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Abstract
Metal and tributyltin (TBT) contaminated sediments are problematic for sediment managers and the environment. This study 
is the first to compare Fenton’s reagent and electrochemical treatment as remediation methods for the removal of TBT and 
metals using laboratory-scale experiments on contaminated dredged sediment. The costs and the applicability of the devel-
oped methods were also compared and discussed. Both methods removed > 98% TBT from TBT-spiked sediment samples, 
while Fenton’s reagent removed 64% of the TBT and electrolysis 58% of the TBT from non-spiked samples. TBT in water 
phase was effectively degraded in both experiments on spiked water and in leachates during the treatment of the sediment. 
Positive correlations were observed between TBT removal and the added amount of hydrogen peroxide and current density. 
Both methods removed metals from the sediment, but Fenton’s reagent was identified as the most potent option for effective 
removal of both metals and TBT, especially from highly metal-contaminated sediment. However, due to risks associated with 
the required chemicals and low pH level in the sediment residue following the Fenton treatment, electrochemical treatment 
could be a more sustainable option for treating larger quantities of contaminated sediment.
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Introduction

Organotin compounds, especially tributyltin (TBT), used to 
be of high importance as an antifouling agent in the mari-
time industry (Ayanda et al., 2012). Between the 1950s and 
1980s, the man-made product TBT was used at a large scale 
as the main active biocide in antifouling paints (Du et al., 

2014). However, the toxic effects of TBT were identified, 
and the compound was revealed to be an endocrine disrup-
tor and have a similar toxicity to the better known poly-
chlorinated dibenzodioxin compounds (Sousa et al., 2013). 
TBT bioaccumulates and causes deformities and death 
of biota even at concentrations as low as 0.001–0.5 μg/L 
(U’Ren, 1983; Gibbs et al., 1991). The TBT degradation 
products, dibutyltin (DBT), and monobutyltin (MBT), also 
have toxic properties but to a lesser extent, in the order of 
MBT < DBT < TBT (Hoch, 2001; Ayanda et al., 2012). In 
Europe, the use of TBT in antifouling paint was banned for 
application to small ships in the late 1980s, and to large ves-
sels in 2003 (EU Regulation (EC) No 782/2003 and Direc-
tive 89/677/EEC). Despite the ban, persistent TBT is still 
present in the environment, and in dark and anoxic condi-
tions, such as in sediments at greater depths, the reported 
half-life spans from 10 to 90 years (Dowson et al., 1996; 
Viglino et al., 2004). TBT’s persistence and toxicity are 
not only problematic from an environmental perspective, 
but also for sediment managers such as port owners, who 
regularly need to dredge the sediment to maintain the water 
depth. Depending on the TBT content, sediment type, and 
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local regulations, both reuse and disposal can be difficult, 
while a content reduction could enable more management 
options (Norén et al., 2020).

TBT,  C12H28Sn, is often associated with the presence 
of boat paint flakes in sediments. The most commonly 
used TBT derivative in boat paint was TBT oxide (TBTO, 
 (C12H28Sn)2O) (Yebra et al., 2004; Arevalo and Calmano, 
2007; Saeki et al., 2007). In seawater, TBT is typically pre-
sent in three forms: chloride (TBTCl), hydroxide (TBTOH), 
and carbonate  (TBTHCO3) (Arevalo and Calmano, 2007). 
The TBT binds to the fine fractions in the sediment, such 
as silt, clay, or humic matter (Du et al., 2014), although the 
sorption of TBT and organotins into sediment particles is 
reversible. When TBT is left in the sediment, it will leach 
out over time and spread in the environment. Antizar-Ladis-
lao (2008) identified contaminated sediment as one of the 
scientific community’s most difficult issues to solve. Conse-
quently, it is a challenge to find a technology that effectively 
can remove TBT from sediment and preferably degrade it. 
Thermal treatment, steam stripping, enhanced leaching, bio-
degradation, and phytoremediation have been proposed as 
potential methods for the remediation of organotin-contam-
inated sediments (Du et al., 2014). However, thermal treat-
ment and steam stripping are associated with high energy 
costs, the biodegradation and phytoremediation are slow, 
other techniques such as solvent extraction and sorption are 
more suitable for wastewater treatment (Du et al., 2014), and 
leaching did not result in complete removal of TBT (Norén 
et al., 2021). Compared to the other methods, electrochemi-
cal and chemical degradation have the potential to rapidly 
degrade organotins (Ganiyu and Martínez-Huitle, 2021). In 
general, oxidative techniques such as electrochemical treat-
ment and Fenton’s reagent (the addition of hydrogen per-
oxide  (H2O2) and ferrous iron  (Fe2+)) can convert organic 
pollutants into simple and relatively harmless inorganic 
compounds through reaction with hydroxyl radicals  (HO•) 
(Duarte et al., 2019; Carbajo et al., 2021). Oxidation has 
been efficient in water treatment, but studies on their effi-
ciency in sediments are limited, and the results showed less 
effective degradation and more complicated reactions than 
in water (Brosillon et al., 2014). These oxidative techniques 
seem to be suitable to be tested for the removal of organotins 
from contaminated sediment (Eq. 1) and could potentially also 
degrade other contaminants, e.g., polycyclic aromatic hydro-
carbons (PAHs) (Stichnothe et al., 2002, 2005; Arevalo and 
Calmano, 2007; Ayanda et al., 2012; Pedersen et al., 2017).

Chemical oxidation of organotin compounds is dependent 
on the amounts of hydroxyl radicals that are produced, and for 
Fenton’s reagent, this depends on the ratio of  H2O2 and  Fe2+ 
(Kawahara et al., 1995; Meric et al., 2004; Benatti et al., 2006). 
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The optimal ratios of  H2O2:organic content and  H2O2:Fe2+ 
depend on the compounds to be oxidized, the composition of 
the matrix, and the sediment and water total organic carbon 
(TOC) content. Fenton’s reaction may also be naturally formed 
in soil pores, in the presence of ferrous iron (Ferrarese and 
Andreottola, 2010).

Electrochemical remediation has been reviewed by Du et al. 
(2014) and found to be suitable for the treatment of both aque-
ous and solid phases contaminated with TBT. In addition, this 
method has shown a capacity to desorb and degrade the chemi-
cal pollutants from low porosity geological material, and the 
efficiency of the electrochemical remediation appears to be 
inversely proportional to grain size (Acar and Alshawabkeh, 
1996; Ferrarese and Andreottola, 2010). This makes it suitable 
for fine-grained marine sediments. A previous study showed 
that both boron-doped diamond (BDD) and iridium dioxide 
catalysts could be used as anodes for the removal of organotin 
compounds from shipyard wastewater and both hydroxyl radi-
cals and reactive chlorine species generated at the electrodes 
likely contributed to the removal (Arevalo and Calmano, 
2007). However, as organotin and metal removal from water 
is less complex and more studied than removal from sediment, 
the removal efficiency may vary greatly between water and 
sediment using the same method. In advanced electrochemical 
oxidation processes, pollutants are degraded by direct oxida-
tion at the anode or, indirectly, by oxidants (e.g., ozone, ferrate, 
chlorine, and peroxo compounds) generated at the anode (Silva 
et al., 2021). The highest production of hydroxyl radicals has 
been reported when using BDD anodes (Moreira et al., 2017). 
The choice of cathode material could also impact the reactions 
during electrolysis. Titanium (Ti) is a relatively inert metal that 
has previously been used for the cathodic recovery of metals 
in aqueous solutions (Modin et al., 2012) and could potentially 
be efficient for metal recovery in sediments.

The study presented here aims at investigating the removal 
of TBT and metals from contaminated sediment through oxi-
dation by Fenton’s reagent and electrolysis. To the best of our 
knowledge, this is the first study that compares Fenton’s rea-
gent and electrochemical oxidation for the removal of TBT 
and metals in TBT-spiked and naturally contaminated sedi-
ments. In addition, the approximate costs and applicability of 
the techniques were assessed. The results from this study can 
be useful for stakeholders managing contaminated sediment 
and enabling the use of treated sediments.

Materials and methods

Sampling

Sediment was sampled in the Göta Älv riverbed in Goth-
enburg, Sweden (Fig. 1). The sediment originated from a 
waterway with boat traffic and is surrounded by trafficked 
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urban areas. About 1 km upstream is an active shipyard 
known to have high TBT levels in the sediment. TBT is most 
likely also present in the marina at the riverbank, which is in 
level with the sampling location. The sediment was collected 
during a dredging operation, performed by the local port 
authorities to increase the water depth. The sediment was 
collected using a grab dredger and transported to land, where 
it was sampled. In total, ~ 200 L sediment was collected and 
placed in 40 organotin-free plastic boxes of 5 L each. Larger 
objects within the sediment, such as mussels, were removed. 
The sediment in each box was homogenized through mixing 
and stored at − 22 ℃. Prior to the experiments, the sediment 
was thawed in a refrigerator at 7 ℃.

Sample preparation and analysis

The sediment samples collected from the Göta Älv riv-
erbed are referred to as the original sediment. A portion 
of the sediment was spiked with TBT to achieve a higher 
TBT concentration of approximately 30 mg/kg, to facili-
tate the observation of degradation processes and trends. 

Spiking was performed by adding tributyltin chloride 
(TBTCl) (96% Sigma-Aldrich) dissolved in 10% metha-
nol and ultra-pure water (Thermo Scientific, 18.2 MΩ cm) 
to the original sediment. The spiked sediment was then 
homogenized by mixing for 3 days, followed by evapora-
tion in a 40 ℃ oven for 5 days, and in a 20 ℃ fume hood 
for 17 days, to ensure the TBT was associated with the 
sediment and did not remain in the water phase. Spiked 
and original samples were sent for chemical analysis for 
the content of TBT, DBT, and MBT.

During the sampling, an ocular inspection was done 
to characterize the sediment, and the grain size distribu-
tion of the sediment was investigated by sieving and sedi-
mentation according to the International Organization for 
Standardization (ISO) method ISO 11277:2009 (2009). 
The sediment’s loss on ignition (LOI) and dry weight 
(DW) were determined using the Swedish Standard Insti-
tute’s method SS-EN 028,113 (1981) and total organic 
content (TOC), according to standardized methods ISO 
10694:1995 (International Organization of Standardiza-
tion 1995), European Standard EN 13,137:2001 (2001), 
and EN 15,936:2012 (2012).

Fig. 1  Sediment sample origin in the Göta Älv riverbed in the central part of Gothenburg, Sweden
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To investigate the degradation of TBT in water, ultra-
pure water (Thermo Scientific, 18.2 MΩ cm) and sea salts 
(Sigma-Aldrich) were mixed to get two saline waters: 
slightly saline water (sea salts 2.4 g/L) and saline water (sea 
salts 35 g/L). TBTCl (96% Sigma-Aldrich) was dissolved 
in 10% methanol and added to the slightly saline and saline 
water, and both samples were sent for chemical analysis for 
concentrations of TBT, DBT, and MBT.

The organotin compounds TBT, DBT, and MBT were 
analyzed at an external accredited laboratory, according 
to method ISO 23161:2011 for sediment  (International 
Organization for Standardization 2011) and method ISO 
17353:2004 for spiked water and selected leachates (Inter-
national Organization for Standardization 2004). The stand-
ard method SS-EN ISO 17294–1, 2: 2016 (mod) (Swed-
ish Standard Institute 2016a and b) and U.S EPA-method 
200.8:1994. (mod) (U.S EPA 1994) were used for major and 
minor elements in both sediment and leachates.

Fenton’s reagent experimental setup

For the Fenton’s reagent oxidation, the effect on removal of 
TBT, DBT, and MBT was investigated by varying the ratios 
of hydrogen peroxide  (H2O2) and ferrous iron (II,  Fe2+) 
added to spiked and original sediments (Table 1).

Ferrous sulfate heptahydrate  (FeH14O11S > 99% Sigma-
Aldrich) solutions with different concentrations in ultra-
pure water (Thermo Scientific, 18.2 MΩ cm), as shown in 
Table 1, were added to sediments with a corresponding dry 
weight of 80 g and under mixing. Exposure to light was 
prevented by covering the setup with aluminum foil. The pH 
was adjusted to pH 3 using sulfuric acid  (H2SO4, 96%), as 

the Fenton’s reaction efficiency decreases above pH 3 (Kuo, 
1992; Pignatello et al., 2006). Hydrogen peroxide was added 
as 6 equal aliquots at 20-min intervals to increase the concen-
trations of hydroxyl radicals  (HO•) and hydroperoxyl radicals 
 (HOO•), resulting in a more efficient degradation (Tang and 
Huang, 1997). The aliquots were added to reach the concen-
tration described in Table 1. After the addition of  H2O2, the 
volume of the liquids added to the sediment was 0.5 L, result-
ing in a liquid-to-solid ratio (L/S) of 6.25 L/kg. The sediment 
slurry was continuously mixed for 23 h and was then allowed 
to settle for 1 h. The supernatant was centrifuged at 4000 × G 
for 5 min. Sediment was obtained from the initial setting, 
but also after centrifugation, and both these sediments were 
collected and mixed before analysis. The supernatant after 
centrifugation was collected for further analysis.

Electrochemical experimental setup

Spiked sediment and water

Electrochemical experiments were done in a 1 L glass vessel 
containing a 5 × 10  cm2 niobium anode mesh, coated with 
boron-doped diamond (Nb/BDD) (~ 120  cm2 surface area) 
(Neocoat, Switzerland) and a 5 × 10  cm2 titanium plate cath-
ode (Alfa Aesar). The electrodes faced each other at a 10 cm 
distance. Dry spiked sediment (80 g) and ultra-pure water 
were added to the system at an L/S ratio of 6.25. The pH of 
the system (~ 8.2) was not adjusted. A 30 DC power source 
(British Standard Tester) was used to control the applied 
voltage. A digital multimeter was used to measure the cur-
rent across a 10 Ω resistor. The experimental parameters are 
shown in Table 2. After each experimental run, the sediment 
slurry was centrifuged at 4000 × G for 10 min. Sediments 
and leachates were collected and analyzed separately.

The same equipment and experimental setup were used for 
the TBT spiked 0.5 L saline (35 g/L sea salts, Sigma-Aldrich) 
and slightly saline water (2.4 g/L sea salts, Sigma-Aldrich) 
samples; 15 V was used for both the slightly saline and saline 
water samples. However, due to the difference in conductivity 
in the samples, different currents were reached (0.02 mA for 
the slightly saline water and 0.16 mA for the saline water). 
For each water sample treated, a TBT spiked blank sample 
was retained, to which no electrical current was applied.

Original sediment

Electrochemical experiments on wet original sediment 
were done in a 1-L glass vessel containing a 10 × 10  cm2 
niobium anode, coated with boron-doped diamond (Nb/
BDD) (Neocoat, Switzerland) and a 10 × 10  cm2 titanium 
plate cathode (Alfa Aesar). The electrodes were 9 cm apart. 
Sediment corresponding to 80 g DW and ultra-pure water at 
an L/S ratio of 6.25 was added to the beaker under mixing 

Table 1  Ratios of  H2O2:TOC and  H2O2:Fe2+, and added concentra-
tions of  H2O2 [M] and  Fe2+ [M] during treatment with Fenton’s rea-
gent. Sample names starting with   FS correspond to experiments on 
spiked sediment and FO correspond to original sediment

Experiment Ratioa 
 H2O2:TOC

Ratiob 
 H2O2:Fe2+

[H2O2] (M) [Fe2+] (M)

FS(0;0) - - 0 0
FS(0.01;4) 0.01 4 0.003 0.0007
FS(0.2;7) 0.2 7 0.07 0.01
FS(1;2) 1 2 0.3 0.17
FS(5;2) 5 2 1.7 0.84
FS(5;5) 5 5 1.7 0.33
FS(5;10) 5 10 1.7 0.17
FS(5;15) 5 15 1.7 0.11
FS(5;20) 5 20 1.7 0.08
FS(5;40) 5 40 1.7 0.04
FS(7;5) 7 5 2.3 0.47
FO(5;0) 5 - 1.7 0
FO(5;5) 5 5 1.7 0.33
FO(10;5) 10 5 3.3 0.66
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conditions, resulting in a pH of 8.2 prior to the electroly-
sis. In two experiments, sediment corresponding to 160 g 
DW was used (EO(19 V) 400 g and EO(24 V) 400 g). A 
30 DC power source (British Standard Tester) was used to 
control the applied voltage. Applied voltages and currents 
are shown in Table 2. After each experimental run, the sedi-
ments and leachates were collected and analyzed separately 
as in experiment 1.

Results and discussion

Characterization of sediment

The original sediment was characterized as sandy silt, con-
taining gravel, mussels, and shells. Grain size analysis was 
performed on two samples from different depths, confirming 
a relatively homogenous sediment, at least for fine particles 

up to 0.02 mm (Supplementary information Figure A1). The 
TBT content was ~ 180 times higher in the spiked samples 
than in the original samples, with corresponding numbers 
for MBT and DBT of ~ 40 and ~ 70 (Table 3). The signifi-
cantly higher TBT content in the spiked samples is due to 
the addition of TBTCl. The higher presence of DBT and 
MBT in the spiked samples, in comparison to the original 
sediment, is due to TBT degradation during the prepara-
tory procedure involving mixing, heating, and evaporation 
procedure. It is also possible that the mixing broke down 
some of the paint flakes in the sediment, which in combina-
tion with the increased oxidative conditions (resulting from 
the mixing and evaporation procedures) favored TBT deg-
radation. TBT in the spiked sediment was easier to degrade 
as a large quantity of TBTCl was freely available and less 
strongly sorbed to sediment particles, which has also been 
seen in wastewater samples (Arevalo and Calmano, 2007). 
In a study by Burton et al. (2006), it was seen that in a sedi-
ment with higher organic content, ~ 2.6%, there was a posi-
tive correlation between how long time the TBT compound 
had been caught in the sediment and increased difficulty to 
desorb TBT from the sediment, while in low organic content 
sediment, ~ 0.5%, the effect of time was low. Here, the sedi-
ment had an organic content of 2.2% (Table 3) so the aging 
may also impact how easily the TBT is removed from the 
sediment. Thus, TBT may be more easily degradable/leacha-
ble in spiked sediment than in the original sediment, where it 
was introduced through sedimented paint flakes in the form 
of di(tributyl)tin oxide (DTBTO) and sorption of TBT from 
surrounding waters pre sampling (Lagerström et al., 2017; 
Norén et al., 2021). Additionally, DTBTO encapsulated in 
paint flakes may be less available for degradation and leach-
ing as it may have migrated into the inner pores of the sedi-
ments, thereby becoming more strongly bound.

The content of TBT and DBT in the original sample, and 
all organotins in the spiked samples (Table 3), is classified 
as very high content, while the MBT content in the original 
sample is classified as high content according to the Swedish 

Table 2  Time, voltage, and average current for sediment samples dur-
ing electrochemical treatment. Sample names starting with ES cor-
respond to experiments on spiked sediment and EO correspond to 
original sediment

* Experiment done in triplicates

Experiment Time (h) Voltage (V) Current (mA) Sedi-
ment (g 
DW)

ES(5 V) 24 5 30 80
ES(21 V) 24 21 350 80
ES(23 V) 24 23 350 80
EO(0 V) 24 0 0 80
EO(15 V) * 24 15 430 80
EO(19 V) 24 19 710 80
EO(20 V) 24 20 700 80
EO(24 V) 24 24 1100 80
EO(19 V) 400 g 24 19 1100 160
EO(24 V) 400 g 24 24 1500 160

Table 3  The average content of 
TBT, DBT, MBT [µg/kg DW], 
and Sn [mg/kg DW] in original 
and spiked sediment, together 
with standard deviation (STD) 
and the number of analyzed 
samples (no. of samples). In 
addition, the dry weight (DW) 
[%] and total organic content 
(TOC) [% DW] are shown

Original samples Spiked samples

Average STD No. of sam-
ples

Average STD No. of 
sam-
ples

DW [%] 52 4.2 11 97 0.1 3
TOC [% DW] 2.2 0.2 5 2.2 - 1
Organotin compounds [µg/kg DW]
TBT 160 53 4 25,000 2800 3
DBT 39 11 4 2400 490 3
MBT 19 9.1 4 730 150 3
Metals [mg/kg DW]
Sn (tot) 3.2 0.57 9 15 0.68 3
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marine sediment classification for the content of organic pol-
lutants (SGU, 2017). The Norwegian environmental quality 
standards for sediment indicate that extensive acute toxic 
effects would be found in all three sediments due to the TBT 
content (Miljødirektoratet, 2016; Direktoratsgruppen vann-
direktivet, 2018). This means that the sediment poses a risk 
to biota in the surrounding environment, which may moti-
vate dredging even though dredging might not be necessary 
to maintain water depth.

Metal contents were determined in both the original 
and spiked samples. The only difference was a higher Sn 
content in the spiked samples, caused by the addition of 
TBTCl (Table 3). The Cd, Cu, and Hg contents exceeded the 
background levels but were low enough not to have chronic 
effects on aquatic organisms in case of long time exposure 
(Supplementary information Table A1) (Miljødirektoratet, 
2016; Direktoratsgruppen vanndirektivet, 2018). According 
to Canadian guidelines, the Cu and Hg contents were at lev-
els that could cause infrequent effects in aquatic organisms 
(Canadian Council of Ministers of the Environment n.d.). 
The rest of the analyzed metals were at background levels or 
do not have a reference value, see Supplementary informa-
tion Table A1.

Organotin removal

Fenton’s reagent experiments

Fenton’s reagent was used for the oxidation of TBT, DBT, 
and MBT on spiked (FS, n = 12), and original (FO, n = 3) 
sediment. The removal rates for the compounds in all sedi-
ments are presented in Table 4 and visualized in Fig. 2. In 
the figure, the removal of TBT, DBT, and MBT, respec-
tively, is presented in separate graphs. Each experiment 
has been given a unique color and marker, which is used 
in all three graphs. The shaded area in each graph repre-
sents the range in which a change in contaminant content 
could be explained by natural deviation in the sediment 
(p < 0.05, one-sample t test). Thus, markers that are found 
outside the gray area represent an experiment in which 
the content reduction is statistically caused by the treat-
ment procedure. In the original samples, the TBT content 
was reduced from 160 µg/kg (Table 3) to, at best, 57 µg/
kg, i.e., a 64% reduction (Table 4), for sample FO(5;0), to 
which no  Fe2+ had been added. In this sample, DBT was 
reduced by 22% and MBT by 63%. The TBT content in the 
residual sediments was still classified as very high content 
according to the Swedish marine sediment classification 
for organic pollutants, and acute toxic effects may still 
prevail (Miljødirektoratet, 2016; SGU, 2017). MBT was 
reduced to medium high content and DBT remained as 
very high content. The degradation and removal efficiency 
for TBT in original sediments varied from approximately 

40–64%; the corresponding removal from the spiked sam-
ples was much more efficient and varied from approxi-
mately 52–98% (Fig. 2). The much higher removal rate 
for the spiked samples may be due to the amount of TBT 
readily available for oxidation, as discussed in chapter 
Characterization of sediment (Lagerström et al., 2017; 
Norén et al., 2021). It is also likely that there is a compe-
tition between TBT and other organic compounds in the 
sediment about the radicals needed for the degradation 
reaction, while in the spiked sediments, TBT made up a 
larger proportion of the easily oxidized compounds, and 
therefore, a larger fraction of TBT was removed.

Figure 2 presents the removal efficiency for TBT, DBT, 
and MBT in relation to the amount of  H2O2 added. Note, that 
although there is more than one point with the same concen-
tration of  H2O2 in Fig. 2, the added amounts of  Fe2+ are dif-
ferent, see Table 1. The results show that the optimal reduc-
tion of TBT, DBT, and MBT in the spiked samples (98%, 
94%, and 93%, respectively) is related to sample FS(5;15), 
which had a relatively high concentration of  H2O2 in the 
added solution, i.e.,  H2O2:TOC = 5 and  H2O2:Fe2+ = 15. 
For the original sample FO(10;5), see Table 4, to which the 
highest amount of  H2O2 was added, the DBT content was 
significantly lower than in the other samples. This indicates 
that a high addition of  H2O2 is efficient for the degradation 
of TBT and may also be effective for other types of organotin 
compounds (e.g., phenyltins). However, the optimal  H2O2/
Fe2+ ratio may vary, as the many competing reactions occur-
ring are also influenced by the surrounding factors. For the 
spiked samples, 52–98% of the original TBT was removed 
and no relationship between the removal efficiency and the 
addition of  H2O2 was observed (Table 4). Potentially, an 
addition of ~ 1.5 M  H2O2 would reach a high removal rate, 

Table 4  The content of TBT, DBT, and MBT [µg/kg DW] in the 
residual sediment after treatment with Fenton's reagent

Experiment TBT µg/kg DW DBT µg/kg DW MBT µg/kg DW

FS(0;0) 12,000 1700 790
FS(0.01;4) 960 140 76
FS(0.2;7) 6300 3100 1900
FS(1;2) 5300 460 240
FS(5;2) 2100 400 200
FS(5;5) 1900 260 140
FS(5;10) 900 300 94
FS(5;15) 560 160 50
FS(5;20) 2800 390 110
FS(5;40) 700 230 83
FS(7;5) 1600 290 160
FO(5;0) 57 31 7.1
FO(5;5) 95 22 9.4
FO(10;5) 70 16 9.7
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without overusing the chemical, as the removal rate after this 
point did not increase further.

In Eqs. 2–9, some of the most common reactions for Fen-
ton’s reagent are shown (Pignatello et. al., 2006). From the 
Fenton mechanism, as described in the work by Neyens and 
Baeyens (2003), it is clear that by increasing the concentra-
tion of  H2O2 and/or  Fe2+ in the reaction solution, the amount 
of  HO• is raised to a level known as the optimal concen-
tration. A further increase after this of either  Fe2+or  H2O2 
leads to decreased efficiency of the oxidation system. This 
can be explained by the ability of  H2O2 or its conjugated 
base  (HO2

−) to act as a  HO• trap when present in excessive 
concentrations. Excess  Fe2+can also react with and capture 
the produced  HO• and  HOO•. By performing the experi-
ment at acidic pH (pH ≤ 3), as was done in this study, the 
formation of Fe(OH)2 is reduced, which lowers the radi-
cal production (Watts et al., 2002; Pignatello et al., 2006). 
The formation of radicals and the reaction rate of Fenton’s 

reaction are affected by pH, and the most optimal catalytic 
activity is obtained at pH 3 because the concentrations of 
ferrous  (Fe2+) and ferric  (Fe3+) are highest at this pH value 
(Wang, 2008). If the pH is low, complexes are formed with 
 Fe2+ (Lu et al., 2018), which contributes to lower concentra-
tions of  Fe2+ that can form hydroxyl radicals  (HO•). At low 
pH,  HO• is also consumed by the reaction with  H3O+ (Tang 
and Huang, 1997). On the other hand, at high pH, the reac-
tion rate is reduced by precipitating Fe(OH)3, which instead 
lowers the concentrations of  Fe3+ ions (Nidheesh, 2015). At 
high pH,  H2O2 is also unstable and consumed by decomposi-
tion (Galbács and Csányi, 1983). Also, the redox potential 
for  HO• is reduced at higher pH which makes it less effective 
in a reaction (Velichkova et al., 2017).

As the optimum ratio between  H2O2 and  Fe2+ depends on 
several factors, including pH, it is important to find the optimal 
 H2O2/Fe2+ ratio for the specific conditions (Rubio-Clemente 
et al., 2019). For example, the optimal ratio for oxidation of 

Fig. 2  Visualization of the 
results presented in Table 4. The 
TBT, DBT, and MBT remov-
als (%) in original (graphs on 
the left) and spiked sediment 
(graphs on the right) in rela-
tion to used concentrations of 
hydrogen peroxide  (H2O2). Each 
experiment is given a unique 
color and marker to highlight 
which results (TBT, DBT, and 
MBT) belong together. Note 
that where there is more than 
one point with the same concen-
tration of  H2O2 in the diagram, 
the  Fe2+concentrations are 
different. The shaded areas are 
marking the interval in which 
an increase or reduction is sig-
nificant (p < 0.05, one-sample 
t test) considering variations in 
initial content
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benzo(a)pyrene in natural water was found to be high;  H2O2/
Fe2+  = 39 (Rubio-Clemente et al., 2019), while in another 
study the optimum was  H2O2/Fe2+  = 10 (Homem et al., 
2009). In this study, see Fig. 2 and Table 4, the optimal 
 H2O2/Fe2+ for the spiked sediment was 15 (FS(5;15)), while 
for the original sample the best TBT removal was achieved 
when no additional  Fe2+ was added (FO(5;0)). The results 
of a classic Fenton oxidation process on spiked contami-
nated sediments showed a degradation after 1 h for MBT, 
DBT, and TBT, of 30, 68, and 81%, respectively (Brosillon 
et al., 2016). Here, 5.9 M  H2O2 and 0.18 M  Fe2+ were used, 
resulting in a ratio of ~ 33, which is higher than attempted 
in this study. This suggests that the optimal  H2O2/Fe2+ ratio 
is dependent on multiple factors, including grain size and 
the presence of other reactive compounds in the sediment. 
For both original and spiked samples, the relation between 
added Fe and the percentage of degradation of the organotin 
compounds seems to be of less importance than the amount 
of added  H2O2 (Table 4). The lesser effect of adding Fe may 
be due to the sediment already having a sufficient Fe content 
to reach an effective Fenton reaction, making the addition 
of extra Fe superfluous. However, an excess of  Fe2+ could 
stop the Fenton reaction, as earlier discussed (Neyens and 
Baeyens, 2003; Flotron et al., 2005). Additionally, a high Fe 
content could have a toxic environmental effect (Krishnan 
et al., 2017).

In the leachates, most analyzed TBT concentrations 
were ≤ 1% of the initial TBT sediment content for both 
spiked and original samples (Supplementary information 
Table A2). This shows that TBT in the sediment and lea-
chates is effectively degraded and not simply leached out 
into the aqueous phase. However, for one sample, FS(0.2;7), 
with a relatively low amount of added  H2O2, 7% of the initial 
TBT content in the sediment remained in the water phase, 
highlighting the importance of the presence of  H2O2 for 
efficient reduction. The leachates were all higher than the 
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EU environmental quality standard for TBT in surface water 
(0.2 ng/L) (European Commission, 2005), which means that 
the leachates need further treatment to reach that concentra-
tion. The sediment had a pH of < 3 after treatment. This low 
pH would require further treatment to adjust it to a level 
appropriate for management practices. In addition, there is 
a risk that toxic byproducts will form during the oxidation 
of organic compounds in sediments using Fenton’s reagents 
(Pignatello et al., 2006).

The results indicate that Fenton’s reagent provides a fea-
sible method for the degradation of TBT, DBT, and MBT. 
Future studies may be needed to investigate parallel reac-
tions, e.g., competing radical reactions and parameters 
affecting the degradation in the sediment matrix. To further 
reduce the TBT content and risks posed by the sediment, 
sequential treatment could be implemented (Yan et  al., 
2015). For instance, this procedure could be repeated or 
coupled with sediment washing using ultra-pure water 
(Norén et al., 2021).

Electrochemical experiments

Boron-doped diamond (BDD) anodes are known to provide 
a very effective production of hydroxyl radicals in aqueous 
solutions (Moreira et al., 2017). The reaction is shown in 
Eq. 9, and the electrical current is proportional to the gen-
eration rate of hydroxyl radicals at the anode surface (Kraft, 
2007; Brosillon et al., 2016).

A higher amount of hydroxyl radicals generated per mass 
of sediment should lead to improved degradation of TBT. 
This is clearly seen for the spiked sample in this study, while 
the results for the original samples are more varied (Table 5 
and Fig. 3). In Table 5, the results from the electrochemi-
cal experiments are presented, and in Fig. 3 the results in 
terms of removal efficiency are presented in relation to 
the organotin content variation in the untreated sediment 
(p < 0.05, one-sample t test). With spiked sediment, ~ 100% 
TBT removal was observed at 4.4 mA/g DW (120 mA/
cm2), reclassifying the sediment from very high to medium 
high content for TBT and low content for DBT and MBT 
according to the Swedish marine sediment classification for 
organic pollutants (SGU, 2017). However, not all the TBT 
had been completely degraded. Approximately 1–9% of the 
TBT was found in the leachate of the spiked samples (Sup-
plementary information Table A3), and increased content 
of MBT in the sediment indicated that some of the TBT had 
only degraded partially. In the original sediment, the maxi-
mum TBT removal of 58% was reached at 8.8 mA/g DW. 
However, at 9 and 13.2 mA/g DW, the TBT reduction was 
only ~ 25%. This could be explained by the natural variation 
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in the sample. However, it was observed that the DBT and 
MBT contents, which both have a lower confidence interval 
and less variation in content than TBT, increased more than 
the calculated content variation, which indicates that TBT 
degradation occurred in these samples as well. The lower 
TBT removal efficiency in the original samples compared 
to the spiked samples is discussed earlier in chapter Char-
acterization of sediment and seen in the Fenton experiments 
as well. The 58% TBT removal efficiency was sufficient to 
reclassify the sediment from very high TBT content to high 
TBT content according to the Swedish marine sediment 
classification for organic pollutants (SGU, 2017). DBT was 
also reclassified as high content and MBT as medium high 
content.

The test EO(0 V), which used the original sample and 
no applied current, showed that TBT did leach out into the 
water (8.6 ng/L) and the TBT content in the sediment did not 
decrease. For all experiments using original samples, < 0.2% 

Table 5  The content of TBT, DBT, and MBT [µg/kg DW] in the 
residual sediment after electrochemical treatment

*  Average of triplicate experiment with a standard deviation for TBT 
of 13 µg/kg DW, DBT of 9.7 µg/kg DW, and MBT of 3.6 µg/kg DW

Experiment TBT µg/kg DW DBT µg/kg DW MBT µg/kg DW

ES(5 V) 25,000 2400 2900
ES(21 V) 1.2  < 1  < 1
ES(23 V) 97 130 19
EO(0 V) 206 26 4.7
EO(15 V)* 103 42 20
EO(19 V) 130 61 39
EO(20 V) 66 23 9.3
EO(24 V) 120 78 40
EO(19 V) 400 g 76 32 38
EO(24 V) 400 g 68 40 36

Fig. 3  Visualization of the 
result presented in Table 5. 
The TBT, DBT, and MBT 
removal (%) in original (graphs 
on the left) and spiked sedi-
ment (graphs on the right) are 
shown in relation to the average 
applied current per sediment 
dry weight (mA/g DW). Each 
experiment is given a unique 
color and marker to highlight 
which results (TBT, DBT, and 
MBT) belong together. The 
shaded areas are marking the 
interval in which an increase 
or reduction is significant 
(p < 0.05, one-sample t test) 
considering variations in initial 
content
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of the initial TBT content was found in the leachate, while 
a reduction in the TBT content in sediment was seen after 
treatment. This indicates that already with a low applied 
current, the TBT that leached out into the water phase was 
degraded. This is consistent with other studies, demonstrat-
ing that TBT in the water phase is more easily degraded 
than in the sediment phase (e.g., Stewart and de Mora, 
1990; Ayanda et al., 2012; Brosillon et al., 2014). How-
ever, the analyzed leachates exceeded the European qual-
ity standard for the protection of the pelagic community, 
0.2 ng/L TBT (Supplementary information Table A3) (Euro-
pean Commission, 2005). This indicates that although the 
TBT concentration was lower after treatment, the leachate 
needs to be further treated to not pose a threat to the envi-
ronment. One option is to perform additional electrolysis 
on the leachates. In this project, the TBT degradation in 
saline and slightly saline water samples, spiked with TBTCl 
(1 µg/L) respectively, was studied. For both tests, TBT was 
degraded together with DBT and MBT to concentrations 
below the limit of quantification (TBT < 20 ng/L, DBT and 
MBT < 100 ng/L) (Supplementary information Table A4). 
This was achieved with a current density of 0.4 A/cm2 for 
the slightly saline water and 3.4 A/cm2 for the saline water. 
This difference in current density is due to the differences 
in salt concentrations. In the corresponding spiked blank 
samples (no current applied), the TBT concentrations were 
650 ng/L in the saline solution and 619 ng/L in the slightly 
saline solution. This demonstrates the potential of using 
electrolysis for TBT contaminated water but also highlights 
that it is more difficult to treat sediment in comparison to 
water.

Two previous studies on electrochemical TBT oxidation 
with different experimental setups have observed higher 
removal efficiencies than this study (83–94%) at lower cur-
rent density (Arevalo et al., 2004; Stichnothe et al., 2005). 
In these studies, the initial TBT content was similar to the 
original content in this study, ~ 200 g/kg DW. However, the 

type of electrodes used was different (Ti/IrO2 anode and 
steel cathode).  IrO2 has a lower oxygen evolution potential 
than BDD and is, therefore, less likely to produce hydroxyl 
radicals as oxidants. Instead, reactive chlorine species can 
be produced from chloride ions (Moreira et al., 2017; Lu 
et al., 2019). Arevalo and Calmano (2007) compared TBT 
removal using either Ti/IrO2 or BDD anodes and did not 
observe any significant differences for the treatment of con-
taminated saline water. This implies that not only does the 
current density affect the TBT removal, but also a lot of 
different factors, such as the electrode surfaces (type and 
area), the occurrence of TBT in the sediment (spiked using 
a pure chemical or introduced by sedimented paint flakes), 
treatment time, particle size, and amount of the sediment 
treated. Additionally, the resistance for delamination of the 
anode may vary depending on the material used. After con-
tinuously treating sediment, the anode displayed a change in 
surface color (Fig. 4a). This could be an indication of delam-
ination of the Nb/BDD electrode (Lu et al., 2019). Delami-
nation could result in less effective treatment as time passes 
and the delaminated surface area increases. In this study, 
spiked sediments were treated before the original sediment 
was tested. This means that the original sediment samples 
could have reached higher organotin degradation if delami-
nation did not occur. However, in a full-scale application, it 
is important to be aware of the delamination effect, as this 
will be performed over a longer period. Another problem 
related to the electrochemical treatment is the corrosion that 
occurred over time on both the crocodile clips attached to the 
electrodes (especially on the anode), which could spread to 
the cables connecting the electrodes to the voltmeter. Over 
time, build-up started to appear on the cathode (Fig. 4b). 
Metal analysis of the build-up on the cathode showed that it 
consisted mainly of Ca (60%) and Fe (28%). Precipitates are 
often observed in electrochemical systems, as the pH may 
rise near the cathode. This occurs because cathodic reactions 
such as oxygen reduction (Eq. 10) and hydrogen evolution 

Fig. 4  a) Titanium cathode 
with salt build-up. The build-up 
is more pronounced on the 
lower part of the cathode (see 
arrow). b) Delaminated niobium 
boron-doped diamond anode 
(Nb/BDD). On the upper part 
of the anode, the original darker 
gray surface is still visible (see 
arrow)

a) b) 
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(Eq.  11) consume hydrogen ions (Modin and Fukushi, 
2012). The salt build-up could result in reduced performance 
and increased power consumption because the conductivity 
and active surface area of the cathode are reduced.

After treatment, the sediment had a distinct chlorine 
smell. BDD anodes have previously been shown to oxidize 
 Cl− ions into chlorine gas (Eq. 12) (Polcaro et al., 2009). 
Chlorine gas  (Cl2) reacts with water and forms hypochlo-
rous acid and hypochlorite ions depending on the pH 
(Eqs. 13–14).

Chlorine species could contribute to TBT oxidation 
(Arevalo and Calmano, 2007) but are less effective for the 
treatment of chlorinated organic compounds (Muruganan-
than et al., 2008). The chlorine species are likely less effi-
cient than hydroxyl radicals, which have a reduction poten-
tial of 2.8 V (Wang and Zhang, 2018), while free  Cl2 has a 
reduction potential of 1.358 V (Kaczur, 1996). However, 
in the presence of organic compounds, they can also lead 
to the formation of toxic halogenated organics, which has 
been observed in the electrochemical treatment of waste-
water (Jasper et al., 2017). Despite lower sediment toxic-
ity after electrochemical treatment, there may be a need for 
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further treatment to remove any remaining oxidative species 
(Stichnothe et al., 2005; Arevalo and Calmano, 2007). An 
advantage of the electrochemical treatment was that the sedi-
ment’s pH was relatively unaffected by the treatment. From 
a starting pH of 8.2, it was reduced to 7.4 by the electrolysis 
treatment. This means that no pH adjustment is necessary 
before sediment utilization or disposal.

Metal removal The metal contents were analyzed in and 
compared between, the original and spiked samples, as 
well as the treated sediments, as the metal contents are not 
affected by the addition of TBT, except concerning Sn (Sup-
plementary information Table A1). The sediment contents 
of most analyzed metals were reduced after treating the sed-
iment with both Fenton’s reagent and electrochemical oxi-
dation (Fig. 5). Metals were removed to a somewhat larger 
extent from the Fenton-treated sediments compared to the 
electrochemically treated sediments. This is probably due 
to the low pH (~ 2.0–3.2) in the Fenton process (Gambrell 
et al., 1991; Zang et al., 2017) causing a metal release in the 
leachates, but it may also be explained by the degradation 
of organic matter in the sediments (Kalmykova et al., 2008; 
Wang and Mulligan, 2009; Mecozzi et  al., 2011). Metals 
(e.g., Cu and Cd) bound to humic acids and other organic 
acids in sediments through complexation are released if the 
acids are degraded during the oxidation or protonated due 
to the low pH. The highest removal percentage of metals in 
Fenton-treated sediment was for Cd (56%), Cu (45%), and 
Zn (40%) (Table 6). The high removal of Cd may be due to 
its tendency to bind to sulfate ions (Rao et al., 2011) which 
are altered during electrolysis (e.g.,  SO4

2−  →  S2O8
2−) (Silva 

et al., 2021) which could result in a potential release. Addi-
tionally, under oxidative settings Cd tends to transform into 
an ionic form (Zito, 2020). Also, in an earlier study where 

Fig. 5  Average content and standard deviation for metals in original 
sediment (gray bars) and sediment treated electrochemically (EC) 
(red bars) and with Fenton’s reagent (Fenton) (blue bars). The result 
is presented in two graphs with different scales due to the large vari-
ation in metal content in the sediments, where metals found in higher 
content are presented in the left graph and metals found in lower con-

tents are presented in the right graph. The tin contents in the sediment 
before and after treatment are presented for spiked samples  (Sns) and 
original samples  (Sno) due to different starting values. * denotes val-
ues that are significantly lower than the original content according to 
Welch’s t test (p < 0.05)
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a sequential leaching test of sediment sampled close to the 
site investigated in this study, it was shown that Cd in par-
ticular binds to the absorbed and exchangeable fraction in 
the sediment (63% of the Cd) (Norén et. al., 2021), which 
could be released due to the oxidation. The low content of 
Cd could as well play a role, as the uncertainties during 
measurements could make the percentage appear higher.

Metal ions can be recovered from solutions by electro-
chemical reduction on a cathode. However, metal ions are 
mainly mobilized at acidic pH, as discussed in the previ-
ous paragraph. After electrochemical treatment, the pH 
of the sediment was neutral (pH ~ 7.4) and the leachate 
was alkaline (pH ~ 9.0). Despite the neutral pH, the elec-
trolysis resulted in a moderate removal percentage for Cd 
(32%) and Ag (29%). On the other hand, previous stud-
ies on sediment (Arevalo et al., 2004; Stichnothe et al., 
2005) reported that the metal content is unaffected by the 
electrolysis. However, a higher current was applied in this 
study, demonstrating the importance and potential of hav-
ing a high applied current if metal removal is desired. If 
acid was added to the sediment–water slurry, the metal 
recovery rate would probably increase due to decreased 
pH (Pedersen et al., 2017). By using a bioelectrochemi-
cal system (BES), a higher metal recovery could poten-
tially be achieved with less energy, even where the metal 

concentration in the leachate is low (Modin et al., 2012). 
Another option could be to combine Fenton’s reagent with 
(BES), so-called bio-electron-Fenton (Wang et al., 2019), 
or combine electrolysis and Fenton with heterogeneous 
catalysis (Poza-Nogueiras et al., 2018), or even combine 
Fenton reagent with photoelectrocatalysis (Garcia-Segura 
and Brillas, 2017).

Cadmium was reduced to background levels for both 
treated sediments, according to the Norwegian environ-
mental quality standards for sediment (Miljødirektora-
tet, 2016; Direktoratsgruppen vanndirektivet, 2018). For 
Fenton-treated sediment, Cu was also lowered to back-
ground levels, at which it does not pose a risk for sporadic 
adverse effects to occur. The release of several metals 
from the sediment shows the potential for metal recovery 
from the leachates and the cathode. However, as the major 
pollutant in the sediments studied here is TBT, the metal 
contents are generally low. For Zn, present in the highest 
content and with a high release, the resulting concentra-
tion accounts for 8 mg/L if an L/S ratio of 6.25 (as in 
the Fenton experiments) is used, which is too low for an 
economically viable recovery. However, for sediments pol-
luted with higher metal content, recovery using Fenton’s 
reagent and/or electrolysis is interesting for further stud-
ies, especially if the sediment also contains TBT, as this 
is efficiently degraded using these treatments.

Table 6  Removal rates of organotins and metals from sediment 
presented together with estimated treatment cost and management 
aspects. For the organotin removal, the experimental setup for the 

highest TBT reduction is presented. For the metals, the average and 
the relative standard deviation are presented for Fenton’s reagent 
(n = 7) and electrochemical treatment (n = 6)

* Initial electrode cost regardless of mass treated (as service life time is unknown)

Electrochemical treatment Fenton’s reagent

Removal (%)
TBT 58 64
DBT 43 22
MBT 51 63
Ag 29 ± 18 32 ± 23
Cd 32 ± 55 56 ± 4
Cu 13 ± 23 45 ± 28
Ni 6 ± 22 27 ± 17
Pb 14 ± 21 15 ± 23
Zn 13 ± 25 40 ± 29
Indicative cost (USD/tonne) 900 (+  600*) 4100
Work requirements Oxidation proof materials (e.g., containers) Oxidation proof materials (e.g., containers)

Safety equipment Safety equipment
Proper ventilation Proper ventilation

Safe chemical storage
Residue Neutral pH Acidic pH

Treatment does not alter sediment grain size Finer grained sediment after treatment
Further treatment might be required Further treatment might be required



Environmental Science and Pollution Research 

1 3

Method comparison

In Table 6, TBT, DBT, and MBT removal rates for both 
methods are presented with metals selected for their high 
concentrations relative to guideline values (see chapter 
Characterization of sediment) or for their monetary values 
(Norén et al., 2020). Removal rates were found to be higher 
in Fenton samples for TBT, MBT, and metals, while elec-
trolysis was found to more efficiently remove DBT. How-
ever, a comparison of the methods also needs to consider 
drawbacks. Fenton results in residual sediments with low 
pH, which requires further treatment before potential reuse. 
Potential anode delamination and generation of  Cl2 (g) are 
potential drawbacks of electrolysis. Both methods require 
proper safety equipment for the processes as well as per-
sonal safety equipment for workers. Further, both methods 
require durable equipment suitable for strong oxidization 
as well as the management of fumes that form during the 
treatment. Using Fenton’s reagent would require chemical 
management as the method include the addition of acid and 
 H2O2, unlike the electrochemical treatment. Both methods 
might also require further treatment of the sediment, e.g., 
leachate treatment for both methods and sediment pH neu-
tralization for Fenton, which is associated with additional 
costs. Based on removal rates and potential drawbacks, we 
suggest that Fenton is more suitable for heavily polluted 
sediment, as valuable metals could potentially be recovered 
from the leachate through electrolysis or chemical precipita-
tion in an additional step. For less metal-polluted sediment, 
electrolysis could be sufficient to reduce the TBT content 
as the sediment residue is less affected by the treatment. 
Additionally, both treatment methods in this study need to 
be adjusted and optimized before full-scale application, as 
well as to perform a more extensive cost and risk estimation.

Simplified cost estimations for the treatment methods 
have been done based on the experimental setup used for 
the highest TBT removal for both methods (Table 6). For 
Fenton, the cost of laboratory quality  H2O2 is ~ 9.7 USD/L 
(Fisher Scientific n.d.), and as no  Fe2+ is added in the setup 
reaching the highest TBT removal, the Fenton treatment cost 
is estimated to be about ~ 4.1 USD/kg sediment. However, 
the cost for chemicals might be reduced if large quantities 
are purchased and lower quality is used in full-scale appli-
cations. For electrolysis, the cost refers to the purchase of 
electrodes. The BDD/Nb anode used in this study costs 
approximately 600 USD for a 10 × 10 cm electrode, and 
in comparison to BDD/Nb, the cost for the Ti cathode is 
neglectable. The size is likely to be increased for full-scale 
operation and the electrodes regularly change with time. It 
is unknown how long a BDD/Nb anode would last for the 
treatment of sediment. In a study where water was treated 
at a significantly higher current density, 1 A/cm2, it started 
to show performance reduction after about 500 h (Lu et al., 

2019). In this study, less current density was applied for the 
experiment with the highest TBT removal (0.001 A/cm2). This 
should result in longer service life for the anode. However, it 
is likely that treating sediment is considerably tougher on 
the electrodes in comparison to water samples, as sediment 
grains could cause mechanical grinding and lower the anode 
service life. However, it is possible to recoat the electrodes 
instead of buying new ones. For simplicity, it is assumed 
that a pair of electrodes could be used to treat a tonne of 
sediment in the examples in Table 6. In comparison to the 
cost of electrodes, the electrochemical treatment cost is con-
siderably low. The sustainability and electricity cost depends 
on the source of energy (Vocciante et al., 2021), but for 
simplicity, the average price in Sweden is used, 0.05 USD/
kWh, and of which ~ 50% have a renewable origin (water 
and wind) (The Swedish Consumer Energy Markets Bureau 
n.d.). This results in an electricity cost of 900 USD to treat 
1 tonne sediment, which is negligible compared to the cost 
for electrodes. As discussed for Fenton, electrode prices 
may be reduced if many electrodes are bought. In these 
simplified assumptions, it is seen that for small quantities 
of sediment (< 0.2 tonnes) Fenton’s reagent is cheaper than 
electrochemical degradation due to the high initial cost of 
electrodes. For sediment masses > 0.2 tonnes, electrolysis 
might be a more economic option. However, when scal-
ing up the methods to treat tonnes of masses, the true cost 
would most likely differ in comparison to the cost for labo-
ratory-scale experiments.

Conclusions

This study investigated whether oxidation by either Fen-
ton’s reagent or electrochemical treatment could remove 
organotin compounds and metals from contaminated 
dredged marine sediment. Both methods were found to 
be effective in reducing the TBT content in the sediments, 
showing that the methods have the potential to be scaled up 
and possibly used on-site to treat contaminated sediments. 
For spiked sediments, a removal rate of > 98% TBT was 
achieved, whereas the removal efficiencies were lower for 
the original sediment (64% Fenton and 58% electrolysis). 
The TBT concentration in spiked water was reduced down 
to < 20 ng/L, demonstrating that TBT sorbed to sediment 
is more difficult to treat than TBT solved in water. For the 
electrochemical treatment, TBT removal was positively 
correlated with the applied current per mass unit sedi-
ment. For Fenton’s reagent, the added amount of  H2O2 was 
positively correlated with TBT removal, while the addi-
tion of  Fe2+ seems to be less important for the removal, 
probably due to the natural  Fe2+ content in the sediment. 
Both methods reduced metal contents in the sediments, but 
Fenton-treated sediment showed a slightly higher metal 
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reduction, in particular for Cd, Cu, and Zn. The low pH 
after Fenton treatment implies that additional measures 
are required to handle the sediment, whether it is due for 
disposal or reuse, e.g., as filling materials or in construc-
tion. The pH of the electrochemically treated sediment, on 
the other hand, was relatively unaffected compared to the 
original samples, why the electrochemically treated sedi-
ment may be more suitable for direct use. Fenton’s reagent 
may be a suitable option for treatment of heavily metal-
polluted sediment, but for treatment of large quantities of 
TBT contaminated sediment electrochemical degradation 
could be a more appropriate option. To sum up, this study 
discusses two promising methods for degrading organotin 
compounds in sediments, but before application, at full 
scale, further studies on the occurring reactions and poten-
tial production of toxic byproducts are recommended, as 
well as optimizing the contaminant removal. Potentially, 
these methods could be combined with other advanced 
oxidation methods to achieve an even more efficient TBT 
degradation and higher metal recovery. The findings from 
this study may be useful for sediment managers who need 
to reduce TBT and metal content in sediments.

Supplementary Information The online version contains supplemen-
tary material available at https:// doi. org/ 10. 1007/ s11356- 021- 17554-8.

Acknowledgements Dr. Amir Saeid Mohammadi is acknowledged for 
his assistance with the laboratory work. Samuel Lorentzson is acknowl-
edged for his work with the electrolysis of TBT-contaminated water. 
Anna Wilhelmsson (COWI), Kristina Bernstén (COWI), PEAB, and 
the Port of Gothenburg are thanked for enabling the sediment sampling 
session.

Author contribution Conceptualization, methodology and formal 
analysis: AN, CL, OM, AMS; investigation: AN, CL; visualization: 
AN, OM; writing—original draft: AN, CL, OM, AMS, KKF; writ-
ing—review and editing: AN, CL, OM, AMS, KKF, SR, YAS; funding 
acquisition: AMS, KKF, SR, YAS; All authors read and approved the 
final manuscript.

Funding Open access funding provided by Chalmers University 
of Technology. This work was supported by the Swedish Research 
Council for Environmental, Agricultural Sciences and Spatial Plan-
ning (Formas) (Reg. No.: 2015–01588); RE: Source (2018–002155); 
and the IMMERSE—Implementing Measures for Sustainable Estuar-
ies, an Interreg project supported by the North Sea Programme of the 
European Regional Development Fund of the European Union.

Availability of data and materials The datasets used and/or analyzed 
during the current study are available from the corresponding author 
on reasonable request.

Declarations 

Ethics approval and consent to participate Not applicable.

Consent for publication Not applicable.

Competing interests The authors declare no competing interests.

Open Access This article is licensed under a Creative Commons Attri-
bution 4.0 International License, which permits use, sharing, adapta-
tion, distribution and reproduction in any medium or format, as long 
as you give appropriate credit to the original author(s) and the source, 
provide a link to the Creative Commons licence, and indicate if changes 
were made. The images or other third party material in this article are 
included in the article's Creative Commons licence, unless indicated 
otherwise in a credit line to the material. If material is not included in 
the article's Creative Commons licence and your intended use is not 
permitted by statutory regulation or exceeds the permitted use, you will 
need to obtain permission directly from the copyright holder. To view a 
copy of this licence, visit http:// creat iveco mmons. org/ licen ses/ by/4. 0/.

References

Acar YB, Alshawabkeh AN (1996) Electrokinetic remediation. I: 
Pilot-scale tests with lead-spiked kaolinite. Journal of Geotech-
nical Engineering 122:173–185. https:// doi. org/ 10. 1061/ (asce) 
0733- 9410(1996) 122: 3(173)

Antizar-Ladislao B (2008) Environmental levels, toxicity and human 
exposure to tributyltin (TBT)-contaminated marine environ-
ment. a review. Environ Int 34:292–308. https:// doi. org/ 10. 
1016/j. envint. 2007. 09. 005

Arevalo E, Calmano W (2007) Studies on electrochemical treat-
ment of wastewater contaminated with organotin compounds. 
J Hazard Mater 146:540–545. https:// doi. org/ 10. 1016/j. jhazm 
at. 2007. 04. 074

Arevalo E, Keller A, Stichnothe H, Calmano W (2004) Optimisation 
of the operation of an electrochemical process to treat TBT-
contaminated sediments on a pilot scale. Acta Hydroch Hydrob 
32:401–410. https:// doi. org/ 10. 1002/ aheh. 20030 0549

Ayanda OS, Fatoki OS, Adekola FA, Ximba BJ (2012) Fate and 
remediation of organotin compounds in seawaters and soils. 
Chemical Science Transactions 1:470–481. https:// doi. org/ 10. 
7598/ cst20 12. 177

Benatti CT, Tavares CR, Guedes TA (2006) Optimization of Fenton’s 
oxidation of chemical laboratory wastewaters using the response 
surface methodology. J Environ Manage 80:66–74. https:// doi. 
org/ 10. 1016/j. jenvm an. 2005. 08. 014

Brosillon S, Bancon-Montigny C, Mendret J (2016) Photo-oxidation 
of tributyltin, dibutyltin and monobutyltin in water and marine 
sediments. Int J Chem Reactor Eng 14. https:// doi. org/ 10. 1515/ 
ijcre- 2014- 0127

Brosillon S, Bancon-Montigny C, Mendret J (2014) Study of photo-
catalytic degradation of tributyltin, dibutylin and monobutyltin 
in water and marine sediments. Chemosphere 109:173–179. 
https:// doi. org/ 10. 1016/j. chemo sphere. 2014. 02. 008

Burton ED, Phillips IR, Hawker DW (2006) Tributyltin partitioning 
in sediments: effect of aging. Chemosphere 63:73–81. https:// 
doi. org/ 10. 1016/j. chemo sphere. 2005. 07. 048

Canadian Council of Ministers of the Environment, n.d. Canadian 
Environmental Quality Guidelines. http:// st- ts. ccme. ca/ en/ 
index. html (accessed 2018–09–20)

Carbajo J, Silveira JE, Pliego G, Zazo JA, Casas JA (2021) Increas-
ing photo-Fenton process efficiency: the effect of high tempera-
tures. Sep Purif Technol 271. https:// doi. org/ 10. 1016/j. seppur. 
2021. 118876

Direktoratsgruppen vanndirektivet, 2018. Veileder 02:2018 
Klassifisering.

Dowson PH, Bubb JM, Lester JN (1996) Persistence and degradation 
pathways of tributyltin in freshwater and estuarine sediments. 

https://doi.org/10.1007/s11356-021-17554-8
http://creativecommons.org/licenses/by/4.0/
https://doi.org/10.1061/(asce)0733-9410(1996)122:3(173)
https://doi.org/10.1061/(asce)0733-9410(1996)122:3(173)
https://doi.org/10.1016/j.envint.2007.09.005
https://doi.org/10.1016/j.envint.2007.09.005
https://doi.org/10.1016/j.jhazmat.2007.04.074
https://doi.org/10.1016/j.jhazmat.2007.04.074
https://doi.org/10.1002/aheh.200300549
https://doi.org/10.7598/cst2012.177
https://doi.org/10.7598/cst2012.177
https://doi.org/10.1016/j.jenvman.2005.08.014
https://doi.org/10.1016/j.jenvman.2005.08.014
https://doi.org/10.1515/ijcre-2014-0127
https://doi.org/10.1515/ijcre-2014-0127
https://doi.org/10.1016/j.chemosphere.2014.02.008
https://doi.org/10.1016/j.chemosphere.2005.07.048
https://doi.org/10.1016/j.chemosphere.2005.07.048
http://st-ts.ccme.ca/en/index.html
http://st-ts.ccme.ca/en/index.html
https://doi.org/10.1016/j.seppur.2021.118876
https://doi.org/10.1016/j.seppur.2021.118876


Environmental Science and Pollution Research 

1 3

Estuar Coast Shelf Sci 42:551–562. https:// doi. org/ 10. 1006/ 
ecss. 1996. 0036

Du J, Chadalavada S, Chen Z, Naidu R (2014) Environmental reme-
diation techniques of tributyltin contamination in soil and water: 
a review. Chem Eng J 235:141–150. https:// doi. org/ 10. 1016/j. 
cej. 2013. 09. 044

Duarte, J.L.S., Meili, L., Gomes, L.M., Melo, J.M.O., Ferro, A.B., 
Tavares, M.G., Tonholo, J., Zanta, C.L.P.S., 2019. Electro-
chemical degradation of 17-α-methyltestosterone over DSA® 
electrodes. Chemical Engineering and Processing—Process 
Intensification 142. https:// doi. org/ 10. 1016/j. cep. 2019. 107548

European Commision, 2005. Common implementation strategy for 
the water framework directive priority substance no. 30 tribu-
tyltin compounds (TBT-ion). Environmental Quality Standards 
(EQS) Substance Data Sheet, Brussels, 15 January 2005

European Standard, 2012. Sludge, treated biowaste, soil and waste—
determination of total organic carbon (TOC) by dry combustion 
(EN 15936:2012).

European Standard, 2001. Characterization of waste—determination 
of total organic carbon (TOC) in waste, sludges and sediments 
(EN 13137:2002)

Ferrarese, E., Andreottola, G., 2010. Application of electrochemical 
techniques for the remediation of soils contaminated with organic 
pollutants. Proceedings of the Annual International Conference 
on Soils, Sediments, Water and Energy 13.

Fisher Scientific, n.d. Hydrogen peroxide, 30% (certified ACS), Fisher 
Chemical™. https:// www. fishe rsci. com/ shop/ produ cts/ hydro 
gen- perox ide- 30- certi fied- acs- fisher- chemi cal-6/ H3253 0GAL 
(accessed 2021–06–09)

Flotron V, Delteil C, Padellec Y, Camel V (2005) Removal of sorbed 
polycyclic aromatic hydrocarbons from soil, sludge and sedi-
ment samples using the Fenton’s reagent process. Chemosphere 
59:1427–1437. https:// doi. org/ 10. 1016/j. chemo sphere. 2004. 12. 
065

Galbács, Z.M., Csányi, L.J., 1983. Alkali-induced decomposition of 
hydrogen peroxide. J. Chem. Soc., Dalton Trans., 2353–2357. 
https:// doi. org/ 10. 1039/ dt983 00023 53

Gambrell RP, Wiesepape JB, Patrick WH, Duff MC (1991) The effects 
of pH, redox, and salinity on metal release from a contaminated 
sediment. Water Air Soil Pollut 57–58:359–367. https:// doi. org/ 
10. 1007/ bf002 82899

Ganiyu SO, Martínez-Huitle CA (2021) Coupling of anodic oxida-
tion and soil remediation processes. In: Rodrigo MA, Dos Santos 
EV (eds) Electrochemically assisted remediation of contaminated 
soils: fundamentals, technologies, combined processes and pre-
pilot and scale-up applications. Springer International Publishing, 
Cham, pp 199–219

Garcia-Segura S, Brillas E (2017) Applied photoelectrocatalysis on 
the degradation of organic pollutants in wastewaters. J Photochem 
Photobiol, C 31:1–35. https:// doi. org/ 10. 1016/j. jphot ochem rev. 
2017. 01. 005

Gibbs PE, Bryan GW, Pascoe PL (1991) TBT-induced imposex in 
the dogwhelk, Nucella lapillus: geographical uniformity of the 
response and effects. Mar Environ Res 32:79–87. https:// doi. org/ 
10. 1016/ 0141- 1136(91) 90035-7

Hoch M (2001) Organotin compounds in the environment—an over-
view. Appl Geochem 16:719–743. https:// doi. org/ 10. 1016/ S0883- 
2927(00) 00067-6

Homem V, Dias Z, Santos L, Alves A (2009) Preliminary feasibility 
study of benzo(a)pyrene oxidative degradation by Fenton treat-
ment. J Environ Public Health 2009:149034. https:// doi. org/ 10. 
1155/ 2009/ 149034

International Organization for Standardization, 2009. Soil quality—
determination of particle size distribution in mineral soil mate-
rial—method by sieving and sedimentation (ISO 11277:2009)

International Organization for Standardization, 1995. Soil quality—
determination of organic and total carbon after dry combustion 
(elementary analysis) (ISO 10694:1995)

International Organization for Standardization, 2011. Soil quality—
determination of selected organotin compounds - Gas-chromato-
graphic method (ISO 23161:2011)

International Organization for Standardization, 2004. Water quality—
determination of selected organotin compounds – Gas chromato-
graphic method (ISO 17353:2004)

Jasper JT, Yang Y, Hoffmann MR (2017) Toxic byproduct formation 
during electrochemical treatment of latrine wastewater. Envi-
ron Sci Technol 51:7111–7119. https:// doi. org/ 10. 1021/ acs. est. 
7b010 02

Kaczur JJ (1996) Oxidation chemistry of chloric acid in NOx/SOx and 
air toxic metal removal from gas streams. Environ Prog 15:245–
254. https:// doi. org/ 10. 1002/ ep. 67015 0414

Kalmykova Y, Strömvall A-M, Steenari BM (2008) Alternative mate-
rials for adsorption of heavy metals and petroleum hydrocarbons 
from contaminated leachates. Environ Technol 29:111–122. 
https:// doi. org/ 10. 1080/ 09593 33080 20094 44

Kawahara FK, Davila B, Al-Abed SR, Vesper SJ, Ireland JC, Rock S 
(1995) Polynuclear aromatic hydrocarbon (PAH) release from 
soil during treatment with Fenton’s reagent. Chemosphere 
31:4131–4142. https:// doi. org/ 10. 1016/ 0045- 6535(95) 80013-b

Kraft A (2007) Doped diamond: a compact review on a new, versatile 
electrode material. Int J Electrochem Sc 2:355–385

Krishnan, S., Rawindran, H., Sinnathambi, C.M., Lim, J.W., 2017. 
Comparison of various advanced oxidation processes used in 
remediation of industrial wastewater laden with recalcitrant pol-
lutants. IOP Conf. Series: Materials Science and Engineering.

Kuo WG (1992) Decolorizing dye wastewater with Fenton’s reagent. 
Water Res 26:881–886. https:// doi. org/ 10. 1016/ 0043- 1354(92) 
90192-7

Lagerström M, Strand J, Eklund B, Ytreberg E (2017) Total tin and 
organotin speciation in historic layers of antifouling paint on 
leisure boat hulls. Environ Pollut 220:1333–1341. https:// doi. 
org/ 10. 1016/j. envpol. 2016. 11. 001

Lu HF, Chen HF, Kao CL, Chao I, Chen HY (2018) A computa-
tional study of the Fenton reaction in different pH ranges. Phys 
Chem Chem Phys 20:22890–22901. https:// doi. org/ 10. 1039/ 
c8cp0 4381g

Lu X-R, Ding M-H, Zhang C, Tang W-Z (2019) Comparative study 
on stability of boron doped diamond coated titanium and niobium 
electrodes. Diam Relat Mater 93:26–33. https:// doi. org/ 10. 1016/j. 
diamo nd. 2019. 01. 010

Mecozzi R, Di Palma L, Gonzini O (2011) Effect of acidification and 
modified Fenton treatment on a contaminated harbour sediment. 
Chem Ecol 27:153–160. https:// doi. org/ 10. 1080/ 02757 540. 2011. 
534237

Meric S, Kaptan D, Olmez T (2004) Color and COD removal from 
wastewater containing Reactive Black 5 using Fenton’s oxida-
tion process. Chemosphere 54:435–441. https:// doi. org/ 10. 1016/j. 
chemo sphere. 2003. 08. 010

Miljødirektoratet (2016) Grenseverdier for klassifisering av vann, sedi-
ment og biota [Quality standards for water, sediment and biota]

Modin O, Fukushi K (2012) Development and testing of bioelectro-
chemical reactors converting wastewater organics into hydrogen 
peroxide. Water Sci Technol 66:831–836. https:// doi. org/ 10. 2166/ 
wst. 2012. 255

Modin O, Wang X, Wu X, Rauch S, Karlfeldt Fedje K (2012) Bioelec-
trochemical recovery of Cu, Pb, Cd, and Zn from dilute solutions. 
J Hazard Mater 235–236:291–297. https:// doi. org/ 10. 1016/j. jhazm 
at. 2012. 07. 058

Moreira FC, Boaventura RAR, Brillas E, Vilar VJP (2017) Elec-
trochemical advanced oxidation processes: a review on their 

https://doi.org/10.1006/ecss.1996.0036
https://doi.org/10.1006/ecss.1996.0036
https://doi.org/10.1016/j.cej.2013.09.044
https://doi.org/10.1016/j.cej.2013.09.044
https://doi.org/10.1016/j.cep.2019.107548
https://www.fishersci.com/shop/products/hydrogen-peroxide-30-certified-acs-fisher-chemical-6/H32530GAL
https://www.fishersci.com/shop/products/hydrogen-peroxide-30-certified-acs-fisher-chemical-6/H32530GAL
https://doi.org/10.1016/j.chemosphere.2004.12.065
https://doi.org/10.1016/j.chemosphere.2004.12.065
https://doi.org/10.1039/dt9830002353
https://doi.org/10.1007/bf00282899
https://doi.org/10.1007/bf00282899
https://doi.org/10.1016/j.jphotochemrev.2017.01.005
https://doi.org/10.1016/j.jphotochemrev.2017.01.005
https://doi.org/10.1016/0141-1136(91)90035-7
https://doi.org/10.1016/0141-1136(91)90035-7
https://doi.org/10.1016/S0883-2927(00)00067-6
https://doi.org/10.1016/S0883-2927(00)00067-6
https://doi.org/10.1155/2009/149034
https://doi.org/10.1155/2009/149034
https://doi.org/10.1021/acs.est.7b01002
https://doi.org/10.1021/acs.est.7b01002
https://doi.org/10.1002/ep.670150414
https://doi.org/10.1080/09593330802009444
https://doi.org/10.1016/0045-6535(95)80013-b
https://doi.org/10.1016/0043-1354(92)90192-7
https://doi.org/10.1016/0043-1354(92)90192-7
https://doi.org/10.1016/j.envpol.2016.11.001
https://doi.org/10.1016/j.envpol.2016.11.001
https://doi.org/10.1039/c8cp04381g
https://doi.org/10.1039/c8cp04381g
https://doi.org/10.1016/j.diamond.2019.01.010
https://doi.org/10.1016/j.diamond.2019.01.010
https://doi.org/10.1080/02757540.2011.534237
https://doi.org/10.1080/02757540.2011.534237
https://doi.org/10.1016/j.chemosphere.2003.08.010
https://doi.org/10.1016/j.chemosphere.2003.08.010
https://doi.org/10.2166/wst.2012.255
https://doi.org/10.2166/wst.2012.255
https://doi.org/10.1016/j.jhazmat.2012.07.058
https://doi.org/10.1016/j.jhazmat.2012.07.058


 Environmental Science and Pollution Research

1 3

application to synthetic and real wastewaters. Appl Catal B 
202:217–261. https:// doi. org/ 10. 1016/j. apcatb. 2016. 08. 037

Murugananthan M, Yoshihara S, Rakuma T, Shirakashi T (2008) Min-
eralization of bisphenol A (BPA) by anodic oxidation with boron-
doped diamond (BDD) electrode. J Hazard Mater 154:213–220. 
https:// doi. org/ 10. 1016/j. jhazm at. 2007. 10. 011

Neyens E, Baeyens J (2003) A review of classic Fenton’s peroxidation 
as an advanced oxidation technique. J Hazard Mater 98:33–50. 
https:// doi. org/ 10. 1016/ s0304- 3894(02) 00282-0

Nidheesh PV (2015) Heterogeneous Fenton catalysts for the abatement 
of organic pollutants from aqueous solution: a review. RSC Adv 
5:40552–40577. https:// doi. org/ 10. 1039/ c5ra0 2023a

Norén A, Karlfeldt Fedje K, Strömvall A-M, Rauch S, Andersson-
Sköld Y (2020) Integrated assessment of management strategies 
for metal-contaminated dredged sediments—what are the best 
approaches for ports, marinas and waterways? Sci Total Environ 
716:135510. https:// doi. org/ 10. 1016/j. scito tenv. 2019. 135510

Norén A, Karlfeldt Fedje K, Strömvall A-M, Rauch S, Andersson-
Sköld Y (2021) Low impact leaching agents as remediation 
media for organotin and metal contaminated sediments. J Envi-
ron Manage 282:111906. https:// doi. org/ 10. 1016/j. jenvm an. 2020. 
111906

Pedersen KB, Lejon T, Jensen PE, Ottosen LM (2017) Simultaneous 
electrodialytic removal of PAH, PCB, TBT and heavy metals from 
sediments. J Environ Manage 198:192–202. https:// doi. org/ 10. 
1016/j. jenvm an. 2017. 04. 075

Pignatello JJ, Oliveros E, MacKay A (2006) Advanced oxidation pro-
cesses for organic contaminant destruction based on the Fenton 
reaction and related chemistry. Crit Rev Environ Sci Technol 
36:1–84. https:// doi. org/ 10. 1080/ 10643 38050 03265 64

Polcaro AM, Vacca A, Mascia M, Palmas S, Rodiguez Ruiz J (2009) 
Electrochemical treatment of waters with BDD anodes: kinetics 
of the reactions involving chlorides. J Appl Electrochem 39:2083–
2092. https:// doi. org/ 10. 1007/ s10800- 009- 9870-x

Poza-Nogueiras V, Rosales E, Pazos M, Sanroman MA (2018) Current 
advances and trends in electro-Fenton process using heterogene-
ous catalysts—a review. Chemosphere 201:399–416. https:// doi. 
org/ 10. 1016/j. chemo sphere. 2018. 03. 002

Rao KS, Mohapatra M, Anand S, Venkateswarlu P (2011) Review on 
cadmium removal from aqueous solutions. Int J Eng Sci Technol 
2. https:// doi. org/ 10. 4314/ ijest. v2i7. 63747

Rubio-Clemente A, Chica E, Peñuela GA (2019) Benzo[a]pyrene 
emerging micropollutant oxidation under the action of Fenton 
reactants in real surface water: process optimization and appli-
cation. Polycyclic Aromat Compd 41:95–108. https:// doi. org/ 10. 
1080/ 10406 638. 2019. 15709 50

Saeki K, Nabeshima A, Kunito T, Oshima Y (2007) The stability of 
butyltin compounds in a dredged heavily-contaminated sediment. 
Chemosphere 68:1114–1119. https:// doi. org/ 10. 1016/j. chemo 
sphere. 2007. 01. 074

SGU, 2017. Klassning av halter av organiska föroreningar i sediment.
Silva KNO, Araújo KCF, da Silva DR, Martínez-Huitle CA, Santos, 

E.V.d., (2021) Persulfate-soil washing: the green use of persulfate 
electrochemically generated with diamond electrodes for depol-
luting soils. J Electroanal Chem 895. https:// doi. org/ 10. 1016/j. 
jelec hem. 2021. 115498

Sousa ACA, Pastorinho MR, Takahashi S, Tanabe S (2013) History on 
organotin compounds, from snails to humans. Environ Chem Lett 
12:117–137. https:// doi. org/ 10. 1007/ s10311- 013- 0449-8

Stewart C, de Mora SJ (1990) A review of the degradation of tri(n-
butyl)tin in the marine environment. Environ Technol 11:565–
570. https:// doi. org/ 10. 1080/ 09593 33900 93848 97

Stichnothe H, Calmano W, Arevalo E, Keller A, Thöming J (2005) 
TBT-contaminated sediments: treatment in a pilot scale (9 pp). J 
Soils Sediments 5:21–29. https:// doi. org/ 10. 1065/ jss20 05. 01. 128

Stichnothe H, Keller A, Thoming J, Lohmann N, Calmano W (2002) 
Reduction of tributyltin (TBT) and other organic pollutants of 
concern in contaminated sediments by means of an electrochemi-
cal oxidation. Acta Hydroch Hydrob 30:87–93. https:// doi. org/ 10. 
1002/ 1521- 401X(200211) 30:2/ 3% 3c87:: AID- AHEH87% 3e3.0. 
CO;2-A

Swedish Standard Institute (1981) Determination of dry matter and 
ignition residue in water, sludge and sediment (SS-EN 028113)

Swedish Standard Institute (2016a) Water quality—application of 
inductively coupled plasma mass spectrometry (ICP-MS)—Part 
1: General guidelines (ISO 17294–1:2016)

Swedish Standard Institute (2016b) Water quality—application of 
inductively coupled plasma mass spectrometry (ICP-MS)—Part 
2: Determination of selected elements including uranium isotopes 
(ISO 17294–2:2016)

Tang WZ, Huang CP (1997) Stochiometry of Fenton’s reagent in 
the oxidation of chlorinated aliphatic organic pollutants. Envi-
ron Technol 18:13–23. https:// doi. org/ 10. 1080/ 09593 330. 1997. 
96184 67

The Swedish Consumer Energy Markets Bureau, n.d. Månadspriser 
på elbörsen [Monthly prices on the electricity exchange]. https:// 
www. energ imark nadsb yran. se/ el/ dina- avtal- och- kostn ader/ elpri 
ser- stati stik/ manad spris er- pa- elbor sen/ (accessed 2021–06–07)

U’Ren SC (1983) Acute toxicity of bis(tributyltin) oxide to a marine 
copepod. Mar Pollut Bull 14:303–306. https:// doi. org/ 10. 1016/ 
0025- 326x(83) 90540-4

U.S. EPA. 1994. Determination of trace elements in waters and wastes 
by inductively coupled plasma-mass spectrometry. Method 200.8. 
Revision 5.4. Cincinnati, OH

Velichkova F, Delmas H, Julcour C, Koumanova B (2017) Heterogene-
ous Fenton and photo-fenton oxidation for paracetamol removal 
using iron containing ZSM-5 zeolite as catalyst. AIChE J 63:669–
679. https:// doi. org/ 10. 1002/ aic. 15369

Viglino L, Pelletier E, St-Louis R (2004) Highly persistent butyltins in 
northern marine sediments: a long-term threat for the Saguenay 
Fjord (Canada). Environ Toxicol Chem 23:2673–2681. https:// 
doi. org/ 10. 1897/ 03- 674

Vocciante M, Dovì VG, Ferro S (2021) Sustainability in electroki-
netic remediation processes: a critical analysis. Sustainability 13. 
https:// doi. org/ 10. 3390/ su130 20770

Wang S (2008) A comparative study of Fenton and Fenton-like reaction 
kinetics in decolourisation of wastewater. Dyes Pigm 76:714–720. 
https:// doi. org/ 10. 1016/j. dyepig. 2007. 01. 012

Wang S, Mulligan CN (2009) Enhanced mobilization of arsenic and 
heavy metals from mine tailings by humic acid. Chemosphere 
74:274–279. https:// doi. org/ 10. 1016/j. chemo sphere. 2008. 09. 040

Wang X, Zhang L (2018) Kinetic study of hydroxyl radical formation 
in a continuous hydroxyl generation system. RSC Adv 8:40632–
40638. https:// doi. org/ 10. 1039/ c8ra0 8511k

Wang Y, Zhang H, Feng Y, Li B, Yu M, Xu X, Cai L (2019) Bio-
electron-Fenton (BEF) process driven by sediment microbial fuel 
cells (SMFCs) for antibiotics desorption and degradation. Biosens 
Bioelectron 136:8–15. https:// doi. org/ 10. 1016/j. bios. 2019. 04. 009

Watts RJ, Stanton PC, Howsawkeng J, Teel AL (2002) Mineralization 
of a sorbed polycyclic aromatic hydrocarbon in two soils using 
catalyzed hydrogen peroxide. Water Res 36:4283–4292. https:// 
doi. org/ 10. 1016/ s0043- 1354(02) 00142-2

Yan DY, Liu T, Lo IM (2015) Treatment of urban river contaminated 
sediment with ex situ advanced oxidation processes: technical 

https://doi.org/10.1016/j.apcatb.2016.08.037
https://doi.org/10.1016/j.jhazmat.2007.10.011
https://doi.org/10.1016/s0304-3894(02)00282-0
https://doi.org/10.1039/c5ra02023a
https://doi.org/10.1016/j.scitotenv.2019.135510
https://doi.org/10.1016/j.jenvman.2020.111906
https://doi.org/10.1016/j.jenvman.2020.111906
https://doi.org/10.1016/j.jenvman.2017.04.075
https://doi.org/10.1016/j.jenvman.2017.04.075
https://doi.org/10.1080/10643380500326564
https://doi.org/10.1007/s10800-009-9870-x
https://doi.org/10.1016/j.chemosphere.2018.03.002
https://doi.org/10.1016/j.chemosphere.2018.03.002
https://doi.org/10.4314/ijest.v2i7.63747
https://doi.org/10.1080/10406638.2019.1570950
https://doi.org/10.1080/10406638.2019.1570950
https://doi.org/10.1016/j.chemosphere.2007.01.074
https://doi.org/10.1016/j.chemosphere.2007.01.074
https://doi.org/10.1016/j.jelechem.2021.115498
https://doi.org/10.1016/j.jelechem.2021.115498
https://doi.org/10.1007/s10311-013-0449-8
https://doi.org/10.1080/09593339009384897
https://doi.org/10.1065/jss2005.01.128
https://doi.org/10.1002/1521-401X(200211)30:2/3%3c87::AID-AHEH87%3e3.0.CO;2-A
https://doi.org/10.1002/1521-401X(200211)30:2/3%3c87::AID-AHEH87%3e3.0.CO;2-A
https://doi.org/10.1002/1521-401X(200211)30:2/3%3c87::AID-AHEH87%3e3.0.CO;2-A
https://doi.org/10.1080/09593330.1997.9618467
https://doi.org/10.1080/09593330.1997.9618467
https://www.energimarknadsbyran.se/el/dina-avtal-och-kostnader/elpriser-statistik/manadspriser-pa-elborsen/
https://www.energimarknadsbyran.se/el/dina-avtal-och-kostnader/elpriser-statistik/manadspriser-pa-elborsen/
https://www.energimarknadsbyran.se/el/dina-avtal-och-kostnader/elpriser-statistik/manadspriser-pa-elborsen/
https://doi.org/10.1016/0025-326x(83)90540-4
https://doi.org/10.1016/0025-326x(83)90540-4
https://doi.org/10.1002/aic.15369
https://doi.org/10.1897/03-674
https://doi.org/10.1897/03-674
https://doi.org/10.3390/su13020770
https://doi.org/10.1016/j.dyepig.2007.01.012
https://doi.org/10.1016/j.chemosphere.2008.09.040
https://doi.org/10.1039/c8ra08511k
https://doi.org/10.1016/j.bios.2019.04.009
https://doi.org/10.1016/s0043-1354(02)00142-2
https://doi.org/10.1016/s0043-1354(02)00142-2


Environmental Science and Pollution Research 

1 3

feasibility, environmental discharges and cost-performance anal-
ysis. Environ Technol 36:2060–2068. https:// doi. org/ 10. 1080/ 
09593 330. 2015. 10199 34

Yebra DM, Kiil S, Dam-Johansen K (2004) Antifouling technology—
past, present and future steps towards efficient and environmen-
tally friendly antifouling coatings. Prog Org Coat 50:75–104. 
https:// doi. org/ 10. 1016/j. porgc oat. 2003. 06. 001

Zang F, Wang S, Nan Z, Ma J, Wang Y, Chen Y, Zhang Q, Li Y (2017) 
Influence of pH on the release and chemical fractionation of heavy 
metals in sediment from a suburban drainage stream in an arid 

mine-based oasis. J Soils Sediments 17:2524–2536. https:// doi. 
org/ 10. 1007/ s11368- 017- 1730-4

Zito RR (2020) The movement of inorganic cadmium through the envi-
ronment. Mathematical Foundations of System Safety Engineer-
ing. https:// doi. org/ 10. 1007/ 978-3- 030- 26241-9_ 17

Publisher's Note Springer Nature remains neutral with regard to 
jurisdictional claims in published maps and institutional affiliations.

https://doi.org/10.1080/09593330.2015.1019934
https://doi.org/10.1080/09593330.2015.1019934
https://doi.org/10.1016/j.porgcoat.2003.06.001
https://doi.org/10.1007/s11368-017-1730-4
https://doi.org/10.1007/s11368-017-1730-4
https://doi.org/10.1007/978-3-030-26241-9_17

	Removal of organotin compounds and metals from Swedish marine sediment using Fenton’s reagent and electrochemical treatment
	Abstract
	Introduction
	Materials and methods
	Sampling
	Sample preparation and analysis
	Fenton’s reagent experimental setup
	Electrochemical experimental setup
	Spiked sediment and water
	Original sediment


	Results and discussion
	Characterization of sediment
	Organotin removal
	Fenton’s reagent experiments
	Electrochemical experiments
	Metal removal 


	Method comparison

	Conclusions
	Acknowledgements 
	References


