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Abstract: Because of the diversification of industries in developing cities, the phenomenon of the
simultaneous contamination of various kinds of pollutants is becoming common, and the environ-
mental process of pollutants in multi-contaminated environmental mediums has attracted attention
in recent years. In this study, p-arsanilic acid (ASA), a kind of organic arsenic feed additive that
contains the arsenic group in a chemical structure, is used as a typical contaminant to investigate
its adsorption on iron oxides and its implication for contaminated soils. The adsorption kinetics on
all solids can be fitted to the pseudo-second-order kinetic model well. At the same mass dosage
conditions, the adsorption amount per unit surface area on iron oxides follows the order x-FeOOH
> v-Fe;O3 > a-Fep,O3, which is significantly higher than that for actual soil, because of the lower
content of iron oxides in actual soil. Lower pH conditions favor ASA adsorption, while higher pH
conditions inhibit its adsorption as a result of the electrostatic repulsion and weakened hydrophobic
interaction. The presence of phosphate also inhibits ASA adsorption because of the competitive
effect. Correlations between the amount of ASA adsorption in actual soil and the Fe,O3 content, total
phosphorus content, arsenic content, and organic matter content of actual soil are also investigated in
this work, and a moderate positive correlation (R? = 0.630), strong negative correlation (R* = 0.734),
insignificant positive correlation (R? = 0.099), and no correlation (R? = 0.006) are found, respectively.
These findings would help evaluate the potential hazard of the usage of organic arsenic feed additives,
as well as further the understanding of the geochemical processes of contaminants in complicated

mediums.
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1. Introduction

Industries in developing cities are diversified, including agriculture, manufacturing,
mining industry, etc. This diversification could lead to a multitude of sources and types of
pollution to the environment. The simultaneous contamination of nutrients, heavy metals,
toxic organics, Pharmaceutical and Personal Care Products, etc., in water and surface
soil has been widely reported [1-3]. Such simultaneous contamination is the joint result
of domestic sewage discharge, industrial wastewater discharge, livestock and poultry
industrial wastewater discharge, and agricultural non-point source pollution.

The geochemical behavior of pollutants in a multi-contaminated environment has at-
tracted attention in recent years. Both competitive and cooperative effects on contaminants’
adsorption in the complex system are reported [4-10]. The competitive effect, which is
mainly caused by limited surface sites for adsorption, is reported to be relatively more,
while the cooperative effect, which is mainly caused by bridge ions or compounds, is rela-
tively less. Because of the intricacy of contamination in the urban environment, studying
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the transportation behavior of pollutants on actual environmental mediums is of great
importance.

Organic arsenic feed additives, 4-aminobenzenearsenic acid (p-arsanilic acid (ASA))
and 4-hydorxy-3-nitrobenzenearsenic acid (roxarsone, ROX), have been used in poultry
production for decades. They are types of antibiotics that can promote protein synthesis
and animal growth, and can prevent the growth of parasites and microorganisms [11,12].
Organic arsenic feed additives tend to be excreted by animals with no significant chemical
structural change, and the waste of these animals is often used as a fertilizer in nearby
farms, which could lead to the potential contamination of agricultural fields [13]. The
occurrence of organoarsenicals in the surface water, soil, and sediment surrounding swine
farms has been reported [14]. These organoarsenicals are made up of the total arsenic
in the environmental mediums. Although these two organoarsenicals are less toxic than
inorganic arsenic, they can turn into inorganic arsenic through the biological or chemical
process during their long-term existence in the environment, which will eventually cause
damage to the soil and harm human health [15-18].

Studies about the adsorption of arsenic species on solids have been done for decades,
the majority of which focus on the behavior of inorganic arsenic species, because of the
higher percentage in the determined total arsenic species [19]. These studies have reported
the adsorption behavior of inorganic arsenic on pure iron oxides and collected actual soil or
sediment, both in the presence or absence of other contaminants. The results show that the
adsorption kinetics and adsorption amount of inorganic arsenic were highly affected by the
presence of other contaminants, especially phosphate, due to its similar chemical structure
to arsenic [20-22]. Tofan-Lazar and Al-Abadleh compared the adsorption kinetics of phos-
phate on the surface of iron oxides at various conditions, and found that the adsorption rate
was the fastest on freshly prepared iron (oxyhydr)oxide and slowest on arsenate-covered
iron (oxyhydr)oxide [23]. Although aromatic organoarsenicals are also important as arsenic
pollution sources, their adsorption behavior was relatively less studied previously, and has
only received attention in recent years. Those works concerning organoarsenical adsorption
mainly report on the behavior and mechanisms of organoarsenicals on iron oxides because
of the abundance of iron species in soil [24-27], while the information of their adsorption
on actual soil, especially contaminated soil, remains unclear.

Because of the complexity of the environmental medium in urban areas, investigations
into the sorption pattern of pollutants on actual soil are important in order to understand the
geochemical behavior of pollutants. In this work, the adsorption of ASA on both pure iron
oxides (a-Fe, O3, y-Fe, O3, and a-FeOOH) and collected actual surface soil is investigated.
In pure iron oxide systems, the adsorption kinetics are investigated at various dosage
conditions, and the effects of pH and the presence of phosphate on the ASA adsorption
amount were also studied. The actual soil samples were collected from a multi-industrial
city (including the agriculture and mining industries) in Hubei Province, China, in order to
illustrate the relationship between the adsorption amount/rate and the chemical properties
of solids. Describing the environmental transportation behavior of organoarsenicals would
help with evaluating the potential hazards associated with the usage of organic arsenic
feed additives, and further the understanding of the geochemical behavior of pollutants in
multi-contaminated mediums.

2. Materials and Methods
2.1. Chemicals

The ASA (98%) was purchased from Aladdin Co. (Shanghai, China) and was used
without further purification. «-Fe;O3; and y-FepO3 were purchased from Aladdin Co.
(Shanghai, China), and x-FeOOH was purchased from Sigma-Aldrich Co. (St. Louis,
MO, USA). All of the other reagents were analytically pure and were purchased from
Sinopharm Chemical Reagent Co., Ltd. Ultrapure water (18.2 M(), obtained through a
water purification system, Ming-Che 24UV, Millipore, France) was used for the reagent
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preparation and experiments. All of the prepared solutions were stored in polypropylene
plastic bottles (Nalgene, Rochester, NY, USA) avoiding light.

2.2. Soil Collection and Pretreatment

The soils were collected from Jingmen City (Hubei Province, China)—an important
agricultural and industrial area with many farms and mining factories. Both the wastewater
and waste generated from farms and factories in Jingmen City are extensive and could
lead to contamination of the surrounding surface soils. The ecological and environmental
protection in the Yangtze River Basin has attracted attention in recent years, and the
government of Hubei Province has launched a pollution survey project to control the
contamination situation and annual pollution loads, including for Jingmen City, for the
purpose of the environmental management and restoration. The sampling sites in this
work are shown in Figure 1. The soil samples were collected 10-15 cm below the surface, in
order to avoid collecting anthropogenic impurities. The fresh soil samples were preserved
at a low temperature and kept out of light before pretreatment.
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Figure 1. Map showing the locations of the sampling sites.

The collected soil samples were dried at room temperature and were protected from
light. Then, the dried solids were ground and sieved using a 100-mesh sieve. The sieved
samples were transferred into sample bags and preserved at 4 °C.

2.3. Adsorption Experiments

The adsorption experiments were conducted in a Nalgene bottle with continuous
stirring using a magnetic stirrer at a speed of 750 r/min. The mixed solution, containing
20 uM ASA and 10 mM NaCl, was prepared and adjusted to the desired pH value with
diluted NaOH/HCI before adding the solids. Samples were taken at interval times and
were filtered with a 0.22 pm polyethersulfone filter membrane for further analysis. In the
kinetic adsorption experiments, the solution volume was 200 mL, and the pH value was
controlled by re-adjusting several times throughout the entire adsorption period. In the
pH effect experiments, the solution volume was 100 mL, the pH value was also re-adjusted
several times, and the precise pH value was recorded. In the phosphate competition
experiments, the solution volume was also 100 mL, a certain amount of phosphate was
also added to the mixed solution, and the rest procedures were the same as described
above. Here, >90% of ASA was be desorbed by the co-presence of phosphate and alkaline
(pH > 12, 2 mM PO,37), confirming that no degradation occurred during adsorption.
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2.4. Analytical Methods

The concentration of ASA was analyzed as described in our previous works [12,18,28].
High-performance liquid chromatography (HPLC; a 20ADVP pump, a DAD-20AVP detec-
tor, Shimadzu Instrument Co. Ltd., Kyoto, Japan) with a C18 column (Supelco Discovery,
4.6 mm x 250 mm, 5 um) was used for the analysis. The mobile phase was a mixture of a
2.5% formic acid and methanol solution (95:5, v/v). The flow rate was set to 1 mL/min and
the detection wavelength was set to 254 nm.

The BET surface area of the iron oxide solids was analyzed using a surface area and
porosimetry analyzer (V-Sorb 2800P, Gold APP Instrument Co., Beijing, China). The total
phosphorus content of the collected soil samples was analyzed according to the national
standard using an ICAP6300 Plasma Emission spectrometer (Thermo Fisher, Waltham,
MA, USA). The element content (Fe;O3 and As) of the soils was analyzed using an X-
ray fluorescence spectroscopy (XRF, Explorer 9000, Jiangsu Skyray Instrument Co., Ltd.,
Kunshan, China). The content of organic matter (OM) was estimated by measuring the
ignition loss. The pH of the solutions was determined using a pH meter (F2-Meter, Mettler
Toledo, Greifensee, Switzerland).

2.5. Statistical Analysis

The amount of ASA (g, tmol-m~2) adsorbed was calculated using the difference
between their concentrations at the initial time and at time t. A pseudo-second-order
kinetic model was used to fit the kinetic data for ASA, which can be expressed as follows:

t 1 1
o= 4y 1
qt ge* xky  qe M

where k, (m?-umol~1-h~1) is the pseudo-second-order rate constant and ge is the amount of
adsorption at equilibrium time. k; and g. can be obtained from the slope and y-intercept of
the plots of t/q; vs. t. The adsorption percentage was calculated by the difference between
the concentrations at the initial and ending times, which can be expressed as follows:

adsorption percentage (%) = (1 - ?) x 100% ()
0

where Cy and C; are the concentrations of ASA at the initial and ending times, respectively.

3. Results and Discussion
3.1. Adsorption Kinetics of ASA on Iron Oxides

The adsorption kinetics of ASA on three iron oxides is investigated at various iron
oxide dosages at pH 5. The adsorption kinetics and equilibrium time of ASA on three
iron oxides were close. As shown in Figure 2a—c, after adding iron oxides into the mixture
solution, the concentrations of ASA decreased significantly in the early stage (within 4 h),
while the changes gradually became slow in the later stage, and reached equilibrium at
around 24 h. Among the three iron oxides, x-Fe,O3 had the fastest adsorptive removal
efficiency; more than 95% of ASA was be removed from the solution within 30 min at
1g-L~! dosage, whereare a-FeOOH was the slowest, with the removal efficiency decreasing
to only 49% at the same condition. The BET surface areas of a-Fe;Os, y-FepO3, and «-
FeOOH were 125.04, 53.39, and 9.50 m?-g~!, respectively. The significant difference in
adsorptive removal efficiency among each of the iron oxides could be caused by the highly
different surface areas. The calculated adsorption amount of ASA, normalized to the
surface area, is shown in Figure 2d—f. The obtained parameters for the pseudo-second-
order kinetic model are shown in Table 1, and the obtained calculated kinetics from the
parameters are also given in Figure 2d—{.
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Figure 2. Adsorption kinetics of p-arsanilic acid (ASA) on «-Fe;O3, y-Fe;O3, and «-FeOOH. The solid points are exper-

imental data. The polylines in (a—c) are for the visual guides. The curves in (d—f) are the fitted results according to the
pseudo-second-order kinetic model. ASA =20 uM, NaCl = 10 mM, and pH = 5.

Table 1. Fitted parameters for ASA adsorption on iron oxides.

Parameters Dosage «-Fe, O3 v-Fe; O3 «-FeOOH
01gL™? 0.87 1.48 2.90
qe 02gL7! 0.70 1.20 2.41
(umol-m™2) 0.5gL1 0.32 0.60 2.50
1.0g L1 0.16 0.36 2.02
0.1gL! 1.22 0.60 0.94
ky 02gL™! 2.32 0.92 1.20
(m2-pmol~1-h 1) 05g L1 42.44 3.69 0.67
1.0gL! 602.02 13.30 0.97
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As can be seen from Table 1, ge and k, show an opposite trend to each other. With ge
for «-Fe,O3, y-FepO3 decreases dramatically when increasing the solid dosages (i.e., total
surface area) by an order of magnitude, and the difference can be as high as 5.5 times for
a-Fe,O3. However, the change is less significant for x-FeOOH at the same condition. Such
results are thought to be caused by the valid adsorption sites on iron oxide surface [29]. At
limited surface area conditions, the adsorption sites on the surface of the iron oxides could
be nearly fully occupied by ASA, while at abundant surface area conditions, the adsorption
sites are also abundant, and thus would not be completely occupied. At the same solid
dosage conditions, the surface areas of x-Fe,O3 and y-Fe;O3; were much larger than that
of a-FeOOH; therefore, the two former iron oxides had more vacancy sites. Although the
dosage of a-FeOOH increased from 0.1 g-L~! to 1.0 g-L~!, the amount of adsorption sites
were still limited compared with the dosed ASA, thus the change in g. was less significant
than that of x-Fe;O3 and y-Fe;O3. In order to avoid the extreme adsorption circumstances
and to obtain a better observation, the dosage of iron oxides in the following experiment
was 0.2 g-L 71

3.2. Effect of pH

Previous works have reported the obvious effect of pH on organic compounds” adsorp-
tion behavior, which is caused by the joint effect of compounds and solids [30,31]. Here,
experiments were therefore conducted at various pH conditions in order to investigate the
adsorption behavior of ASA on the three iron oxides. First, 10 mM NaCl was introduced
to the mixed solution in order to eliminate the ionic strength effect caused by the pH.
As can be seen from Figure 3a, among the three iron oxides, a-Fe,O3 shows a relatively
higher adsorptive removal percentage for the entire investigated pH range, and that of
a-FeOOH is the lowest at the same mass dosage. This trend was reversed when calculating
the adsorption amount normalized to the surface area (Figure 3b): «-FeOOH showed the
highest ge for the overall investigated pH conditions. For all three oxides, ASA adsorption
showed a decrease trend with an increase of pH. The adsorption percentage of ASA on
a-Fe,O3 showed a sharp decrease from 93% to less than 10% when the pH increased from
4.08 to 11.88, and that for «-FeOOH also showed a gradual decrease from 31% to less than
10% when the pH increased from 4.00 to 11.48.

m  o-Fe,0, (b)

- = o-Fe,O
&\/ ® y-Fe,O4 34 ° «{-F622033
qc)n 80 A  ¢-FeOOH A  g-FeOOH
g «
5 I
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Figure 3. Effect of pH on ASA adsorption on iron oxides. (a) Data shown as adsorption percentage (%) and (b) data shown

as adScheme 2. Solid points are experimental data; polylines are for the visual guide. ASA =20 uM, iron oxdies = 0.2 g-L_l,

and NaCl = 10 mM.

Such a trend is similar to the previous reported works. Bell-shaped adsorption
curves with pH have been widely reported for the adsorption of organic compounds
on (hydr)oxides [5,31,32], and both bell-shaped and cliff-shaped curves have been found
for the adsorption of inorganic arsenic species on oxides or minerals [10,33,34]. The adsorp-
tion behavior of ASA is also highly affected by its arsenic group in its chemical structure.
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ASA has 3 acidity coefficients—2.00, 4.02, and 8.92. Therefore, at neutral and basic con-
ditions, ASA exists in anion form [18,35]. In the meantime, the point of zero charge for
«-Fey O3, v-FeyO3, and a-FeOOH were at a circumneutral pH [36-38], also showing a
negative charge at high pH conditions. Therefore, the higher pH would exacerbate the
electrostatic repulsion and weaken the hydrophobic interaction between the oxyanion
compounds and solids.

3.3. Competing Ion (Phosphate) Effect on Equilibrium Adsorption

Because of the similarity in the chemical structure between the phosphate and arsenate
groups, the effect of phosphate on the chemical behavior of arsenic is often considered
when investigating the adsorption of arsenic species. Cheng et al. studied the effect of
various anions (COgZ*, SiO52~, Cl—, F~,S042~,NO;~, and HPO42*) on the adsorption
behavior of As(III) in iron-containing materials, and found that HPO,?~ has the highest
inhibition effect [39]. The removal efficiency by adsorption decreased from >90% to only
about 60% in the presence of HPO,2~. Wang et al. reported the obvious competitive
effect between the inorganic arsenic adsorption and phosphorus release by sediments [21].
Lin et al. proposed that the use of phosphorus fertilizers could enhance the mobility of
arsenic towards groundwater in arsenic-contaminated aquifers [40]. The inhibition effect
of phosphate on organic arsenic adsorption has previously been reported [25,41].

In this work, the effect of phosphate on the adsorption of ASA on x-Fe;O3, v-Fe; O3,
and x-FeOOH were investigated at a wide phosphate concentration range. The inhibition
effect could be observed over the whole investigated pH range (4-12) for all the three
iron oxides (Figure 4). A significantly higher inhibition effect was observed when the
concentration of phosphate increased from 0.02 mM to 2 mM. This strong competitive effect
reduced the adsorption ability of ASA on phosphorus abundant soil, thus leading to an
enhancement in ASA mobility. Despite this, the high amount of phosphate did not show the
complete inhibition of ASA, especially in acid conditions. Liu et al. used the concentrated
phosphate solution (0.5 M H3POy) to extract arsenic species from contaminated soils, and
the extraction efficiency for ASA was relatively low (67%) with a high error bar, while that
for As (V) was close to 100% [14]. They suggested that the degradation of ASA might have
occurred during the long time extraction process (16 h), which, in fact, might be also caused
by an improper acid extraction condition (pH < 2 for 0.5 M H3POy).

3.4. Actual Soil Adsorption of ASA

The content of actual soil is complex, and contains metal oxides, nutrients, and in-
organic and organic contaminants. Such compounds might all have implications on the
contaminant adsorption behavior and mobility, resulting in a positive or negative ef-
fect. Table 2 shows the contents of Fe;O3, total phosphorus (TP), As, and organic matter
(OM) of the nine collected soils. The BET surface area and soil pH are also represented
in Table 2. The correlation of each of the parameters is investigated. As our param-
eters and compound contents were moderately/strongly skewed, we computed their
log-transformation. Interestingly, a slight correlation between these parameters could be
observed. Figure 5a shows a slight positive correlation between Fe,O3 and As (R? = 0.278).
These results are not surprising, because the adsorption of arsenic species is highly related
to the presence of iron oxides [42]. As the sampling area has many mining activities, it could
lead to the contamination of heavy metals, including arsenic species. The higher content of
iron oxides in actual soil could therefore immobilize more heavy metals on the surface soils.
Nevertheless, the content of As is a jointly affected by the surrounding human activities
and the adsorption ability of the soil. Therefore, the current As content/contamination
level did not show a strong positive correlation with the iron content. Hafeznezami et al.
also reported an increased trend in the adsorption ability of As at a higher content of
amorphous Fe, although the statistical correlation was not significant [43]. Surprisingly,
opposite to As, a negative correlation between Fe,O3; and TP was observed (Figure 5b,
R? = 0.505), which was unexpected, as the presence of iron oxides should enhance the
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retention ability of phosphorus in soil [44,45]. This phenomenon might be attributed to
the proportion of amorphous species. There was no correlation between As content and
TP content (R? = 0.010, results not shown), indicating that the available adsorption sites
were still abundant for the pollutant sorption, and the competitive effect between As and
TP was insignificant for the current contamination situation. The contributions of each
composition to the surface area of the soil samples were also investigated. A slight posi-
tive correlation between Fe;O3 content and the surface area can be observed in Figure 5c
(R? = 0.329), indicating a relatively important contribution. TP showed a moderate negative
correlation with the surface area (R? = 0.602, data not shown), which might be caused by
its relationship with the Fe;O3 content. The content of OM and As showed unimportant
contributions to the surface area (R? = 0.016 for OM and R? = 0.006 for As).
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Figure 4. Effect of phosphate on ASA adsorption. Solid points are experimental data; polylines
are for the visual guide. ASA =20 uM, iron oxdies = 0.2 g-Lfl, and NaCl = 10 mM. (a) «-Fe,O3,
(b) y-Fe, O3, (c) a-FeOOH.
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Table 2. Properties of the collected actual soil.

Characters SP1 Sp2 SP3 Sp4 SP5 SPe6 SP7 SP8  SP9
Fe;O3% 4284 4917 5276 5921 6.031 6518 6.717 7509 8.228
TP% 0.44 0.08 006 0.02 0.03 002 0.03 0.04  0.05
As% x 10* 18.5 8.9 13.1 14.3 14.8 178 207 333 200
OM% 6.77 354 212 696 363 379 692 422 382
BET(;‘g.fgfﬁ)area 1360 4255 1554 3472 4636 6182 5618 5475 2933
pH* 7.21 7.42 717 737  7.05 7.14 7.11 7.42 7.44

* determined after the ASA adsorption reaction.
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Figure 5. Correlation between the (a) Fe,O3 content and As content, (b) Fe;O3 content and total phosphorus (TP) content,
(c) Fe;O3 content and surface area, and (d) organic matter (OM) content and surface area for the collected actual soil.

The adsorption kinetics of ASA for the nine collected soil samples were then investi-
gated. The strong interactions between arsenic species and iron oxides have been widely
reported, while the interactions between arsenic species and pure silica (which is the main
composition of soil) seem to be less important for the adsorption efficiency of arsenic
species. Although the surface area of the soil samples was close to pure iron oxides (y-
Fe;O3 and x-FeOOH), the valid adsorption sites on the solid surface were be much lower.
In order to ensure experimental accuracy (i.e., a relatively obvious adsorption percentage),
a high solid dosage (5 g-L.~!) was used in this section. No pH adjustment was done before
or during the adsorption reaction, as the high dosage of soil could form a buffer system,
although the final pH was determined. The pseudo-second-order kinetic model was also
used to fit the adsorption kinetic results. The experimental results and fitted results are
shown in Figure 6, and the calculated parameters for the pseudo-second-order kinetic
model are shown in Table 3. The obtained g, varied significantly with the different soil
samples, with SP8 showing the highest result (0.0309 tmol-m~2), which was ~8.4 times as
high as the lowest (5P1, 0.0037 umol-m~2), while all of them were obviously lower than
that of the pure iron oxide surface (x-Fe;O3, y-Fe;O3, and «-FeOOH), indicating invalid
adsorption sites on the solid surface. Such a big difference would be mainly caused by the
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content of iron oxides. The adsorption rate constants were mainly opposite to the trend of
the adsorption amount.

0.03 7 SPl

SP2
SP3
SP4
SP5
SP6
SP7
SP8
*  SP9

) 4 > O m

0.00 1

time (h)

Figure 6. Adsorption kinetics of ASA on the collected actual soil. Solid points are experimental data,

and curves are fitted results by pseudo-second-order kinetic model. ASA =20 uM, NaCl = 10 mM,
and soil dosage =5 g~L‘1.

Table 3. Fitted parameters for ASA adsorption of soil by a pseudo-second order kinetic model.

Parameters SP1 SP2 SP3 SP4 SP5 SP6 SP7 SP8 SP9
2
(LZ;S rlr?_z) 037  0.62 147 264 093 201 1.50  3.09 2.04

ko

o 141 80.44 5210 798 1191 3574 1766 1632 16.85 18.38
(m=-pmol~*-h™")

Previous works have reported that the adsorption of arsenic species is positively
correlated with the metal oxide content and is negatively correlated with the phosphorus
content [46,47]. The correlations of the ASA adsorption parameters with the Fe,O3; and
TP content in the actual soils were fitted in this work. As can be seen from Figure 7a,
a moderate positive correlation between the g and Fe,O3 content can be observed, as
expected. As iron oxides have strong interactions with ASA, the higher Fe;O3 content
would obviously facilitate the adsorption of ASA. However, the positive correlation was
not very strong in the limited soil samples, indicating the effect of other physical and
chemical parameters on ASA adsorption, which was similar to the situation of the arsenate
adsorption on sandy sediments [43]. In contrast, the correlation between ge and TP content
is strongly negative (see Figure 7b). The strong negative correlation between the ASA
adsorption and TP content would be caused by the competitive effect, as discussed in
Section 3.3, which therefore decreased the statistical correlation between the g and Fe,O3
content. The correlation between the g. and As content was also investigated, and an
insignificant positive correlation was found, indicating potential relevance between ASA
adsorption ability and the current As contamination level. Such results also reveal abundant
available adsorption sites on the surface of the soil, although these soil samples have been
contaminated by As to a certain degree. It seems that the OM content did not affect ge
(Figure 7d), probably because of the joint reason of its low content and its weak sorption
ability. The final pH after 48 h of the adsorption reaction was very close between the nine
samples; therefore, the statistic correlation between ge and pH was insignificant (R? = 0.005,
data not shown). In general, the adsorption results on the collected actual soils indicate
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that predicting the adsorption behavior was not possible because of single or very few
physical and chemical parameters.

(b) D =

o q|f

R
n
1
S
&
o

oo
o
i

y =2.7860x-4.0361
R>=0.630
o)
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Figure 7. Correlation fitting between ASA adsorption amount (g.) and (a) Fe,O3 content, (b) TP content, (c) As content, and

(d) OM content.

4. Conclusions

The adsorption behavior of ASA on three kinds of pure iron oxides and nine collected
actual soil samples are studied in this work. The adsorption kinetics on all solids are well
fitted to the pseudo-second-order kinetic model. The dosage of iron oxides, pH conditions,
and the concentration of co-present phosphate could all affect the adsorption amount of
ASA on iron oxides. The parameters of the actual soil that can affect ASA adsorption are
more complicated than those of pure iron oxides. Although the adsorption amount shows
a moderate positive correlation with the Fe;O3 content, strong negative correlation with
the TP content, insignificant positive correlation with the As content, and no correlation
with the OM content, it is still difficult to obtain an accurate prediction model because of
the complexity of the physical and chemical properties of those soils. Investigating the
transportation of contaminants in multi-contaminated environmental mediums helps to
further understand their geochemical processes and helps with formulating a remediation
strategy for the contaminated area.
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