
 

Instructions for use

Title Concentrations and human health risk assessment of organochlorine pesticides in edible fish species from a Rift Valley
lake-Lake Ziway, Ethiopia

Author(s) Yohannes, Yared B.; Ikenaka, Yoshinori; Saengtienchai, Aksorn; Watanabe, Kensuke P.; Nakayam, Shouta M. M.;
Ishizuka, Mayumi

Citation Ecotoxicology and Environmental Safety, 106, 95-101
https://doi.org/10.1016/j.ecoenv.2014.04.014

Issue Date 2014-08

Doc URL http://hdl.handle.net/2115/56870

Type article (author version)

File Information EES106_p.95-101.pdf

Hokkaido University Collection of Scholarly and Academic Papers : HUSCAP

https://eprints.lib.hokudai.ac.jp/dspace/about.en.jsp


1

Concentrations and human health risk assessment of organochlorine pesticides in edible fish 1

species from a Rift Valley Lake  Lake Ziway, Ethiopia2

3

Yared B. Yohannes a,b, Yoshinori Ikenaka a,, Aksorn Saengtienchai a, Kensuke P. Watanabe a,4

Shouta M.M. Nakayama a and Mayumi Ishizuka a,*5

6

7

a Laboratory of Toxicology, Department of Environmental Veterinary Sciences, Graduate 8

School of Veterinary Medicine, Hokkaido University, Kita 18, Nishi 9, Kita-ku, Sapporo 9

0600818, Japan10

b University of Gondar, Faculty of Natural and Computational Science, Department of 11

chemistry, P.O. Box 196, Gondar, Ethiopia12

13

* Corresponding author 14

Tel.: +81 11 706 694915

E-mail address: ishizum@vetmed.hokudai.ac.jp16

17

18



2

Abstract19

Fish consumption is known to have several health benefits for humans. However, the 20

accumulation of organic pollutants, like organochlorine pesticides (OCPs) could pose health 21

hazards. Thus, OCPs in edible fish species (Oreochromis niloticus, Tilapia zillii, Carassius 22

spp., and Clarias gariepinus) from Lake Ziway, an Ethiopian Rift Valley Lake were 23

investigated to assess the potential human health hazards of these contaminants. 24

Dichlorodiphenyltrichloroethanes (DDTs), hexachlorocyclohexanes (HCHs), chlordanes, 25

and heptachlors were observed with OCPs concentration ranging from 1.41 to 63.8 ng g126

ww. DDTs were the predominant contaminants (0.9 to 61.9 ng g1 ww), followed by HCHs. 27

The predominance of DDTs may be attributed to their current use in vector control and 28

contamination from past usage. The estimated daily intakes (EDIs) of OCPs from all fish 29

species were much lower than the acceptable daily intakes (ADIs), indicating that 30

consumption of fish is at little risk to human health at present. However, the cancer risk 31

estimates in the area of concern and the hazard ratios (HRs) of HCHs, DDTs, and 32

heptachlors exceeded the threshold value of one, indicating daily exposure to these 33

compounds is a potential concern. This may result in a lifetime cancer risk greater than of 1 34

in 106.35

36

37
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1. Introduction 42

Organochlorine pesticides (OCPs) have been widely used and become a worldwide concern 43

due to their persistence, bioaccumulative potential, chronic toxicity, and potential negative 44

impacts on humans and wildlife (UNEP, 2001). It is known that most of the total intake of 45

pesticide residues by human beings is through the food chain (Martinez et al., 1997). Fish 46

are known to biomagnify pesticides from the surrounding environment (Mackay and Fraser, 47

2000), and transfer the pesticides to humans when consumed. Epidemiological studies 48

indicate that some of these compounds may be associated with cancers in humans (Snedeker, 49

2001; Beard, 2006; IARC, 2008), and also influence the concentration of thyroid hormones 50

(Meeker et al., 2007). Eskenazi et al. (2006) reported delays in neurodevelopment during 51

early childhood due to the impacts of prenatal exposure to dichlorodiphenyltrichloroethanes52

(DDTs).53

Although the use of OCPs has been banned or restricted, developing countries like Ethiopia 54

still use them for agricultural and health purposes, and as a consequence they can be found 55

in aquatic (Deribe et el., 2011; Yohannes et al., 2013a,b) and terrestrial ecosystems, for56

example in cow’s milk (Gebremichael et al., 2013). Because it is landlocked, Ethiopia is 57

highly dependent on lake aquatic environments for its economic development. The 58

Ethiopian Rift Valley region, encompassing seven principal lakes, is a densely populated 59

area confined with various agricultural activities where there is still an increasing trend of 60

pesticide usage (Amera and Abate, 2008). Moreover, Ethiopia has implemented indoor 61

residual spraying (IRS) with DDT for malaria control in the past few decades (WHO, 2007). 62

Approximately 400 metric tons of active-ingredient DDT per year is used for IRS in many 63

parts of the country including the Rift Valley, a malaria epidemic prone region (Biscoe et al., 64
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2005; Van den Berg, 2009). In addition, Ethiopia is one of the many African countries 65

burdened with the problem of obsolete pesticides, which have been accumulated since the 66

first imports in the 1960s (Haylamicheal and Dalvie, 2009). These were mostly 67

organochlorine compounds such as chlordane, DDT, dieldrin and lindane that are banned or 68

restricted in most countries. In this view, there is great likelihood that the Ethiopian Rift 69

Valley ecosystem is exposed to large amounts of pesticides.70

Lake Ziway, one of the Ethiopian Rift Valley lakes, is located in an area with many 71

agricultural activities but few soil conservation efforts in its catchment area. Intensive 72

agriculture in the proximity of the lake and municipal waste discharges are sources of 73

pollution into this fresh water ecosystem (Hengsdijk and Jansen, 2006). It is therefore 74

necessary to evaluate the current status of the OCPs in different fish species from Lake75

Ziway. A recent study on the lake examined only the levels and biomagnification of DDTs 76

(Deribe et al., 2013). No other studies have been carried out on the levels and risk 77

assessment of other OCPs in the lake.78

Therefore, objectives of this study are to assess the accumulation levels of OCPs in edible 79

fish species collected from Lake Ziway and to evaluate the potential risks to human health 80

posed through dietary consumption of these fish. This study gives a comprehensive 81

overview of OCPs’ status in the fish species of different trophic levels in Lake Ziway and 82

provides a basis for decision-makers to take effective measures aimed at mitigating potential 83

health and ecological risks.84

85

86
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2. Materials and methods87

2.1. Study area88

The study area, Lake Ziway (surface area: 434 km2) is a shallow freshwater lake located in 89

the northern section of the Rift Valley (Fig. 1). It is fed by two inflowing rivers, the Meki90

River from the north-west and the Katar River from the east, and drains towards the Lake 91

Abijata, through the Bulbula River. The lake has a large littoral zone containing emergent 92

and submergent vegetation, which provides feeding, breeding and nursery habitats for fish93

(Admassu and Ahlgren, 2000; Erko et al., 2006). Lake Ziway contains different fish species 94

including Nile tilapia (Oreochromis niloticus), Redbelly tilapia (Tilapia zillii), African big 95

barb (Barbus intermedius), African sharptooth catfish (Clarias gariepinus), and Carp spp. 96

(Carassius carassius and Carassius auratus) (Lemma, 2005). Fisheries on Lake Ziway are 97

an open and easily accessible source of income and have always been a source of food and 98

income for the people living on the shores of the lake. The landings of Lake Ziway used to 99

be dominated by O. niloticus, but species of C. gariepinus, T. zillii, and Carassius spp. (C. 100

carassius and C. auratus) are increasingly becoming a part of the catch. The potential yield 101

of all the species of the lake is estimated to range between 2,500 and 6,680 tons/yr 102

(Spliethoff et al., 2009).103

2.2. Sampling 104

A total of 100 individual fish belonging to O. niloticus, T. zillii, Carassius spp., and C. 105

gariepinus fish species of Lake Ziway were purchased from the local fishermen in January 106

2011. Samples were transported to Ziway fisheries research laboratory where the body size 107

and body weight were recorded. General information about the fish is given in Table 1. 108
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Fishes were dissected to obtain dorsal muscles and stored at −20 °C. The frozen samples 109

were then transported to Japan for analysis. Each individual sample was lyophilized, 110

homogenized separately and used for chemical analysis.111

2.3. OCPs analysis112

Samples were processed and analyzed using a method described by Yohannes et al. (2013a) 113

with slight modifications. Approximately 10 g of muscle tissue from each fish was taken and 114

mixed with anhydrous sodium sulfate. After spiking with the surrogate standard of 2,4,5,6-115

tetrachloro-m-xylene (TCmX), each sample was extracted using Soxtherm apparatus 116

(S306AK Automatic Extractor, Gerhardt, Germany) with n-hexane:acetone (3:1, v/v) for 4 h. 117

An aliquot of the extract (20%) was used for lipid measurement using gravimetric method. 118

The remaining extract was applied to a column filled with 6 g florisil (activated at 150 °C 119

overnight) for clean-up and eluted with a mixture of n-hexane:dichloromethane (7:3, v/v). 120

The eluate was concentrated to 2 mL on rotary evaporator, and further to near dryness under 121

gentle nitrogen flow. Finally, the extract was redissolved in 100 µL n-decane, and the 122

internal standard pentachloronitrobenzene was added before instrumental analysis.123

OCPs including DDTs (o,p′DDT, p,p′DDT, o,p′DDE, p,p′DDE, o,p′DDD and 124

p,p′DDD), hexachlorocyclohexanes (HCHs; α, β,  and δHCH), heptachlors (HPTs; 125

heptachlor, cis and transheptachlor epoxide), chlordanes (CHLs; cis and 126

transchlordane, cis and transnonachlor and oxychlordane), drins (aldrin, dieldrin and 127

endrine) and hexachlorobenzene (HCB) were analyzed by gas chromatography equipped128

with an electron capture detector (Shimadzu GC2014, Kyoto, Japan). An ENV8MS 129

capillary column (30 m × 0.25 mm i.d., 0.25 μm film thickness) with splitless injection was 130
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used to separate OCPs. One L of each sample was injected. The column oven temperature 131

was initially set at 100 °C for 1 min, increased to 180 °C at 20 °C min1 and then to 260 °C 132

at 4 °C min1, which was held for 5 min. The injector and detector temperatures were 250 °C 133

and 310 °C, respectively. Helium at a flow rate of 1.0 mL min1 and nitrogen at 45 mL min1134

were used as carrier gas and make-up gas, respectively.135

2.4. Quality control and quality assurance136

OCPs were identified by comparing their retention time with the reference to the 137

corresponding standards. Multi-level calibration curves were created for the quantification 138

and linearity (R2 ≥ 0.995) was achieved. Quality control was performed by analysis of 139

procedural blanks and spiked blanks. Results showed that no target analysts were detected in 140

blank samples and recoveries for spiked blanks ranged from 90% to 105%. The recovery 141

rate of the surrogate, TCmX was 85 ± 11%. To check for the validity of the method used for 142

the extraction and analysis of the samples, the standard reference material SRM 1947 (Lake 143

Michigan Fish Tissue) was analyzed during the analysis of samples, and the recoveries 144

ranged from 85% to 105% with RSD < 10%. The values reported here were not corrected 145

for recoveries. Detection limits based on 3:1 signal to noise ratio (S/N) were between 0.05 146

and 0.1 ng/g for all OCPs. Concentrations were expressed on a wet weight (ww) basis.147

2.5. Risk assessment148

Various international organizations have subsequently established a series of standards and 149

instructions to estimate the risks to human health from environmental pollutants in fish 150

(USEPA, 2013). A straight forward risk assessment is performed through comparison with 151

the levels set by laws and guidelines. However, this comparison was made without the 152
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consideration of factors like different eating habits and consumption rates. Thus, in this 153

study, we investigated the risk assessment by two approaches. To comprehensively evaluate 154

the health risk assessment, the 50th and 95th percentile measured concentrations were used.155

2.5.1.Estimated daily intake (EDI)156

Estimated dietary intakes of OCPs were calculated as follows:157

EDI =  େ × ୈୖ
୆୛

              (1)158

where C is the measured concentration of OCPs (ng/g ww), DR is average daily 159

consumption rate of fish (g/day) and BW is body weight (kg), which was set at 60 kg (WHO, 160

2010). The average daily consumption rate was derived from FAO (2011). Though 161

Ethiopians are traditionally meat eaters, eating habits have been shifting in favor of fish in 162

areas and communities where there is regular and sufficient supply. In those communities, 163

annual fish consumption can exceed 10 kg/person (FAO, 2011). Thus, the DR was estimated 164

at 30 g/day per person.165

2.5.2.Potential carcinogenic risks166

To assess public health risks posed through fish consumption, the cancer risk estimates and 167

hazard ratios (HRs) were assessed on the basis of the guidelines of the United States 168

Environmental Protection Agency (USEPA). Cancer risks associated with OCPs were 169

estimated by combining the exposure dose and slope factor (USEPA, 2005). A public 170

screening criteria for carcinogens is set at a carcinogenic risk level of 106. Carcinogenic 171

risks below 106 are considered acceptable, while carcinogenic risks above 104 are 172

considered unacceptable. An area of concern is present between 106 and 104 (USEPA, 173

2005).174
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HR for cancer risks was assessed by comparing the EDI with the benchmark concentration 175

(BMC) (Solomon et al., 2000; Jiang et al., 2005) using the following equation:176

HR =  ୉ୈ୍
୆୑େ

(2)177

The BMC for carcinogenic effects was derived from the cancer slope factor (CSF), which 178

was obtained from the USEPA (USEPA, 2012). The BMC for carcinogenic effects 179

represents the exposure concentration at which lifetime cancer risk is one in a million for 180

lifetime exposure. A hazard ratio that is greater than one indicates that there is potential risk 181

to human health (Dougherty et al., 2000).182

2.6. Statistical analysis183

Statistical analysis was performed using JMP 9 (SAS Institute, Cary, NC, USA). Descriptive 184

statistics using one-way analysis of variance (ANOVA) were used to characterize the levels 185

of OCPs in the studied fish species. Concentrations below the limit of detections were given 186

a value of zero. Multiple comparisons among the fish species were tested using Tukey’s 187

HSD post hoc test. A significant level of p < 0.05 was used.188

189

190

191

192

193

194
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3. Results and discussion195

The length and weight of the studied fish species varied from 120 to 560 mm and from 111 196

to 1910 g, respectively (Table 1). A continuous increase in length and weight was observed 197

for all individuals with a significant and positive correlation (R2 = 0.70, p < 0.001). The 198

mean lipid content was in the range 0.75  0.68% to 1.34  2.52, and there was no 199

significant difference (p > 0.05) among the studied fish species (Table 1). There was no 200

significant correlation between the biometric data and lipid content (p > 0.05).201

3.1. Levels of OCPs202

OCPs were detected in muscle samples of all fish species, indicating their widespread 203

contamination in Lake Ziway. DDTs, HCHs, HPTs, and CHLs were detected with varying 204

concentrations (Table 2). The total concentrations of OCPs ranged from 1.41 to 63.8 ng g1 205

ww, with a mean concentration of 7.72 ± 6.90 ng g1 ww. The highest concentrations of 206

OCPs were found in C. gariepinus (p < 0.05), which is a carnivorous fish and found at top 207

trophic position. Among the OCPs analyzed, DDTs were the most commonly detected and 208

were dominant in all samples. It accounted for 64.5  10% (SD) (ranging from 52 to 78%) 209

of the total OCPs. In general, the contamination pattern of OCPs in fish samples detected in 210

this study was in the order of DDTs > HCHs > CHLs  HPTs. This result indicates the high 211

degree of exposure to DDTs in biota from the Ethiopian Rift Valley region, which is most 212

likely due to recent use of DDT for malaria control through IRS (Biscoe et al., 2005; Van 213

den Berg, 2009) as well as from past usage and spills from obsolete pesticides 214

(Haylamicheal and Dalvie, 2009). It is also reported that DDT is still ongoing use by farmers 215

in the region (Amera and Abate, 2008). Log transformed OCPs show a positive correlation 216
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with total length for all fish species (R2 = 0.18; p < 0.001), whereas no significant correlation217

was found between lipid content and concentration of OCPs (R2 = 0.00; p = 0.140). 218

3.1.1.DDTs219

DDT and its metabolites were detected in all fish species (Table 2). Concentrations of DDTs 220

in the muscle tissue are found at large variations ranging from 0.77–61.9 ng g1 ww (mean 221

concentration of 5.27 ± 6.73 ng g1 ww). C. gariepinus with 9.0 ± 11.7 ng g1 ww and O. 222

niloticus with 2.33 ± 1.09 ng g1 ww had the highest and lowest concentrations, respectively. 223

This may be attributed to their different feeding habits because C. gariepinus is a 224

carnivorous and O. niloticus is almost herbivorous fish species (Table 1). Overall, the 225

concentrations of DDTs were higher than those of other OCPs. The possible reasons for the 226

presence of high level of DDTs in the region may be its current use in vector control, illegal 227

usage and contamination from obsolete pesticides (Haylamicheal and Dalvie, 2009; Van den 228

Berg, 2009). Reports from other African lakes also indicate much higher levels of DDT in 229

aquatic organisms compared to other OCPs. In Lake Koka, Ethiopia DDT ranged from 230

0.05–72.53 ng g1 ww and it was the predominant pesticide by a factor of 10 when compared 231

to the other OCPs (Deribe et al., 2011) and in Lake Malawi DDT concentrations were up to 232

60 times higher than other OCPs (Kidd et al., 2001). Concentrations of DDTs found in this 233

study (mean concentration of 2.33 to 9.0 ng g1 ww) are higher than those found in Lake 234

Victoria, Uganda (mean 1.39 to 1.67 ng g1 ww) (Kasozi et al., 2006). However, they are 235

lower than those in fish from Southern Lake Victoria, Tanzania (mean 15 and 20 ng g1 ww) 236

(Henry and Kishimba, 2006) and fish from Lake Burullus, Egypt (mean 2.76 to 45.13 ng g1237

ww) (Said et al., 2008), and comparable to fish from Lake Awassa, Ethiopia with DDTs238
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mean concentration of 1.80 and 9.0 ng g1 ww for O. niloticus and C. gariepinus, 239

respectively (Yohannes et al., 2013a). Direct comparisons should be made with caution 240

since these studies were conducted on different species. With all the data pooled together, 241

the concentration of DDTs (log transformed) was significantly correlated (R2 = 0.18; p < 242

0.001) to total length of the fish, but not with % lipid content (R2 = 0.02; p = 0.139).243

The composition profiles of DDTs in the muscle tissue of the four fish species are shown in 244

Fig. 2. Among the metabolites, p,p′DDE was the predominant congener, accounting for 245

55% ± 15.72 (from 41 to 77%), followed by p,p′DDT (15% ± 6.42 ), and p,p′DDD (13%246

± 4.80). The proportion of p,p′DDE was higher in C. gariepinus than in the others, 247

comprising 77% of the mean DDT concentrations, showing that C. gariepinus found at high 248

trophic level is more likely feeding on prey (both fish and invertebrates) and accumulates 249

DDE, a more degraded form of DDT. In addition, this may be attributed to the more 250

persistent nature of p,p′DDE, and to its rate of biomagnification along the food chain in 251

freshwater ecosystems (Rognerud et al., 2002). In contrast, the proportions of parent 252

compounds (o,p′ and p,p′DDT) in O. niloticus (29.8%), T. zillii (32.6%), and Carassius253

spp. (34.4%) were higher than in C. gariepinus (11.7%). This may be probably as a result of 254

more efficient transfer of DDT to phytoplankton and macrophyte consuming herbivorous 255

fish (Zhou et al., 2007). Technical DDT generally contains 75% p,p′DDT, 15% o,p′DDT, 256

5% p,p′DDE, and <5% others.  DDT can be metabolized into DDE under aerobic 257

conditions or into DDD in anaerobic environments (Hitch and Day, 1992). Thus, the ratio of258

(p,p′DDE + p,p′DDD)/∑DDTs can indicate past or recent usage of technical DDT. A ratio 259

greater than 0.5 generally indicates long term biotransformation of DDT, whereas a ratio of 260

less than 0.5 may indicate recent input of DDT. In the present study, the ratio ranged from 261
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0.55 to 0.87, suggesting that DDTs in fish from Lake Ziway were mainly due to historical 262

use, and to its current use for vector control in the region since the Ethiopian government 263

decided to continue using DDT because of the high incidence of malaria and the 264

corresponding fatalities (Biscoe et al., 2005; WHO, 2007).265

3.1.2.HCHs266

HCHs were the second most prevalent OCP contaminants in the studied fish species and 267

accounted for 17% (from 10% to 25%) of the total OCPs measured. The levels of HCHs in T. 268

zillii (1.45  0.61 ng g1 ww) and O. niloticus (1.26  1.04 ng g1 ww) were significantly 269

higher (p < 0.05) than that of Carassius spp. (0.61  0.31 ng g1 ww), and C. gariepinus270

(0.72  0.47 ng g-1 ww) (Table 2). A negative relationship (R2 = 0.07; slope = 0.02; p < 271

0.01) between log transformed HCH and length of fish was found, whereas no significant 272

relationship (p > 0.05) was found between lipid content and concentration of HCHs. Of the273

HCHs measured, α and γHCHs were frequently detected and the γisomer (lindane) was 274

the predominant, accounting for 60% on an average of ∑HCHs in the muscle tissue. The 275

higher γHCH concentrations in the samples indicate current usage of lindane around the 276

lake. A recent study in the Ethiopian rift valley region also showed high concentrations of 277

lindane in tissues taken from cattle with the highest level of 0.14 mg kg1 ww in liver 278

samples obtained from Holeta, Ethiopia (Letta and Attah, 2012). In general, the 279

concentrations of HCHs in this study are lower than those in fish from Lake Taabo, Cote 280

d’Ivoire (Roche et al., 2007), and fish from Lake Burullus, Egypt (Said et al., 2008).281

282

283
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3.1.3.CHLs and HPTs284

With regard to the residual levels of CHLs, transchlordane, cischlordane and 285

transnonachlor were detected in most of the samples as they are the dominant constituents 286

in technical chlordane (Xu et al., 2004) whereas oxy-chlordane was rarely encountered. The 287

presence of these compounds in the environment at relatively high concentrations as 288

compared to oxy-chlordane likely indicates recent inputs of chlordane to the environment. 289

The mean residual levels of CHLs in the muscle tissues in the present study ranged from 290

0.40-0.91 ng g1 ww (Table 2). The use of chlordane is permitted in Ethiopia as a general 291

insecticide (Ritter et al., 1995). Chlordane is imported to Ethiopia under the regulation of 292

Ministry of Agriculture for termiticide usage only (EICDCR, 2004).293

It was found that HPTs (cisheptachlor epoxide and transheptachlor epoxide) were also 294

present in most of the fish collected. The cis and transheptachlor epoxides predominated 295

with a mean concentration of 0.28  0.27 ng g1 ww and 0.31  0.21 ng g1 ww, respectively296

(Table 2). The highest residual levels of HPTs (0.90  0.35 ng g1 ww) were found in O. 297

niloticus, the herbivorous fish species.298

3.2. Human health risk assessment299

Fish consumption has been proven to be one of the major routes of human exposure to 300

organic contaminants. To better understand the concentration levels, the concentrations of 301

OCPs in the present study were evaluated against international existing limits. The EDI was 302

calculated and compared with the acceptable daily intake (ADI) recommended by the Food 303

and Agriculture Organization and the World Health Organization (FAO/WHO) Joint 304

Meeting on Pesticide Residue (WHO, 2010). To comprehensively evaluate risk exposure, 305
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the 50th and 95th percentile EDIs of OCPs for each fish species were calculated. The EDIs of 306

OCPs expressed as nanogram per kilogram body weight per day (ng/kg bw/d) through 307

consumption of fish for the population are presented in Table 3. EDI of HCHs, HPTs, CHLs, 308

and DDTs at both exposure levels were far below the ADI, indicating that consumption of 309

fish at present would not pose a human health risk.310

A carcinogenic risk assessment for OCPs was conducted using cancer risk estimates and 311

HRs at the 50th and 95th percentile measured concentrations. As shown in Table 4, 312

heptachlors showed much higher carcinogenic risk than other OCPs in all fish species. 313

Regard to DDTs, the cancer risk for the 50th exposure level ranged from 3.7 in O. niloticus314

to 8.4 x 104 in C. gariepinus suggested that a person would have a chances of about 4 and 8 315

in 10000 to develop cancer from DDTs, respectively. This carcinogenic risk increased from316

7.6 to 36 x 104 on 95th exposure level, which was unacceptable for human health. In general, 317

the overall cancer risk estimates for all OCPs ranged from 0.7 x 104 to 36 x 104 on both the 318

50th and 95th exposure levels, and when compared to a target risk of >1 x 104, are 319

considered unacceptable. Thus, the carcinogenic risk of HCHs, HPTs, CHLs and DDTs 320

among humans at present should be of concern.321

HRs based on the 50th and 95th percentile exposure levels were assessed in each fish species 322

and the results are shown in Fig. 3. HRs for cancer risk based on the 95th percentile 323

concentrations of HCHs, HPTs, and DDTs were greater than one. The HRs for the OCPs 324

followed almost the following sequence: HPTs > DDT  HCHs > CHLs. For all fish species, 325

the HRs for HPTs were greater than one, showing that consuming fish is harmful to humans. 326

Based on landings, O. niloticus is the most caught fish in Lake Ziway. The carcinogenic risk 327

due to HCHs for this fish species in also greater than one while for DDTs is less than one. 328
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However, for T. zillii, Carassius spp. and C. gariepinus the HRs for DDTs were greater than 329

one. In general, cumulative daily exposure to OCPs because of fish consumption would 330

yield a lifetime cancer risk of greater than one in a million. The results indicate that these 331

compounds may be of particular concern because they are still in use.332

333

4. Conclusion334

This is the first study reporting on the levels and risk assessment of some OCPs in the most 335

commonly caught fish species from the Ethiopian Rift Valley lake  Lake Ziway. The rift 336

valley region is a populated area that is influenced by heavy pollution stemming from urban, 337

agricultural and industrial activities. Our results indicated the presence of HCHs, HPTs, 338

CHLs and DDTs with varying concentrations among the fish species. The overall conclusion 339

of the evaluation is that DDTs were the main abundant pollutants, attributed to its current 340

use in vector control and contamination from past usage. Dietary intakes estimated from the 341

50th and 95th percentile exposure level were far below ADIs. In contrast, the calculated 342

cancer risk estimates and HRs of the studied fish species indicated that the consumption of 343

most of the fish species could cause cancer as HR for cancer risk based on the 95th percentile 344

concentrations of HCHs, HPTs and DDTs was greater than one. In this study, only fish and 345

some OCPs were investigated to assess the risk. The consumption of water, vegetables, and 346

animal meat, and the levels of other environmental pollutants were not considered. 347

Therefore, the actual health risk for local people through dietary intake could be higher.348

349

350



17

Acknowledgments351

This study was supported by Grants-in-Aid for Scientific Research from the Ministry of 352

Education, Culture, Sports, Science and Technology of Japan (MEXT), and from the Japan 353

Society for the Promotion of Science (JSPS). We would also like to acknowledge the 354

financial support provided by the Mitsui & Co., Ltd. Environment Fund, The Akiyama Life 355

Science Foundation, and The Nihon Seimei Foundation. The authors are most thankful to 356

Mr. Lemma Abera, Director of the Institute of Ziway Fisheries Resources Research Center 357

laboratory for his kind help in every aspect during sampling and for allowing us to perform 358

dissections in the laboratory. The support offered by Mr. Abraham G/Tsadik and Mr. Kasim 359

during sampling and dissection is highly appreciated.360

361

362

363

364

Conflict of interest365

The authors declare no conflicts of interest.366



18

References367

Admassu, D., Ahlgren, I., 2000. Growth of juvenile catfish, Oreochromis niloticus L. from 368

Lakes Zwai, Langeno and Chamo (Ethiopian rift valley) based on otolith micro-369

increment analysis. Ecol. Freshw. Fish 9, 127–137.370

Amera, T., Abate, A., 2008. An assessment of the pesticide use, practice and hazards in the 371

Ethiopian Rift Valley. Published by: Institute for Sustainable Development (ISD) and 372

Pesticide Action Network (PAN-UK).373

Beard, J., 2006. DDT and human health. Sci. Total Environ. 355, 78–89.374

Biscoe, M.L., Mutero, C.M., Kramer, R.A., 2005. Current policy and status of DDT use for 375

malaria control in Ethiopia, Uganda, Kenya and South Africa. Colombo, Sri Lanka: 376

International Water Management Institute. [Working paper 95]377

       doi: http://dx.doi.org/10.3910/2009.268378

Deribe, E., Rosseland, B.O., Borgstrøm, R., Salbu, B., Gebremariam, Z., Dadebo, E., Norli, 379

H.R., Eklo, O.M., 2011. Bioaccumulation of persistent organic pollutants (POPs) in fish 380

species from Lake Koka, Ethiopia: the influence of lipid content and trophic position. Sci. 381

Total Environ. 410-411, 136–145.382

Deribe, E., Rosseland, B.O., Borgstrøm, R., Salbu, B., Gebremariam, Z., Dadebo, E., 383

Skipperud, L., Eklo, O.M., 2013 Biomagnification of DDT and its metabolites in four 384

fish species of a tropical lake. Ecotoxicol. Environ. Saf. 95, 10–18.385

Dougherty, C.P., Holtz, S.H., Reinert, J.C., Panyacosit, L., Axelrad, D.A., Woodruff, T.J., 386

2000. Dietary exposures to food contaminants across the United States. Environ. Res. 84, 387

170–185.388

EICDCR (Export and Imports of Certain Dangerous Chemicals Regulalations), 2004. 389

Subsidiary legislation 504.59 pp 19, report390

      http://www.justiceservices.gov.mt/DownloadDocument.aspx?app=lom&itemid=11536&l=1391

(Accessed April, 2014).392

Erko, B., Balcha, F., Kifle, D., 2006. The ecology of Biomphalaria sudanica in Lake Ziway, 393

Ethiopia. Afr. J. Ecol. 44, 347–352.394

Eskenazi, B., Marks, A.R., Bradman, A., Fenster, L., Johnson, C., Barr, D.B., Jewell, N.P., 395

2006. In utero exposure to dichlorodiphenyltrichloroethane (DDT) and 396



19

dichlorodiphenyldichloroethylene (DDE) and neurodevelopment among young Mexican 397

American children. Pediatrics, 118, 233–241.398

FAO (Food and Agriculture Organization), 2011. Fishery and aquaculture country profiles 399

Ethiopia. http://www.fao.org/fishery/countrysector/FI-CP_ET/en (Accessed September, 2013).400

Gebremichael, S., Birhanu, T., Tessema, D.A., 2013. Analysis of organochlorine pesticide 401

residues in human and cow’s milk in the towns of Asendabo, Serbo and Jimma in South-402

Western Ethiopia. Chemosphere 90, 1652–1657.403

Haylamicheal, I., Dalvie, M., 2009. Disposal of obsolete pesticides, the case of Ethiopia. 404

Environ. Int. 35, 667–673.405

Hengsdijk, H., Jansen, H., 2006. Agricultural development in the Central Ethiopian Rift 406

valley: a desk-study on water-related issues and knowledge to support a policy dialogue. 407

Plant Research International B.V., Wageningen. http://library.wur.nl/WebQuery/wurpubs/347623408

Henry, L., Kishimba, M.A., 2006. Pesticide residues in Nile Tilapia (Oreochromis niloticus) 409

and Nile perch (Lates niloticus) from Southern Lake Victoria, Tanzania. Environ. Pollut. 410

140, 348–354.411

Hitch, R.K., Day, H.R., 1992. Unusual persistence of DDT in some Western USA soils. Bull 412

Environ. Contam. Toxicol. 48, 259–264.413

IARC (International Agency for Research on Cancer), 2008. Overall evaluations of 414

carcinogenicity to humans. http://monographs.iarc.fr/ENG/Classification/index.php (accessed 415

September, 2013).416

Jiang, Q.T., Lee, T.K., Chen, K., Wong, H.L., Zheng, J.S., Giesy, J.P., Lo, K.K., Yamashita, 417

N., Lam, P.K., 2005. Human health risk assessment of organochlorines associated with 418

fish consumption in a coastal city in China. Environ. Pollut. 136, 155–165.419

Kasozi, G.N., Kiremire, B.T., Bugenyi, F.W.B., Kirsch, N.H., Nkedi-Kizza, P., 2006. 420

Organochlorine residues in fish and water samples from Lake Victoria, Uganda. J. 421

Environ. Qual. 35, 584–589.422

Kidd, K.A., Bootsma, H.A., Hesslein, R.H., Muir, D.C.G., Hecky, R.E., 2001. 423

Biomagnification of DDT through the benthic and pelagic food webs of Lake Malawi, 424

East Africa: importance of trophic level and carbon sources. Environ. Sci. Technol. 35, 425

14–20.426

Lemma, A., 2005. Site action plan for the conservation and sustainable use of the Lake Ziway 427

biodiversity (Rift Valley Lakes Project). Institute of Biodiversity, Addis Ababa, Ethiopia.428



20

Letta, B.D., Attah, L.E., 2013. Residue levels of organochlorine pesticides in cattle meat and 429

organs slaughtered in selected towns in West Shoa Zone, Ethiopia. J. Environ. Sci. Heal. 430

B 48, 23–32.431

Mackay, D., Fraser, A., 2000. Bioaccumulation of persistent organic chemicals: mechanisms 432

and models. Environ. Pollut. 110, 375–391.433

Martinez, M.P., Angulo, R., Pozo, R., Jodral, M., 1997. Organochlorine pesticides in 434

pasteurized milk and associated health risks.  Food Chem. Toxicol. 35, 621–624.435

Meeker, J.D., Altshul, L., Hauser, R., 2007. Serum PCBs, p,p′-DDE and HCB predict thyroid 436

hormone levels in men. Environ. Res. 104, 296–304.437

Ritter, L., Solomon, K.R., Forget, J., 1995. A review of selected persistent organic pollutants. 438

http://www.who.int/ipcs/assessment/en/pcs_95_39_2004_05_13.pdf (Accessed September, 2013).439

Roche, H., Tidou, A., Persic, A., 2007. Organochlorine pesticides and biomarker response in 440

two fishes Oreochromis niloticus (Linnaeus, 1758) and Chrysichthys nigrodigitatus441

(Lacepede, 1803) and an Invertebrate, Macrobrachium vollenhovenii (Herklot, 1857), 442

from the Lake Taabo (Cote d'Ivoire), J. Applied Sci. 7, 3860–3869.443

Rognerud, S., Grimalt, J.O., Rosseland, B.O., Fernandez, P., Hofer, R., Lackner, R., et al.,444

2002. Mercury and organochlorine contamination in brown trout (Salmo trutta) and 445

Arctic charr (Salvelinus alpinus) from high mountain lakes in Europe and the Svalbard 446

Archipelago. Water Air Soil Pollut: Focus 2, 209–232.447

Said, T.O., El Moselhy, K.M., Rashad, A.A.M., Shreadah, M.A., 2008. Organochlorine 448

contaminants in water, sediment and fish of Lake Burullus, Egyptian Mediterranean Sea. 449

Bull Environ. Contam. Toxicol. 81, 136–146.450

Snedeker, S.M., 2001. Pesticides and breast cancer risk: a review of DDT, DDE, and dieldrin. 451

Environ. Health Perspect. 109, 35–47.452

Solomon, K.R., Giesy, J., Jones, P., 2000. Probabilistic risk assessment of agrochemicals in 453

the environment. Crop Protection 19, 649–655.454

Spliethoff, P., Wudneh, T., Tariku, E., Senbeta, G., 2009. Past, current and potential 455

production of fish in lake Ziway: Central Rift Valley in Ethiopia. Capacity development 456

and institutional change programme Wageningen International, the Netherlands.457

UNEP (United Nations Environmental Protection), 2001. Final act of the conference of 458

plenipotentiaries on the Stockholm convention on persistent organic pollutants, 459

Stockholm, Sweden.460



21

USEPA (United States Environmental Protection Agency), 2005. Guidelines for carcinogen 461

risk assessment. http://www.epa.gov/cancerguidelines/2005 (Accessed September, 2013).462

USEPA (United States Environmental Protection Agency), 2012. Human health risk 463

assessment; risk based screening table.464

      http://www.epa.gov/reg3hwmd/risk/human/pdf/NOV_2012_FISH.pdf (Accessed September, 2013).465

USEPA (United States Environmental Protection Agency), 2013. Food safety. 466

http://www.epa.gov/oecaagct/tfsy.html (Accessed September, 2013)467

Van den Berg, H., 2009. Global status of DDT and its alternatives for use in vector control to 468

prevent disease. Environ. Health Perspect. 117, 1656–1663.469

WHO (World Health Organization), 2007. Implementation of indoor residual spraying of 470

insecticides for malaria control in the WHO African Region Report: Irs report 2007 Draft, 471

pp. 20–22.472

WHO (World Health Organization), 2010. Inventory of IPCS and other WHO pesticide 473

evaluations and summary of toxicological evaluations performed by the Joint Meeting on 474

Pesticide Residues (JMPRs) through 2010.475

       http://www.who.int/foodsafety/chem/jmpr/publications/jmpr_pesticide/en/index.html (Accessed September, 476
2013).477

Xu, D., Zhong, W., Deng, L., Chai, Z., Mao, X., 2004. Regional distribution of 478

organochlorinated pesticides in pine needles and its indication for socioeconomic 479

development. Chemosphere 54, 743–752.480

Yohannes, Y.B., Ikenaka, Y., Nakayama, S.M.M., Saengtienchai, A., Watanabe, K., Ishizuka, 481

M., 2013a. Organochlorine pesticides and heavy metals in fish from Lake Awassa, 482

Ethiopia: Insights from stable isotope analysis. Chemosphere 91, 857–863.483

Yohannes, Y.B., Ikenaka, Y., Saengtienchai, A., Watanabe, K.P, Nakayama, S.M.M., 484

Ishizuka, M., 2013b. Occurrence, distribution, and ecological risk assessment of DDTs 485

and heavy metals in surface sediments from Lake Awassa-Ethiopian Rift Valley Lake. 486

Environ. Sci. Pollut. Res. 20, 8663–8671.487

Zhou, R., Zhu, L., Kong, Q., 2007. Persistent chlorinated pesticides in fish species from 488

Qiantang River in East China. Chemosphere 68, 838–847.489



22

Table 1490
Biometry data of fish species in this study from Lake Ziway.491

N = number of samples.492
Mean  standard deviation (SD).493
a Means with different letter superscript are significantly different (Tukey test is 494
applied; p < 0.05).495
* Reference: Deribe et al., 2013.496

Fish species
N

Length (mm)

Mean  SD

Min–max

Weight (g)

Mean  SD

Min–max

Lipid content 

(%)

Mean  SD

Min–max

Main food*

O. niloticus
27

213  28

167–270

315  111

178–554

a 0.75  0.68

0.10–3.60

Blue green algae, detritus, 

macrophytes

T. zillii
19

174  21

120–205

199  59

111–312

a 0.90  0.48

0.18–2.13
Macrophytes

Carassius spp.
27

267  39

160–332

585  230

231–1199

a 0.87  0.59

0.15–2.14

Macrophytes, detritus, green 

algae

C. gariepinus
27

353  88

235–560

559  454

154–1910

a 1.34  2.52

0.23–5.3

Insect, fish eggs, fish, 

gastropods
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Table 2497
Levels of OCPs (ng g-1 ww) in muscle of four fish species from Lake Ziway.498

ND = below detection limit.499
Mean  standard deviation (SD).500
* Min–max.501
Values with different letters (a, b, c) within a row are significantly different at p < 0.05 level 502
(Tukey test is applied).503

O. niloticus T. zillii Carassius spp. C. gariepinus

-HCH 0.22  0.06 0.19  0.03 0.25  0.09 0.27  0.12
-HCH ND 0.31  0.09 0.03  0.11 ND
γ-HCH 0.67  0.33 0.68  0.52 0.22  0.18 0.47  0.42
δ-HCH ND 0.27  0.04 0.11  0.21 ND
∑HCHs
*

a 1.26  1.04
029–5.10

a 1.45  0.61
0.91–3.54

b 0.61  0.31
0.16–1.85

b 0.72  0.47
0.27–2.01

Heptachlor ND ND ND ND
cis-heptachlor-epoxide 0.57  0.27 0.08  0.10 0.24  0.11 0.23  0.11
trans-heptachlor-epoxide 0.32  0.09 0.20  0.02 0.31  0.23 0.42  0.29
∑HPTs
*

a 0.90  0.35
0.44–2.27

c 0.42  0.11
0.19–0.69

b,c 0.59  0.27
0.20–1.52

b 0.65  0.28
0.34–1.56

oxy-chlordane 0.04  0.04 0.16  0.07 0.11  0.06 0.10  0.07
cis-chlordane 0.18  0.04 0.26  0.11 0.12  0.07 0.16  0.05
trans-chlordane 0.16  0.05 0.20  0.03 0.26  0.21 0.29  0.12
trans-nonachlor 0.03  0.07 0.29  0.10 0.37  0.59 0.35  0.23
∑CHLs
*

b 0.40  0.10
0.17–0.61

a 0.91  0.22
0.65–1.32

a 0.87  0.82
0.19–4.00

a 0.90  0.25
0.58–1.50

p,p′-DDE 1.32  0.81 1.89  2.02 2.42  1.60 6.92  11.47
o,p′-DDE 0.10  0.08 0.35  0.12 0.26  0.36 0.12  0.10
p,p′-DDD 0.40  0.21 0.85  0.41 0.58  0.35 0.79  0.68
o,p′-DDT 0.43  0.17 0.53  0.21 0.68  0.74 0.43  0.11
p,p′-DDT 0.31  0.18 0.77  0.66 0.57  0.73 0.62  0.40
∑DDTs
*

b 2.33  1.09
0.90–5.12

a,b 4.38  2.67
1.35–13.2

a,b 4.55  2.80
0.77–10.6

a 9.0  11.7
2.36–61.9

∑OCPs
*

b 4.89  1.85
2.46–10.9

a,b 7.16  2.63
3.59–15.2

a,b 6.62  3.71
1.41–15.0

a 11.2  11.7
4.00–63.8
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Table 3504
Estimated daily intake values (ng/kg bw/d) of OCPs through the studied fish species by human.505

ADI = Acceptable daily intake (ng/kg bw/d).506
a for γ-HCH. (WHO, 2010).507

508

Table 4509
Cancer risk estimates for HCHs, HPTs, CHLs and DDTs.510

a for 511
γ-512

HC513
H.514
*Ca515
ncer 516
slop517
e 518
fact519

ors were from the United States Environmental Protection Agency (USEPA, 2012).520

521

ADI
50th (95th) percentile measured concentrations (ng/g ww) 50th (95th) estimated daily intakes

O. niloticus T. zillii Carassius spp. C. gariepinus O. niloticus T. zillii Carassius spp. C. gariepinus

HCHs 5000 a 1.08 (3.39) 1.32 (2.60) 0.52 (1.20) 0.54 (1.53) 0.54 (1.70) 0.66 (1.30) 0.26 (0.66) 0.27 (0.77)
HPTs 100 0.86 (1.34) 0.42 (0.56) 0.53 (0.93) 0.60 (1.20) 0.43 (0.67) 0.21 (0.28) 0.27 (0.49) 0.30 (0.60)
CHLs 500 0.39 (0.60) 0.86 (1.26) 0.65 (2.41) 0.85 (1.41) 0.19 (0.30) 0.43 (0.63) 0.33 (1.20) 0.42 (0.72)
DDTs 10000 2.20 (4.49) 3.97 (8.23) 4.61 (9.21) 4.91 (21.21) 1.10 (2.24) 1.99 (4.12) 2.30 (4.61) 2.46 (10.61)

OCPs
Cancer slope factor *
[per (mg/kg day)]

50th (95th) percentile cancer risks (x 10-4)

O. niloticus T. zillii Carassius spp. C. gariepinus

HCHs 1.1 a 5.9 (18.7) 7.2 (14.3) 2.8 (6.6) 2.9 (8.4)
HPTs 4.5 19 (30) 0.9 (13) 12 (22) 13 (27)
CHLs 0.35 0.7 (1.0) 1.5 (2.2) 1.1 (4.2) 1.5 (2.5)
DDTs 0.34 3.7 (7.6) 6.7 (14.0) 7.8 (15.7) 8.4 (36)
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Figure captions522

Fig. 1. The map of Lake Ziway. (Deribe et al., 2013).523

Fig. 2. Relative abundance of individual DDT components in four fish species from Lake 524

Ziway.525

Fig. 3. Carcinogenic hazard ratios for daily consumption of fish from Lake Ziway, Ethiopia.526

MEC, measured concentration. (The horizontal line represents the hazard ratio of > 1, and any ratio 527

higher than that indicates a risk.)528
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