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Abstract—The performance of two plant-based surfactants in 

the removal of heavy metals (Cu, Cd, Pb and Zn) from soil was 

studied ex-situ. Experimental parameters were: six soil-solution 

ratios (1:10, 1:20, 1:30, 1:40, 1:50 and 1:60), six surfactant 

concentrations (0, 1, 2, 3, 4, 5 and 6% by mass), seven washing 

times (2, 3, 4, 6, 8, 24, and 48 hr) and four pH values of the 

washing solution (3, 4, 5 and 6). In general, removal efficiency 

increased with an increase in surfactant concentration, time and 

soil-solution ratio but decreased with increase in the pH of 

washing solution. The removal of heavy metals was in the 

following range: Cu, Cd, Zn and Pb for both surfactants 

reaching up to 90%, 80%, 53% and 52% respectively. The 

overall performance of the batch washing process indicates that 

both surfactants were very effective in soil washing. The 

effectiveness of these surfactants is due to their ability to form 

micelles and subsequent removal of heavy metals from the soil 

surface by reducing the interfacial tension. Both surfactants 

have the advantages of being environment-friendly and cost 

effective. 

 
Index Terms—Soil washing, heavy metals, soapnut, shikakai.  

 

I. INTRODUCTION 

Soil contamination resulting from activities such as mining, 

automobile manufacturing, battery production, agriculture, 

smelting as well as other forms of waste pollution on 

environment and public health have been widely reported 

[1]-[3]. The commonly found heavy metals in soil include 

lead, nickel, mercury, arsenic, chromium, cadmium, zinc, 

and copper. Most of these heavy metals exist as cationic (lead, 

zinc and copper) and anionic (arsenic and chromium) in soil 

that are moderately contaminated [4].  

In contaminated soil, these heavy metals might coexist in 

their different oxidation states and interact with other 

minerals or organic compounds, which undergo either 

oxidation or reduction under the influence of soil moisture 
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environment [5]. Soil washing may be carried out in-situ or 

ex-situ by means of water and steam, often aided by acids, 

surfactants as well as various chelating or cleaning agents. 

The application of several chemical reagents and 

biological extracts have been studied for their effectiveness 

in removing heavy metals and organic contaminants from 

soil. Saponin, a plant-based surfactant with distinctive 

foaming characteristics is gaining attention due to its 

potential in remediation of both organic and heavy metals 

contaminated soils. Many reported works have focused on 

the production and use of saponin from different species of 

plants and their comparison with other cleaning agents [6]. 

Sapindus mukorossi was applied for the removal of arsenic 

from iron rich soil [7], removal of cadmium and 

phenanthrene simultaneously [8], and removal of Cu, Pb and 

Zn by foam fractionation [9]. Purum and triterpene glycoside 

from quillaja bark have been used to remove Cu, Cd and Zn 

[1].  Saponin from Acacia concinna, known as shikakai, has 

long been used for traditional hair treatment in India but has 

not been used for soil remediation.  Therefore, this new 

low-cost and plant-based surfactant offers an attractive 

alternative to cleaning agents based on synthetic chemicals.  

The objective of this study was to compare the efficiencies 

of saponin derived from soapnut (SN) and shikakai (SH) for 

the remediation of Cu, Cd, Pb and Zn contaminated soil. 

Selection of best available saponin, which is effective and 

economical, will provide cheap and alternative means of soil 

cleaning.  

 

II. MATERIALS AND METHODS 

A. Soil Samples and Characterisation 

Clean and uncontaminated fine sand and garden topsoil 

were procured from a garden centre in Edinburgh. The soil 

samples were air dried and sieved through 2mm sieve to 

remove coarse sand and other aggregates. The soil was then 

homogenized and stored in plastic bags for subsequent use. A 

range of relevant soil parameters, such as pH, electrical 

conductivity, bulk density, porosity, particle size distribution, 

cation exchange capacity (CEC), organic matter and moisture 

content were determined. The pH values were measured 

using pH/ ORP-999 probe. 20g of soil was added to 50ml of 

distilled water before being shaken and left for 1 hour prior to 

taking measurements with the probe following the standard 

EPA method (9045C). The results were then multiplied by a 

relevant conversion factor for each soil type following a 

method suggested elsewhere [10]. The bulk density and 

porosity of each soil type was calculated using a standard 

method [11]. The standard oven drying method was used to 
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determine moisture content (method AS1289 B1.1). The 

organic matter content of each sample was analysed by a 

standard method of acid digestion (EPA 3050B); the 

difference in mass was measured before and after  to quantify 

the organic matter content. The initial soil characteristics are 

shown in Table II.  

B. Soil Contamination Procedure 

The soil spiking with heavy metals was carried out to 

increase the contents of Pb, Cu, Cd and Zn. About 4 kg of dry 

soil were contaminated with 3 litres of distilled water 

containing dissolved cadmium nitrate, (Cd(NO3)2.4H2O, 

copper sulphate Cu(SO4)2, Zinc nitrate, Zn(NO3)2. 6H2O and 

lead nitrate, Pb(NO3)2. These chemicals were supplied by 

Fisher Scientific Chemicals Ltd, UK. The solution was 

thoroughly mixed into slurry, before being left to age and 

cure for about 6 months with frequent mixing. After the 

period of curing, the slurry was air dried to a constant mass. 

The virgin soils and spiked soils were digested using a 

standard method (EPA 3050B); the liquid was filtered out 

and diluted to required volume and the filtrate was analysed 

using flame atomic absorption spectrophotometer (FAAS, 

Perkin Elmer Analyst 200, Shelton, CT, USA). Methods used 

were adopted from previous report on similar studies [12].   

C. Saponin Preparation 

A 20% stock solution of saponin was made up using 40g of 

certified pure dried organic soapnut powder 

(Sapindusmukorossi), produced by Davis Finest UK, and 

adding 200ml of distilled water. The solution was gently 

stirred for 3 hours at room temperature and then centrifuged 

at 7000 rpm for 15 minutes before being filtered using a 

method reported elsewhere [13]. Solutions such as 1%, 3% 

and 5% (w/v) were made by diluting the stock solution 

appropriately with distilled water. All solutions were freshly 

prepared on the day of use.  

 

III. RESULTS AND DISCUSSIONS 

Washing studies were conducted in batches to investigate 

the effect of surfactant concentration, soil solution ratio and 

pH on the removal of heavy metals from contaminated soil 

samples. Details of the experimental conditions are given in 

Table 1. Series of batch tests were conducted in 125 ml 

conical flask over rotary shaker at about 200-rpm for a known 

contact time at room temperature (240C); then samples were 

collected and centrifuged at 7000g for 15min [14]. The initial 

pH of the surfactant solution was modified either by addition 

of hydrochloric acid or sodium hydroxide. The supernatants 

were collected after filtration using Whatman 41 filter paper. 

The samples were preserved with drops of nitric acid and 

stored for inductively coupled plasma optical emission 

spectrometry (ICP OES) analysis. Distilled water was used 

for washing as control. The response was recorded as 

percentage of copper removed from the washing experiment 

and calculated using a similar equation as reported elsewhere 

[15]. 

Percentage copper removal (%) =
𝐶1𝑉1

𝐶𝑠𝑀𝑆
X 100       (1) 

where C1 (mg/l) and CS (mg/kg), are the concentrations of 

metal in supernatant and soil respectively; Vl is the volume of 
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supernatant (litres) and MS is the dry mass of the soil (kg).

The pH values of the solutions before washing and that of 

supernatants after washing were recorded. To ensure 

precision, all the experiments were performed in three 

replicates and results were presented as averages.

TABLE I: EXPERIMENTAL CONDITIONS AND VARIABLES FOR THE WASHING 

RROCESSES

Factors Symbol Levels

pH P 3 4 5 6

Soil-solution 

ratio

R 1:2

0

1:3

0

1:4

0

1:5

0

1:6

0

Surfactant 

concentratio

n (%) 

C 0% 1% 2% 3% 4% 5%

Shaking 

Time (hr)

T 2hr 3hr 4hr 6hr 8hr 24hr 48hr

TABLE II: SOIL PROPERTIES

Properties Values Units

Soil moisture content 23.1 %

Soil porosity 68 %

Soil pH in water 7.22

Soil bulk density 0.8 g/cm

Soil organic matter 

content

8 %

Soil particle size 2 mm

Heavy metal removal by batch experiments

A. Effect of Surfactant Concentration 

For this work, removal efficiency was calculated from Eqn 

1. The removal efficiency for Cu increased with increase in 

surfactant concentration for both surfactants used (Fig. 1).  

The highest removal efficiency of 82.84% was obtained for 3% 

soapnut concentration while the highest removal for shikakai 

was 73.61% at the same concentration. SN removed more Cu 

than SH while SH removed more Cd than soapnut. It was also 

observed that as the concentration of the surfactant increased 

from 3% to 5%, for both SN and SH, removal efficiency 

decreased. Therefore, it is recommended to use 3% (w/v) as 

the optimum surfactant concentration for both SN and SH for 

washing of similar soil types. In general, Cu and Cd had the 

higher removal than Zn and Pb. Similar trend was observed 

by other researchers [16].

B. Effect of pH

The effect of pH of the washing solution on the removal 

efficiency of heavy metals was studied in the range of 3- 6

(Fig. 2). It shows that heavy metal extraction is pH dependent. 

When the pH increases for SH, the removal efficiency 

gradually decreases in most of the heavy metals studied. 

However, SN showed a different trend as the removal 

efficiency abruptly increased when the pH was increased 

from 3 to 4 but decreased with increase in pH from 5 and 6.  

The maximum removal of Cu was obtained at pH 3 for SH 

and pH 4 for SN. SH showed the highest removal efficiency 

of 68.96% while SN recorded the highest removal efficiency 

of 55.66%.  As shown in Fig. 2, the removal efficiency for 

both surfactants decreased at pH 5 and 6. The two surfactants 

were more effective in removing Cu and Cd than Pb and Zn. 

This may be due to lower mobility of Pb and Zn in relation to 

Cu and Cd (1).  



  

 

 

Fig 1. Effect of SN and SH concentration on the removal of heavy metals 

from soils (Soil-solution ratio = 40, time is 6 hr).  Each point is the average of 

triplicate samples. Soapnut concentration (w/v) - SNC0 = 0%; SNC1 = 1%; 

SNC2 = 2%; SNC3 = 3%; SNC4 = 4%; SNC5= 5% w/v; Shikakai 

concentration (w/v) - SHC0 = 0%; SHC1 = 1%; SHC2 = 2%; SHC3 = 3%; 

SHC4 = 4%; SHC5= 5%. 

 

C. Effect of Soil-Solution Ratio 

 Soil-solution ratio is used to determine the amount of soils 

that can be effectively washed by a given quantity of 

surfactant solution. This is important in calculating the cost 

of remediating a given portion of land. In this study, six ratios 

were considered, and the results shown in Fig. 3. Again, SN 

and SH showed different trend in the removal efficiency 

obtained at different ratios. Increase in soil-solution favours 

SN from 10 to 40 (SNR1-SNR4) while there was general 

decrease from 50 to 60 (SNR5-SNR6). On the other hand, it 

was observed in SH that increase in soil-solution ratio causes 

the removal efficiency to decrease. The highest removal 

efficiency for SN was at SNR4 while that of SH was at SHR1 

(Fig. 2). The removal of Cu and Cd were generally higher for 

both surfactants while Zn and Pb removal was the least for 

SH and SN respectively.  

 

 

 

Fig 2. Effect of SN and SH pH on the removal of heavy metals from soils 

(Soil-solution ratio = 40, time is 6 hr concentration = 3).  Each point is the 

average of triplicate samples. SNP1 = 3; SNP2 = 4; SNP3 = 5; SNP4 = 6; 

SHP1 = 3; SHP2 = 4; SHP3 = 5; SHP4 = 6. 

 

D. Effect of Time 

The effect of time on extraction of heavy metals with SN 

and SH was studied in batch experiments from 2 to 48 hr. The 

results of this study are shown in Fig. 4. Removal efficiency 

of heavy metals was seen to increase with increase in time 

from 2 hr to 24 hr with both surfactants, but further increase 

from 24 hr to 48 hr caused continuous rise in removal 

efficiency with SN; however, it decreased the removal 

efficiency for SH. It could be observed from the results that 

24 hr is the optimum time for washing with SH while 48 hr 

showed higher removal efficiency for the SN. Again, 

removal of Cu and Cd were higher than Zn and Pb for both 

surfactants.   

 

 

Fig. 3. Effect of soil-solution ratio of SN and SH on the removal of heavy 

metals from soils (time = 6 hr concentration = 3).  Each point is the average 

of triplicate samples. Soil: shikakai solution (w/v) - SHR1= 1.2%; SHR2= 

1.3%; SHR3= 1.4%; SHR4= 1.5%; SHR6= 1.6%; Soil : soapnut solution 

(w/v) - SNR1= 1.2%; SNR2= 1.3%; SNR3= 1.4%; SNR4= 1.5%; SNR6= 

1.6%.   
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IV. CONCLUSIONS 

The operating variables in soil washing with SN and SH 

for the removal of heavy metals for highly contaminated soil 

were studied in laboratory batch processes. Removal 

efficiencies recorded in this study showed that the surfactants 

used were effective in removing Cu, Cd, Zn, and Pb from the 

spiked soil. In general, removal efficiency obtained using the 

two surfactants increased with increase in surfactant 

concentration, time and soil-solution ratio but decreased with 

increase in the pH of washing solution. The optimum 

concentration of the surfactants was 3%. The highest removal 

efficiency was observed when the pH of washing solution 

was 4, soil-solution ratio was 40 and washing time was 48 hr 

for SN.  However, highest removal efficiency was obtained 

when the pH of washing solution was 3, soil-solution ratio 

was 10 and the washing time was 24 hr for SH. The removal 

efficiencies of heavy metals were: Cu > C>, Zn> Pb for both 

surfactants.  Utilization of both surfactants showed great 

potential for heavy metals remediation of contaminated soil.  

 

 

Fig. 4. Effect of time SN and SH on the removal of heavy metals from soils 

(Soil-solution ratio = 40, concentration = 3).  Each point is the average of 

triplicate samples. Soapnut (hr) – SNT1 = 2; SNT2 = 3; SNT3 = 4; SNT4 = 6; 

SNT5 = 8; SNT6= 24; SNT7=48; Shikakai concentration (hr) - SHT1 = 2; 

SHT2 = 3; SHT3 = 4; SHT4 = 6; SHT5 = 8; SHT6= 24; SHT7=48. 

REFERENCES 

[1] K.-J. Hong, S. Tokunaga, and T. Kajiuchi, “Evaluation of remediation 

process with plant-derived  biosurfactant for recovery of heavy 

metals from contaminated soils,” Chemosphere, 2002, vol. 49, no. 4, 

pp. 379-87. 

[2] J. P. Maity et al., “Evaluation of remediation process with soapberry 

derived saponin for removal of heavy metals from contaminated soils 

in Hai-Pu, Taiwan,” Journal of Environmental Sciences, 2013, vol. 25, 

pp. 1180-5. 

[3] S. Mukhopadhyay et al., “Ammonium based deep eutectic solvents as 

novel soil washing agent for lead removal,” Chem Eng. Journal, 2017, 

vol. 294, pp. 316-322. 
[4] R. Qiu et al., “Removal of trace and major metals by soil washing with 

Na 2 EDTA and oxalate,” Journal of Soils and Sediments, 2010, vol. 10, 

no. 1, pp. 45-53. 

[5] E. D. Hullebusch, P. N. Lens, and H. H. Tabak, “Developments in 

bioremediation of soils and sediments  polluted with metals and 

radionuclides. 3. Influence of chemical speciation and bioavailability 

on  contaminants immobilization/mobilization bio-processes,” 

Reviews in Environmental Science and Bio/Technology, 2005, vol. 4, 

no. 3, pp.185-212. 

[6] S. Mukhopadhyay et al., “Comparison of a plant based natural 

 surfactant with SDS for washing of As(V) from Fe rich soil,” Journal 

of Environmental Sciences, 2013, vol. 25, pp. 2247-56. 

[7] S. Mukhopadhyay et al., “Arsenic removal from soil with high iron 

content using a natural surfactant and phosphate,” International 

Journal of Environmental Science and Technology, 2015, vol. 12, no. 2, 

pp. 617-32. 

[8] S. Song, L. Zhu, and W. Zhou, “Simultaneous removal of 

phenanthrene and cadmium from contaminated soils by saponin, a 

plant-derived biosurfactant,” Environmental Pollution, 2008, vol. 156, 

no. 3, pp. 1368-70. 

[9] J. P. Maity et al., “Removal of Cu, Pb and Zn by foam fractionation and 

a soil washing process from contaminated industrial soils using 

soapberry-derived saponin: a comparative effectiveness assessment,” 

Chemosphere, 2013, vol. 92, no. 10, pp. 1286-93. 

[10] M. Race et al., “Copper and zinc removal from contaminated soil 

through soil washing process using ethylenediaminedisuccinic acid as 

a chelating agent, a modelling investigation,” Journal of 

Environmental Chemcial Engineering, 2016, vol. 4, no. 3, pp. 2879-91. 

[11] S. Thein and J. Graveel, Laboratory Manual for Soil Science: 

Agricultural and Environmental Principles, New York: McGraw 

Hill-Higher Education, 2002. 

[12] Z. Gusaitin and E. Klimiuk, “Metal (Cu Cd and Zn) removal and 

stabilization during multiple soil washing by saponin,” Chemosphere, 

2012, vol. 86, no. 1, pp. 383-91. 

[13] J. Zhang et al., “Surfactant screening for soil washing: comparison of 

foamability and biodegradability of a plant based surfactant and a 

comerical surfactant,” Journal of environmental science and Health, 

1998, Part A(33), pp. 1249-73. 

[14] J. M. Luna et al., “Biosurfactant from Candida sphaerica UCP0995 

exhibiting heavy metal remediation properties,” Process Safety and 

Environmental Protection, 2016. 

[15] R. Wuana et al., “Removal of heavy metals from a contaminated soil 

using  organic chelating acids,” International Journal of 

Environmental Science & Technology, 2010, vol. 7, no. 3, 485-96. 

[16] D. Kulikowska et al., “Humic substances from sewage sludge compost 

as washing agent effectively remove Cu and Cd from soil,” 

Chemosphere, 2015, vol. 136, pp. 42-9. 

 

 

 

 

 

 

 

 

 

 

        

 

SHT1 SHT2 SHT3 SHT4 SHT5 SHT6 SHT7

0

10

20

30

40

50

60

70

R
e
m

o
v
a
l 
e
ff
ic

ie
n
c
y
 (

%
)

Time

 Cu 

 Pb 

 Cd

 Zn 

SNT1 SNT2 SNT3 SNT4 SNT5 SNT6 SNT7

0

10

20

30

40

50

60

70

80

90

100

 Cu 

 Pb 

 Cd

 Zn 

R
e
m

o
v
a
l 
e
ff
ic

ie
n
c
y
 (

%
)

Time

International Journal of Environmental Science and Development, Vol. 10, No. 6, June 2019

186

Elijah Chibuzo Ugwu is a PhD student at the 

Institute for Infrastructure and Environment, School 

of Energy, Geoscience, Infrastructure and Society 

(EGIS) Heriot-Watt University Edinburgh, UK. He 

holds bachelors of engineering from Michael Okpara 

Univ. of Agriculture Umudike Nigeria and MSc in 

environmental eng. from Queens University Belfast, 

UK. His PhD research is on remediation of 

contaminated soil using biosurfactant.

Bhaskar Sen Gupta is professor of water 

technology at Heriot-Watt University, Edinburgh. 

He has been involved in environmental research 

with a special focus on low cost water and 

wastewater treatment in Asian countries for past 30 

years. He is a chemical engineer by training. His 

work on subsurface arsenic remediation without any 

use of chemicals or waste generation received 

worldwide acclaim for novelty and sustainability. 

He received numerous awards   including IChemE (UK) Ambani prize for 

outstanding innovation in 2009, St Andrews Prize for the Environment, 

Times Higher Outstanding Research Team award and UK’s sustainability 

Award in 2010, Energy Globe Award in 2011, Green Apple Award  (Irish 

Champion) in 2012 and Norther Ireland’s first all party development award 

in 2013. In 2012, he was awarded Officer of the Excellent Order of the 

British Empire or OBE for International Research Excellence and 

contribution to Higher Education.



  

 

 

 

 

     

 

 

  

  

   

 

 

 

International Journal of Environmental Science and Development, Vol. 10, No. 6, June 2019

187

Adebayo Adeloye is a professor of water resources 

management at Heriot-Watt University, Edinburgh.

He graduated with BSc (First Class, First Position) 

degree from the University of Ife (now Obafemi 

Awolowo University, Ile-Ife), Nigeria in 1977, 

specialising in irrigation and soil and water 

engineering. After a stint in consulting practice, he 

went on to obtain the MSc and PhD degrees at the 

University   of    Newcastle    upon   Tyne,      UK, 

specialising in water resources engineering and management. In 1987, Dr 

Adeloye won the prestigious and highly competitive Fellowship of the Royal 

Commission for the Exhibition of 1851, a post-doctoral fellowship tenable at 

the Imperial College of Science, Technology and Medicine, London. 

Professor Adeloye joined Heriot-Watt University as a lecturer in 1992. His 

research activities cover most areas of water resources planning and 

management, and can be grouped under the following sub-headings: Water 

supply reservoir planning and performance evaluation, Water supply 

reservoir operation, Artificial Intelligence modelling of environmental 

systems climate change impacts on water resources and Groundwater 

evaluation, modelling and management.

Nadia Martinez Villegas is professor of 

geochemistry and head of Division of Applied 

Geosciences at Instituto Potosino de Investigacion 

Cientifica y Tecnologica San Luis Potosi (IPICYT). 

She was awarded the prestigious Newton Advanced 

Fellowship of Royal Society in 2015. She holds 

bachelor's degree and a master's degree in Chemical 

Engineering from the Autonomous University of San 

Luis Potosí and a doctorate in Soil Sciences from the 

State University of Pennsylvania and a diploma in Introduction to Teaching 

Practice in Distance Environments by the University National Autonomous 

of Mexico. Her research interest is on (hydro) (geo) chemistry as well as

environmental engineering. In particular, she studied and published on 

chemical interactions and processes of retention and mobility of trace 

elements, oxyanions and organic pollutants in water, soils and sediments, in 

order to generate knowledge to prevent and remedy the pollution of the soil 

and superficial and / or underground bodies of water. Currently, her research 

group consists of three master's degree students, three doctoral students and 

one postdoctoral fellow.


