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Soil heavy metals are among the most hazardous materials in the environment. Their harmful
effects can extend to surrounding systems (air, plants, water), and given the appropriate con-
ditions may ultimately have negative effects on human health. Thus, preventing pollution and
protecting pristine soils and preindustrial areas from human activities that lead to the concentra-
tion of heavy metals (HMs) is a priority. Here, a novel methodology was proposed to establish
background concentrations of eight soil HMs, cobalt (Co), chromium (Cr), copper (Cu), iron (Fe),
manganese (Mn), nickel (Ni), lead (Pb), and zinc (Zn), and digitally map their spatial distribu-
tions in an area (i.e., harrats region) that has not yet been impacted by industrial activity. The
proposed methodology combined measurements of the target HMs and fifty-two environmental
covariates (ECOVs) derived from 2017 to 2021 Landsat 8/9 OLI and Shuttle Radar Topography
Mission (SRTM)-derived terrain attributes. Random forest and stepwise multiple linear regression
models were further used to digitally map the studied HMs. The methodology is important for any
future environmental pollution/monitoring studies in the area and can be applied in other simi-
lar environments. Machine learning algorithms show great ability to use available environmental
variables and investigate the relationships between the factors influencing HMs accumulation un-
der a given soil environment. The proposed methodology was effective for describing HMs spatial
variability in the environments investigated.

+ The proposed method is a novel way to predict soil HMs and their spatial distribution over
large areas.

» Remote sensing/digital elevation models (DEMs)-derived ECOVs are useful for predicting and
digitally mapping soil HMs, thus important for future environmental monitoring studies.
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+ Explainable algorithms (i.e., RF and SMLR) are able to utilize ECOVs for HMs prediction and
to establish background concentrations over large areas.

Therefore, the combination of machine learning and RS/DEMs-based ECOVs is crucial to over-
come the disadvantages of HMs determination via conventional methods.

Specifications table

Subject area:
More specific subject area:
Name of your method:

Name and reference of original method:

Resource availability:

Environmental Science

Heavy metals in soils

Establish soil heavy metals background concentrations and spatial variability using
machine learning algorithms coupled with remote sensing and digital elevation
model derivatives.

Spatial variability of some heavy metals in arid harrats soils: Combining machine
learning algorithms and synthetic indexes based-multitemporal Landsat 8/9 to
establish background levels. Catena 234(2024) 107,579.
https://doi.org/10.1016/j.catena.2023.107579.

The data is available with this article, the published related article, and their
supplementary materials.

Method details

Study area

The proposed method was applied in three harrats regions (i.e., Harrat Khaybar, Harrat Ithnayn, Harrat Kurma) located in the west
central portion of Saudi Arabia (Fig. 1). The harrats region has not been affected by industrial activities. The soils are typically clean
with little to no anthropogenic activities (i.e., agriculture, industry, extraction) that may cause heavy metals (HMs) accumulation in

soils.
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Fig. 1. Maps showing sampling locations at three studied harrats areas (a) and the geographical location of the harrats region (orange circle) inside

the Arabian Shield, Saudi Arabia (b).
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Soil sampling, preparation and heavy metals analysis

A total of 19 surface soil samples were collected from 19 locations at three harrats (their sites are shown in Fig. 1). A sampling
strategy based on landform types was followed to select the studied profiles, and soil samples were taken from the top 0-30 cm for
each genetic horizon of all profiles during the summer season. Soil samples were air dried at ambient laboratory temperature (~25 °C),
crushed, and processed via a 2 mm sieve (Haver & Boecker Germany, Inc.) to separate soil from non-soil materials (e.g., gravel, rock
fragments). The fine soil particles that passed through the 0.25 mm sieve from each subsample were used because they would be easy
to fully digest for HMs analysis. Afterward, the chosen subsamples were digested in a microwave (MARS, CEM Corporation, USA)
according to the USEPA 3051 method [1]. All samples were prepared and analyzed at the Soil Sciences Department laboratories,
College of Food and Agricultural Sciences, King Saud University, Riyadh, Saudi Arabia. Cobalt (Co), chromium (Cr), copper (Cu),
lead (Pb), nickel (Ni), zinc (Zn), manganese (Mn), and iron (Fe) were determined using the USEPA 3051 method [1] analyzed via
inductively coupled plasma-optical emission spectrometry (ICP-OES; PerkinElmer Inc. Optima 4300 DV, USA). Quality assurance was
carefully followed during sample preparation and analysis. At each specific process (i.e., digestion, analyses) three replicates were
utilized for each sample. For ICP-OES anomalous HMs readings, identification, and elimination, a Q. with 95 % confidence level
was used [2,3]. The precision of the procedure was calculated as relative standard deviation at < 5 %. The ICP-OES detection limits
were < 0.1 ug L! for Fe and 1 pug L! for Co, Cu, Cr, Pb, Mn, Ni, and Zn. Any HM values that were below the detection limits were
excluded from further modeling. Three different soil standard references (i.e., Till-1, Till-2, and Till-4) were used to perform quality
control for the HMs analyzed. The recovery percentage of the HMs was calculated using Eq. (1) [4-6] and shown in Fig. 2:

Rsample

Recovery® = ———
Rstandard

100 eV

where Rgample is the HMs concentration in a specified sample extracted by solution (mg kg™) and Rgiangard is the concentration of
HMs in the standard reference soil “Till” (mg kg™1).
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Fig. 2. Recovery of the eight heavy metal contents and their averages in the three certificated reference materials (Till 1, Till 2 and Till 4) digested
by the EPA 3051 method for: (a) cobalt (Co) and chromium (Cr); (b) copper (Cu) and iron (Fe); (c) manganese (Mn) and nickel (Ni); and (d) lead
(Pb) and zinc (Zn). Till 1 does not contain Pb and therefore is not shown in this figure.
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Basic descriptive statistics (e.g., mean, standard deviation, standard error, coefficient of variation (CV), skewness, kurtosis, etc.))
were performed for the studied HMs. Additionally, Spearman correlation tests were run for HMs and different ECOVs. All statistical
analysis was performed utilizing R program.

Remote sensing and digital elevation model (DEM) variables

This study utilized fifty-two environmental variables that were extracted from remote sensing (RS) datasets and a digital elevation
model (DEM). All variables from the raster were calculated for the four time steps from 2017 to 2021 to a 30 m spatial resolution.
Landsat 8 and 9 time-series data was used to extract RS-based indices using time-series to reduce mapping uncertainty, taking into
account the soil sampling from November 2018. Landsat 8 surface reflectance (SR) images from November 2017, 2018, 2020, and
2021 were provided by Earth Explorer (EE-https://earthexplorer.usgs.gov/). To gauge the degree of uncertainty inherent in the
machine learning models (here RF and SMLR) across these multiple runs, the standard deviation (SD) values were computed and
considered as a representative uncertainty measure [7,8]. The scaling process for SR was conducted from collection 2 Landsat Level-2
prior use by applying a 0.0000275 scale factor with an extra —0.2 offset per pixel (i.e. bands 1 to 7) to RS outputs. This is a data
scripts technique that can be done using manual calculations that is found in many GIS programs and select other software programs.
The bands scale processing was achieved using Raster Calculator from Map Algebra, which can be found in Spatial Analyst Tools
as an option for Arctoolbox available in ArcMap-ArcGIS 10.8 [9]. Seven indices were calculated that related to soil moisture (i.e.,
Normalized Difference Moisture Index; NDMI), vegetation (i.e., Normalized Difference Vegetation Index; NDVI), and bare soil (i.e.,
Clay Normalized Ratio; CLNR). The 52 variables included 35 RS data and seventeen DEM-based topography attributes (including the
1st and 2nd DEM derivatives with a resolution of 30 m x 30 m). The DEM was obtained from Shuttle Radar Topography Mission
(SRTM) 1 arc-second DEM (http://earthexplorer.usgs.gov), accessed on February 15, 2022 [10]. System for Automated Geoscientific
Analysis (SAGA GIS software) version 8.1.3 was used to obtain topography attributes [11]. These attributes (e.g., elevation, slope
and terrain ruggedness index) are commonly used as terrain representations in digital soil mapping studies. The Landsat8/9 satellite
bands information properties (i.e., pixel sizes and wavelengths) [12] are presented in Fig. 3. The complete list of 52 environmental
variables (17 DEM and 35 RS) used in this study are shown in Fig. 4.
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Fig. 3. Landsat 8/9 bands pixel size (a, b) and bands wavelength range (c, d). Abbreviations: NIR = near infrared; SWIR = short wavelength infrared;
PC = panchromatic; TIRS = thermal infrared sensor. Band pixel sizes and wavelengths are the same for both Landsat 8 and 9 and if different are
given.
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Fig. 4. The fifty-two environmental covariates (17 DEM-based topographic derivatives including elevation, which is the same as the DEM, and 35
RS-based satellite image indices (seven variables each one with five index statistics including minimum, maximum, median, mean, and standard
deviation)) used to predict soil heavy metal contents in the study area.

Data pre-processing and variable selection

First, the 52 RS-DEM attributes were stacked in one layer and then the values of the 19 studied soil sample locations were
extracted. These processes were performed via the R “raster” package [13]. Second, a multicollinearity test was generated using
Spearman correlation, confirmed when the correlation was >0.7, and avoided use of the attribute if multicollinearity was indicated.
Third, the Spearman correlation between index statistics (minimum, maximum, median, mean, and standard deviation) and the
eight studied soil HMs was conducted prior to establishing spatial predictive models of soil HMs using the environmental attributes
[14]. The average values over the four-year time-series had stronger relationships to HMs than the other statistic values. Fourth,
the modeling process was continued using the average index values. Fifth, principal component analysis (PCA) was applied to select
ECOVs that should be used in the final modelling. PCA was used because it linearly transformed the primary environmental variables
dataset into a new set of significantly smaller, unrelated environmental variables with the ability to provide the greatest possible
amount of information in the primary dataset. A small set of uncorrelated variables is much easier to understand and use in further
analysis than a larger set of correlated variables. In this selection, one of the ECOVs with a Spearman correlation coefficient >0.7 was
chosen, the one with the highest correlation with HMs [15]. These variables were different for each soil heavy metal. Fig. 5 illustrates
a detailed flowchart that depicts the work process followed in this study.

Machine learning-based stepwise multiple linear regression (SMLR) and random forest (RF) model building

The SMLR and RF models were applied to construct estimation models that combined soil HM content and environmental variables
[16]. These two models were used due to their simplicity and explainability. The SMLR model uses multiple explanatory environmental
variables to predict the output of the soil HMs that were targeted in this study. The model tries to illustrate the spatial distribution
of a dependent variable through a linear correlation between the soil and ECOVs that were used as explanatory variables and HMs
as the target variables as given in Eq. (2):

n
y=a+ Zb,-*x,»ie (@)
i=1

where y is the dependent variable (soil HMs), x; are independent variables (spectral and terrain variable values), n is the number
of variables, b; are the partial regression coefficients, « is the intercept, and ¢ is the standard error of the estimate. A function
named stepwise linear selection that included selections of forward and backward was applied [17]. The model type is “ImStepAIC”,
available in the caret package in the R software package [18]. Residuals of SMLR were modelled using the “hist”, “qqnorm”, and
“qqline” functions in the R Core Environment [18]. The RF algorithm utilizes ensemble learning by combining multiple decision or
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Fig. 5. The proposed methodological framework for the spatial prediction and background concentrations of soil heavy metals in the study area.

regression trees. Using bagging techniques as described by Breiman [19], RF parallelizes dataset partitioning into homogeneous tree
subsets. Each tree is generated with random subsets of training data and features that from predictive models. The final predictions
are the average of all trees [20,21]. The modelling process was carried out for each HM using the “train” function in the “caret”
package in the R Core Environment software, version 4.2.1 [17].

Model performance assessment

The model performance on the full dataset was assessed using 5-fold cross-validation with 3 repetitions. The two models were
further assessed using four different indicators: coefficient of determination (R?) (Eq. (3)), coefficient of determination adjustment
(adj—Rz) (Eq. (4)), mean absolute error (MAE) (Eq. (5)), root mean square error (RMSE) (Eq. (6)), and normalized root mean square
error (NRMSE) (Eq. (7).
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Models validation

The residuals histogram and ggplots graphics obtained by the SMLR model for the eight HMs are shown in Fig. 6. The performance
of the prediction models (SMLR and RF) was validated using root mean square error (RMSE), mean R2, and normalized root mean
square error (NRMSE) based on the predicted and measured heavy metal values. Fig. 7 shows detailed information about these
metrics for both tested models. Briefly, in general, the SMLR outperformed the RF model for the studied HMs. Fig. 8 gives the Adj.
R? and MAE:s values for the eight heavy metals obtained by the SMLR model. The SMLR regression model used in this study passed
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the 0.05 significance test in terms of determining the environmental variables affecting the distribution of the studied soil HMs in
the harrats region (Fig. 8a). Based on the results of the studied models, they were suitable for this study. The models established
with remote sensing variables (i.e., Normalized Difference Moisture Index, Carbonate Normalized Ratio, Iron Normalized Ratio,
Rock Outcrop Normalized Ratio) and terrain attributes (i.e., Mass balance index, Valley depth, Profile curvature, Convergence Index,
Topographic wetness index, and Multi-resolution of ridge top flatness index) were most effective for predicting HMs concentrations.
The environmental variables used in the final SMLR models are shown in Fig. 9.

In this method article, a novel methodology frame-work was proposed for estimation of the content and spatial distribution of
soil HMs over relatively large areas that have not had major previous anthropogenic activity. The proposed integrated method com-
bined 35 Landsat 8/9-OLI-based remote sensing variables and 17 Shuttle Radar Topography Mission (SRTM)-based terrain attributes
coupled with stepwise multiple linear regression (SMLR) and random forest (RF) algorithms. The proposed method was effective for
determining the eight studied soil HMs and describing their spatial distributions in the harrats region and can be easily applied to
other similar geo-environmental settings.
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(NRMSE)) of the different models used for predicted soil HMs in the study area: (a), (c), (d), (g) obtained by stepwise multiple linear regression
(SMLR); (b), (e), (), (h) by random forest (RF). R? and RMSE are given as mean values with standard deviations.
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Fig. 9. Continued
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