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Abstract

Background, aim, and scope The aim of the present study
was to evaluate the distribution of petroleum hydrocarbons
in ten commercial fish species and water samples in three
estuaries along Tamilnadu coast, Bay of Bengal, India.
Materials and methods Fish and water samples collected
from Tamilnadu coast, India, were extracted and analyzed
for petroleum hydrocarbons by ultraviolet fluorescence
(UVF) spectroscopy.

Results The petroleum hydrocarbon concentration (PHC) in
coastal waters and fish species varied between 2.28 and
14.02 pg/l and 0.52 and 2.05 pg/g, respectively. The
highest PHC concentration was obtained in Uppanar
estuarine waters (14.02+0.83) and the lowest was observed
in Vellar estuarine waters (2.28+0.25).

Discussion Among the ten fish species, Sardinella longiceps
have high PHC concentration from all the locations. This
study suggests that S. Jongiceps can be used as a good
biological indicator for petroleum hydrocarbon pollution in
water.

Conclusions The concentration of petroleum hydrocarbons
in coastal waters along Tamilnadu coast is markedly higher
than that in the background, but there is no evidence for its
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increase in fish of this region. From a public health point,
petroleum hydrocarbon residue levels in all fish samples
analyzed in this study are considerably lower than the
hazardous levels.

Recommendations and perspectives At present, as Tamil-
nadu coastal area is in a rapid development stage of new
harbour, chemical industries, power plants, oil exploration
and other large-scale industries, further assessment of
petroleum hydrocarbons and the various hydrodynamic
conditions acting in the region are to be studied in detail
and continuous pollution monitoring studies should be
conducted for improving the aquatic environment. The
results will also be useful for pollution monitoring program
along the coastal region and also to check the levels of
petroleum hydrocarbons.
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1 Introduction

The problem of oil pollution in various marine and
estuarine environments has received considerable scientific
attention with respect to the effects of petroleum spills, as
well as inherent toxicities to specific biological ecosystem
components and individual species. Petroleum products are
carcinogens and affect a variety of biological processes and
potent cell mutagens. Estimates revealed that about 6.1
million metric tons of petroleum products were being
released to global oceans annually (Capone and Bauer
1992). Hydrocarbons are quantitatively the most important
constituents of petroleum, and arise from natural as well as
anthropogenic sources (Law and Biscaya 1994; Medeiros et
al. 2005). Human-mediated sources of petroleum hydro-
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carbons include offshore oil production, marine transporta-
tion, atmospheric or aerial depositions from combustion of
coal and gas flaring, direct ocean dumping, coastal,
municipal and industrial wastes, and runoff (NRC 2000).
However, among the anthropogenic sources, point dis-
charges, contamination by urban runoffs, refineries and
other coastal effluents are in aggregate substantial and are
important in causing local, chronic pollution in the vicinity
of estuaries, creeks, harbours and coastal settlements (Abu-
Hilal and Khordagui 1994; Venkatachalapathy et al. 2010a).
Petroleum hydrocarbons as priority organic contaminants
are extremely complex assemblage of chemicals coming
from various sources. Although a considerable fraction of
petroleum hydrocarbons entering the marine environment is
removed by evaporation, some of them get dispersed in
water, accumulate in sediment and transfer to biota
(Chouksey et al. 2004).

Compared with other marine ecosystems, coastal hab-
itats are particularly exposed to anthropogenic pollutants
and especially to petroleum hydrocarbons (Halpern et al.
2008). Petroleum hydrocarbons are an important organic
component and have received much attention because most
of them are toxic, mutagenic and carcinogenic (Yunker et
al. 1993; Hostettler et al. 1999; Venkatachalapathy et al.
2010b). In an aquatic environment, because of the low
water solubility and hydrophobic properties, hydrocarbons
are commonly found to be transported to the marine biota
(Chouksey et al. 2004; Venkatachalapathy et al. 2011). Oil,
which does not dissolve in water, floats on the sea surface
as a thin layer when spilled or otherwise discharged
because it is less dense than water and insoluble in it. This
thin surface layer tends to break into droplets by wave
action and these droplets become dispersed in the volume
of sea water beneath the slick. Photochemical and biolog-
ical oxidation of the slicks and of the dispersed oil droplets
takes place producing oxygenated derivatives of the
original oil components and these may form true solutions
in water (Kennish 1992, 1997; Blanke and Wibbe 1999;
Kahru et al. 2002).

The world’s fishing industries have depended histor-
ically on the availability of various kinds of high quality
and uncontaminated fish from offshore and inshore
fisheries (Burt et al. 1992). Oil pollution in coastal
waters represents a serious threat to recreational and
commercial fisheries. Many coastal regions sustain valu-
able fisheries resources that may be at risk during large oil
spills. Juvenile and adult fish are generally able to avoid
oil slicks in open seas. However, the rapid advection of
large volumes of oil into estuary and embayment can trap
fish populations, culminating in substantial fish mortality
(Kennish 1997). Studies of the accidental and intentional
releases of petroleum-based products to the aquatic
environment indicate that aquatic organisms are able to
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bio-accumulate petroleum hydrocarbon fractions (Benson
et al. 2008).

Egg, larvae and early juvenile stages of fish are most
sensitive to oil. The contact of egg masses with surface
oil can be lethal. Apart from the lethal effects of oil on
embryos and larvae, sub-lethal effects on early life
stages commonly include abnormal development, re-
duced growth, premature and delayed hatching of eggs,
and cellular abnormalities (Kennish 1997). Adult fish
tolerate much higher concentrations of petroleum hydro-
carbons than eggs and larvae. Sub-lethal effects of oil
typically manifested in adult fish are changes in heart and
respiratory rates, gill hyperplasia, enlarged liver, reduce
growth, fin erosion, impaired endocrine system, behavior-
al modification, as well as alternations in feeding,
migration, reproduction, swinging activity, schooling and
burrowing behavior. A variety of biochemical, blood, and
cellular changes may also arise (Kennish 1992, 1997).
Connell (1997) suggested that the pattern of distribution
for lipophilic chemicals in aquatic system is transferred
from low level tropic biota to higher level tropic biota to
aquatic birds and marine mammal. Bioavailability and
organic physiology are the two important variables that
have a major effect on contaminant body burden.
Physiological factors, including lipid levels and the rate
of uptake and elimination (metabolism, diffusion and
excretion), also have an effect on the contaminant body
burden (Clark 1989; Connell 1997).

Oil may enter fish through the skin or gills. In addition,
contaminants such as tar balls may ingress through the
intestine by water gulped in the physiological process of
desalination. Although human health had not been consid-
ered to be at risk from concentrations of petroleum
hydrocarbons in fish, the possible consequences of bio-
accumulation cannot be ignored especially in communities
consuming large quantities of fish (Shriadah 2001).

Tamilnadu is the southernmost state on the east coast of
India with a coastline of nearly 1,000 km, having extensive
areas of estuaries, mangroves, brackish water lagoons. The
environmental chemistry of minor river basins in India has
received less attention, despite several environmental
studies on major rivers (Subramanian et al. 1987; Ramesh
et al. 1989). This study reports the level of PHC
contamination in ten commercial fish species and water
samples along Tamilnadu coast. Cuddalore Town is a
significant coastal city in Tamilnadu state that hosts a
number of large-scale industries. The Uppanar River runs
parallel to the coast south of Cuddalore Town having
number of small streams of domestic, treated and untreated
effluent discharges from industries. Uppanar estuary is
constituted by the confluence of the Gadilam and Paravanar
rivers that flow into the Bay of Bengal. The main industries
along the western bank of Uppanar River include chem-
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icals, beverage manufacturing, tanneries, oil, soap, paint
production, paper, and metal processing plants. Cuddalore
harbour, located in the estuarine region of the Uppanar River,
is occupied by a fleet of mechanized fishing boats, which
operates in the coastal zone. This open estuary has an average
depth of 2.5 m and a width of 30 m near the mouth and 20 m
upstream. The tidal influence extends to 6 km upstream. The
Vellar river originates at the Kalvarayan hills in the
Salem district, runs for 90 km and flows through the
borders of Villupuram and Perambalur districts for a few
kilometers. In its stretch, it enters the Cuddalore district,
flowing for another 105 km, and ends its journey into
the Bay of Bengal at Parangipettai. The Vellar estuary
always remains open and is called a “true estuary.” The
maximum amplitude of the tide reaches about 1 m. The
tidal influence felt up to 10-15 km upstream. The
average depth of the estuary is 2.5 m. The Coleroon
River is located in the southern part of the study area.

2 Materials and methods

Ten fish species (Terapon jarbua, Caranx para, Stolephorus
indicus, Sardinella longiceps, Kathala axillaris, Arius arius,
Rastrilleger kanagurta, Mugil cephalus, Siganus javus and
Etroplus suratensis) along with water samples were collected
from Uppanar (S1), Vellar (S2) and Coleroon (S3) estuaries
in April 2010 (Fig. 1).

Five samples from each fish species and water samples
were collected from all three estuaries. Collected fish
species were dissected; the soft tissue portion was wrapped
in an aluminium foil, sealed in thick polythene bag and
preserved at —20°C until analysis (Food and Agricultural
Organization [FAO] 1983). The thawed tissue was homog-

Fig. 1 Map of the study area
and sampling sites along
Tamilnadu coast
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enized, saponified using KOH-methyl alcohol mixture,
centrifuged and filtered. The filtrate was extracted with n-
hexane, and the organic layer was washed with distilled
water, dried, evaporated to a small volume, chromato-
graphed on alumina and fluorescence measured (IOC-
UNESCO 1984). Petroleum hydrocarbon concentrations
(PHC) in fish species were determined using ultraviolet
fluorescence (UVF) spectroscopy (Varian make Cary
Eclipse). The fluorescence of the samples was measured
at an emission wavelength of 360 nm (excitation
wavelength, 310 nm). Water samples were collected
using pre-cleaned amber-glass bottles of 2 1 capacity.
The bottles were cleaned with n-hexane, and dried and
rinsed with the ambient seawater before sampling. Sea-
water was extracted with n-hexane to transfer PHC in the
organic phase and the organic extract was concentrated
after drying. Fluorescence of the extract was measured
using UVF spectroscopy (IOC-UNESCO 1984). All
blanks, standards and samples were measured in a
Teflon-capped 1-cm silica fluorescence cell under identical
instrumental settings and conditions. The methods for
estimation of petroleum hydrocarbons in water and fish
were calibrated using replicate recovery tests on a sample
spiked with known concentrations of the selected standard
(Hunt et al. 1986; Abdullah et al. 1996; Ehrhardt and
Burns, 1999; Chouksey et al. 2004). Appropriate blanks
were analyzed with each set of samples, together with
standard reference material (Chrysene) for quality assur-
ance/quality control. Percentage recovery for spiked
samples ranged from 96% to 99%, whereas precision
agreed within 5%. All experiments were conducted in five
replicates and the averages of the values were reported
along with standard deviations. The results were treated
statistically using the Student’s #-test (p<0.05).

Gadilam river N
-~
Uppanar rivs |
S
i s =
Parangipettai [ g3 g
Vellar un/\f "a
/-/—MJD )
=
Veer catchment S
Coleroon river
g
79° 70'E 80° 10°E

@ Springer



690

Environ Sci Pollut Res (2011) 18:687—693

3 Results and discussion
3.1 Petroleum hydrocarbons in water

The distribution of petroleum hydrocarbons in water
samples along Tamilnadu coast varies in a wide range of
2.28-14.02 ng/l (Fig. 2). The highest concentration of
petroleum hydrocarbons (14.02+0.83) were obtained in
Uppanar estuary and the PHC values in Vellar and
Coleroon estuaries are 2.28+0.25 and 2.82+0.44, respec-
tively. The lowest PHC were found in Vellar (S2) and are
considered the background level for this study. Consider-
able deterioration in water quality of the Uppanar estuary
with respect to pH, dissolved oxygen (DO), salinity and
dissolved trace metals due to anthropogenic perturbations
has been well documented (Jonathan et al. 2008). The low
DO content occurs when industrial effluents pollute the
waters; the high chemical oxygen demand of the effluents
result in reduced DO, which occur very close to the river
bank where the combined effect of temperature, photosyn-
thetic action, and biochemical degradation of the waters
enter the water column (Jonathan et al. 2008). On the basis
of profiles of petroleum hydrocarbons in surface sediments
from the same study area (Veerasingam et al. 2010), it has
been concluded that the highest PHC level in Uppanar
estuarine waters might be found in land-based sources, such
as industrial effluents originating from nearby industries,
municipal wastes and atmospheric fallout, and marine-
based sources, such as Cuddalore harbour and fishing
activities. Other sources include illegal discharges of water
from oil tank washing and machine oil residues from ships.
But in Vellar and Coleroon estuarine waters, the PHC levels
are nearly 7 times lower than that found in the Uppanar
estuary. In the Bay of Bengal region, no natural oil seeps
have been reported and accidental spills from ships are
infrequent. Therefore, it may be inferred that discharges
from ships and land-based sources contribute more to the
present level of PHC in this region.

According to FAO (1982), seawater containing hydro-
carbon levels of less than 2.5 pg/l are considered to be the
natural background level in this region. The overall PHC in
the Tamilnadu coastal waters, although higher than the
background level, do not indicate the overall levels of
contamination compared with values reported for selected
costal areas in India and around the world (Table 1).

3.2 Petroleum hydrocarbons in fish tissue

The PHC found in ten fish species are represented in Fig. 2.

PHC residues in ten fish species along Tamilnadu coast
varied between 0.52 and 2.05 pg/g (wet wt). The highest
PHC concentration was found in Uppanar estuarine fish
species and the lowest in Vellar estuary. Concentrations of
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Fig. 2 Distribution of petroleum hydrocarbon concentrations (PHC)
in waters (expressed in pg/l) and fish species (expressed in pg/g) in
Uppanar estuary (a), Vellar estuary (b), and Coleroon estuary (c)
(mean + SD; p<0.05)

PHC in Uppanar estuary fish species decreased in the order of
S. longiceps (2.05+0.14) > A. arius (2.02+£0.24) > T. Jarbua
(1.95+0.12) > §. javus (1.74+0.25) > C. para (1.63+0.33) >
R. kanagurta (1.50%0.15) > S. indicus (1.21+0.24) > M.
cephalus (0.91+0.17) > E. suratensis (0.83£0.24) > K.
axillaris (0.72+0.33). Concentrations of PHC in Vellar
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Table 1 Comparison of petro-

leum hydrocarbon concentration ~ Study area PHC (ng/) Source

(pg/l) in water samples along

Tamilnadu coast with those from Tamilnadu coast, India 2.28-14.02 Present study

selected marine areas Andhrapradesh coast, India 0.81-45.72 Natarajan et al. 2006
Arabian sea, India 1.6-11.1 Sen Gupta et al. 1993
Bassein-Mumbai, India 2.9-39.2 Chouksey et al. 2004
Chennai coast, India 11-139 Selvaraj et al. 1999
Northern Indian Ocean, India 0.6-26.5 Sen Gupta et al. 1980
Southern Bay of Bengal, India 34-165 Topgi et al. 1982
Tamilnadu coast, India 0.2-5.8 Natarajan et al. 2006
Thane Creek, India 7.5-39.2 Chouksey et al. 2004
Ulhas estuary, India 3.3-21.3 Chouksey et al. 2004
Versova and Mahim Creek, India 8.7-23.7 Chouksey et al. 2004
East coast of Peninsula Malaysia 1.4-21.8 Tahir et al. 1997
English channel and North sea 2.1-43.7 Marchand and Caprais 1985
European coast, Open sea of West Africa 10-137 Barbier et al. 1973
Gulf of Lyons 18-23 Marchand et al. 1988
Kuwait 2.1-3.6 El-Samra et al. 1986
Qatar 1.2-428 El-Samra et al. 1986
Saudi Arabia 4.3-546 El-Samra et al. 1986
Shatt Al-Arab and NW Arabian Gulf 2.7-86.7 DouAbul 1984
Southern Baltic Sea 2.0-130 Law and Andrulewicz 1983
Tamar Estuary, England 1-50 Readman et al. 1982
U.K Marine waters, U.K 1.1-74 Law 1981
Winyah Bay, USA 0.23-25 Bidleman et al. 1990

estuary fish species decreased in the following order: S.
longiceps (1.35+£0.24) > R. kanagurta (1.05+0.44) > C.
para (1.01+0.51) > S. javus (0.97+0.21) > A. arius (0.84+
0.35) > T Jarbua (0.83+£0.53) > S. indicus (0.78+0.42) > M.
cephalus (0.64+0.32) > K. axillaris (0.59+0.26) > E.
suratensis (0.52+0.34). Concentrations of PHC in Coleroon
estuary fish species decreased in the order of S. longiceps
(1.42+0.27) > C. para (1.10+0.33) > 4. arius (1.06+0.54) >
S. javus (1.04£0.37) > T. Jarbua (0.94+£0.24) > R.
kanagurta (0.93£0.22) > S. indicus (0.82+0.21) > M.
cephalus (0.74+0.36) > E. surstensis (0.66+0.28) > K.
axillaris (0.54+0.41). Generally, the lowest PHC levels
found in Vellar (S2) estuarine fish species are considered as
the background level for the present study. Among the three
estuaries, the concentrations of petroleum hydrocarbons in
all fish species in Uppanar estuary are high. This higher
concentration might be caused by discharges from industrial
and domestic effluents, boating and fishing activities from
Cuddalore harbour. The uptake and release patterns have
been particularly remarkable especially when the organisms
are exposed to petroleum hydrocarbons. In areas where
persistent discharges occur, organisms may be subjected to
physiological stress, gill and skin infections and subsequent
death (Asuquo et al. 2004). Among the ten fish species, S.
longiceps has a high PHC concentration from all locations.
This study suggests that S. longiceps can be used as a good

biological indicator for petroleum hydrocarbon pollution in
water. PHC in the range 0.1-10 ppm (wet wt) commonly
occur in marine fish, while fish from areas polluted by
petroleum can have PHC concentrations of 10-1000 times
higher (Hellou et al. 1990). Though the concentration of
petroleum hydrocarbons in water is markedly higher than
that in the background, there is no evidence for its increase in
fish of Uppanar estuary. Moreover, petroleum hydrocarbon
residue levels in all fish samples analyzed in this study are
considerably lower than hazardous levels (GESAMP 1977,
2007; Hellou et al. 1990). Although the number of analyzed
samples was perhaps too small to provide definitive
conclusions, the low PHC concentrations here suggest that
human consumption of fish should be of very little concern
for public health.

4 Conclusion

This study presents a baseline distribution assessment of
petroleum hydrocarbons in coastal waters and fish species
along Tamilnadu coast, Bay of Bengal, India. The highest
PHC value that was obtained at Uppanar estuary might be
attributed to land- and marine-based anthropogenic sources.
Although the concentration of PHC in coastal waters of the
Uppanar region is markedly higher than that in the
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background, there is no evidence for its increase in fish
found in the region. From a public health viewpoint,
petroleum hydrocarbon residue levels in all analyzed fish
samples in this study are considerably lower than the
hazardous levels. At present, as the Tamilnadu coastal area
is in a rapid development stage of a new harbour, chemical
industries, power plants, oil exploration and other large-
scale industries, there is a need for further detailed
assessment of petroleum hydrocarbons and the various
hydrodynamic conditions impacting the region, and contin-
uous pollution monitoring studies should be conducted to
improve the aquatic environment. The results will also be
useful for pollution monitoring programs along the river
and coastal regions, and for the purpose of checking the
levels of petroleum hydrocarbons.
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