasonable that the ORs of S1 and the Hg shows a good
consistency (Tables 3 and 4).

The Hg in the soil is mainly attributed to the S1 source, which accounts for 89.6% of the
total Hg content. Thus, it is reasonable that the ORs of S1 and the Hg show good consistency
(Tables 3 and 4). S1 reflects the whole processes of atmospheric emissions, transport, as
well as the deposition of Hg in three major forms: gaseous elemental Hg, gaseous oxidized
Hg, and particulate-bound Hg. On the one hand, gaseous elemental Hg quickly moves
with the wind, and geographical factors related to atmospheric dispersion favor larger
scales or coarser resolutions. These factors include DEM and Aspect. On the other hand,
the gaseous oxidized Hg and particulate-bound Hg have higher deposition velocities
and are much more easily washed out by precipitation [69]. Therefore, geographical
factors that are involved in atmospheric deposition—wet or dry—may favor small scales
or finer resolutions. The factors of TWI, TCA, and CNBL that were obtained with finer
resolutions may emerge as significant drivers; nonetheless, these factors obtained with
coarser resolutions should not necessarily become dimmed because land surface features
may also exist at large scales. There may be complex reasons that the groundwater level
(CNBL) and soil moisture (TWI) factors stand out as Hg concentration drivers. One
possible explanation is that the water in soil and the related groundwater in certain cases
manifest the sensible heat flux of the soil, and the heat that may hence be available for
soil Hg volatilization. Another plausible explanation is that these two factors are indirect
surrogates of the precipitation prevalence and, hence, the airborne Hg wet deposition.

Due to the existence of a dominant source, with 54 representing 81.1% of the total
As, the ORs of As agree well with the ORs of 54 (Tables 3 and 4). Based on the historical
anthropogenic pollution activities described in the previous section, this kind of periodic
small point source with widespread, and uncontrolled pollution processes and local charac-
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teristics, more refined geographical factors may better reflect the extensive and intensive
contaminations. A larger scale may not be sufficient enough to portray this frequent and
dense small-point source pollution. The finer OR performance in Table 4 also proves
this sentiment.

A similar situation also occurs for Pb. S3 (the industrial mining pollution process)
contributes to 65.6% of the total Pb. Thus, the OR preference of Pb could be well explained
by the OR preference of S3 (Tables 3 and 4). The distance over which mineral dust is
transported depends on the transporting winds and settling velocities determined by the
particle characteristics including size, shape, and density [70]. The Pb in S3 differs from the
Hg in S1 in terms of nonvolatility and particle size. Compared to gaseous metal, metals such
as Pb in 53 are adsorbed on the mineral dust (large particles) released by mining activities,
which have a higher settling rate and are therefore deposited closer to the pollution source.
As the atmospheric deposition of dust is critically determined by the gravitational force
rather than the atmospheric hydrodynamic resistance or the land surface characteristics,
the land topography or landcover type varieties that critically appear at finer resolutions
are rendered insignificant, and this is also witnessed by the large ORs at 2 km or 3 km
(Table 4).

Due to the multiple sources of the remaining HMs (i.e., Cr, Cu, Ni, Cr, Cd), their ORs
also reflect the integrated effects of related sources and processes. For example, the total
Zn was composed of S2 (31.5%), S3 (32.1%), and S5 (31.4%). The soil parent material (52)
and its OR are mainly determined by the spatial range of lithological classes. The milder
variation of lithology in the space will render TFs that reflect large-scale characteristics,
which are readily identifiable as significant drivers. Factors such as CNBL and TCA,
which respond to the overall watershed division of the region and hence readily stand
out with coarser resolutions, are then “detected” by GeoDetector (Table 4). Moreover, S5
was identified as the natural source that is driven by hydrological process, evidenced by
the spatial correspondence with the river network distribution and soil pH. Thus, it is
unsurprising that the TFs that indicate “water” in a certain sense, such as TCA, CNBL, and
TWI, all stand out as significant drivers of S5. The partial amount of Zn from S5 in the
soil may undergo speciation processes depending on the fluctuation of soil Eh and soil
moisture, which is further governed by solar radiation, runoff/flooding seasonally changes,
etc. Thus, the TFs that exert an influence on solar radiation and runoff/flooding will
emerge as significant factors. These factors include Aspect, DEM, Slope, VD, etc. Generally,
hydrological processes and associated metal speciation will not be as rapid as atmospheric
dispersion/deposition; consequently, S5 metals will be mostly sensitive to the factors that
are obtained with medium-to-large spatial resolutions.

In summary, our analysis denies the existence of an optimal DEM resolution for the
TFs among the HMs. The main reason for the inconsistent OR is that each HM may have
various sources and subsequent environmental processes that occurred at different spatial
scales. Moreover, each TF could also simultaneously reflect the different environmental
processes. Therefore, the apparent OR for one metal is jointly composed of the preferences
for all the sources it contains, and thus it cannot be determined by the OR preferences of a
single source alone. Although the GeoDetector developers have already raised the issue of
spatial scale with three cases (i.e., spatial raster data, spatial point data, and areal statistical
data) [15]; most previous studies still used experience to determine the scale (resolution)
rather than quantitative assessments, which may have led to biases in the results [19,20].
To address this issue, this study investigated the DEM resolution effects of GeoDetector
detection from the source perspective, and proposed three scenarios and strategies for
selecting the best resolution for a more robust GeoDetector analysis:

1.  Strategy 11is applicable to the scenario in which the dominant pollution source is well
known, such as the Hg and As in this study. By jointly analyzing the physicochemical
properties of Hg and As, and the corresponding sensitivity factors for the source and
process, the possible OR of the factors can be effectively determined.
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2. Strategy 2 is for scenarios where the HM’s sources and corresponding processes are
known but they are level-pegged. For example, Cr is the main HM in both 52 and
S5 in this study, thus its OR performance is jointly composed of the preferences of
all the sources it contains, and thus cannot be determined by the OR preferences of
a single source alone. Strategy 2 is also applicable to scenarios where one specific
TF differs in its representation of sources and processes at different spatial scales.
Such an example can be found in the TWI for Hg in S1 and Pb in S3. A fine-scale
TWI may be more conducive to highlighting flexible processes such as atmospheric
deposition sources and accompanying soil transport, while large-scale TWI may be
able to adequately characterize mineral dusts and their subsequent transport. In these
cases, further comparison and evaluation at different resolutions should be conducted
before GeoDetector analysis.

3.  Strategy 3 is mainly suitable for scenarios where pollution source analysis is not
available, as was the case in most previous studies. We recommend trying at least
several different resolutions to select the most explanatory resolutions possible.

4. Conclusions

In this study, we investigated the effects of DEM resolutions on identifying the driving
TFs of soil HMs when using GeoDetector. We demonstrated that TF detection at different
resolutions leads to inconsistently important sorting, which may affect the scientific va-
lidity of the conclusions. However, there is no uniform OR for each TF. Using the source
apportionment PMF, we found that the different sources of HMs and the accompanying
transport and transformation processes are the main reasons for such OR inconsistency. To
identify the appropriate resolution for specific studies, we presented alternative strategies
for three scenarios with ad hoc considerations of the composition and intensity of pollution
sources. Where pollution source analysis is not available, it is recommended to try at least
several resolutions to determine the most explanatory resolution. The investigations in this
study investigate the issues of DEM resolution effects and pollution sources in identifying
the driving TFs of the soil HM distribution, and these findings could help inform a more
robust GeoDetector analysis. Additionally, the generalizability of these results is subject
to certain limitations since we selected a typical polluted area with limited environmental
conditions. Hence, further research is needed to validate the results using data from other
areas with different meteorological, geological, and hydrological characteristics.
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and subsequent deposition and transport); Figure S2: A comparison between (a) the lithology map
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