A. O. KOVALEVSKY INSTITUTE OF BIOLOGY OF THE SOUTHERN SEAS OF RAS

ZOOLOGICAL INSTITUTE OF RAS

MOPCKOHM BUOJIOTUYECKHNM KYPHAJI
MARINE BIOLOGICAL JOURNAL

2020 Vol.5 no. 3

Established in February 2016 SCIENTIFIC JOURNAL

4 issues per year

CONTENTS

Foreword .. ...
Scientific communications

Artemov Yu. G.
Transfer of free methane by gas bubble streams
from anaerobic to aerobic waters of the Black Sea ............. ... ... ... .....

Vasyanovich M. E., Ekidin A. A., Trapeznikov A. V., and Plataev A. P.
Baromembrane method for analysis of ultra-low concentrations

of radionuclides in water SAMPIES ... ... ..ottt e 11-22

Korolev V. G.

Molecular bases of the effect of low doses of radiation ..............coiuniiiniiniiinennenn. 23-29

Mikailova R. A., Kurbakov D. N., Sidorova E. V., Geshel I. V.,
Andreeva N. V., Sorokin Yu. V., and Panov A. V.
Comprehensive radioecological monitoring of freshwater ecosystems
in the vicinity of Rooppur NPP (People’s Republic of Bangladesh) ............

Miroshnichenko O. N. and Paraskiv A. A.
137Cs concentration in surface waters of Far Eastern seas:
Results of expeditionary researchin 2018 .......... ... . ... ... .. ...

Stepanova V. P., Suslov A. V., Suslova I. N.,
Sukhanova E. A., Yarovoy B. F., and Verbenko V. N.
Adaptation of natural yeast strains to heavy metal and radionuclides salts ... ...

Stetsiuk A. P.
Mercury accumulation in suspended matter of foam and water of the Black Sea

Tereshchenko N. N.
Application of the G. G. Polikarpov conceptual model of chronic action zonality

of ionizing irradiation doze rates to biosphere objects in applied hydrobiology ..



Mopckoii GUONIOTUYeCKUH KypHAI

Marine Biological Journal

LJJ_U"”“M'I
’!DIIUWDIII] 2020, vol. 5, no. 3, pp. 3
HEBIOM — IBSS https://mbj.marine-research.org

FOREWORD

The Readings “Radiochemoecology: Progress and Prospects”, dedicated to the 90" anniversary of Aca-
demician Gennady Grigorievich Polikarpov (1929-2012), were held at A. O. Kovalevsky Institute
of Biology of the Southern Seas of RAS (Sevastopol) on 14-16 August 2019.

Being a student of Professor N. V. Timofeev-

Ressovsky and a follower of Academician V. I. Vernad-

_— sky, G. G. Polikarpov developed their teachings on the role

\ of living and inert matter in the biosphere in relation

to marine problems and created new sciences: marine
radioecology and chemoecology.

He headed radiation and chemical biology depart-
ment at the Institute of Biology of the Southern Seas.
For the first time in the USSR, he organized a second-
class radioisotope laboratory and founded a world-famous
scientific school on marine radiochemoecology. Research
by G. G. Polikarpov and his school made it possible
to adequately respond to the problem of probability of ra-
dioactive waste burying in the hydrogen sulfide zone
of the Black Sea, to study its radioecological response
to the Chernobyl nuclear disaster, to develop new ra-
diotracer methods for studying oceanographic processes,
and to substantiate biogeochemical criteria for standardiz-

ing anthropogenic pressure on marine ecosystems.

This issue of the journal includes materials recommended for publication by Readings program
committee.

Marine Biological Journal Editor-in-Chief,
IBSS Supervisor,

Academician of RAS, D. Sc., Prof.

Egorov V. N.

INPEINCJ/IOBUE

C 14 no 16 asrycra 2019 r. B enepaqbHOM HCCIEAOBATENHCKOM IIeHTpe «MHCTUTYT OHOIOTMU
10kHbIX Mopedd umern A. O. KosaneBckoro PAH» (r. CeBacrtonosns) npoxoawnu uteHus: «Pamwo-
XEMOJKOJIOTHSI: YCIeXU M TMEePCIEeKTUBbI», MOCBAMIEHHbIE 90-7eTHIO CO JHS POXIACHUS aKaJeMUKa
I'ennapusa I'puropreBuya Iommkapnosa (1929-2012).
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“Breath of earth” in the form of methane gas bubble streams from a seabed (methane seeps, bubble ema-
nations) is a planetary phenomenon that was noticed only at the end of the XX century. The study of this
phenomenon, being an important link in processes of lithosphere, hydrosphere, atmosphere, and bio-
sphere interaction, is relevant to date. In this work, methane fluxes were determined in the known area
of intense methane occurrences of biogenic nature, geographically tied to Dnieper River paleochan-
nel in the northwest of the Black Sea. Bubbling (free) methane flux from anaerobic to aerobic waters
in the active methane seeps area of Dnieper River paleochannel in the depth range of 140-725 m is esti-
mated averagely as 1.2-10° m*>km™.year™! (STP), or 2.8 % of bubbling methane emitted from a seabed.
The value of the investigated flux was 4.2 % of the specific flux of bubbling methane to a water column
on shelf depths (less than 140 m) in the same area. Methane flux estimate, obtained in this work, seems
to be a significant environmental factor in conditions of strong stratification of Black Sea waters, where
methane transfer by gas bubble streams is the main mechanism for introducing deep-water methane
into biogeochemical cycles and carbon transformation processes of Black Sea aerobic zone.

Keywords: Black Sea, gas bubble streams, aerobic waters, anaerobic waters, methane fluxes

Methane studies in A. O. Kovalevsky Institute of Biology of the Southern Seas (hereinafter IBSS)
began after the discovery of methane gas bubble streams in Black Sea hydrogen sulfide zone made
by a team of researchers led by G. G. Polikarpov and V. N. Egorov in 1989 [4].

Later, Black Sea water area served as a testing ground for numerous interdisciplinary international
studies related to the phenomenon of gas bubble streams. IBSS employees contributed to many works
in priority research areas, including bubbling methane fluxes study.

It has been found that gas bubble stream discharge into the Black Sea is manifested in areas with dif-
ferent geomorphological characteristics: in paleochannels of the Danube, Dnieper — Kalanchak, Don —
Kuban rivers; in the alluvial fan of Transcaucasian rivers; on the western continental slope with an ad-
jacent shelf; and on the northwestern shelf [2]. The overwhelming number of methane seeps examined
is classified as cold ones, i. e. seeps of biogenic origin [3]. Over 98 % of gas bubble streams were located

“The materials of the article were presented at the Readings in memory of Academican G. G. Polikarpov “Radiochemoecology: Progress and Prospects”
(Sevastopol, IBSS, 2019).
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above the boundary of gas hydrates stability zone (725 m for the Black Sea), which indicates the barrier
effect of gas hydrates in bottom sediments. In Black Sea deep-water area, gas bubble streams are mainly
associated with areas of active development of mud volcanism and diapirism. At the same time, gas bub-
ble streams can reach sea surface only in Black Sea shallow water areas (in coastal areas; on the shelf;
and at the top edge of continental slope at a depth of not more than 262 m) due to a high dissolution rate
of methane, contained in bubbles [2].

The total content and vertical distribution of methane in Black Sea waters is generally considered
to remain quasi-stationary, at least over a 30-year observation period, with a stable balance between
methane discharge and consumption [7].

Previously, a direct calculation of rate and volume of bubbling methane discharge into Black Sea
anoxic water column was carried out at IBSS in ten already studied and promising areas of active methane
occurrences from three types of methane gas bubble streams existing in the Black Sea: methane seeps
at anoxic depths down to 725 m; gas bubble streams, induced by a vertical heat flux, in gas hydrates
stability zone; and mud volcanoes [1]. It has been found that among the considered sources of methane
gas bubble streams, the largest contribution to Black Sea waters is made by methane seeps at anoxic
depths down to 725 m. Contribution of other sources is orders of magnitude less. Moreover, the es-
timate of total emission of bubbling methane obtained is at least 2.5 times lower than corresponding
estimates determined by biogeochemical methods. This work was aimed at obtaining the maximum es-
timate of bubbling methane discharge into Black Sea waters; therefore, some features of gas exchange
of bubble flares with water, surrounding them, were not taken into account. In particular, the distributed
flux of dissolved methane along gas flares in a water column was not considered. It was assumed that
all bubbling methane from a seabed at depths of more than 140 m completely enters Black Sea anoxic wa-
ters in the dissolved form. In fact, some methane bubbles, emitted from a seabed, can cross the boundary
between anaerobic and aerobic waters, when rising, and even reach sea surface, emitting free methane
directly into the atmosphere.

The aim of this work is to study the significance of directed transfer of free methane by gas flares
from anaerobic to aerobic waters.

MATERIAL AND METHODS

The study focuses on Dnieper River paleochannel area (Fig. 1) characterized as one of the most
active areas of methane occurrences. This is the part of an extensive alluvial fan accumulating
huge masses of organic material from the entire northwestern part of the Black Sea with adjacent
rivers [6].

In this region, 902 seeps were recorded on a shelf area of 41.2 km? (sector A), and 1,295 seeps were
recorded on a continental slope in the anoxic zone (sector B) over an area of 345 km? [5].

For each of the seeps detected, data on bubbling methane emission flux from a seabed @y (L-min™!
under normal conditions: standard temperature and pressure, STP) was obtained, as well as free methane
fluxes into the atmosphere [5]. Summary of the data obtained in Dnieper River paleochannel area is given
in Table 1.

As seen from Table 1, the isobath of 140 m was chosen as a boundary between sectors A and B,
which approximately corresponds to the middle of a boundary layer between aerobic and anaerobic
zones. Mainly, seeps, located below the upper boundary of pycnocline (140 m) and above the up-
per boundary of gas hydrates stability zone (725 m), emit bubbling methane into the anoxic water

Mopckoii 6uonorndeckuii xypHain Marine Biological Journal 2020 vol. 5 no. 3
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Fig. 1. Gas bubble streams (@) on a bathymetric map of a seabed in Dnieper River paleochannel area.
The line is drawn along the isobath of 725 m. The inset shows location of Dnieper River paleochannel
on the map of the Black Sea

Table 1. Parameters of bubbling methane emission in Dnieper River paleochannel area

Sector A: Sector B:
Parameter
depths 60-140 m depths 140-725 m

Acoustic coverage, km? 41 346
Seeps number 902 1295
Total initial methane flux @, -10° m*year™' (STP) 1.2 15.6
Spatial density of methane emission flux @, -10* m*km2.year™! (STP) 29.5 45.1
Total methane flux into the atmosphere ®,, -10> m*year™' (STP) 3.1 0.1

column of the Black Sea. Gas bubble streams of the oxic zone emit a significant part of free methane
into the atmosphere, while methane, dissolved as gas bubbles rise, is more likely to migrate to sea surface
than overcome the density gradient in pycnocline layer and penetrate the anaerobic zone with a higher
concentration of dissolved methane.

To assess the evolution of methane concentration in gas bubble streams of seeps in the anaerobic
zone when moving away from gas emission source, we used the approach described earlier in [5]. It in-
volves using the model of gas exchange between methane seeps bubbles and seawater, surrounding them.
This model is based on a system of differential equations that take into account, inter alia, the effect
of van der Waals forces on gas exchange between bubbles and a water column; the adsorption of surfac-
tants, contained in water, by bubbles; and the appearance of the Marangoni effect reducing gas bubbles
rising speed and weakening mass transfer of substances through shells of these bubbles.

Mopckoii buosnorrueckuii xypHain Marine Biological Journal 2020 vol. 5 no. 3
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Initial sizes of methane bubbles of gas bubble streams were determined using statistical data ob-
tained by measuring bubbles target strength. Size range was divided into size classes with a step
of 2 mm, and frequency of occurrence of each class in the sample was determined. Initial methane
fluxes of gas bubbles, i. e. vertically directed flux of methane contained in the rising bubble at the mo-
ment it emerges from a seabed, ®, were determined by volume and rise rate of bubble at the moment
it emerges from a seabed. Then, bubble model was run for each size class.

The following parameters were recorded at the model output: time t, sec; bubble rise depth h, m; bub-
ble diameter d, mm; gas content in a bubble m, pmol. The depth of methane seep was 140 m and deeper.
It was assumed that gas composition of bubbles includes highly and sparingly soluble gases (CHy4, N5, He,
and Ar). Initial methane content, i. e. at the moment a bubble emerges from a seabed, was set at no less
than 99 %, the same as in [5].

Model calculation was stopped either when a bubble reached sea surface or when its diameter de-
creased to 0.001 mm, which was interpreted as a complete dissolution of gas contained in the bubble.
For each size class of bubbles according to modeling data, vertical profiles of methane content m(h)
and dissolved methane flux into a water column f,(h) were calculated:

oy = 5, ML ) (M

where v;, is average bubble rise rate in a sector (h + Ah, h).

Methane content in average bubble of gas flare M(h) and methane flux into a water column F(h)
from a seabed to the horizon of 140 m were determined by summing over size classes of bubbles with
weights proportional to their frequency distribution.

The use of Fy(h) profiles made it possible to estimate integral methane fluxes from local gas bub-
ble seeps into a water column in the range from localization depth of methane seep to the horizon
of 140 m @44

140
(1)140+ = / Fw<h> ~dh . (2)
H,

0

The obtained graph of ®4./Py ratio depending on localization depth of methane seep
emission (Fig. 2) was approximated by a simple function:

Y =100 (1 _ 6(150.0—){).37—1) ’ (3)

where X is depth, m.

Formula (3) allowed estimating @49+ values for each of 1,295 methane seeps from Table 1 according
to previously determined values of their initial flux:

Then, flux of methane, transferred by rising bubbles of methane seeps outside Black Sea anaerobic
zone, was estimated by the ratio as follows:

(I)1407 = ‘po - (I)140+ . (%)

Mopckoii 6uosnornueckuii xkypHain Marine Biological Journal 2020 vol. 5 no. 3
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Fig. 2. Dependence of ®4,,/®, ratio value on localization depth of methane seep emission (4). Red line
is an approximating curve

RESULTS AND DISCUSSION

Fig. 3A presents a histogram of frequency of occurrence of gas bubble streams, transferring free
methane by rising bubbles above the horizon of 140 m, in Dnieper River paleochannel area.
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Fig. 3. A —histogram of frequency of occurrence in Dnieper River paleochannel area of gas bubble streams,
transferring free methane above the horizon of 140 m; B — vertical extent of gas flares relative to wa-
ter depth (#) and graph of relative heights of hypothetical flares, reaching strictly the horizon of 140 m
[(D — 140)/D x 100], where D is water depth (red line)
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As shown in Fig. 3A, free methane transfer from the anaerobic zone is provided in Dnieper River pa-
leochannel area both by seeps, emitting methane into the atmosphere (localized above a depth of 262 m),
and seeps, located much deeper (up to 590 m). The validity of this statement is confirmed by Fig. 3B,
showing data on the height of gas flares at sites of gas bubble emissions from a seabed in Dnieper River
paleochannel area. The data are stored in IBSS marine research database, containing, inter alia, electronic
echograms of seeps, as well as heights of registered gas flares throughout the Black Sea [2]. For clarity,
the curve of the function [(D — 140)/D x 100] is plotted in Fig. 3B. This allows comparing flares rising
above the horizon of 140 m (all dots on Fig. 3B above the red line) with flares not reaching this horizon
(all dots below the red line). It is quite obviously seen from Fig. 3B that a significant number of seeps,
located on a seabed in a depth range of 140-600 m, form gas flares of height being sufficient to transfer
free methane outside the anoxic zone. It is interesting that this factor had not been previously investigated.
Meanwhile, the total estimate of methane flux from all seeps outside the anoxic zone, calculated by for-
mula (5) (Table 1, sector B), was 824 L-min, or 4.3-10° m>.year™ (approximately 2.8 % of the initial
flux). At the same time, emission of free methane into the atmosphere from seeps in this area is only
0.1-10° m*-year™! (2.3 % of the emission of bubbling methane to the aerobic zone in sector B).

This work was carried out within the framework of IBSS government research assignment “Molismological
and biogeochemical fundamentals of marine ecosystems homeostasis” (No. AAAA-A18-118020890090-2).
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IEPEHOC CBOBO/ITHOI'O METAHA CTPYWHBIMM I'A30BBIJIEJTEHUAMM
13 AHADPOBHBIX B ASPOBHBIE BO/IbI YEPHOI'O MOPS

IO.T. Aprémos

DeniepasbHBINA UCCIIEOBATENBCKUI TIEHTP «IHCTUTYT OUOJIOTHH 103KHBIX MOpEH
umenu A. O. Koanesckoro PAH», CeBacronons, Poccuiickas ®enepanys
E-mail: yu.g.artemov@gmail.com

«Jlpixanue Heap» B (bOpME METAHOBBIX CTPYHHBIX Ta30BBIAETICHUI U3 MOPCKOTO JHA (METaHOBBIE CH-
IIbI, WM ITy3bIPbKOBBIE MaHAIMI) — SIBJICHUE [UIAHETAPHOIro Maciitada, Ha KOTOpoe 00paTuIv BHU-
MaHue JIMIb B KOHUEe XX croseTus. M3yuyeHne 3Toro siBIeHUs KaK BaXHOTO 3BEHA MPOLIECCOB B3au-
MoJieicTBUsl uTocepsl, Tuapocdepsl, aTMocdepsl U Orocdepsl He TOTEPSUI0 CBOSH aKTyalbHOCTU
10 HACTOSIIIEro BpeMeHHW. B naHHOI padoTe orpesesieHbl MOTOKM METaHa B M3BECTHOM pailoHe WMH-
TEHCHUBHBIX METAHOIPOSIBJICHNI OMOTEHHOU MPUPO/ABI, TeorpauIecKy NPUBSI3aHHBIX K Maleopyciy
p. Hduemnp B ceBepo-3anagHoii yactn Y€pHOro Mopsi. Briepebie orieHeHo, 4To MOTOK CTPYHHOTO (CBO-
0O0HOr0) METaHa M3 aHAPOOHBIX B @POOHBIE BOJBI HA yYACTKE AKTUBHBIX METAHOBBIX Ta30BbIICICHII
B paiioHe nasieopychna p. [JHenp B auanazoHe rryoun 140-725 m coctapisier (B CpeJHEM TI0 YUACTKY)
1,2:.10° M kM 2-rogq! (STP), wu 2,8 % OT BBIAECAMBILETOCsS U3 JHA CTPYMHOro MeTaHa. BemuuuHa
HCCIIeIOBAHHOTO NOTOKAa — 4,2 % OT yZAeJIbHOrO OTOKA CTPYHHOTO METaHa B BOAHBIH CTOJIO HA LIE/b-
oBom yuactke (rmyoriHbl Menee 140 M) B 3ToM ke paiione. [lomydenHast B paboTe OLEHKa MOTO-
Ka MeTaHa — 3HAYMMBbIA 9KOJOTHYECKUil (paKTOp B yCIOBUAX cTpaTHU(UKAMU Boa YEpHOro mMops,
I71e IepeHOC MeTaHa CTPYHHBIMU Ta30BbIIEICHUAMU SIBJISETCS OCHOBHBIM MEXaHU3MOM BHECEHUS TITy-
OGOKOBOJIHOTO MeTaHa B OMOTeOXMMHUYIECKHE ITUKJIBI U TTPOLIeCChl TPAaHC(OPMAIIHH YIIIepoia a9poOHOM
30HbI YEPHOTO MOPHI.

KuroueBrbie cioBa: UEpHoe Mope, CTPYIHBIE Ia30BbIIC/ICHUs], a3POOHBIE BOJIbI, aHAIPOOHBIE BOIbI,
IIOTOKW METaHa

¥
Marepuassl cTaThbi ObUTH TpeJcTaBieHsl Ha YTeHusx namstu akagemuka I'. I'. TlonukaproBa «Paguoskonorusi: ycrexu 1 nepcreKTHBbD
(Cesacromnonb, UnBIOM, 2019 r.).
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This paper demonstrates the use of the baromembrane method for measuring ultra-low concentrations
of radionuclides in water of freshwater reservoirs. The relevance is due to the need to determine ra-
dionuclides introduction into water cooling ponds used by enterprises of nuclear fuel cycle. Radionu-
clides of natural and technogenic origin, not associated with enterprise discharge, are always present
in water cooling ponds, forming a natural or technogenic altered background. Its presence often makes
it difficult to identify contribution of enterprise’s discharge to water activity, since routine monitor-
ing methods are characterized by a very high detection limit for radionuclides. Traditional methods
for determining background radionuclides concentrations require sampling of at least 500 L of water,
followed by their evaporation to get a dry residue. This procedure takes at least 5 days. It is possible
to reduce time and energy spent on vaporizing hundreds of liters of water by pre-concentrating ra-
dionuclides in a smaller sample volume with the baromembrane method. To demonstrate this method,
a portable installation with osmotic membranes was used being characterized with initial productivity
of 6.0 L-min™!. The osmotic membranes separate source water sample into two components: deminer-
alized permeate and concentrate, containing radioactive substances. This method allows preliminary
concentration of water samples from 500 to 20 L in 10-15 hours with minimal losses of radionuclides
(time period depends on water mineralization level). The method is universal; it can be used for con-
centration of dissolved salts of any heavy metals and other organic compounds. It allows preparation
of water countable samples in much shorter time that traditional method (evaporation).

Keywords: baromembrane method, reverse osmosis, radionuclides, volumetric activity, nuclear
power plant
During nuclear facilities operation, one of the ways in which radioactive substances enter the environ-

ment is liquid discharge into surface water bodies. Radionuclides activity monitoring in water of impact
cooling ponds allows confirming the safety of nuclear facility, as well as the compliance with the require-
ments for the levels of radiation exposure to the environment and population [11]. The environment
around any nuclear facility contains radionuclides of natural and technogenic origin, forming a techno-
genic altered background [5]. As aresult, technogenic radionuclides are found in water supply and sewage
systems of nuclear facilities, the source of which is global fallout due to nuclear weapon tests, Chernobyl
and Fukushima Daiichi disasters, etc.

“The materials of the article were presented at the Readings in memory of Academican G. G. Polikarpov “Radiochemoecology: Progress and Prospects”
(Sevastopol, IBSS, 2019).
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According to the International Atomic Energy Agency recommendations, values of background
levels should be subtracted from measurement results to determine dose loads on population only
due to practical activities [11]. Analysis of available information shows the need to take into account
radionuclides background activity in water bodies used by nuclear power plants (hereinafter NPP) [10].
The International Atomic Energy Agency considers 31 radionuclides to be among the most important
ones from the point of view of the impact on the environment from NPP discharge [12]. Meanwhile, na-
tional requirements of the Russian Federation indicate the need for state regulation of 81 radionuclides
in liquid discharge [4].

Taking into account radionuclides background content, it is possible to determine the activity
introduced into water body from NPP operation. To determine radionuclides background content
in water bodies, the one has to use instruments and methods providing measurements of ultra-low
concentrations of radionuclides. The data of state monitoring system on technogenic radionuclides
content in atmospheric fallout and precipitation, snow cover, freshwater, and seawater on the ter-
ritory of the Russian Federation indicates the need to concentrate radionuclides in countable sam-
ples to reliably determine their activity [S]. The existing highly efficient methods of radionu-
clides sorption based on sulfides, dioxides, and cyanides of various metals are selective and cannot
be universal [6 ; 13].

Routine control methods do not allow to reliably determine concentration of radionuclides
of various metals in NPP discharge due to small source sample volume. Current regulation
assumes evaporation of 10-20 L of initial water and analysis of dry residue. This method
does not allow to reliably determine additional contribution of radionuclides with existing contam-
ination. Moreover, concentration by evaporation of 500 L and bigger volume is rather laborious
and energy-consuming.

In this paper, the approach is proposed, that allows concentrating water samples from natu-
ral sources for further radiometric and spectrometric analyses. To determine ultra-low concentra-
tions of radionuclides in water, the method involving baromembrane technologies was chosen. They
were developed in the mid-1960s and have been successfully used to purify liquid radioactive
waste [1;2;7;8].

The method can also be used to prepare water samples of large volume with a high salt content,
such as seawater. Meanwhile, when implementing mobile sampling equipment, it is necessary to use
membranes with a larger filtration area and an electric motor of higher capacity: this will help to ef-
fectively separate permeate from concentrated high-salt solution. To confirm the possibility of using
the baromembrane method for preliminary concentration of radionuclides without activity loss, it is nec-
essary to carry out a number of experiments with freshwater samples of different mineralization levels.
The method is validated by continuous monitoring of parameters reflecting an increase in mineralization
in concentrate and minimal loss of salts in permeate. To verify the method, the one has to simultane-
ously take equal water volumes from the same water body sector for subsequent parallel measurements
of volumetric activity by traditional method (evaporation) and the developed baromembrane method
of preliminary concentration.

The aim of this work is to demonstrate the possibility of using the baromembrane method
to determine low values of volumetric activity of radioactive substances in water cooling ponds
of Russian NPPs.
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MATERIAL AND METHODS

The baromembrane method of preliminary concentration of water samples is based on sedimentation
of impurities on osmotic membranes. When an overpressure is created on the membranes, suspended
particles and dissolved salts are sequentially removed from a certain water volume by reverse osmosis,
and this allows obtaining a concentrated salt solution. When passing through the semi-permeable mem-
brane, source water is separated into two fluxes: pure water (permeate) and solution with contaminants
(concentrate). In this case, permeate passes through the membrane, while dissolved substances do not
(membrane efficiency is not less than 99.0 %) (Fig. 1).

FEED WATER CARRIER

PERMEATE - )}

; ' CONCENTRATE
COLLECTION LAYER
CONCENTRATE =
\ “ SEMI-PERMEABLE

. N MEMBRANE

PERMEATE COLLECTION

OQOUTER SHELL * LAYER

Fig. 1. Operating principle of an osmotic membrane

Functional scheme of an experimental installation for validation and verification of the method
of preliminary concentration of water samples of impact reservoirs is presented in Fig. 2.

SOURCE WATER CONCENTRATE
W = < PERMEATE
METER _ﬁ Jl IL I] >
MODULE WITH
PRE-CLEANING SEMI-PERMEABLE
MODULE CONCENTRATION REVERSE OSMOTIC
RECEIVING CAPACITY CAPACITY MEMBRANES
100 liters REMOVING PARTICLES| 60 liters REMOVING PARTICLES
OVER 5 MICRONS LESS THAN 5§ MICRONS

Fig. 2. Functional scheme of an installation for concentrating water samples

The installation consists of separate tanks and two separate blocks (Fig. 3): block 1 is pre-cleaning
module; block 2 is module of two reverse osmotic membranes. This makes transportation and placing
of the installation more convenient.
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Fig. 3. View of portable installation modules for concentrating water samples

The pre-cleaning module is equipped with a cold water meter with a measurement error of no more
than 2 %. It ensures control of source volume of water supplied for concentration.

The module of two osmotic membranes is equipped with two manometers and two flow meters:
to monitor operating parameters of each osmotic membrane. Filmtec XLLE-2521 osmotic membranes
(DOW, USA) are used for experiments with freshwater samples.

A natural water sample analyzed is poured into receiving tank. Through an integral water meter,
the water enters the pre-cleaning module. There, suspended particles and insoluble impurities larger
than 5 um are removed from the source water on a mechanical cleaning cartridge made of foamed
polypropylene. After that, the water enters the next storage tank, where closed-loop water concentration
occurs. The water from this tank is supplied under pressure up to 10 bar to a module with the osmotic
membranes. There, dissolved salts and suspended particles with a size of less than 5 um are removed.

When operating the baromembrane method, three parameters are of great importance: membrane
area, selectivity, and hydraulic efficiency [3].

Hydraulic efficiency of a baromembrane installation characterizes the degree of effective use of wa-
ter. It is defined as a ratio of permeate consumption to source water consumption. Hydraulic efficiency
is calculated by formula:

_ @

n= g - 100% (1)
fd

where Qg; and Qg indicate flows of filtrate and source water, respectively, L-h™".

The average hydraulic efficiency of the installation used is 30 %. This coefficient can change during
water sample concentration due to an increase in poorly soluble salts content in concentrate and in bound-
ary layer above membrane surface. During water processing by this method, predominant transfer of H,O
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molecules through the membrane occurs, and this leads to concentration polarization and to an increase
in salts concentration in boundary layer. It is in the boundary layer that active formation of crystals
of sparingly soluble salts with their subsequent sedimentation on the membrane is observed.

The ability of a baromembrane installation with a specific type of membrane to demineralize source
water for various separated substances is called selectivity. It is calculated by formula:

S, = 95a — Yt 100% , )
Ata
where qgq and qg; indicate amounts of dissolved salts in source water and filtrate, respectively, mg-L™".

In practice, specific conductivity of water y (uS-cm™') is measured, which is proportional
to q. Selectivity value for the installation used is in the range from 37 to 94 % with an average of 70 %.

Another important parameter for osmotic membranes is salt impermeability characterizing
the amount of salts that have passed through the membrane. It is calculated by formula:

Sp =21 .100%, 3)

where Cy; and Cy, indicate salt concentration in filtrate and source water, respectively, mg-L™".

Salt impermeability value for the installation used is in the range from 6 to 63 % with an average
of 30 %.

The volume of permeate obtained from a membrane surface unit per time unit at constant pressure
is called specific productivity (L-m™2-h™). It is calculated by formula:

- “)

mem

where Q; is permeate consumption, L-h™!;
Sinem i membrane filtration area, m?.

The use of membranes with a filtration area of 1.1 m? in the osmotic installation made it possible
to achieve specific productivity values in the range of 48—70 L-m™2-h™! at pressure up to 10 bar.

Water purified from impurities (permeate) is drained, and remaining concentrate is fed back
to the osmotic membranes. That is the way how source water is concentrated by salt composition.

After concentrating the volume of source water required, it is necessary to clean the module using
acid and alkaline solutions recommended by installation manufacturer. This is needed to remove settled
impurities of organic and inorganic origin from the osmotic membranes.

After the concentration, the concentrate (salt residue from source water) and the rinsing liquid
(solution with suspended salt particles, which sedimented on the osmotic membranes during the process)
are transferred to a laboratory.

The subsequent laboratory evaporation allows obtaining dry residue from the concentrate and the rins-
ing liquid. By gamma-spectrometry, the main radionuclides, which may be present in discharge (Cs-137,
Co-60, Mn-54, etc.), were determined on the installation with a detector made of ultrapure germa-
nium. Beta-emitting radionuclide Sr-90 was analyzed radiometrically after radiochemical isolation, using
monoisooctyl methyl ester of phosphonic acid.
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To verify the method of preparing countable samples using the osmotic membranes, we compared
it with traditional method (evaporation). For this purpose, water from Beloyarsk Reservoir was sampled
(the volume of each sample was of 500 L).

In each dry residue, absolute activity of countable sample was determined. It is calculated by formula:
<[CS - Ibg) C Mgy

A= ; (&)

€ Mg

where I, is count rate at total absorption peak, imp-sec™!;

I, is background count rate in a channel range of radionuclide studied, imp-sec™
mg, is mass of ash obtained by evaporation of liquid, g;
1N is quantum yield of an energy line, from which sample activity is calculated;

1.
’

€ 1s registration efficiency for the energy line analyzed;
ms is mass of the sample analyzed on a spectrometer, g.

Uncertainty of activity was evaluated by formula:

0A 0A 0A
(o A (G AR+ (5

01,
+(

)2 ) Am?ir—i_

dr
; (6)
0A 0A

2. 2 27y2. 2 TN2 A2

Al () A+ () A

) = A

Mg

where Al is uncertainty of count rate at total absorption peak, imp-sec™;

Aly, is uncertainty of background count rate in a channel range of radionuclide studied, imp-sec™;
Amy;, is uncertainty of mass of ash obtained by evaporation of liquid, g;
Amg is uncertainty of mass of the sample analyzed on a spectrometer, g;
An 1s uncertainty of quantum yield of an energy line, from which sample activity is calculated;
Ae 1is uncertainty of registration efficiency for the energy line analyzed.

Expanded uncertainty of measurement was calculated by formula:
U=2-U(A). (7)

To confirm metrologically substantiated results of the assessment of specific activity in count-
able samples, we carried out gamma-spectrometric analysis of dry residues of the concentrate
and the rinsing liquid in different laboratories: at the Institute of Industrial Ecology of UB RAS (here-
inafter IIE) and at the Biophysical Station of the Institute of Plant and Animal Ecology of UB RAS
(hereinafter IPAE).

RESULTS

Validation of the baromembrane method and evaluation of osmotic membranes efficiency were
carried out during the analysis of concentrations of stable chemical elements, radioactive iso-
topes of which in the discharge can form 99 % of effective dose loads on population. The con-
tent of elements studied in water samples was determined by atomic absorption spectroscopy
and mass spectrometry (Table 1).
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Table 1. Results of analysis of various chemical elements concentration when using osmotic membranes

Element u Source water, Concentrate, Concentrate, Concentrate, Concentrate,
mgL™! 1% cycle, mg L' | 3" cycle, mg L' | 5" cycle, mg-L~! | 10% cycle, mg-L~!
Na 23 84.9 118 278 431 2853
K 39 4.8 6.3 13.1 18.1 123
Ca 40 75.5 81.0 189 224 335
Sr 88 0.67 0.98 2.36 3.19 10.3
Mn 55 1.80 2.77 3.94 6.63 185
Co 59 <0.1 0.14 0.22 0.62 3.57
Element u Source water, Concentrate, Concentrate, Concentrate, Concentrate,
ug-L! 1% cycle, ug-L7! | 3" cycle, ug-L™! | 5% cycle, pg L' | 10" cycle, pug-L!
Ni 59 <20 4.51 9.91 12.7 63.8
Cs 133 <0.05 <0.05 <0.05 0.078 0.094

The results presented in Table 1 demonstrate an exponential increase in concentrations of the ele-
ments analyzed, which proves the possibility of using this method for preliminary concentration. Ex-
ponential value in the experiment is specific for each element. The maximum values were determined
for Co, Mn, and Ni: 1.08; 1.01; and 0.93, respectively. The minimum exponential value was obtained
for Ca: 0.40. Exponential values for Na, Cs, K, and Sr were as follows: 0.83; 0.77; 0.75; and 0.66,
respectively.

Verification of the baromembrane method for preliminary concentration of radionuclides in freshwa-
ter samples was carried out on samples of water cooling pond of the Beloyarsk NPP. Four 500-L water
samples were taken in one place at one time period.

Countable samples No. 1 and 2 were obtained by evaporation of two samples to dry residue; count-
able samples No. 3 and 4 — by preliminary concentration of two other samples by the baromem-
brane method. Source volume of each sample taken (500 L) was transferred to a concen-
trated solution with a volume of 30 times less. Source water salinity (193 mgL™) was in-
creased in each concentrate to 5.8 g-L™!. Mineralization level was determined by a conductome-
ter in terms of NaCl salts content. The concentrates obtained were also evaporated to dry residue.
The total preparation time for two countable samples when using the baromembrane method
was five days. Evaporation of 500 L of source water to prepare two countable samples required
two weeks.

Determination of radionuclides content in all countable samples was carried out on two
different gamma-ray spectrometers with a detector made of ultrapure germanium having ef-
ficiency of 15 % (IPAE laboratory) and 40 % (IIE laboratory). The results of interlab-
oratory comparison of gamma-emitting radionuclides activity demonstrate a clear presence
of Cs-137 in the Beloyarsk Reservoir with the values of volumetric activity in the range
of 1.4-3.1 mBq-L_1 (Table 2).

The results of interlaboratory comparison demonstrate a good convergence of volumetric activi-
ties of radionuclides. The absence of a significant difference in the results of two methods for prepar-
ing water countable samples allows concluding that the baromembrane method is applicable for de-
termining ultra-low concentrations of radionuclides. The results obtained demonstrate the absence
of activity losses on osmotic membrane elements.
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Table 2. Results of interlaboratory comparison of gamma-emitting radionuclides in dry residue samples

Cs-137,-107% Bq-L™! K-40, 107! Bq-L™!
Sample number
IIE IPAE IIE IPAE

1 3.1%£09 1.6+04 3207 25%0.1

2 2.6+0.8 1.8+04 2806 24%0.1

3 1.9+0.7 28+0.8 1.9+05 3602

4 1.4+0.7 1.9+0.8 1.6+04 33%0.1
Note: + indicates extended measurement uncertainty. Samples No. 1 and 2 were prepared by evaporation;

No. 3 and 4 — using an installation with osmotic membranes.

Experiments on validation and verification of the baromembrane method for concentrating radionu-
clides in freshwater samples made it possible to increase the number of research objects. In addition
to the Beloyarsk Reservoir, four water cooling ponds of Russian NPPs (Balakovo, Kursk, Rostov,
and Novovoronezh) were selected to investigate background concentrations of radioactive substances

in water.

Sampling was carried out at various water outlets, which allowed suggesting what radionuclides could
be present in Russian NPPs discharge and making a list. Table 3 contains information about sampling
locations and salinity values of water samples analyzed. The differences in salinity of concentrated water
and concentration coefficients for each of water outlets at Russian NPPs analyzed can be caused by var-
ious factors: NPP location region; operation mode of water cooling pond; and water exchange rate in it.
According to project documentation, Russian NPPs have discharge both in closed water cooling ponds

and in rivers.

DISCUSSION

Table 3. Results of analysis of various chemical elements concentrations when using osmotic membranes

Result of concentration
NPP Water outlet Salinity Salinity Concentration
of source water, of concentrated water, coefficient
mg-L! gL by sample volume
Balakovo Inlet channel 980 13.8 36.8
Inlet channel 568 27.7 34.9
Kursk Outlet channel 659 22.8 33.9
Seym River 345 4.2 43.1
Domestic sewage 212 3.1 20.8
Domestic sewage 690 13.5 34.9
Rostov PPU 1, 2 outlet channel 277 8.2 43.8
PPU 3, 4 outlet channel 900 12.0 31.1
PPU 1, 2 outlet channel 246 3.1 27.7
Fisheries outlet channel 253 3.8 37.6
Novovoronezh | PPU 3, 4 inlet channel 253 3.9 38.6
PPU 5 outlet channel 362 4.1 23.7
Filter fields outlet 300 4.1 19.1

Note: PPU is power plant unit.
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The results of the experiments show as follows: the baromembrane method makes it possible
to concentrate radionuclides in water samples repeatedly (up to 30—40-fold), and source sample vol-
ume can be reduced from 1000 to 30 L. Concentration parameters obtained are limited by membrane
filtration area, technical characteristics of electric motor, and types of connector units in a mobile
installation.

Concentration coefficient can be influenced by osmotic membrane area, source water salinity
(it should not exceed 1.5-2 g-L™"), and organic compounds presence.

Analysis of dry residues of gamma-emitting radionuclides from water samples of Russian NPPs

shows mainly presence of Cs-137, Mn-54, and Co-60. Among beta-emitting radionuclides, Sr-90 was
analyzed (Table 4).

Table 4. Results of analysis of dry residues of gamma-emitting radionuclides from water samples
of Russian nuclear power plants

NPP Water outlet Volumetric activity of radionuclide in water, -10~> Bq-L™!
Cs-137 Sr-90 Mn-54 Co-60
Balakovo Inlet channel 1.48 £ 0.67 3.25+1.33
Inlet channel
Kursk Outlet channel
Seym River
Domestic sewage 11.8£1.28 1.64 £0.47 13.9£0.92
Domestic sewage 15,4 £7,08
Rostov PPU 1, 2 outlet channel
PPU 3, 4 outlet channel
PPU 1, 2 outlet channel 37.7+22.0
Fisheries outlet channel 31.9£19.3
Novovoronezh | PPU 3, 4 inlet channel 240+ 13.8
PPU 5 outlet channel 225+134
Filter fields outlet 15.1£6.20 26.0+15.6 249+ 1.01 11.5+4.80

Note: PPU is power plant unit.

Gamma-spectrometric analysis of dry residue after evaporation of 30 L of concentrate, remaining
from source sample, allows determination of Cs-137 at the level of 5.0-107* Bq-L‘l. As a result
of the research, it was shown that water activity of water outlets of Russian NPPs is mainly due
to Cs-137 and more mobile radionuclide Sr-90 [9]. Changes in technological processes during
NPP operation can form a wider range of radionuclides in discharge; therefore, Mn-54 and Co-60
might be occasionally detected in the samples.

Conclusion. The possibility of using the baromembrane method for determining ultra-low
concentrations of dissolved salts of radioactive substances was demonstrated. To conduct field
experiments, a special mobile installation was developed and constructed; it provides multiple
concentrating of water samples up to 500 L within a day. Its hydraulic efficiency is 30 %; average
selectivity is 70 %; average salt impermeability is 30 %. Specific productivity values are in the range
from 48 to 70 L-m™>-h!.
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The method was validated by analyzing concentrations of stable chemical elements. From cycle
to cycle, the exponential increase in concentration of each element analyzed was shown.
The exponential value was specific for each element. In a row from higher to lower value, the elements
are arranged as follows: Co > Mn > Ni > Na > Cs > K > Sr > Ca.

The method was verified by evaporation of water of equal volume (traditional method). A sufficient
convergence of the values of volumetric activity of Cs-137 was demonstrated in the samples obtained
by the baromembrane method of concentration and by evaporation.

Analysis of water samples for presence of radioactive substances in water outlets of Russian NPPs
made it possible to establish the main regularities affecting concentration process by the baromembrane
method. During the experiments, the average value of concentration coefficient of source volume
of water was determined, which is (33 £ 8). This value is comparable with theoretical calculations
obtained during installation constructing in a technical design proposed.

The method allows concentrating radionuclides with the osmotic membrane 30-40-fold. Source
sample volume can be reduced from 1000 to 30 L. Dry residue analysis, with evaporation of remaining
30 L of sample, allows to determine Cs-137 at the level of 5.0-10™ Bq-L‘l, Co - 6.0-10™ Bq-L‘l,
Mn-54 — 6.8-10~* Bq-L™!, and Sr-90 — 9.0-107 Bq-L™!.

The method developed made it possible to reliably determine concentration of dissolved salts
of the main radionuclides in the ranges as follows: for Cs-137 — from 1.48-1073 to 15.1-10~% Bq-L™,
for Sr-90 — from 3.25-1073 to 37.7-1073 Bq-L™!. Mn-54 and Co-60 can also be occasionally detected
in water samples from water outlets of Russian NPPs.
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B pabote nokazaHa BO3MOXHOCTh IPUMEHEHHS GapoMeMOPaHHOTO METOA JUIsl U3MEPEHHs yJbTpa-
HU3KUX KOHIIEHTPAIUH PaJJMOHYKJIMIOB B BOJIE IPECHOBOAHBIX BOJIOEMOB. AKTYaJIbHOCTb 3a/1a9u 00y-
CJIOBJIEHa HEOOXOAMMOCTBIO OIpeiesieHs] PUBHOCA PAJMOHYKJIMIOB B BOJHBIE OOBEKTHI, MCIOJb-
3yeMble NpPeANpUATUAMH SIICPHO-TOIUIMBHOTO IMKJA. PaJuOHYKIMOBl €CTECTBEHHOTO W TEXHOTEH-
HOTO TPOMCXOXKIEHMs, He CBA3aHHbIE CO cOpOCaMM MPEINpUsITHS, BCETAa MPUCYTCTBYIOT B TAKHUX
BOJHBIX OOBEKTaX, (DOPMUPYsSI €CTECTBEHHbI WJIM TEXHOICHHO M3MEHEHHBIM paJualliOHHBIA (hOH.
Ero Hanmmume yacto 3aTpyAHseT WACHTH(HUKAINIO BKJIaga cOPOCOB MPENpHUATHS B aKTUBHOCTh BO-
IIbl, TaK KaK INTATHBIE METOJbl MOHUTOPYHTA XapaKTepU3YIOTCSI OYeHb BHICOKMM ITOPOTOM OOHApYkKe-
HUS PaJAUOHYKIUIOB. TpaauiMoHHbIe CIIOCOOHI orpe/ieieH s (POHOBBIX KOHIICHTPAIUIA PaOHYKIIU-
JoB TpeOyT ordopa MuHumyM 500 J1 BOIBI C MOCTEAYOIIUM €€ BhIIapUBAHUEM JI0 0Opa30BaHUS
CYXOro OCTaTKa, a Ha TaKylo Mpoleaypy HeoOXOAMMO He MeHee MATH padoumx gHeill. COKpaTHTh
3aTpaThl BPEMEHU M SHEPTUM Ha BBIIIAPUBAHUE COTEH JIMTPOB BOJABI MOXHO IMYTEM MpEIBAPUTEIIH-
HOTO KOHIIEHTPUPOBAHUS PaJMOHYKJIMIOB B MEHbIIEM 00bEMe MpoObl GapoMeMOPaHHBIM METOJIOM.

¥
Matepuaisl cTaThy ObLIM Mpe/CTaBIeHbl Ha YTeHusax namaru akagemuka I'. I'. TTonmkaprioBa «Paiioskonorus: ycrexu 1 nepereKTHBb»
(Cesacromnonb, UHBIOM, 2019 r.).
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Jl7s ero eMoHcTpalyy MPUMEHSUT MOOWIIBHYIO YCTAaHOBKY ¢ OCMOTHYeCKMMH MeMOpaHamu. EE Ha-
YabHas IPOU3BOIMTENLHOCTD cocTanseT 6,0 1-MuH ™! . OcMoTHYeCK1e MeMOpPaHbl IO3BOJSIOT pas/ie-
JIMTB UCXO/IHYIO ITPo0Y 13 BOAOEMA Ha IBa KOMIIOHEHTa — JIEMHUHEPAJIM30BAaHHbIN lepMeat U coepka-
IIMiA paIMOAKTUBHBIE BEIIECTBA KOHIIEHTpAT. B 3aBUCHMOCTH OT CTeTIeH! MUHEPaIM3alliK BOIBI HCCIIe-
JyeMo# o0k, YCTAHOBKA MO3BOJISIET MPOBOAUTH 32 10—15 4 npeaBapuTenbHOe KOHIEHTPUPOBAHUE
500 5 go obpasna o6bEMoM 20 1 ¢ MUHUMATLHBIMU TIOTEPSIMU PAAMOHYKJIMAOB. DTOT MOAXO[ YHH-
BepcajieH M MOXeT ObITh IPUMEHEH [Tl KOHLICHTPUPOBAHUSI PACTBOPEHHBIX COJIEH JIIOOBIX TSKEIBIX
METaJUIOB U IIPOYMX OPraHNYecKuX coequHeHui. OH MO3BOJISIET TOTOBUTH CYETHBIE 00Pa3Ibl BOAHBIX
npo0 B ropas3o MeHbIINE CPOKH, YeM TPAAUIMOHHBIA METOI YIIapUBaHHUSI.

KiroueBbie ciaoBa: OapoMeMOpaHHbBI METOJ, OOpaTHBIA OCMOC, PaJUOHYKJMIbI, OOBEMHAsI
AKTUBHOCTb, aTOMHas 3JICKTPOCTAHIUA
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By definition, low doses are minimum doses of a damaging agent, in particular radiation, causing
a recorded biological effect. The problem of exposure to low doses of radiation is being discussed
in scientific literature for decades, but there is still no generally accepted conclusion concerning the ex-
istence of some features of the effect of low doses in contrast to that of acute exposure. This is due
to the fact as follows: if being fixed, these effects have a weak expression and can be easily criticized.
The second important aspect of this problem is that biological effects are mainly described phenomeno-
logically in literature, without deciphering their molecular causes. In recent years, a number of articles
appeared in which the authors, when studying exposure to low doses of DNA-tropic agents, show that
postreplication repair (in particular, its error-free branch) plays a key role in these effects. In the lab-
oratory of eukaryotic genetics of Petersburg Nuclear Physics Institute named by B. P. Konstantinov,
it was possible to isolate unique yeast mutants with a disrupted branch of error-free postreplication
repair. A study of the processes of eliminating DNA damage with minimal deviations of their num-
ber from a spontaneous level made it possible to explain at the molecular level the differences in cell
response to low doses from acute exposure.

Keywords: low doses, yeast, postreplication repair, tolerance

Cellular genome functions under the constant influence of exogenous and endogenous factors causing
DNA damage. It is estimated that in one cell cycle, eukaryotic cells must repair more than 10,000 DNA
damage, arising from the effects of endogenous sources only, such as reactive oxygen species, endogenous
alkylating agents, and single and double DNA breaks resulting from replication forks collapse. DNA
damage number also increases as a result of impact of external factors: chemical mutagens, as well
as ultraviolet and ionizing radiation. Unrepaired genetic damage leads to mutations, genetic instability,
cancer, and cell death.

DNA damage repair is divided into a number of independent or partially overlapping path-
ways: nucleotide excision repair (NER); base excision repair (BER); DNA mismatch repair (MMR);
postreplication repair (PRR); nonhomologous end joining (NHEJ); and homologous recombination
(HR).

“The materials of the article were presented at the Readings in memory of Academican G. G. Polikarpov “Radiochemoecology: Progress and Prospects”
(Sevastopol, IBSS, 2019).
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Significant progress has been made in the study of biochemical mechanisms of the main repair path-
ways, including direct, excisional, recombination, and mismatch. To a lesser extent, this progress affected
postreplication repair (hereinafter PRR). This repair type is often included in the system of cell toler-
ance to DNA damage since DNA damage is not removed but is bypassed in replication process using
PRR mechanisms. Such a bypass is not always error-free and is the main source of mutagenesis.

Under normal conditions and under the effect of low doses of mutagens, the key way to combat DNA
damage in bacterial and eukaryotic cells is systems of DNA damage tolerance [2 ;7 ;8 ; 11 ; 12].

DNA damage tolerance (hereinafter DDT) has historically been called postreplication repair due
to the observation that UV treatment of budding yeast cells caused single-stranded gaps in replicat-
ing DNA [11]. PRR substrate is replication forks, stopped at DNA damage. UV-induced pyrimidine
dimers, causing single-stranded gaps in DNA, were often preserved after “repair”; this indicates that
PRR simply bypasses the damage rather than repairs it [3 ; 6].

In all eukaryotic organisms, two different DDT pathways operate: error-prone and error-free
ones [10]. In yeast, PRR can also follow two different pathways. The first one is error-prone pathway
(translesion synthesis, hereinafter TLS); it involves protein polymerase zeta complex (encoded by Revl,
Rev3, and Rev7 genes) and polymerase eta (encoded by Rad30 gene). These polymerases are conser-
vative in everyone from yeast to human [4]. TLS is controlled by Rad6/Radl8 complex coordinating
gap filling by PCNA monoubiquitination. In the second DDT pathway (error-free) one strand (newly
synthesized) serves as a matrix for replication of another strand (blocked) [2 ; 12]. The choice between
these DDT pathways has serious consequences for genome stability.

The error-free PRR branch, often called recombination one, plays a dominant role in tolerance, since
two repair types have a common D-loop formation stage. In the study of relationship between mutagen-
esis, repair, chromatin dynamics, and cellular cycle, the greatest progress has been made on the example
of a unicellular eukaryotic organism: budding yeast Saccharomyces cerevisiae. Experiments with yeast
have shown that error-free mechanisms are the main PRR pathways under both low and high replication
stress [2 ;7 ;8 ; 11 ; 12], although the pathway of synthesis through damage (TLS) may also be effective
under little number of DNA damage [8].

In response to DNA damage, cells use a net of signal carriers related both to cell cycle passing
(the checkpoint) and to repair implementation. It has been noted as follows: in yeast, zero mutants
by the checkpoint are surplus in TLS, but partially defective in gap filling [10]. It is still not clear how
do these effects relate to the role of the replication checkpoint in maintaining the stability of stopped
replication forks or in regulating factors, providing tolerance [5]. In any case, the checkpoint machine
obviously modulates cell response to DNA damage.

Earlier, for the first time in the world, using direct screening, yeast mutants, characterized by in-
creased induced mutagenesis and practically unchanged sensitivity to mutagens lethal action, were iso-
lated by us, as well as spontaneous mutators [1 ; 9]. Epistatic analysis of these mutants showed that they
belong to three groups; mutants of HSM3 epistatic group belong to the error-free PRR branch. Further
study of these mutants (with the most pronounced mutator phenotype) showed that the products of these
genes are related to control of polymerases involved in gap filling in DNA. Replacement of accurate
replicative polymerases with inaccurate polymerase Poln often occurs in mutant cells, and this signifi-
cantly increases mutation rate. The study of molecular mechanisms of biological action of ultra-small
number of DNA damage is very convenient if using methods of accounting for spontaneous mutagenesis
in yeast (Table 1).
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Table 1. Spontaneous mutagenesis in repair mutants

Strain Mutation frequency per generation, -10~/ Mutation frequency per generation, -10~/
(replicative) (reparative)
Wild type 32+03 32106
radl 10£1.4 28 £4.0
rad?2 24+05 18+3.9
radl4 33+£0.2 3135
pol3 80.2+7.2 7545

Table 1 shows our results for measuring mutation rate by two methods. The first one is Lea — Coulson
method. It measures mutation rate in cells, growing under the most favorable conditions. The generation
lasts for less than 2 hours. During this time, the number of spontaneous DNA damages in cells is minimal,
and most of the mutagenesis is a consequence of replication errors. The second one is method of ordered
seeding; it has been developed in the Leningrad State University. This method is simpler and more
convenient in execution, but, as we have shown, it is applicable only for strains with an undamaged
repair system. This method differs from the previous one: cell cycle is artificially stretched many times
(it lasts for several days). In this case, a significant number of spontaneous damages accumulate in DNA,
which are effectively removed in cells with normally functioning repair. In cells with disrupted repair
system, some of these damages remain and get into the replication fork.

As it can be seen from the Table 1, wild type cells show the same mutation rate in both tests.
In polymerase mutant, where all the increased mutagenesis is defined by errors of damaged polymerase,
two tests also give identical mutation rate. At the same time, all repair mutants show a significantly higher
mutation rate in the Leningrad Test (see Table 1).

The data in Fig. 1 are a good illustration of the effects of low doses of spontaneous damage. This fig-
ure shows the effect of adaptive mutagenesis, controlled by HSM3 gene we have discovered. In the upper
row, there are dishes with antibiotic, sown with wild type cells. Colonies of antibiotic-resistant mutants
can be seen, which grew after 3 days (dish on the left) and after 15 days (the same dish on the right).
Dishes of the lower row were sown with Asm3 mutant cells. It is noticeable that in the upper row, the dif-
ference in colonies number after 3 and 15 days is little. In the lower row, this difference reaches 2 orders
of magnitude.

3 days 15 days

hsm3

Fig. 1. Adaptive response of hsm3 mutant with a disrupted error-free branch of postreplication repair
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A very subtle tool for assessing the effect of a little number of DNA damage on cell survival
is the measurement of spontaneous death of mutant cells along certain repair pathways. For example,
disabling of recombination repair blocks DNA repair from double-strand breaks, which rarely occur
in normally growing yeast cells (less than 1 break per generation). Nevertheless, we can see a significant
increase in the proportion of dead cells in population with blocked recombination repair: wild type —
(3.6 £ 1.2) %; rad52 mutant — (10.1 + 3.2) %.

Low doses of DNA damage do not activate the checkpoint induced by DNA damage. The checkpoint
may not be essential for survival under these conditions [5]. Therefore, in cells with blocked nucleotide
excision repair after low-dose irradiation, almost all UV-induced damages get into the replication fork
and are exposed to PRR. In our experiments, nucleotide excision repair mutants were used for study-
ing the characteristics of this PRR type. We injected into rad2 mutant an additional Asm3 mutation,
disrupting the main pathway of the error-free repair branch. As it can be seen from Fig. 2, the double
mutant showed significantly higher UV-resistance than the single rad2 and very high induced mutage-
nesis. Thus, disabling of error-free repair branch directs DNA damage to an erroneous repair pathway
being less cytotoxic.

100 4200
[ hsm3rad2 ]
4160
10} 1120 3
- f g
E hsmarad2 180 £
Z =
1¢ {40
i~ T T T T T T T 0
0 6 12 18 24 30
UV dose, J/nt’

Fig. 2. Effect of blocking the error-free branch of postreplication repair

Japanese scientists have obtained interesting data on the effect of low doses of UV rays on yeast
cells [7]. They showed (Fig. 3) that rad14 mutant, which blocks nucleotide excision repair, grows under
conditions of chronic irradiation at about the same rate as wild type cells, while cells of radl8 mutant
(the one that blocks PRR) show high sensitivity to this impact. At the same time, according to our studies,
behavior of radl4 and radl8 mutants in the experiment with usual dose commitments (acute irradiation)
has a completely different character (Fig. 4). In this case, rad 14 mutant is much more sensitive than rad18.
There are two main reasons for this paradoxical difference. Firstly, with a little number of DNA damage,
the checkpoint is not activated; as a consequence, there is no induction of repair systems being under
control of the checkpoint. Secondly, at low doses, most of the resulting DNA damage avoids the action
of non-activated repair systems due to difficulties in detecting them and gets into the replication fork.
Replication forks, stopped at DNA damage, are PRR substrate.
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Fig. 3. Dependence of yeast strains survival on ex-
posure to chronic UV with a low dose rate
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Fig. 4. Survival of radl8 and radl4 mutants
in an acute experiment

The checkpoint activation has a threshold character and occurs when a certain number of single-

stranded DNA accumulates, arising during damage repair. Thus, when a threshold level of DNA damage
is exceeded as a result of induction, the efficiency of repair systems increases dramatically, and that allows
the cells to get rid of the overwhelming number of DNA damage and to reduce the load on postreplication
repair. It follows that the efficiency of DNA damage repair, not reaching a threshold level, will be much
lower than in case of its exceeding, and the biological significance of the former will be higher than that
of the latter.
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MOJVIEKRVJIAPHBIE OCHOBBI 9®®EKTA MAJIbIX 103 PAIMAITNN

B.I'. KopoJesn

[NetepOyprckuit uHCTUTYT siaepHO (pusnku nveHn b. 1. KoncrantuHoBa

E-mail: korolev_vg@pnpi.nrcki.ru

Ilo omnpenenenuio, Majble 4036l — 3TO MUHUMAaJIbHBIE 103bI MTOBPEKAAIOIIETO areHTa, B YaCTHOCTU
paauaiuy, BhI3bIBAOIIME PETUCTPUPYEMBblii Ouostoruueckuid a¢dext. [Ipodiema BO3ASHCTBUS MaJIBIX
JI03 pauaiuy 00CYKIaeTCsl B HAyYHOH JIMTEPAType B TEUCHUE AECCATUICTHI, HO IPUATH K OOIIIEMY Bbi-
BOJIY O HAJIMYHMHU KaKMX-TO OCOOEHHOCTEN X BO3/IEHCTBY S, B OTJIMYHE OT TAKOBBIX OCTPOTO OOTyUeHH s,
He yaa€rcs. DTo CBA3aHO ¢ TeM, YTo 3P DeKThl, eciin OHU (PUKCUPYIOTCS, UMEIOT cllaboe BhIpakeHUe
U JIETKO MOTYT OBITh IIOJIBEPTHYTH KPUTHUKE. [[pyroii BaxKHBII acleKT MpooOIeMbl — TO, 4TO OUOJIOTHYe-
ckue 3(peKThl B OCHOBHOM OINMCAHBI B HAYYHOH JIUTEepaType (PeHOMEHOIOTHYeCKH, Oe3 paciugpoB-
KM X MOJIEKYJISIPHBIX PUYKH. B mocieanue roas! mosBUICS psf CTaTeil, B KOTOPBIX aBTOPbI, M3ydasi
nevicteue Maitbix 03 JJTHK-TpormHbIX areHTOB, MOKa3bIBAIOT, YTO KJIIOUYEBYIO POJIb B 3TUX d(peKTax ur-
paeT MOCTPEIIMKATUBHAS penapalius, B YaCTHOCTH e€ Oe301MO0YHast BeTBb. B Taboparopuy reHeTH-
ku syKapuot [lerepOyprckoro nHcTuTyTa sinepHoi (pusviky umenu b. I1. KoHcraHTHHOBA yamoch BhI-
JeNINTh YHUKAJIBHBIX MyTAaHTOB JIPOXKEH C HApyIIEeHHON BETBbIO OE30IMMO0YHOM MTOCTPETUIMKATUBHON
penapanuu. VccnenoBanue mporieccoB MUKBUaanuu nospeskaennii JTHK npyn MuUHUMabHBIX OTKJIO-
HEHUSIX MX KOJMYECTBa OT CIIOHTAHHOTO YPOBHS MO3BOJIMJIO HAa MOJIEKYJIIPHOM YPOBHE OOBSICHUTD
pasyiums B KJIETOYHOM OTBETE HA MaJible JO3bl OT OCTPOrO OOTyUYECHUSI.

KiroueBrnlie cjioBa: Majbie HO03bl, JPOXKKHU, NOCTPCIUIMKATUBHAA periapalna, TOJEPAHTHOCTb

¥
Matepuaisl cTaThy ObLIM Mpe/CTaBIeHbl Ha YTeHusax namaru akagemuka I'. I'. TTonmkaprioBa «Paiioskonorus: ycrexu 1 nepereKTHBb»
(Cesacromnonb, UHBIOM, 2019 r.).

Mopckoii 6uosnornueckuii xkypHain Marine Biological Journal 2020 vol. 5 no. 3

HarmonansHOTO MccnenoBatebckoro reHTpa «KypuaroBckuii MHCTUTYT», [aTunna, Poccuiickas ®enepanys


http://www.pnpi.spb.ru/
http://www.pnpi.spb.ru/
mailto:korolev_vg@pnpi.nrcki.ru

8 71 Mopckoii GUOJIOrHYeCKUH KypHAI

Marine Biological Journal
2020, vol. 5, no. 3, pp. 30-54
https://doi.org/10.21072/mbj.2020.05.3.04

e ol g [in]
’!ﬁﬁlﬁlum!‘

AAAAAAAAA
MuBIOM — IBSS

UDC [504.064.3:574](549.3)

COMPREHENSIVE RADIOECOLOGICAL MONITORING
OF FRESHWATER ECOSYSTEMS
IN THE VICINITY OF ROOPPUR NPP (PEOPLE’S REPUBLIC OF BANGLADESH)

©2020 R.A.Mikailoval, D. N. Kurbakov!, E. V. Sidoroval, I. V. Geshel!,
N. V. Andreeval, Yu. V. Sorokin?, and A. V. Panov!

'Russian Institute of Radiology and Agroecology, Obninsk, Russian Federation
Russian Federal Research Institute of Fisheries and Oceanography, Moscow, Russian Federation
E-mail: riar@mail.ru

Received by the Editor 05.02.2020;  after reviewing 25.06.2020;
accepted for publication 21.09.2020;  published online 30.09.2020.

The paper presents experience of developing and maintaining a system of radioecological monitor-
ing of freshwater ecosystems in the vicinity of Rooppur Nuclear Power Plant (Bangladesh). Compo-
nents of freshwater ecosystems in the zone of NPP impact are both very informative for determining
the environmental state and very important for conducting economic activities. Therefore, the issue
of assessing and predicting quality of freshwater ecosystems in the vicinity of NPP is relevant for en-
suring radiation and environmental safety. During the studies, we developed a detailed monitoring
program; selected observation points for the state of surface water and groundwater at different dis-
tances from Rooppur NPP; determined monitoring objects (water, bottom sediments, higher aquatic
vegetation, and fish), list of parameters to be studied, observation regulation, methods, and regulatory
and technical support. Among the indicators controlled we considered the following ones: physico-
chemical properties of water and bottom sediments; radionuclide content of components of freshwater
ecosystems including natural (“K, 2°Ra, and ?*’Th) and technogenic (*°Sr, 137Cs, and *H) radionu-
clides; and content of 19 heavy metals, as well as chemical pollutants. Monitoring studies were con-
ducted in 2014-2017, considering climatic peculiarities of the region at different periods of the year.
Radionuclides in environmental objects were determined by spectrometry and radiochemistry; heavy
metals — by atomic absorption and plasma emission analysis methods. It was established that higher
aquatic vegetation in the Padma River is found not in all seasons. In December, it was almost absent.
The maximum species diversity was registered in June. Differences between surface water and ground-
water in the vicinity of Rooppur NPP were distinguished for several physical and chemical charac-
teristics. Values of drinking water total mineralization and hardness were higher than that of surface
water by 2-3 times. This is due to Padma River water composition, the basis of which is meltwater
and rainwater. Organic pollutants content in surface water and groundwater was below detection limits
or at minimum ones (benzopyrene — less than 0.01 ug-L™'; phenols — 1.3-3.5 ug-L™'; and petroleum
products — 0.01-0.043 mg-L™). Activity concentration of '*’Cs in Padma River water did not exceed
0.18 Bq-L™! (with a mean of 0.07 Bq-L™!) during the observation period. The content of *°Sr was
0.02-0.12 Bq-L™", and the concentration of *H varied in the range of 0.8-2.1 Bq-L™". Mean specific
activity of *Sr in bottom sediments was 0.5-1.8 Bq-kg™!, and '¥’Cs — 0.8-2.1 Bq-kg™". Specific activity
of *H in bottom sediments was less than 3 Bq-kg™!, except for 3 samples in 2017 (12-30 Bq-kg™),
which was most likely due to a local pollution. Specific activity of *°Sr in higher aquatic vegetation

“The materials of the article were presented at the Readings in memory of Academican G. G. Polikarpov “Radiochemoecology: Progress and Prospects”
(Sevastopol, IBSS, 2019).
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was 0.4-3.9 Bq-kg™!, and '¥’Cs — 0.4-1.0 Bq-kg™!. In drinking water, activity concentrations of ra-
dionuclides were as follows: '*’Cs — 0.03-0.27 Bq-L™"; **Sr — 0.01-0.16 Bq-L™!; *H - 0.4-1.2 Bq-L™".
Specific activity of *°Sr in fish was 0.02—1.6 Bq-kg™.The content of *’Cs in fish was 0.26-0.3 Bq-kg™".
Analysis of monitoring data on heavy metal levels in components of freshwater ecosystems in the vicin-
ity of Rooppur NPP showed that for a number of elements their increased concentrations were recorded,
most of which belong to monsoon season. In Padma River surface water, a repeating increase in As,
Cd, Mn, and Al concentrations was noted, and in bottom sediments — an increase in As, Cd, Ni, Co,
and Zn content, which was associated with anthropogenic impact and increasing runoff of pollutants
during monsoon rains. Repeatedly increased As and Mn concentrations were noted in drinking wa-
ter of Rooppur NPP 30-km zone. In separate samples, there was an increase in Fe and Al content.
This might be due to both natural peculiarities of the region (relatively high As content in aquifers)
and the state of water supply systems. Obtained results and developed network of radioecological
monitoring of freshwater ecosystems would make it possible to register a change in the situation
and to identify impact of Rooppur NPP operation on human population and the environment.

Keywords: Bangladesh, Rooppur NPP, water resources, freshwater ecosystems, Padma River, drinking
water, radioecological monitoring, radionuclides, heavy metals, chemical pollution

Based on the agreement signed between the Russian Federation and the People’s Republic
of Bangladesh in 2011, Rosatom State Corporation began in 2017 the construction of Rooppur Nuclear
Power Plant (hereinafter NPP) with two VVER-1200 power units. NPP project is being implemented
within the framework of the Bangladesh Nuclear Power Action Plan in accordance with recommenda-
tions and under the control of the International Atomic Energy Agency [24]. Rooppur NPP site is located
on the northern bank of the Padma River (Ganges), 20 km east of the city of Pabna, 160 km northwest
of Dhaka (Bangladesh capital), and 300 km along Padma and Meghna rivers to Bay of Bengal in the In-
dian Ocean. The Padma is one of the deepest and longest rivers in Southern Asia. River basin area
is 1060 thousand km?. Average amount of water carried by the river into the Bay of Bengal is estimated
at 12 thousand m?> per sec. All this indicates the importance of Padma’s impact on the ecology of the Bay
of Bengal and the Indian Ocean in general.

Radioactivity poses a potential hazard to humans and biota, including freshwater and marine organ-
isms, when using nuclear power. It is possible to assess and minimize potential negative NPP impact
on living organisms only on the basis of regular observations of the environment in the vicinity of NPP:
by developing a system of radioecological monitoring. Such system is aimed to a greater extent at en-
suring the radiation safety of humans and biota, i. e. has two components: sanitary, related with health
protection of facility personnel and population, and environmental ones. Meanwhile, other types of haz-
ard (chemical pollution, heat generation, electromagnetic radiation, noise level, etc.) are also subjects
to control.

NPP life cycle lasts for more than 50 years from construction to decommissioning. That is why the de-
velopment of radioecological monitoring system at NPP starts at the stage of designing: when preparing
documents on investment justification and environmental impact assessment within the framework of en-
gineering and ecological surveys [1 ; 2 ; 30]. Radiation and environmental monitoring prior to NPP con-
struction makes it possible to assess the state of all ecosystems, as well as dose commitments on humans
and biota at background level (so-called zero level). This stage is of great importance since it creates an
informational basis for further analysis of NPP impact on the environment and humans during facility
construction and operation. When assessing such an impact, it is necessary to take into account techno-
genic pollution of the environment from operating industrial enterprises in the vicinity of NPP during
its construction. Composition and number of radionuclides, entering terrestrial and freshwater ecosys-
tems from NPP due to its emissions and discharges, are strictly regulated; however, these contaminants
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can eventually enter a human body through food chains and direct contact with the environment. Thus,
knowledge of the ways of spreading both technogenic and natural radionuclides is important for ensuring
population radiation safety [34].

Being a densely populated country (1.2 thousand people per km?), Bangladesh strongly depends
on existence of water resources, their regional and seasonal availability, and quality of surface water
and groundwater. These factors are greatly impacted by monsoon climate peculiarities and country’s
physiography. The eastern part of Bangladesh receives about 3 thousand mm of precipitation annually,
while the western part receives only half of this amount. About 80 % of precipitation occurs in 5 rainy
months during monsoon. A large volume of water (about 70 %) is used by population for irrigation. Be-
sides agriculture, water is used in household and municipal water supply, industry, fishing, and shipping.
Water use in the country largely depends on groundwater reserves (irrigation area is 7.5 million hectares,
and 65-70 % of it is provided by groundwater). Dhaka Water Supply and Sewerage Authority produces
2.1 million liters of water per day for 12.5 million citizens of Bangladesh’s capital, with 87.7 % of water
volume provided by groundwater and the remainder — by surface water. Bangladesh groundwater sys-
tem is threatened by the presence of natural arsenic in water of several regions, salinization of shallow
aquifers in coastal zones, and decrease in groundwater levels due to irrational water abstraction [30].

Water regime in Padma River basin, being the main source of cooling for reactors of Rooppur NPP
under construction, is not the same during the rainy season and outside it. For example, in Farakka
River basin, average annual flow rate of the Padma River is 12.1 thousand m? per sec, and flow volume
is 382.1 thousand m>. From June to October, average flow rate is 24.5 thousand m3 per sec, and from Jan-
uary to May — only 2.2 thousand m® per sec. Of total annual flow volume, 80 % occur on monsoon pe-
riod [35]. The studies of various authors of fish catch dynamics in middle and lower flows of the Padma
River differ in the data; this is due to ichthyofauna migration being associated, in particular, with river
water regime. Components of freshwater ecosystems in Rooppur NPP area are both one of the most in-
formative for determining environmental state and one of the most important for conducting economic
activity. Therefore, the problem of assessing and predicting their quality is urgent. So, radiation and en-
vironmental monitoring of freshwater ecosystems is an obligatory element of a complex assessment
of NPP impact on the environment.

The aim of this work is to present the experience in developing and maintaining a system of radia-
tion and environmental monitoring of freshwater ecosystems in the vicinity of Rooppur NPP (People’s
Republic of Bangladesh).

MATERIAL AND METHODS

At the first stage of research, a detailed program of radiation and environmental monitoring
of freshwater ecosystems in Rooppur NPP impact zone was developed in accordance with the require-
ments [1 ; 2]. The basis of this program is complexity of observations, consistency of their timing with
characteristic hydrological and hydrobiological phases, and determination of indicators of water quality,
composition of bottom sediments, and hydrobiocenosis state, as well as ensuring necessary accuracy
and reproducibility of the results. Observation points for surface water and groundwater state were se-
lected taking into account the results of the reconnaissance survey of water ecosystems in Rooppur NPP
area (2014) and the analysis of stock data on physical, geographical, and morphometric characteristics
of water bodies, on radionuclides and heavy metals contamination of surface water, bottom sediments,
and water organisms, and on sanitary and hygienic indicators of drinking water quality.
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The object of surface water study was Padma River area and other watercourses within 30-km
zone of Rooppur NPP impact. These water bodies were considered as reference ones, i. e. the most
affected by a possible negative NPP impact. To determine radionuclides and heavy metals content
in components of freshwater ecosystems, a network of sampling points for water, bottom sediments,
higher aquatic vegetation, and ichthyofauna was established. Sampling points included observation sites
located within a radius of 30 km from Rooppur NPP. The allocated territory was conditionally divided
into three zones with varying degrees of spatial provision. Most often, observation sites were set up
in the area with a radius of 5 km from the NPP. Fewer observation sites were chosen in the area with
a radius up to 10 km, taking into account existing anthropogenic sources of pollutants. Background
sites (for the NPP) were set up along the edges of 30-km zone. The samples of components of freshwa-
ter ecosystems taken above Rooppur NPP characterize conditional background state of the water body.
Samples taken in the lower sites make it possible to evaluate nature and degree of changes in river water
composition under the impact of NPP runoff and wastewater. Sampling points were located taking into
account coastline geomorphology at a distance of 3—5 m from both banks and on the midstream with
geographic reference of the terrain coordinates. Taking into account the changes in river bed during
the year (due to different hydrological regime) and in time, the sampling points were subject to some ad-
justment. Sampling points of bottom sediments, higher aquatic vegetation, and surface water coincided
so that we had an opportunity to comprehensively compare the content of pollutant studied in components
of freshwater ecosystems.

Thus, 11 sites were installed on the Padma River, from which components of freshwater ecosystems
were sampled: site I — 25.5 km northwest of NPP platform (background values fixing); II — 11 km
northwest above the platform; III — 5.5 km northwest above the platform; IV — 3 km northwest above
the platform; V — 2.2 km west above the platform; VI — 0.5 km west of the platform; VII — 4.5 km south-
southeast below the platform; VIII — 10 km south-southeast below the platform; IX — 14.5 km southeast
below the platform; X — 20.5 km southeast below the platform; and site XI — 26.5 km southeast below
the platform (Fig. 1).
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Fig. 1. Schematic map of radioecological monitoring network of freshwater ecosystems in the vicinity
of Rooppur NPP: A — 30-km zone; B — 5-km zone (T indicates control point)
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Water was sampled using a Niskin bottle. The suspension was separated using a device with filters
for particles larger than 0.5 um. Suspended matter and filtrate samples were analyzed separately. Volume
of water samples for the analysis of gamma-radiation radionuclides and tritium, as well as for radiochem-
ical analyses of radionuclides and heavy metals, was determined by the applied methods of sample prepa-
ration and measurements. Bottom sediments sampling was carried out with a benthic box corer DCh-
0.025; weight of one sample (air-dry weight) was not less than 0.3 kg. Ichthyofauna and higher aquatic
vegetation samples were taken with species description. Air-dry weight of higher aquatic vegetation sam-
ples was at least 0.2 kg, and that of ichthyofauna was 0.5-3.0 kg (wet weight). Samples of groundwater,
used by local population for drinking and household needs, were taken in settlements of 30-km zone
of Rooppur NPP impact at various distances and directions from the power plant from water columns,
bore-holes, water pipes, and wells (Fig. 2).

Fig. 2. Schematic map of radioecological monitoring network of groundwater (drinking water)
in the vicinity of Rooppur NPP

Significant seasonal differences in climatic characteristics (monsoon rains from May to September;
dry period from December to March) notably affect the regime of freshwater ecosystems in the vicin-
ity of Rooppur NPP. Thus, during monsoons, Padma River water level rises 6—8 m, and in winter
it drops to a minimum. Therefore, sampling of components of freshwater ecosystems in Rooppur NPP
area was carried out in different periods of the year: August (2014), April (2015), December (2016),
and June (2017). If the depth at water sampling point on the Padma River was more than 5 m, surface
and bottom water samples were taken (Table 1).

Higher aquatic vegetation was detected not in every sampling period. Thus, it was virtually absent
in December. The maximum species diversity was recorded in June. Ichthyofauna samples were taken
only in 20162017 due to the fact that in the early years of the development of radioecological monitoring
network in Rooppur NPP area, the emphasis in research was placed on assessing population diets with
food obtained from terrestrial (agricultural) ecosystems.
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Table 1. Number of samples of components of freshwater ecosystems taken in the vicinity of Rooppur
NPP in 2014-2017

Sampling period
Component
21-28 August 03-09 April 02-07 December 04-09 June
of freshwater ecosystem
2014 2015 2016 2017
Padma River surface water 22 20 20 23
Padma River bottom sediments 20 20 20 20
Padma River higher aquatic vegetation 3 4 1 19
Padma River fish - - 6 14
Groundwater (drinking water) 3 - 6 3

Sampling of components of freshwater ecosystems, their preparation for measurements, and mea-
surements themselves were carried out following the developed regulations (Table 2) according to the cer-
tified methods in the accredited laboratories of Russian Institute of Radiology and Agroecology: for ra-
dionuclides — in the radiation control testing laboratory (accreditation certificate RA.RU.21AD81);
for heavy metals and physical and chemical indicators — in the testing laboratory (accreditation certificate
RA.RU.513078).

Table 2. Regulations of radioecological monitoring of freshwater ecosystems in the vicinity
of Rooppur NPP
Component . Pollutants detected
¢ freshwa Sampling
er
of freshwa frequency Radionuclides Heavy metals Organic substances
ecosystem
benzopyrene, phenols,
Surface water, Every season As, Hg, Cd, Ni, Co, Sr, petroleum products,
groundwater (4 times a year) 40K, 226Ra, 232Th, Zn, Cu, Cr, Mn, Fe, Al | organochlorine pesticides,
*H, PSr, ¥7Cs polychlorinated biphenyls
Bottom As, Hg, Cd, Ni, Co, Zn,
Once a year
sediments Cu, Cr, Mn, Pb, Fe, Al
Higher aquatic As, Hg, Cd, Ni, Co, Zn, -
) Once a year 301 0. 137
vegetation °H, *Sr, *'Cs Cu, Cr, Mn, Pb, Fe, Al,
Fish Once a year Sr, Se, Mo, Sb, V, Li, Cs

To assess radionuclide content in environmental objects, we used: low-background gamma spec-
trometer with a DKDK-100V detector; spectrometric alpha- and beta-radiometer Quantulus 1220;
alpha- and beta- liquid scintillation counter Tri-Carb 4810TR; gamma-radiation energy spectrometer
GAMMA-I1P for two measuring paths with semiconductor detectors made of ultrapure germanium
(EG&G ORTEC, USA); multichannel analyzer Desktop InSpector 1270 based on a semiconductor de-
tector made of ultrapure germanium (Canberra Industries, Inc., USA); and gamma-radiation energy
spectrometer Accuspec with a semiconductor detector made of ultrapure germanium based on an inte-
gral cryostat (Canberra Industries, Inc., USA). The relative measurement error of radionuclide activity
was 6-35 % depending on the instrument and method used.
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Heavy metals in environmental objects were determined by atomic absorption and plasma emission
analysis methods. An axial atomic emission spectrometer (optical) with samples atomization in induc-
tively coupled plasma Liberty II (Varian, Australia — USA) and a KVANT.Z.ETA-1 spectrometer with
GRG-3 attachment were used for measurements. To prepare samples for measurement, both dry and wet
ashing methods were used with a microwave system MARS-5 (CEM, USA).

Organic pollutants were determined by fluorometric method on a Fluorat-02 liquid analyzer accord-
ing to methods, standards, and environmental regulations as follows: benzopyrene — ISO 28540-2011;
phenols — PND F 14.1:2:4.182-02 (2010 edition); and petroleum products — PND F 14.1:2:4.128-98
(2012 edition).

Quality assessment of components of freshwater ecosystems was carried out by comparing measure-
ment results with the data of regulations in the field of radiation and environmental safety, as well as with
clarke content of toxicants or with regional background being established according to literature data.

RESULTS AND DISCUSSION

During surface water and groundwater sampling in the vicinity of Rooppur NPP, physical and chemi-
cal indicators were determined by a multiparameter water quality assessment instrument U-52 (Table 3).

Table 3. Physical and chemical indicators of surface water and groundwater in the vicinity of Rooppur
NPP at sampling time (numerator is the mean; denominator is min.—max.)

. Sampling period
Indicator -
August2014 | April2015 | December2016 |  June 2017
Surface water
o 27.9 28.8 24.2 29.8
Temperature, °C i [ = 7
27.0-29.0 27.9-30.1 23.4-24.8 29.0-31.0
Hydrogen indicator (pH) 73 85 8.1 8.1
7.2-8.2 7.2-9.5 7.4-8.5 7.8-8.5
Redox potential, mV No data & & No data
63.0-247.0 111.0-237.0
Electrical conductivity, uS-cm™! 037 _ 031 _ 031 _ 030
0.31-0.40 0.26-0.43 0.30-0.34 0.28-0.31
Turbidity, FTU ﬂ L & No data
279.6-426.9 14.8-294.8 66.0-143.0
Dissolved oxygen, mg-L™! No data 13.0 1.1 _ 120
6.4-13.8 7.1-12.5 11.1-13.4
Suspended matter, mg-L™! No data 3171 4275 L
5.0-80.0 0.4-109.0 2.2-77.4
Total mineralization 131.0 177.9 195.3 160.9
(dry residue), mg-L~! 112.0-150.0 158.0-249.0 11.4-395.0 108.0-198.0
Total hardness, mmol-L! 4.1 >-2 > 4.0
34-5.0 44-74 5.0-5.8 3.8-4.4
Groundwater (drinking water)
- 7.1 7.3 7.2
Hydrogen indicator (pH
yares ) 6.9-7.2 71279 6.974
Suspended matter, mg-L™! 027 No data 324
33.3-92.0 N . 5.8-78.2
: — o sampling
Total mineralization 396.0 382.3 375.5
(dry residue), mg-L™! 337.0-454.0 175.0-498.0 258.0-466.0
Total hardness, mmol-L! _12.65 _ 178 _ 108
7.8-15.3 14.8-18.9 8.1-13.9
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The average water temperature in the Padma River varied from April to August within +28...+30 °C.
It was minimal in December: +24 °C. Hydrogen indicator (pH) of surface water was on average
7.5-8.5. Redox potential of Padma River water was 149-158 mV. Specific electrical conductivity
of water samples was at the level of 0.30-0.37 uS-cm™.. Average turbidity of the Padma River dur-
ing the low rainfall period was 92-93 FTU; it increased up to 335 FTU during monsoon period (August)
due to high soil runoff into the river with rainwater. Dissolved oxygen content in surface water varied
within 11-13 mg-L™". Suspended matter in water samples was in the range of 1343 mg-L™', and to-
tal mineralization (dry residue) was 130-195 mg-L™. Total water hardness of the Padma River varied
from 4.0 to 5.5 mmol-L™%.

Hydrogen indicator (pH) of groundwater was slightly lower than that of surface water: 7.1-7.3.
Amount of suspended matter in groundwater was higher than that in surface water. It averaged
32-63 mg-L™!, which was most likely due to the state of water supply system in the vicinity under
study. Total mineralization in groundwater varied within 375-395 mg-L™!, and total hardness — within
11-18 mmol-L™!, being 2-3 times higher than similar characteristics of surface water. This is due
to the composition of Padma River surface water, the basis of which is meltwater and rainwater.

In water samples studied in the vicinity of Rooppur NPP, organic pollutants content was
quite low. In 2014-2017, benzopyrene in water samples from the observation area was less than
0.01 pug-L™L. Phenols concentration varied in the range of 1.3-3.5 ug-L™, and that of petroleum prod-
ucts was 0.01-0.043 mg-L™'. Organochlorine pesticides and polychlorinated biphenyls content in water
samples was below detection limits.

When analyzing cation-anion composition of bottom sediments, it was noted that the samples
did not contain carbonate ion, which is determined in water extract at pH = 8.4. In the results ob-
tained, the maximum pH value was 8.2 (with a mean of 7.8). Therefore, only the bicarbonate ion was
determined (Table 4).

Table 4. Cation-anion composition of bottom sediments of the Padma River (numerator is the mean;
denominator is min.—max.)

Cations, mL-eq per 100 g Anions, mL-eq per 100 g

Ca* 9.7 cr 1.0
0.7-43.3 0.5-2.1

Me* 3.6 NO* 3.2
0.3-14.9 1.3-4.4

Na*t 1.1 Bicarbonate ion 0.4
0.1-2.9 0.04-0.6

04 _ 7.4
K 0.02-2.5 F g perke 5897

0.02 25.9

NH,* [ I, er k
4 0.01-0.04 He per ke 5-71

Granulometric composition of bottom sediments in different years of monitoring was quite stable
and was characterized by: sand — 77.9 % (with a wide variability within 7.7-97.1 %); dust — 19.0 %
(with a spread of values within 2.9-71.0 %); and clay — 3.1% (data range of 0.1-27.1 %). Very low am-
monium content in bottom sediments was due to both absence of organic matter and minimum content
of clay minerals. Ability of bottom sediments to fix ammonium is manifested in the presence of clay
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with a three-layer crystal lattice, especially vermiculite. Nitrates are not included in poorly soluble com-
pounds composition and are not absorbed by negatively charged colloids of bottom sediments. Since
the samples of light granulometric composition of bottom sediments analyzed were very poor in organic
matter, nitrate content was also very low.

During field researches in 2014-2017, species composition of water and coastal flora in Rooppur
NPP 30-km zone, including the Padma River and water bodies outside its impact, was determined. A to-
tal of 79 taxa were identified; this was not much, given the potential diversity of regional flora [17].
Macrophytes were represented by 5 species from 3 families of macroscopic algae, 1 species of fern,
and 73 species of vascular plants from 63 genera and 35 families. For aquatic and coastal flora, the fol-
lowing families were leading in terms of taxa number: Poaceae (13 taxa), Leguminosae (5), Polygo-
naceae (5), Cyperaceae (4), Potamogetonaceae (4), and Asteraceae (3). In the families Amaranthaceae,
Araceae, Hydrocharitaceae, Lemnaceae, Najadaceae, Pontederiaceae, Rubiaceae, Scrophulariaceae, Ty-
phaceae, and Verbenaceae, two species were found in each; in the rest — one in each. A similar set
of leading families is generally characteristic of riverside and waterlogged habitats in the region [23].
In the spectrum of life forms of aquatic and coastal flora, herbaceous annuals and perennials are abso-
lutely dominant (51 and 43 %, respectively). Shares of the rest life forms were in the range of 1-3 %.
This ratio is natural, given instability of river water regime, regular erosion of coastal zone, and high
anthropogenic load on Padma River freshwater ecosystem [21]. Annuals, completing their life cycle
prior to monsoon period, and rhizome perennials get the advantage here. Zones of different distance
from NPP do not differ much in terms of vegetation cover characteristics since they have practically
identical ecological habitat conditions characterized by severe coastline erosion, which greatly lim-
its the set of species and communities. When planning monitoring for assessing the state of aquatic
and coastal vegetation of the Padma River, it should be taken into account that spring and sum-
mer are the most appropriate periods for research: for the most complete identification of species
and coenotic diversity.

Radionuclides inflow into surface water prior to the start of NPP operation occurs due to precip-
itation. Radioactive substances, entering water bodies, are rapidly redistributed and usually accumu-
lated in bottom sediments, benthos, aquatic flora, and ichthyofauna. Analysis of natural and technogenic
radionuclide content in components of freshwater ecosystem of the Padma River showed that it was
quite low and corresponded in general to the global radiation background both before NPP construction
(2014-2015) and after its start (2016-2017). The volumetric activity in Padma River water of the main
radiologically significant '*’Cs during the entire observation period did not exceed 0.18 Bq-L™ (with
a mean of 0.07 Bq-L'l) (Table 5). The content of *°Sr in surface water was on average at the level
of 0.02-0.12 Bq-L™.

Tritium (°H) is one of the most mobile radionuclides being found mainly in water; therefore, un-
der natural conditions, it can be transported by water flow over long distances. According to the re-
search data of 2014-2017, values of the volumetric activity of tritium in Padma River water in the ob-
servation area of Rooppur NPP were in the range of 0.8-2.1 Bq-L™!. The global *H natural back-
ground in water is taken to be (2.2 + 0.7) Bq-L™!; the technogenic background — 5 Bq-L™!. Thus,
tritium content in surface water near Rooppur NPP is in the range below the global average value;
H content is 3 orders of magnitude lower than intervention level (7600 Bq-L™! according to Ra-
diation Safety Standards NRB-99/2009). Similar picture was observed for *°Sr and '3’Cs. Accord-
ing to NRB-99/2009, intervention levels for the content of these technogenic radionuclides in water
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Table 5. Radionuclide content in components of freshwater ecosystem of the Padma River in the vicinity
of Rooppur NPP, Bq-kg™! (Bq-L™") (numerator is the mean; denominator is min.—max.)

Sampling 40K 226R4 22T 900Gy 137Cg 3
period
Surface water
2014 <15 <05 <05 0.12 0.07 1.03
0.01-0.39 0.02-0.18 0.8-1.29
2015 <11 <04 <04 _ 003 <0.05 LS
0.01-0.05 0.77-2.05
2016 1.05 0.16 0.18 0.06 <007 <3
0.48-1.77 0.1-0.31 0.1-0.3 0.01-0.21
2017 72'54 <0.2 <04 0.02 0.07 <3
1.19-6.99 0.01-0.04 0.03-0.11
Bottom sediments
2014 735 48.5 59.5 1.79 2.1 <3
570-820 42-51 44-71 1.5-2.19 0.54.2
2015 582 47.1 71.2 0.96 1.46 <3
369-721 14.9-121 34.5-136 0.36-1.98 0.6-3.2
2016 494 43.2 66.8 1.54 0.75 <3
340-710 21.4-82 24.7-137 0.09-3.53 0.25-1.4
2017 569 61.4 96.6 0.45 1.26 20.3
350-852 24.8—-122 21.5-211 0.2-0.99 0.5-2.83 12.2-30.8
Higher aquatic vegetation
2014 No data No data No data & 2.23 <3
2.51-3.54 1.8-2.6
2015 621 21.9 49.9 1.58 1 <3
253-1090 19.2-24.6 31.5-68.3 0.91-2.18
2016 134.5 <12 <14 9.7 <03 <3
2017 742.6 21.8 38.3 1.91 0.73 <3
347-1431 8.7-41.7 17.1-70.3 0.38-3.89 0.4-1.0

are as follows: *°Sr — 4.9 Bq-L™!; ¥’Cs — 11 Bq-L™!. The monitoring results showed that the volumetric
activity of technogenic radionuclides in water of Padma River area studied is 40 times lower than inter-
vention level for *°Sr and 60 times — for '¥’Cs. In the work [29] on the determination of radioactivity
levels on Rooppur NPP site and in its vicinity, carried out by Bangladesh Atomic Energy Commission
specialists in 2009, the results of measuring the content of natural radionuclides 2*U, 2**Th, and “K
in water samples were presented. Their volumetric activities varied in the range of 0.11-0.21 Bq-L™
for 2U; 0.13-0.30 Bq-L™ — for **Th; and 0.30-0.47 Bq-L™! — for K. Our research (2014-2017)
showed the absence of significant changes in background content of natural radionuclides in Padma River
water (Table 5).

The analysis of the results of measurements of natural radionuclide content in bottom sediments
samples of the Padma River in the vicinity of Rooppur NPP showed that during the entire observation
period (2014-2017) no increased level of their specific activity was detected. The maximum values were
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as follows: 9K — 852 Bq-kg™!; 26Ra — 122 Bq-kg™!; and **Th — 211 Bq-kg™ (Table 5). Technogenic ra-
dionuclide content was also not high. Mean specific activity of *°Sr in bottom sediments samples varied
in the range of 0.5-1.8 Bqkg™, and *’Cs — 0.8-2.1 Bq-kg™". Specific activity of tritium in bottom
sediments samples was less than 3 Bq-kg™!, except for three samples (T-8, T-9, and T-10) taken up-
stream of the Padma River from Rooppur NPP at a distance of 15-20 km in 2017. These three samples
showed increased tritium values: 12-30 Bq-kg™'. They were taken in shallow water areas. Most likely
in this area in January — May 2017, pollutants, containing this radionuclide in small concentrations, were
discharged, and they have settled in bottom sediments. Since no increased tritium concentrations were
detected in bottom sediments samples in December 2016, a possible discharge occurred in 2017 be-
fore June. Tritium concentrations identified in bottom sediments are not abnormally high. At the same
time, this fact requires additional study to determine a possible pollution source. No research of radionu-
clide content in sediments of the Padma River in Rooppur NPP construction area has previously been
carried out, but in 2016 a work on natural radionuclide content in sediments of the Brahmaputra River,
which is similar to the Padma River in location and size, was published [26]. According to these studies,
mean 2*?Th and “°K content in bottom sediments was (113 + 5) and (1002 * 43) Bq-kg™! of dry weight,
respectively; these values are comparable with our results obtained. The content of natural and techno-
genic radionuclides in aquatic vegetation is extremely low. According to the most representative sample
of 2017 including 19 samples, specific activity of **Sr in aquatic vegetation varied within 0.4-3.9 Bq-kg™!,
and "¥’Cs — within 0.4-1.0 Bq-kg™' of wet weight.

When assessing the state of freshwater ecosystems from the point of view of radiation safety, it is im-
portant to analyze radionuclide content in components of population diet (drinking water and fish)
from NPP area and to compare the data obtained with international and Russian standards governing
annual enter of radioactive substances into a human body. Thus, in drinking water, the volumetric activ-
ity of standardized radionuclides varied in the ranges as follows: *’Cs — 0.03-0.27 Bq-L™! (40 times
less than intervention level according to NRB-99/2009); 0Sr — 0.01-0.16 Bq‘L_1 (30 times less);
3H - 0.4-1.2 Bq-L™! (more than 6 thousand times less than intervention level) (Table 6).

For #%Ra and *?Th, the difference with intervention levels according to NRB-99/2009 was 2—3 times.
Studies on radionuclide content in drinking water in the vicinity of Rooppur NPP were carried out
in 1998 [14]. In Kushtia and Rajshahi area at that time, >**Th content in drinking water was at the level
of 0.25-0.27 Bq-L™', and K - 7.95-8.52 Bq-L™!. The results obtained during the radioecologi-
cal monitoring (2014-2017) for 2?Th correlate well with the data of that work, and for “°K they
are a little bit lower.

In 2016-2017, fish from the Padma River in the vicinity of Rooppur NPP was sampled to assess
radionuclide content. In 2017, the sample was quite representative: 14 samples of different species.
The standardization of human radiation safety when eating fish is provided by both international and Rus-
sian regulations for the most radiologically significant radionuclides: *°Sr and *’Cs (Table 6). Dur-
ing the observation period, specific activity of *Sr in fish varied from 0.02 to 1.6 Bq-kg™, which
is more than 60 times lower than in Russian and international standards. The content of '¥’Cs was
in the range of 0.26-0.3 Bqkg™', which is more than 400 times lower than in Russian standards
and more than 3 thousand times — in international ones. In general, it can be concluded that radionu-
clide content in drinking water and fish in the vicinity of Rooppur NPP does not exceed the values
specified by requirements of international and Russian sanitary and hygienic standards for these types
of population diet.
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Table 6. Radionuclide content in drinking water and fish in the vicinity of Rooppur NPP, Bq-kg™! (Bq-L™")
(numerator is the mean; denominator is min.—max.)

Sampling 40 226Ry 22T 900Gy 137Cg 3
period
Groundwater (drinking water)
2014 <13 <0.2 <0.11 0.07 0.05 0.92
0.02-0.16 0.03-0.08 0.42-1.18
2016 0.9 0.28 0.24 0.03 027 <3
0.6-1.1 0.11-0.71 0.2-0.33 0.01-0.07
2017 1.02 <0.2 <0.11 0.042 0.05 <3
0.041-0.043 0.03-0.06
Standard’ - 0.49 0.60 4.9 11 7600
Fish
2016 _ 1o <12 <12 _ 06 <04 -
103-120 0.03-1.55
2017 95 <14 <24 0.13 0.28 -
78-124 0.02-0.24 0.26-0.30
Standard? - - - 100 1000 -
Standard? - - - 100" 130" -
Note:

! SanPiN 2.6.1.2523-09 Radiation Safety Standards (NRB-99/2009);

2 Codex Alimentarius. General Standard for Contaminants and Toxins in Food and Feed;

3 SanPiN 2.3.2.1078-01 Hygiene Requirements for Safety and Nutritional Value of Food Products
(as amended on 06.07.2011);

* excluding dried fish.

The second direction of monitoring studies was the assessment of heavy metals content in compo-
nents of freshwater ecosystems in the vicinity of Rooppur NPP. Analysis of the data of 4-year observa-
tions of water pollution levels in the Padma River showed that for some heavy metals there are increased
concentrations in different seasons of the year, and most of them are confined to August (2014) being
monsoon period. Thus, arsenic belonging to the I hazard class enters surface water naturally from rocks
and sediments as a result of related biogeochemical and hydrological processes, some of which are cur-
rently impacted by human activities [16]. This process intensifies during monsoon season. The limit
of As content in water, recommended by the World Health Organization (hereinafter WHO) [18],
the US Environmental Protection Agency [4], and Russian regulations, is 10 ug-L™'. Taking into account
WHO recommendations and Russian threshold limit values (hereinafter TLV), it can be concluded that
an excess of standards for As in Padma River water occurred only in 2014. In other periods, arsenic
content in surface water was at the level of 0.9-3.6 ug-L™" (with a mean of 2.6). Mercury was not mea-
sured in 2014. In other years, Hg concentration in Padma River water was much lower than specified
by Russian standards (Table 7).

The maximum permissible level of cadmium (the II hazard class) in drinking water, established
by WHO, is 3 ug-L™"' [18]; Russian TLV is 1 ug-L™". Monitoring results showed that only in 2014 there
was an excess of WHO permissible level and Russian TLV by 3-9 times in water for Cd (as in case
with As). According to [10], cadmium content in water samples was very low (< 1 ug-L™!, trace con-
centration), which is close to the results of our studies in other periods of the year. These Cd levels
are considered safe for irrigation [32]. Similar low cadmium concentrations were registered in water
samples from other Bangladesh rivers: Buriganga, Turag, and Shitalakshya [7 ; 19].
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Table 7. Heavy metals gross content in surface water of the Padma River in the vicinity of Rooppur NPP,
ug-L~! (numerator is the mean; denominator is min.—-max.)

Element Sampling period TLV* | TLV*
2014 \ 2015 \ 2016 2017
The I hazard class
As 59.0 0.96 2.19 3.58 10 B
10.04-170.11 0.42-2.53 1.27-3.84 2.93-5.56
-3 -2 —4
He a 5.9-10 1.03-10 9.35-10 05 _
3.7-1073-1.5-1072 6-1073-2.3-1072 1.1-10°-2.8-1073
The II hazard class
cd 8.97 0.08 0.08 0.6 | B
0.1-34.7 0.001-0.21 0.01-0.18 0.2-1.2
Ni 5.84 1.67 4.05 19.5 20 10
1.29-8.97 0.19-6.47 1.26-8.23 7.2-42.4
Co 3.6 0.2 2.6 1.5 100 B
3.04.2 0.1-0.5 1.6-3.9 0.3-2.8
S 103.8 48.3 135.5 B 7000 B
71.0-165.0 9.3-67.0 102.2-154.6
The III hazard class
7n 15.7 0.9 17.4 8.9 1000 10
10.3-18.8 0.1-3.7 6.0-75.9 4.5-15.5
Cu 6.5 04 33 7.7 1000 |
1.1-13.4 0.06-1.25 1.4-7.9 2.7-18.5
Cr 2.6 0.5 2.8 3.97 50 20
1.0-4.8 0.04-0.97 1.6-9.1 1.0-7.4
Mn 180.2 1.7 51.9 22.8 100 10
16.0-386.7 0.1-12.4 27.9-84.9 7.4-97.9
Fe 102.0 27.2 223.3 198.7 300 100
11.3-280.9 0.99-250.1 119.1-831.4 95.1-355.1
Al 151.8 28.9 252.4 211.1 200 B
113.3-382.3 0.2-244 .4 52.0-595.2 128.9-358.9
Note:

* GN 2.1.5.1315-03 Threshold Limit Values (TLV) of Chemicals in the Water of Water Bodies of Domestic, Drinking,
and Cultural-Domestic Water Use: Hygiene Standards;

** Water Quality Standards for Water Bodies of Fishery Importance, Including Standards for Threshold Limit Values
(TLV) of Harmful Substances in the Waters of Water Bodies of Fishery Value. Approved on 13.12.2016 by order
No. 552 of the Ministry of Agriculture of the Russian Federation.

Mean content of nickel (the II hazard class) in Padma River water for 4 years of monitoring varied
within 1.7-19.5 ug-L_l, and this does not exceed TLV for domestic, drinking, and cultural-domestic
water use (Table 7). In 2017, Ni values in water were higher than Russian standards for fishery wa-
ter use, but they were safe if using water for irrigation, according to the Food and Agriculture Or-
ganization of the United Nations (hereinafter FAO) recommendations (200 ug-L’l) [32]. Other stud-
ies in Bangladesh show that nickel concentration in water samples from the Buriganga River varies
from 7.2 to 10.3 pg-L™' [7], which corresponds to levels, determined during monitoring in the vicin-
ity of Rooppur NPP. In [19], heavy metals were studied in Karatoa River waters, and it was noted
that Ni concentration was in the range of 9.3-66.0 ng-L™!, which was slightly higher than the values
obtained for Padma River area. For cobalt and strontium also belonging to the II hazard class, no excess
of standards in Padma River water was detected over the entire observation period.
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Zinc content (the III hazard class) in Padma River water was minimal (0.94 ug-L’l) in 2015 being
significantly lower than values of other years (Table 7). However, maximum Zn concentrations recorded
in the samples were much lower than the permissible level for irrigation (2000 pug-L™") [37] and Russian
standards (1000 pug-L™"). The results of studies on the Turag River presented in [10] show that water
samples contained zinc in the range of 60-300 ug-L™' (with a mean of 100 pg-L™"). Zn concentration
in Buriganga River water samples [27] varied within 220-260 ug-L™'. These values are higher than
monitoring data in the Padma River in the vicinity of Rooppur NPP. In [20], Balu River waters were
studied, and zinc content varied from 8.39 to 76.86 ug-L™!, which is comparable with our results.

The maximum copper concentration in Padma River waters averaged 7.7 ng-L™! in 2017 (Table 7).
According to other studies, Cu content in Turag River water samples varied from < 1 to 90 ug-L™! (with
a mean of 46 ug-L™!) [10]. As noted in [12], copper concentration in the samples from the same river
varied within 10-70 ug-L™! being higher than the results obtained during the monitoring of Rooppur NPP
area. Cu content in Dhalesvari River water samples ranged from 98.4 to 188.1 ug-L™! [6], which was
also higher than in Padma River water.

Chromium content in Padma River water samples was quite stable over 4 years of monitoring (Ta-
ble 7). Only in April 2015, a slight decrease in Cr concentration was noted, possibly due to peculiarities
of river hydrological regime since in this period of the year water level there is much lower than dur-
ing monsoon. Studies by other authors [10] show that chromium content in the waters of Bangladesh
rivers exceeded the permissible levels and ranged from 0.23 to 0.47 mg-L™! (with a mean of 0.32). Such
Cr levels exceed TLV by an order of magnitude. Chromium pollution of river water was probably due
to runoff from leather and textile enterprises. Similar results are presented in [7 ; 19]: among the con-
tent of heavy metals in water samples from urban rivers Buriganga, Turag, and Shitalakshya, the highest
concentrations were that of Cr.

Manganese concentration in Padma River waters varied from 0.1 to 386.7 ug-L™" during 4 years
of monitoring (Table 7). In 2014, mean content of this heavy metal (180 ug-L™") was higher than
in other years of observation (1.7-51.9 ug-L™!), which was most likely associated with monsoon pe-
riod. The maximum permissible level of Mn concentration in drinking water, established by WHO,
is 500 ug-L™!, and by Bangladesh Centre for Advanced Studies — 100 ug-L™' [18 ; 37]. In all years
of this study, except for 2014, manganese levels in Padma River water were several times lower than
those recommended by WHO and Bangladesh Centre for Advanced Studies. According to [28], in 2010
in the vicinity of Mohanpur, Mn content in surface water varied from 0.9 to 2.86 ug-L™!, which is on
average an order of magnitude lower than monitoring results of 2014-2017. In [10], manganese con-
centration in river water was registered at the level of 350-920 pg-L™' (mean value was 530 ug-L™).
Probably, Mn appeared in polluted river waters from discharges by chemical and textile enterprises.
These values exceed the permissible levels of manganese content when using water for irrigation
(200 pg-L™! according to the recommendations [32]). Mn concentrations registered in [20] in most
of Balu River water samples (28.3-730.8 ug-L™") were comparable with the data of this study. It is
shown in [39] that manganese content in Karatoa River water samples varied from trace concentrations
to 320 ug-L™!; this corresponds to the level of values obtained by us for surface water in the vicinity
of Rooppur NPP.

Iron content in Padma River waters according to monitoring data of 2014-2017 (Table 7) av-
eraged 0.03-0.2 mg-L™" (with a maximum of 0.8 mg-L™") and did not exceed TLV for domestic,
drinking, and cultural-domestic use (0.3 mg-L™!). However, Fe concentration in water was higher
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than TLV values for fishery use (0.1 mg-L™), except for 2015. It is shown in [10] that iron con-
tent in water samples from some Bangladesh rivers varied from 0.8 to 14.8 mg-L™" (with a mean
of 4.6 mg-L™"). In a number of samples from this study, Fe concentration was above the acceptable limit
(5.00 mg-L™") [37]. Iron contamination of river water might result from discharges by pharmaceutical,
leather, and textile enterprises. In was noted in the study [5] that Fe content in Turag River water
was in the range of 0.78—6.33 mg-L™!, which was much higher than monitoring results of 2014-2017
of Padma River water.

Analysis of the data on aluminum content in Padma River water for the entire observation period
showed that almost half of the samples are characterized with an excess of Al concentration in com-
parison with TLV (Table 7). The highest value reached 595 ug-L™!, which is 3 times higher than TLV.
Sources of aluminum intake into river system were also discharges by numerous industrial enterprises
neglecting the environmental safety of production technologies.

Due to the absence of regulations governing TLV of heavy metals in bottom sediments, the method
of comparing the values obtained with the officially established TLV of chemicals in soil was used
(Hygiene Standards GN 2.1.7.2041-06 and GN 2.1.7.2511-09). Content of all heavy metals in bot-
tom sediments in 2014 turned out to be higher than the values registered in other years of monitor-
ing, which is most likely associated with a large soil runoff into the Padma River during monsoon
period (Table 8).

Table 8. Heavy metals gross content in bottom sediments of the Padma River in the vicinity of Rooppur
NPP, mg-kg™! (dry weight) (numerator is the mean; denominator is min.—-max.)

Sampling period
Element TLV* | APC**
2014 2015 2016 2017
As 73.3 1.2 0.5 33 20 20
46.2-91.6 0.9-1.7 0.2-1.1 2.2-6.0
Hg 1.24-107 8.24-107 7.4.107 5.99-107 21 i
6.3-10°-2.1-1072 4.4-107-1.2.1072 3.2:107-1.3-1072 7-1074-1.8-1072 .
cd 2.7 1.3 0.22 0.21 _ 05
1.7-3.3 0.6-2.5 0.04-0.9 0.02-1.6
Ni 29.4 17.1 10.7 17.8 B 0.0
24.2-34.0 5.3-35.1 4.4-32.4 5.6-39.0
o 20.6 3.9 8.8 8.9 ~ ~
15.7-23.3 1.7-6.9 4.8-16.4 4.1-15.9
7n 73.3 21.2 71.3 200.7 3 55.0
45.1-88.8 7.8-52.3 20.7-190.0 27.2-582.8
Cu 234 9.5 6.9 6.1 3 330
17.8-27.1 1.5-20.2 2.4-29.3 0.7-19.0
o ~ 9.8 25.4 23.9 ~ ~
3.8-18.3 16.2-55.3 11.5-51.8
Mn 602.5 411.7 388.9 406.2 1500 B
505.0-701.0 140.0-935.0 150.0-902.0 163.0-928.0

Continue on the next page...
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Sampling period
Element TLV* | APC**
2014 2015 2016 2017

Pb 25.4 3.6 17.3 16.4 3.0 1.0
21.5-28.4 0.3-7.5 12.8-22.6 11.4-48.5

Fe 3.2:10 1.7.10* 1.8.10* 2.0-10* B ~
2.6-10*-3.5.10* 7.2.10°=3.5-10* 1.0-10°-3.5.10* 1.0-10*-3.7.10*

Al 4.8-10* 9.9-10° 3.8-10* 4.3-10* _ _
3.7-10*-6.6-10* 3.2:10°-2.1-10* 3.1-10*-5.4-10* 3.3-10*-6.3-10*

Note:

* GN 2.1.7.2041-06 Threshold Limit Values (TLV) of Chemicals in the Soil: Hygiene Standards;
** GN 2.1.7.2511-09 Approximate Permissible Concentrations (APC) of Chemicals in the Soil: Hygiene Standards.

For example, mean As concentrations in 2014 exceeded its TLV in the soil by more than 35 times
and correlated with the data on its content in Padma River surface water. High As concentration in bot-
tom sediments may also be associated with anthropogenic activity: operating of enterprises producing
arsenic-containing fertilizers and pesticides [8]; wood processing using copper arsenate [33]; leather
production [13].

Mean Cd concentration in bottom sediments in 2014 and 2015 was 2.7 and 1.3 mg-kg™, respectively,
exceeding approximate permissible concentration (hereinafter APC) by 1.5-2.5 times. In subsequent
years, it declined to acceptable levels.

The results obtained when determining lead concentration in bottom sediments (3.6-25.4 mg-kg™)
were lower than the data presented in [9], where mean Pb content during summer and winter periods
was 38.33 and 49.04 mg-kg ™!, respectively. High lead concentrations in bottom sediments could be as-
sociated with the impact of point-source and nonpoint-source pollution near the area under study: use
of leaded gasoline and oil; industrial wastewater; and operating of steel plants and enterprises producing
chemicals, electronics, cables, oils, tires, and cement [38].

Zn content in bottom sediments in all years, except for 2015, also exceeded APC.

Heavy metals content in higher aquatic vegetation of the Padma River varied in different years
of monitoring (Table 9). In December 2016, relatively low concentrations were noted, which could be
explained by the season of significant slowdown in plants vegetative activity.

Table 9. Heavy metals content in higher aquatic vegetation of the Padma River in the vicinity of Rooppur
NPP, mg-kg™! (dry weight) (numerator is the mean; denominator is min.—max.)

Sampling period
Element
2014 2015 2016 2017
As 1.6 1.8 0.04 09
1.1-2.1 0.5-2.7 0.1-2.6
—2 -2 —4
He 1.1-10 1.4-10 1.4.102 5.9-10
9.1.107-1.2-1072 9.6-107-1.8-1072 2:107%-2.1073
cd 0.2 0.8 0.02 0.2
0.2-0.3 0.1-1.2 0.01-0.4

Continue on the next page...
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Sampling period
Element
2014 2015 2016 2017
Ni 3.3 8.2 0.13 4.2
1.2-7.2 0.7-12.3 0.2-16.7
Co 0.4 1.1 0.04 13
0.2-0.8 0.1-1.8 0.04-7.0
7n 16.3 15.3 97 10.6
13.2-19.9 10.5-22.9 1.9-33.1
Cu 17.1 11.2 07 5.1
15.6-18.5 0.96-19.3 1.2-12.4
Cr > 47 13 _25
1.3-3.8 0.7-6.2 0.6-10.3
Mn 171.7 954.5 126 259.5
122.0-200.0 213.0-1492.0 15.8-770.0
Pb 1.8 1.8 0.7 2.1
1.4-2.1 0.1-3.1 0.01-15.3
Fe 1153.7 6194 1209 2999.3
391-2523 210-9026 163-15010
Al 1668.3 7210.5 481 1862.7
457.0-3547.0 185.0-11458.0 36.5-9918
S 40.3 54.2 39 55.6
34.5-49.3 3.6-95.1 8.8-102
Se 2.6 13.8 158 22.1
1.8-4.0 2.6-22.2 2.3-61.0
Mo 1.1 0.9 0.14 1.2
0.8-1.5 0.7-1.2 0.1-3.5
Sb 04 - 0.11 1>
0.2-0.5 0.2-7.4
v 1.5 7.6 0.19 4.1
0.8-2.6 0.2-10.7 0.1-21.4
Li - 76'7 0.16 72'6
0.2-10.1 0.2-15.2
Cs B 0.31 0.52 0.5
0.03-0.5 0.2-1.9

In [28], As concentration in groundwater varied from 2.08 to 3.16 ug-L™! at different sampling sites,
which corresponds to our monitoring data of 2016-2017.

It was pointed out in [36] that Cd levels (the II hazard class) in groundwater in a number
of Bangladesh regions vary from 6 to 13 ug-L™!, i. e. exceed the limits established by Bangladesh, WHO,
and USA standards (5, 3, and 5 ng-L™!, respectively). Values of cadmium concentrations in drinking wa-
ter of Rooppur NPP 30-km zone, obtained during the monitoring, do not exceed international standards;
however, in some samples, Cd content was higher than Russian TLV (Table 10).
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Table 10. Heavy metals gross content in drinking water of the Padma River in the vicinity of Rooppur
NPP, pg-L~!' (numerator is the mean; denominator is min.—max.)

Element Sampling period TLV*
2014 2016 \ 2017
The I hazard class
As 80.5 3.5 4.4 10
14.2-136.6 0.96-8.1 0.5-13.3
-3 10-2
He 3 9.7-10 1.2-10 05
5.1073-1.3-1072 1.9-1073-3.02-102
The II hazard class
cd 02 0.1 0.8 |
0.1-0.4 0.02-0.3 0.2-1.5
Ni 1.01 174 _ 147 20
0.3-3.8 11.3-18.7
Co <3 0.74 1.95 100
0.4-1.2 0.9-2.7
Sr _ 1977 _ 3381 _ 7000
39.0-355.0 294.9-383.4
The III hazard class
7Zn <30 8.9 10.3 1000
3.7-23.8 4.0-16.5
Cu <1 2.02 2.9 1000
0.1-9.0 1.1-6.2
Cr 2.1 0.96 . 50
1.8-2.4 0.64-1.43 2.3-35
Mn 225.5 484.9 492.3 100
52.1-398.9 197.8-1036.3 374.5-579.7
Fe 359 251.1 136.9 300
3.2-68.6 63.7-594.9 23.9-291.7
Al 50.6 190.3 120.6 200
5.8-954 73.9-336.8 85.3-147.0
Note:

*GN 2.1.5.1315-03 Threshold Limit Values (TLV) of Chemicals in the Water of Water Bodies of Domestic, Drinking,
and Cultural-Domestic Water Use: Hygiene Standards.

Manganese concentration (the III hazard class) in groundwater of Rooppur NPP area during the en-
tire observation period varied from 52 to 1036 pug-L™". The maximum permissible level of Mn content
in drinking water is 0.1 pg-L™! (according to Bangladesh, Russian, and WHO standards [18 ; 37]). Conse-
quently, in all drinking water samples of 2016-2017, manganese concentration exceeded the upper limit
established by international and Russian standards. Studies carried out in [28] showed that Mn content
in groundwater in the Mohanpur region was in the range of 0.72-3.66 ug-L™' (mean of 1.83 ug-L™),
which was significantly lower than in Rooppur NPP 30-km zone. Exceeding standards for manganese
was most likely associated with the poor condition of the water supply system of artesian wells in NPP
construction area.

Concentrations of other heavy metals did not significantly exceed international and national
standards.
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Heavy metals content in fish of the Padma River, recorded during monitoring in 2016-2017,
was lower than Russian TLV (Table 11) and partially comparable with the results of studies
on the Buriganga River [25].

Table 11. Heavy metals content in fish of the Padma River in the vicinity of Rooppur NPP, mg-kg™!
(numerator is the mean; denominator is min.—max.)

Element Sampling period
2016 2017
As (1.0%) 0.011 0.012
0.005-0.02 0.001-0.03
Hg (0.3) 0.011 6.98:1073
0.004-0.019 6-107°-1.99-1072
Cd (0.2) 0.011 0.02
0.003-0.032 0.002-0.075
Pb (1.0) 0.3 0.22
0.15-0.55 0.03-0.6
Ni 0.94 0.7
0.4-1.6 0.2-1.3
Co 0.03 0.04
0.01-0.07 0.006-0.11
7n 7.71 7.3
3.77-10.7 4.4-16.2
Cu 1.42 1.2
0.16-3.12 0.03-4.5
Cr 1.6 0.4
0.8-2.2 0.1-0.6
Mn 0.5 0.4
0.12-1.02 0.07-1.03
Fe 8.8 14.1
2.9-13.1 7.5-28.3
Al 4.8 3.6
3.6-5.9 1.6-8.7
S 1.3 24
0.7-1.9 0.7-4.7
Se 1.13 1.96
0.12-2.24 0.8-3.5
Mo 0.15 0.4
0.08-0.35 0.13-1.01
Sh 0.6 0.9
0.2-1.3 0.23-2.23
v 0.15 0.26
0.05-0.3 0.06-0.5
Li 0.03 0.008
0.006-0.12 0.002-0.018
Cs 0.11 0.1
0.01-0.24 0.02-0.4
Note:

* SanPiN 2.3.2.1078-01 Hygiene Requirements for Safety and Nutritional Value of Food Products (as amended
on 06.07.2011).
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In this work, Cr, Mn, Ni, Cu, Zn, and Pb content in some samples exceeded TLV in fish recom-
mended by FAO/WHO. Results of monitoring in Rooppur NPP area showed that in some fish samples
Mn concentration was slightly higher than FAO standard [31], and Sb concentration in several samples
exceeded FAO/WHO recommendations [15]. These metals do not pose a carcinogenic hazard, but their
combined effects can negatively affect human health.

Conclusion. Based on radiation and environmental monitoring of freshwater ecosystems in Rooppur
NPP 30-km zone (2014-2017), it can be concluded that the ecological situation in this area is generally
favorable. It is determined by both the climatic peculiarities of the region and anthropogenic impact.

It is shown that organic pollutants content in surface water and groundwater is below detection limits
or at minimum ones (benzopyrene — less than 0.01 ug-L™"; phenols — 1.3-3.5 pug-L™'; and petroleum
products — 0.01-0.043 mg-L™"). The volumetric activity of '*’Cs in Padma River waters during the en-
tire observation period did not exceed 0.18 Bq-L™ (with a mean of 0.07 Bq-L™). The content of *Sr
was in the range of 0.02-0.12 Bq-L™!, and that of *H — in the range of 0.8-2.1 Bq-L™!. Mean specific
activity of *°Sr in bottom sediments varied from 0.5 to 1.8 Bq-kg ™!, and '*’Cs — from 0.8 to 2.1 Bq-kg™".
Specific activity of *H in bottom sediments was less than 3 Bq-kg™!, except for three samples in 2017
(12-30 Bq-kg ™), which is most likely due to a local pollution. Specific activity of *°Sr in higher aquatic
vegetation was at the level of 0.4-3.9 Bq-kg™!, and '*’Cs — of 0.4—1.0 Bq-kg". In drinking water, the vol-
umetric activity of standardized radionuclides varied in the ranges as follows: *’Cs — 0.03-0.27 Bq-L";
%Sr — 0.01-0.16 Bq-L™; H - 0.4-1.2 Bq-L™'. Specific activity of *Sr in fish varied from 0.02
to 1.6 Bq-kg™!. The content of '¥’Cs in fish was in the range of 0.26-0.3 Bq-kg™.

The situation in the area studied on pollution of freshwater ecosystems with heavy metals is some-
what worse, which is caused by the discharge of toxicants by industrial enterprises. As content
in Padma River water is at the level of 0.9-3.6 (with a mean of 2.6 ug-L™"). Ni concentration varies
within 1.7-19.5 pg-L™!. The maximum Cu content in Padma River waters during the observation pe-
riod reached 7.7 pg-L™'. Mn concentration varied in the range of 1.7-51.9 ug-L™". Fe content in surface
water averaged 0.03-0.2 mg-L™! (with a maximum of 0.8 mg-L™"). Analysis of the data on Al content
in Padma River water showed that in almost half of the samples, its concentration was higher than
threshold limit value, and the highest value reached 595 png-L™!, which exceeds TLV by 3 times. Mean
As concentration in bottom sediments exceeded its TLV in soil by more than 35 times and correlated
with the data on its content in Padma River surface water. Mean Cd concentration in bottom sediments
was 1.3-2.7 mg-kg™!, which exceeded soil approximate permissible concentrations by 1.5-2.5 times.
Pb content in bottom sediments was 3.6-25.4 mg-kg™!. During some years of monitoring, an excess
in As content in drinking water in the vicinity of Rooppur NPP was registered. Mn concentration
in groundwater of this area during the entire observation period varied from 52 to 1036 ug-L™. In all
drinking water samples of 2016—2017, Mn content exceeded the upper limit established by international
and Russian standards.

Monitoring network established will make it possible to register changes in the situation in the zone
of Rooppur NPP impact, as well as to identify the impact of power plant operation on the environment,
including the Bay of Bengal in the Indian Ocean. The results obtained during the radioecological studies
of components of freshwater ecosystems will make it possible to estimate dose commitments on humans
and hydrobionts due to technogenic-altered background in the region.

The work was supported by the Russian Science Foundation (grant no. 18-19-00016).
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KOMILIEKCHBIN PATUAIIMOHHO-3KOJOTMYECKUY MOHUTOPYHT
BOJHbBIX D9KOCUCTEM
B PETMOHE PASMEHIEHUA A9C «PYIIIIYP»
(HAPO/JIHAA PECITYBJIMKA BAHIVIAJIEHT)

P. A. Mukanaosa', JI. H. Kyp6akos!, E. B. Cugoposa', !1. B. Femeuns’,
H. B. Aagpeesal, I0. B. Copoxun?, A. B. Ilanos!

chepOCCHﬁCKHﬁ HAyYHO-UCCIIeJOBATEILCKUI MHCTUTYT PAHOTIOTHN U ar POIKOJIOTHH,
Oo6nuHCK, Poccuiickas ®eneparmst
2Bcepoccnﬁcx1/1171 HAYYHO-MCCIIEIOBATEILCKUI MHCTUTYT PHIOHOTO XO3SICTBA U OKeaHorpaduy,
Mocksa, Poccuiickas ®enepanus
E-mail: riar@mail.ru

IpeacraBieH ONbIT CO3[aHUs U BEACHUS CUCTEMbI PaUalIOHHO-IKOJOTMYeCKOr0 MOHUTOPUHTA BOJI-
HbIX 3KocucTeM B peroHe ADC «Pymmyp» (banrnanent). KoMIOHEeHTbl BOAHBIX SKOCUCTEM B 30HE
BustHAsA ADC ABISIOTCA Kak Hambolsiee NH(OPMATUBHBIMU Il OTIPENeNICHNs] COCTOSIHUS OKpYyXkKa-
oIIel cpefipl, TaKk ¥ BAXHBIMU C TOYKH 3pPEHUsI BEICHUs XO3SHUCTBEHHOW JiesATeNbHOCTH. VIMeHHO
MOSTOMY OIIEHKA M MIPOTHO3MPOBAHME KauecTBa BOAHBIX dKocHCcTeM B paitone ADC — akTyaibHast
npodsiemMa i1 oOecrieYeHus1 paIMallMOHHON U 9KoJIorndeckor 6e3omnacHoctu. Pa3paborana neranu-
3UpOBaHHAsI MPOrpaMMa MOHUTOPUHTA; BHIOPAHBI ITYHKTHI HAOJTIOIEHHSI 32 COCTOSIHMEM MOBEPXHOCT-
HBIX M TIOI3eMHBIX BOJ Ha pa3HoM pacctosiinu oT ADC «Pynmyp»; omnpeaesieHbl 00beKTbl MOHUTO-
puHra (BoJa, JIOHHbIC OTJIOXEHHS, BBICINAsi BOJHAS PACTUTENILHOCTD, phida), IepeYeHb UCCIIEIyeMbIX
rapamMeTpoB, periiaMeHT HaOIOIEHNH, a TaKXkKe METOJbl 1 HOPMAaTHBHO-TEXHUUYECKOe OOecTieueHIe.
B uriciie KOHTpONIMpPYeMBbIX TIOKa3aTesiell paCCMOTPEHBI: (PU3UKO-XUMUYECKUE XapaKTePUCTUKY BOJIbI
U JIOHHBIX OTJIOKEHWIA; PaJOHYKIUIHBIA COCTaB KOMIIOHEHTOB BOIHBIX 3KOCHUCTEM, BKJIIOUAIOIIAN
MIPUPOAHbIE (40K, 226Ra, 232Th) U TEXHOT€HHBIE (9OSr, 137¢s, 3H) PaIuOHYKJIUIbI; cofepxanue 19 Ts-
KEJIBIX METAJLJIOB, 4 TAKKE XUMUUECKUX 3arps3HUTE Ied. MOHUTOPUHIOBBIE MCCJIEJOBAHKS IIPOBEAECHBI
B 2014-2017 rr. Ha (pOHOBOM YpOBHE U Ha 3Tane crpoutenscrsa ADC «Pynmyp» ¢ y4€ToMm Kiuma-
TUYECKUX OCOOSHHOCTEW PEerroHa B pa3jIMyHbIe TIEPUO/IBI rojla. PamuoHyKIMIpl B 0ObeKTaX OKpyxka-
I0IIeld CpeJibl Onpe/ie/ieHbl METOJIaMK CIIEKTPOMETPHUU Y PATUOXUMUH, TSKEbIE METaJIbl — aTOMHO-
aGCOPOIMOHHBIM U IJIa3MEHHO-3MUCCUOHHBIM METO/IAMH aHAJTN3a. Y CTAHOBJICHO, UTO BHICINIAs BOTHAS
pacrutenbHOCTh B peke [agma (I"aHr) BcTpedaetcs: He BO Bee ce30HbI. B nekadpe oHa (hakTHUecKu OT-
CYTCTBYET; MaKCMMaJIbHOE BHOBOE Pa3HOOOpa3ne OTMEUEHO B MIOHE. BbifesieHbl pa3indusi MexIy
MOBEPXHOCTHBIMY U MTOJ3eMHBIMHU BogaMu B peruoHe ADC «Pymmyp» 1o psgy pU3UKO-XUMITIYECKIX
xapakTepuctuk. [lokazaTenu obmelt MUHepaIu3aIiy 1 KECTKOCTH B MMThEBOW BOJIE BHIIIIE, YEM B TIO-
BEPXHOCTHOM, B 2—3 pa3a, 4To 00yCIIOBJIEHO cOcTaBOM BoJ p. [1agma, OCHOBa KOTOPHIX — TaJlble BO-
Il JISTHUKOB rop U AoxjaeBas Bona. CojepkaHue B MOBEPXHOCTHBIX M MOJ3EMHBIX BOJIaX OpPraHu-
YeCKUX 3arpsi3HUTEJIC HUKe WIM Ha YPOBHE MOpora UxX oOHapykeHus npudopamu (OeH3MUpeH —
menee 0,01 mMxr-m'; dpenonsr — 1,3-3,5 mkr-1!; HedprenpomykTsl — 0,01-0,043 mr-n~!). O6BEM-
Has aKTMBHOCTB B Bojiax p. ITagma '37Cs 3a Bech nepwon Habmoaennii He npessimaa 0,18 Bx-ir~!
nipu cpeanem 3Hauenuu 0,07 Br- L. Copepxanue 908 6put0 B muarnasone 0,02-0,12 b1, a 3H —
B npenenax 0,8-2,1 Br-!. CpenHsist yaenbHasi akTUBHOCTD 90Sr B JOHHBIX OTJIOKEHUSIX BapbUpOBa-
na B muanasone 0,5-1,8 Br-kr~!, a 137Cs — 0,8-2,1 Bk-kr~'. VaenbHas aktuBHOCTD “H B IOHHBIX
OTJIOKEHHUAX COCTaB/IsIa MeHee 3 Br-kr!, 3a uckmouennem Tpéx mpo6 B 2017 r. (12-30 Br-kr!),
4TO 0GYCIIOBJIEHO, TI0 BCEil BUAMMOCTH, JIOKAIbHBIM 3arpsi3HEHNeM. YIeIbHASA aKTUBHOCTD *’St B BbIC-
11ef BOJHOW pacTuTeibHOCTU Oblia Ha ypoBhe 0,4-3.9 br-kr!, a 137Cs — 0,4-1,0 bk-kr~!. B nu-
THEBOH BOJIc 00bEMHASI AKTUBHOCTH HOPMHUPYEMBIX PaJMOHYKJINAOB KoyieOanach B CIIEAYIOIIUX 1a-
nasonax: '3’Cs — 0,03-0,27 Bx-n"!, uto B 40 pa3 Hike ypoBHS BMematesseTsa o HPB-99/2009;
08r —0,01-0,16 Bx-r! (8 30 pa3 Huxke Hopmarupa); *H — 0,4—1,2 Bk-1~! (Gostee uem B 6 Thic. pa3
HUXE YPOBHS BMENIATEIbCTBA). YJIE/IbHASI aKTUBHOCTb 03r B pbide BapbUpOBaAach B AMaria3oHe
0,02—1,6 Bk-kr~!, uto B 60 pa3 HUkKe POCCUICKIX M MEKIyHApOIHbIX cranaapToB. Conepxanue 3/ Cs

*
Marepuassl cTaThbi ObLTH peJcTaBieHbl Ha UTeHusx namsitu akagemuka I. I'. TTonukaproBa «Paguoskonorusi: ycrexu 1 NepcieKTUBbD
(Cesacronons, IHBIOM, 2019 1.).
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B priOe 6bUI0 B mipesenax 0,26-0,3 Bk-kr~!, uro B 400 pa3 HUKe POCCHICKMX HOPMATUBOB U OoJiee

4yeM B 3 ThIC. pa3 — MEKAYHAPOAHBIX. AHAIN3 IaHHBIX HAOJIOACHUH 32 YPOBHSAMHU 3ar pSISHEHUS TSKE-
JILIMU METaJITaMA KOMIIOHEHTOB BOJIHBIX 9KochcTeM B pernoHe ADC «Pymimyp» nokasali, 4ro 1o pagy
9JIEMEHTOB 3aPETMCTPUPOBAHBI MX MOBBILIEHHBIE KOHIIEHTPAIINHU, OOJIbIIAS YACTh KOTOPBIX OTHOCHTCS
K C€30HY MycCOHOB. Tak, B TOBEPXHOCTHHIX Bojax p. [lanma oTMeueHo nepuoauyeckoe yBeanueHre
cogepxanus As, Cd, Mn, Al, a B goaabIX omioxeHusx — As, Cd, Ni, Co, Zn, 4To CBSI3aHO C aH-
TPOIOTEHHBIM BIIMSHUEM U C YCWJIEHHBIM CTOKOM 3arpsA3HAOIINX BEILECTB B MEPUOJ MyCCOHHBIX JI0-
xkneil. B nuteeBoit Boge 30-kumomeTpoBoid 30Hb ADC «Pymniyp» 3apuKCUpOBaHbI NEPUOIUIECKUE
MOBBILLIEHHbIE KOHLEHTpauuu As 1 Mn, a B otaesbHbIx podax — Fe u Al, uto MoxeT ObITh 00yCJIOB-
JIEHO KaK MPHUPOAHBIMU OCOOCHHOCTSIMU PEerMoHa (OTHOCHTEJIbHO BBICOKOE coliepkaHue As B BOJO-
HOCHBIX TOPU30HTaX), TaK M COCTOSIHUEM CHUCTEM BOAOCHAOXEHMs. 3ajloKeHHas CeTh paaralluOHHO-
9KOJIOTMYECKOr0 MOHUTOPHHTa BOJHBIX SKOCHUCTEM TO3BOJISIET PETHCTPUPOBATh M3MEHEHUE CUTYaIUN
B peruoHe pasmenieHuss ADC «Pynmyp» W BBISBIATH BIMSAHUE PaOOThl aTOMHOH 3JIEKTPOCTAHIIUM
Ha 4YeJIOBEKA U OKPYKAIOILYIO Cpeay.

KuroueBbie caoBa: banrnagem, ADC «Pymnmyp», BOJHBIE pecypchl, TPECHOBOJHbBIE IKOCHUCTEMBI,

peka [lagma, muTheBast BoAa, pagrodKOJIOTMIECKIU MOHUTOPHHT, PATUOHYKIIUIbL, TSKETBIE METaJUTHI,
XUMHUYECKOE 3arpsI3HEHUE

Mopckoii buosnorrueckuii xypHain Marine Biological Journal 2020 vol. 5 no. 3



8 71 Mopckoii OUOJIOrHYeCKUH KypHAI

Marine Biological Journal

O
’!TIIIEWUDII“ 2020, vol. 5, no. 3, pp. 55-63
S TSON 2 IRSS https://doi.org/10.21072/mbj.2020.05.3.05

UDC [504.42.054:546.36](265.5)

137CS CONCENTRATION
IN SURFACE WATERS OF FAR EASTERN SEAS:
RESULTS OF EXPEDITIONARY RESEARCH IN 2018

©2020 O.N. Miroshnichenko and A. A. Paraskiv

A. O. Kovalevsky Institute of Biology of the Southern Seas of RAS, Sevastopol, Russian Federation
E-mail: oksaniya_89@mail.ru

Received by the Editor 30.12.2019;  after reviewing 18.09.2020;
accepted for publication 21.09.2020;  published online 30.09.2020.

Based on the results of expeditionary research carried out during the 82™ cruise of the RV “Akademik
M. A. Lavrentyev” (01.06.2018-20.07.2018), the assessment of current levels of concentration activity
of technogenic radionuclide '*’Cs in surface waters of Far Eastern seas is given. The studies were carried
out in the northwestern part of the Sea of Japan, the southern part of the Sea of Okhotsk, the coastal
waters of the Pacific Ocean near the Kamchatka Peninsula, and the western part of the Bering Sea.
Activity of '¥’Cs in seawater samples was determined by sorption method using two series-connected
adsorbers with subsequent measurement of '*’Cs content via its gamma-emitting daughter radionu-
clide *"™Ba. Sorption efficiency was assessed by the difference in activity on the first and second
adsorbers. A comparative analysis of contamination levels of water areas studied was made. It was
revealed that '¥’Cs volumetric activity in surface water of the Sea of Japan varied from (2.9 + 0.1)
to (5.1 £0.3) Bq-m_3, in the Sea of Okhotsk —from (1.8 £0.1) to (2.3£0.1) Bq-m_3, and in the Bering
Sea — from (1.7 = 0.1) to (3.1 + 0.1) Bg:m™. The maximum '*’Cs concentrations were registered
in the Sea of Japan, which might be due to its isolation from other water areas and presence of sec-
ondary sources of radionuclide intake. In general, contamination of adjacent water areas is insignificant,
and fluctuations in concentrations occur within technogenic isotopes global background in the marginal
seas of the Pacific Ocean.

Keywords: 137Cs, concentration, seawater, Far Eastern seas

Currently, one of the key markers radioactive contamination of biosphere, including aquatic ecosys-
tems, is long-lived radionuclide *’Cs with a half-life being 30.17 years [10 ; 14]. The main sources of in-
take of technogenic radionuclides, including '*’Cs, into the northern part of the Pacific Ocean and its
marginal seas were global fallout after testing nuclear weapon in open environments in the 1950—1960s,
as well as the accident at the Chernobyl Nuclear Power Plant (hereinafter NPP) in 1986. According
to researchers, 1*’Cs fallout over the water area of the northern part of the Pacific Ocean as a result
of nuclear tests amounted to about 104 PBq [10 ; 13].

In the XXI century, Far Eastern seas were exposed to radioactive contamination after the accident
at the Fukushima Daiichi NPP. The disaster occurred on 11.03.2011; it was caused by a magnitude 9.0

“The materials of the article were presented at the Readings in memory of Academican G. G. Polikarpov “Radiochemoecology: Progress and Prospects”
(Sevastopol, IBSS, 2019).
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earthquake and an enormous tsunami. As a result, electricity supply at the Fukushima Daiichi NPP, lo-
cated on the eastern coast of Japan (Honshu Island), was interrupted. Power units were damaged, and this
led to a release into the atmosphere of such radioactive products as '*’Cs, 13*Cs, and '*'1. They were trans-
ported over long distances by air masses, namely eastward to the Pacific Ocean since westerly winds
were prevailing in disaster zone. In addition, seawater was used to cool the damaged reactors, and then
it was discharged into adjacent sea area [5]. This resulted in contamination of Pacific Ocean waters with
technogenic radionuclides. According to various estimates, from 4 to 41 PBq of radioactive cesium en-
tered marine environment due to accidental discharge [12 ; 15 ; 21]. For comparison, we present data
on ¥'Cs intake into the World Ocean as a result of other nuclear events: global fallout — 600 PBq; Sel-
lafield radiological releases — 39 PBq; and Chernobyl fallout — 18 PBq [13]. The scale of the disaster
in terms of '¥’Cs release because of the accident at the Fukushima Daiichi NPP is comparable to that
caused by the accident at the Chernobyl NPP.

The change in technogenic isotopes concentration in waters of Far Eastern seas, contaminated
by the Fukushima Daiichi NPP discharge, is the result of hydrodynamic processes: transport by cur-
rents and water exchange [5 ; 18]. Pacific currents, washing Honshu Island coast, transport water masses
northward and eastward to the open ocean, thereby preventing the transport of accidental radionuclides
to Far Eastern seas [14]. In this regard, radioactive discharge after the disaster had little impact on the ra-
dioecological situation in Far Eastern seas, in particular in coastal waters of Russia; this was confirmed
by numerous studies [1 ; 4 ; 6]. Meanwhile, 134Cs was detected in 2017 in surface water and in water
up to 200 m of the western subarctic part of the Pacific Ocean; this means that cesium radioisotopes
continue entering the region [19]. Potential sources of '*’Cs intake into marine environment of Far East-
ern seas are disposals of nuclear fleet reactors in the bays of the Sea of Japan and in Kamchatka coastal
area [7 ; 8].

Thus, the radioecological situation in Far Eastern seas is still of great concern. The risk of techno-
genic isotopes intake into marine environment from the sources listed above requires regular monitor-
ing. The aim of this study is to assess current concentrations of technogenic radionuclide '*’Cs in surface
waters of Far Eastern seas and make a comparative analysis of contamination levels of these water areas.

MATERIAL AND METHODS

The material for the study was taken during the 82" cruise of the RV “Akademik M. A. Lavrentyev”
(01.06.2018-20.07.2018) in the northwestern part of the Sea of Japan, the southern part of the Sea
of Okhotsk, the coastal waters of the Pacific Ocean near the Kamchatka Peninsula, and the western
part of the Bering Sea (Fig. 1). To analyze the content of technogenic radionuclide '*’Cs, surface water
samples were taken using RV flow system.

The samples were taken as follows: 3 seawater samples in the Sea of Japan; 3 samples in the Sea
of Okhotsk; 3 samples in the coastal area of the Pacific Ocean near the Kamchatka Peninsula;
and 5 samples in the Bering Sea.

Activity concentration of '*’Cs in seawater samples (100 L) was determined by sorption method
using two series-connected adsorbers with subsequent measurement of '*’Cs content via its gamma-
emitting daughter radionuclide *’™Ba [20]. Water sample taken was first filtered through a polypropy-
lene filter with a nominal pore size of 0.5 wm to remove suspended matter. Then, the filtrate
was passed through plastic 10-mL adsorbers filled with a loose sorbent. This inorganic compos-
ite sorbent is a thin film of mixed nickel-potassium ferrocyanide, obtained by a chemical method
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Fig. 1. Station map of the 82" cruise of the RV “Akademik M. A. Lavrentyev”

from water solutions on a carrier, being delignified wood flour. The approximate composition of the film
is K 33Ni; 33[Fe(CN),]; the grade is NPF-C [2]. Sorbent mass in one absorber is 2.5 g; sorbent height
in a column is 7 cm; column diameter is 1.5 cm. The water filtered was passed through the adsorbers
using a peristaltic pump (Elpan 372.C, Poland) at a rate of 0.07 L-min!, at which extraction efficiency
of ¥7Cs ranged 46-94 %. To reduce sorbents volume, they were burned in a muffle furnace at a tem-
perature of +400 °C; sorbent mass after ashing was about 0.8 g. Then, the sorbent ashed was placed
into bottles for gamma-spectrometric measurements. Content of '¥’Cs in the samples was determined
using a 1282-CompuGamma counter (LKB Wallac, Finland) with a counting geometry close to 4w
(well type detector), taking into account radioactive background and detection efficiency of *’Cs radi-
ation. Sorption efficiency was assessed by the difference in activity on the first and second adsorbers.
Then, '3’Cs activity concentration (Bq-m™) in the water sample was calculated [20].

RESULTS

The results of determining '*’Cs content in surface water of areas studied are presented in Table 1.

Table 1. Sampling stations and '37Cs concentration in seawater based on the results of the 82" cruise
of the RV “Akademik M. A. Lavrentyev”

: 137 :
Station Water area Coordinates Date Depth, m Cs concentration,
number Bg-m™

43°34’15.6"N,

1 The Sea of Japan 03.06.2018 3288 39+0.2
136°03"21.6"E
45°33740.8"N,

2 The Sea of Japan 04.06.2018 446 5.1+£03
140°20'47.4”E

Continue on the next page...
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tati 137 trati
Station Water area Coordinates Date Depth, m Cs concentration,

number Bgq:m™

3 The Sea of Okhotsk 45°50°27°N, 04.06.2018 102 2.120.1
143°10°42.6”"E
48°03’45.6”"N

4 The Sea of Okhotsk 8°0345.6°N, 05.06.2018 2820 2.3+£0.1
149°07°10.2"E
50°19°23.4”N,

6 The Pacific Ocean 07.06.2018 431 2.710.1
157°02°11.4"E
53°08'22.2”N

7 The Pacific Ocean ’ 08.06.2018 3720 34+£0.2
161°27°45.6"E
55°20°35.4”N,

8 The Pacific Ocean 09.06.2018 40 2910.1
165°5425.8"E

11 The Bering Sea 35°21'27.6°N, 18.06.2018 1226 23%0.1
167°16'08”E
°18°40.8”N

12 The Bering Sea 58°1840.8°N, 22.06.2018 1586 22+0.1
169°5025.8"E
60°49°31.8”N,

13 The Bering Sea 0 23.06.2018 729 3.120.1
174°24’31.2"E
62°01°06”N,

15 The Bering Sea 26.06.2018 30 1.7+£0.1
175°20"33"E

20 The Bering Sea 60723'59.4"N, 07.07.2018 20 2.0%0.1
167°30°08”E

21 The Sea of Okhotsk 49°09°96.2°N, 11.07.2018 1527 1.8 £0.1
151°40'47.4"E
42°4306”N,

22 The Sea of Japan 15.07.2018 70 29102

132°17°49.8"E

DISCUSSION

Concentration of ’Cs at the stations under study in the Sea of Japan ranged from (2.9 %+ 0.1)
to (5.1 £0.3) Bq:m™ (Table 1).

The Sea of Japan is separated from other Pacific seas and the Pacific Ocean by the Japanese
Archipelago [3]. Water exchange with adjacent areas occurs through the straits as follows: Korea,
Tsugaru, SOya, and Nevelskoy [3]. The currents passing through the Tsugaru Strait, connecting the Sea
of Japan with the Pacific Ocean, are directed mainly from west to east; this prevented accidental
discharge from the Fukushima Daiichi NPP into the Sea of Japan.

On the other hand, in the first months after the Fukushima Daiichi NPP disaster, the short-lived
radionuclide '**Cs with a half-life being 2.06 years was detected in Sea of Japan surface waters; it entered
seawater with precipitation immediately after the accident [14 ; 17]. Radioactive cesium content can
increase, especially in the coastal area, due to its intake into marine environment with precipitation
and from Sea of Japan catchment area.

Peculiarities of water exchange and the isolation of the Sea of Japan from adjacent seas and oceans
can also contribute to technogenic radionuclides accumulation in water [3]. During our studies, the maxi-
mum activity concentration of B7Cs [(5.1£0.3) Bq-m_?’] was recorded in the northeastern part of the Sea
of Japan (see Table 1) in the area of the shallow-water Soya Strait (station No. 2). The data obtained
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are consistent with the results of the expedition carried out in April —- May 201 1: '*’Cs activity concentra-
tion in the coastal area of the Sea of Japan was estimated at 1.5-2.0 Bq:-m™ [1 ;4]. In 2014, ¥’Cs activity
concentration in coastal and central areas of the Sea of Japan was 4.2 and 5.0 Bq-m™, respectively [1].
According to the studies carried out in 2018, 13’Cs activity concentration values in the northwestern part
of the Sea of Japan ranged from (2.1 +0.4) to (7.8 + 1.1) Bq-m™ [22]. In addition, a relatively high '*’Cs
content was recorded in coastal water area adjacent to the Chazhma Bay [(46.0 * 3.4) Bq-m™], which
1s associated with consequences of an explosion on the nuclear-powered submarine K-431 in 1985 [22].
Thus, after the Fukushima Daiichi NPP disaster, '*’Cs activity concentration doubled by 2014 and actu-
ally did not change by 2018. This may indicate stabilization of the processes of radionuclides intake into
the water body. The levels of *’Cs concentration in water are determined by such factors as secondary
radionuclides intake from the continental runoff, desorption from bottom sediments, and transport
by currents [9].

The Sea of Okhotsk is separated from the Pacific Ocean by the Kuril Islands and is connected with
the Sea of Japan through the Soya Strait and the Strait of Tartary [3]. In 2009, *’Cs concentrations
in Soya Strait area ranged 1.0-1.6 Bq-m'3; in June 2011, the level of radioactive cesium in the area
increased to 3.4 Bq-m_3 [17].In 2018, ¥"Cs activity concentration in Sea of Okhotsk waters to the north
of the Soya Strait along the Kuril Chain decreased to the range from (1.8 £ 0.1) to (2.3 + 0.1) Bq-m™
(Table 1). The maximum was observed at station No. 3 directly at the Soya Strait outlet.

This strait is indicative in assessing water masses transport between adjacent water areas [17]. It was
determined that through the Soya Strait, despite its shallowness, water masses with a higher '*’Cs content
are transported. In turn, water masses with a lower 137Cs content enter this area with East Sakhalin
Current waters, and due to this its concentration at the boundary of two seas decreases. Our research
confirms this conclusion. It is worth noting that *’Cs activity concentration estimates, obtained in 2018
by another group of researchers, in the southern part of the Sea of Okhotsk were from (1.2 = 0.5)
to (38.3 * 3.5) Bq-m™ [22]. The authors explain the presence of relatively high values of *’Cs content
in surface waters of this area by the consequences of the accident at the Fukushima Daiichi NPP, but this
fact obviously needs further, more detailed studies.

In the Pacific Ocean at stations No. 6, 7, and 8, '*’Cs concentration was registered in the range
from (2.7 £0.1) to (3.4 +0.2) Bq-m™ (Table 1). In 2000, the level of '*’Cs concentration in the northern
part of the Pacific Ocean and its adjacent seas was about 1.0-2.0 Bq-m™ [11 ; 23] (according to other esti-
mates, it was 1.7-2.8 Bq-m™ [16]). In 2011, '¥’Cs activity concentration in surface water along the Kuril
Chain in the Pacific Ocean was in the range from 1.4 to 3.6 Bq-m™ [4]. Thus, the levels of radiocesium
contamination in water areas studied are comparable to those in adjacent water areas.

The results of the studies in 2018 [22] show that the values of '*’Cs activity concentration in sur-
face waters near the Kamchatka Peninsula were in the range from (3.2 + 0.8) to (12.2 + 2.4) Bq-m™.
In the Bering Sea, the average '*’Cs concentration in coastal waters was (1.85 + 0.1) Bq-m™ (stations
No. 15 and 20); in open water areas — (2.7 + 0.1) Bg-m™. At the Bering Sea — Pacific Ocean bound-
ary, ¥’Cs concentrations registered were as follows: (2.3 + 0.1) and (2.9 + 0.1) Bq-m™ (stations No. 8
and 11, respectively) (Table 1). These data are consistent with the results obtained in this area by another
group of researchers: from (2.8 + 0.4) to (6.3 + 1.5) Bq-m™ [22]. Before the Fukushima Daiichi NPP
disaster, similar '*’Cs concentrations were registered in the Bering Sea: 1.0-2.0 Bq-m™ [11]. Currents,
transporting the accidental discharge of the Fukushima Daiichi NPP, do not enter Bering Sea water
area (Fig. 1).
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Thus, it has been established that the levels of *’Cs concentration in surface waters of the Sea
of Japan are higher (on average, 1.65 times) than those in the Sea of Okhotsk and the Bering Sea. Com-
parison between the data on contamination level in 2018 and the data before and after the Fukushima
Daiichi NPP disaster reveals as follows: in the Sea of Japan, being isolated from other water areas,
137Cs activity concentration in surface waters increases. The increase in concentrations seems to be due
not only to hydrological peculiarities of the water area but also to isotope intake into the sea with conti-
nental waters. Comparison of the results of our study with the data of 2018, obtained by another group
of researchers using a different method [22], allows us to draw a conclusion about the reliability of our
results. According to [22], relatively high values of '3’Cs activity concentration in the Sea of Japan near
the Chazhma Bay can be explained by the consequences of the accident in 1985. Interpretation of higher
point values in the southern part of the Sea of Okhotsk, as well as near the Kamchatka Peninsula, re-
quires further research. We have registered no high concentrations due to the lack of data in the areas
indicated.

Analysis of both literature and our data shows that 1*’Cs activity concentration in the seas studied
in 2000-2018, including the period after the accident at the Fukushima Daiichi NPP, is in the range
1.0-5.1 Bq-m™, which corresponds to technogenic background for this radionuclide. Distribution
patterns of '¥’Cs in waters of Far Eastern seas have to be studied additionally.

Conclusion. Data on technogenic radionuclide *’Cs content in surface waters of the Sea of Japan,
the Sea of Okhotsk, and the Bering Sea have been obtained. It has been established that the maxi-
mum levels of radioactive cesium contamination are characteristic of surface waters of the Sea of Japan.
Weak water exchange results in a gradual radionuclide accumulation in this water area. Contamination
of adjacent water areas is insignificant; concentration fluctuations are within technogenic isotopes global
background in the marginal seas of the Pacific Ocean. To reveal more complete information on '*’Cs
distribution in Far Eastern seas, additional studies with more initial data are required.

This work was carried out within the framework of IBSS government research assignment “Molismological
and biogeochemical fundamentals of marine ecosystems homeostasis” (No. AAAA-A18-118020890090-2).
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akBaropun Tuxoro okeaHa B paiioHe moxyocTpoBa KamuaTka, a Takxe B 3amagHoi 9acty bepunrosa
mops. Kornenrpammio 37 Cs B mpo6ax MOpPCKOi BOJIbI OTIPe/IEIsTH COPOIOHHBIM METOJOM C UCTIOb-
30BaHMEM JBYX ITOCJIEA0OBATEIFHO COSAMHEHHBIX aICOPOEPOB C MOCIEYIOIINM U3MEPEHUEeM COIepxKa-
aust B37Cs o raMMa-u3Jy4eHHIO JIOUYEPHETO paTHOHYKIIHIA 137mB,. AP pekTUBHOCTH COPOIUY OLICHU-
BaJIM 110 pa3HUIle aKTUBHOCTEN Ha IEPBOM U BTOpOM ajicopOepax. [IpoBe€H cpaBHUTENbHBIA aHATH3
YPOBHe# 3arpsi3HeHU s UCCIIeIyeMbIX aKBATOPHIA. Y CTaHOBJIEHO, YTO 00bEMHAS AKTUBHOCTD 137Cs B 10-
BEPXHOCTHO# Bojie SITOHCKOro Mops BaphipoBana B npeenax ot (2,9 + 0,1) mo (5,1 + 0,3) Bk-mM~>,
B OxotckoM mope — ot (1,8 + 0,1) mo (2,3 £ 0,1) Bk-M~, B bepunrosom mope — ot (1,7 + 0,1)
oo (3,1 £0,1) Bk-M—3. MakcuMalbHbIe KOHIIEHTPALIUU 137Cs ormeuens! B SIoHCKOM Mope, YTO MO-
KT OBITh CBSA3aHO C €r0 U30JIMPOBAHHOCTHIO OT JPYIMX aKBATOPHIA U C HAIMYMEM BTOPUYHBIX HCTOY-
HUKOB IMOCTYIUICHUSI PAJUOHYKJIUIOB. B 11e710M 3arpsi3sHeHre MPUIIETaoNX aKBATOPUIA HE3HAUUTEITh-

HO; (hJIYKTyalli KOHLIEHTPALIUI MTPOUCXOIAT B Mpeesiax r100aibHOro (poHa TEXHOTEHHBIX M30TOIOB
B OKparMHHBIX MOpsIX TUXoro okeaHa.

Kmouesslie cioBa: '37Cs, KOHIEHTpaIMs, MOPCKAs BOJIA, JA/IbHEBOCTOUHBIE MOPSI
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Ability of natural yeast strains to grow in conditions of high concentrations of heavy metal and ra-
dionuclides salts was studied. More than 500 strains were tested for resistance to salts of heavy metals
(U, Cs, Sr, Ni, Ar, Cu, Cd, and Co) and to elevated temperature (t) (+37...+52 °C). Most
of the strains tested were resistant to one or more selective factors. Combinations of (t, Cd, Cu, Co)
and (Cd, Cu, Co) occurred with the highest frequencies: 36 and 26 %, respectively. Ability of isolated
strains to grow in the presence of high concentrations of radioactive isotopes Cs and Ni and to bind
them with high efficiency was established. The results showed the possibility of potential using
of libraries of natural microorganisms for disposal of both radionuclides and heavy metals, which
are the main pollutants of natural and anthropogenic objects, as well as the possibility of using of iso-
lated and tested strains of microorganisms for concentrating metals from low-grade ores or mining
industry waste. Phenotypes diversity revealed indicates probable existence of several mechanisms
of resistance to high heavy metals concentrations.

Keywords: natural yeast strains, adaptation, heavy metals, radioisotopes '*’Cs and ®*Ni, bioremediation

Activity of industrial enterprises, especially metallurgical, mining, and nuclear ones, inevitably re-
sults in discharge of pollutants into the environment and in deterioration of ecosystems due to heavy
metals accumulation in them [24]. For this reason, increasing attention has to be paid to potential health
hazards caused by the presence of this type of pollutants in the environment. Their removal requires
applying of economical and effective methods, and this leads to development of new technologies [24].
Disposal, ion exchange, and electrochemical and/or membrane processes are widely used for industrial
wastewater treatment. However, application of these processes in some cases is impossible due to techni-
cal or economic reasons [ 12]. The search for new technologies for the removal of toxic metals from liquid
waste leads to biosorption methods based on ability of various biosorbents, including microorganisms,
to bind metals. Microorganisms in the environment play the main role both in elements circulation in na-
ture and in formation of sedimentary rocks. They also affect geochemical properties of groundwater
due to modification and transport of organic and inorganic pollutants [11]. While organic pollutants

“The materials of the article were presented at the Readings in memory of Academican G. G. Polikarpov “Radiochemoecology: Progress and Prospects”
(Sevastopol, IBSS, 2019).
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can be decomposed to CO, and water [17 ; 25], radionuclides can be only immobilized. When develop-
ing bioremediation methods, it has to be taken into account that at low concentrations many metals can
play an important role in metabolic processes, but at high concentrations they often become toxic.

Biosorption is considered a way not only to remove toxic metals from solutions but also to obtain pre-
cious metals. Thus, the binding of heavy metals, including radionuclides, requires the search for microor-
ganisms that both sorb metals selectively and remain viable in the presence of radioactive contamination
with a level of volumetric activity up to 370 kBq-mL™, as in technological waste [8]. It can be assumed
that microorganisms with such properties can primarily live in natural and technogenic environments
under conditions being extreme for their existence, as in the Kamchatka Peninsula and the Kuril Islands
areas, as well as in technological waters of reactors, in water treatment systems of industrial enterprises,
and in storage lakes of liquid technological waste from radiochemical plants.

The aim of this work was to study the possibility of using the collection of microorganisms for sorp-
tion of various heavy metals and radionuclides. The microorganisms were collected by the employees
of the Petersburg Nuclear Physics Institute named by B. P. Konstantinov in the Kamchatka Peninsula
and the Kuril Islands.

MATERIAL AND METHODS

The study was carried out using a collection of microorganisms (over 2000 yeast and yeast-like fungi
strains) collected by the employees of the Petersburg Nuclear Physics Institute named by B. P. Konstanti-
nov during expeditions to areas with geothermal activity (Kamchatka Peninsula; Kunashir and Iturup is-
lands of the Kuril Chain). Initial substrate used for isolation of microorganisms was living plants (flowers,
fruits, bark, leaves, and roots) and their fallen parts, as well as soil and insects. Samples were collected
on volcanoes slopes, in valleys along rivers and streams, near hydrothermal vents, and inside active zones.

To identify natural strains from material canned, filters were transferred to Petri dishes with
a dense enriched medium D (YPD; 2 % glucose; 1 % peptone; and 0.5 % yeast extract); from there,
as the colonies grew at room temperature, the cells were inoculated again onto the dense D-medium
by a streaking technique. Dishes with yeast-like fungi colonies were tested under a binocular magnifier
and identified by morphological characteristics: color, shape, size, and surface character. Taxonomic de-
termination was carried out using the method described in species guides [7 ; 13]. Not only the species
name but also the numbers according to the collection catalog are given (indicated in the parentheses).
The collection consists mainly of unicellular fungi that can exist in the medium containing fairly high
levels of ions of almost all metals.

Sensitivity of fungi strains to high uranium concentrations was determined by the replica
method [2] on dishes with agar and the nutrient D-medium containing 10, 120, and 150 mmol-L™!
of Z8UO,(CH;CO0),.

Selection of strains being resistant to high Ni content was carried out on dishes with a concentra-
tion gradient of nickel chloride. Nutrient agar was poured into sterile Petri dishes and left to cool down
at an angle. After cooling, agar with the metal tested was inoculated (in this case, it was 10 mmol-L™!
of Ni). To evaluate nickel binding efficiency by the strains isolated, radioactive isotope ®Ni was
subsequently used.

Selection of fungi strains capable of growing in the presence of Cs* ions was carried out at var-
ious concentrations of stable cesium in the form of chloride (CsCl). So, a solution of 1 mol-L!
of CsCl was prepared and added to the nutrient D-medium with agar so that final cesium concentration
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was 10, 50, or 100 mmol-L™%. Cell cultures were inoculated onto agar surface by a streaking technique;
dishes were placed in a thermostat at +30 °C. Only the strains, being well-growing at maximum Cs*
ions content, were used. In addition, from the strains selected, we used only those, that could grow
in dishes containing CsCl and SrCl, at concentrations of 100 mmol-L!, i. e. were tolerant to several
metals. Resistance was determined by the replica method.

Sensitivity of the strains selected to gamma irradiation inactivating effect was determined using
an “Issledovatel” setup (*°Co) at a dose rate 100 Gy-min™".

To study the ability of free cells to bind radioactive '*’Cs or ®Ni, cells from a culture, grown to a sta-
tionary phase in the D-medium, were inoculated onto fresh D-medium in a ratio 1:100; then either
137Cs was added to 110 kBg-mL™ or ®*Ni was added to 111 kBq-mL™. As they grew, two samples
of equal volume (0.5 mL) were taken in parallel from each culture, transferred to 1.5-mL Eppendorf
tubes, and deposited at 10,000 rpm for 10 minutes.

Amount of '’Cs or ®Ni in deposit and supernatant was determined using a Beckman
LS 6500 counter (USA).

Efficiency of cesium or nickel radioactive isotopes binding by cells was determined as a percentage
of the ratio of radioactivity in the deposit to the total sample radioactivity.

Efficiency of nickel binding by cells was optimized by changing glucose concentration in the growth
medium.

For each strain, at least three independent experiments were made, according to which the mean
value (see Fig. 3, Fig. 4, Fig. 5, and Table 1) and the mean standard error of a small sample were
determined (Table 1).

RESULTS

Totally 2107 strains were isolated and microbiologically purified from the material collected. About
100 strains were identified. Among them, there were representatives of 21 species: Candida haemu-
lonii, Candida sake, Candida sorbosivorans, Cryptococcus albidus, Cryptococcus hungaricus, Cryptococ-
cus laurentii, Debaryomyces hansenii, Pichia farinosa, Rhodotorula aurantiaca, Rhodotorula glutinis,
Rhodotorula minuta, Rhodotorula mucilaginosa, Phaffia rhodozyma, Saccharomyces cerevisiae, Toru-
laspora delbrueckii, Tremella foliacea, Sporobolomyces roseus, Metschnikowia reukaufii, Sporidiobolus
salmonicolor, one representative of the genus Bullera, and one — of Trichosporon. Representatives
of three classes were identified: Ascomycota, Basidiomycota, and imperfect yeast. The most common
species were Cryptococcus albidus (20 strains) and Debaryomyces hansenii (7 strains). There are candi-
dates for new species. About 100 yeast lines were isolated from a usual habitat on the Sakhalin. Species
diversity revealed mainly corresponds to the data obtained when studying species composition of yeast
living in the northern latitudes of Western Siberia and Alaska [21].

More than 500 strains were tested for resistance to salts of heavy metals (U, Cs, Sr, Ni, Ar,
Cu, Cd, and Co) and to elevated temperature (t) (+37...4+52 °C). Testing strain sensitivity to ura-
nium salts is shown in Fig. 1. Strains being sensitive to low uranium concentrations were neither used
nor identified further. The greatest resistance was shown by representatives of the genus Rhodotorula.
Clones of Rhodotorula minuta (KI-20-1a) were also nickel-resistant. Totally 72 % of the strains tested
were resistant to one or more selective factors. The most frequent combinations were (t, Cd, Cu, Co)
and (Cd, Cu, Co): 36 and 26 %, respectively.
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Fig. 1. Testing yeast strains sensitivity to uranium
salts (10 mmol-L™!):

1 — unidentified strain;

2 — Rhodotorula mucilaginosa (KI-20-4) strain;

3-5 — unidentified strains;

6 — Phaffia rhodozyma (KI-54-1) strain;

7-11 — unidentified strains;

12 — Candida sake (KI-38-2) strain;

13—17 — unidentified strains;

18-19 — separate clones of Candida haemulonii
(KII-29-2a) strain;

20-24 — Rhodotorula minuta (KI1-20-1a) strains;

25 — clone of Candida haemulonii (KII-29-2a) strain

Totally 30 strains with various resistance signs were tested for their ability to grow in the pres-
ence of non-radioactive ¥’Sr (as oxide) and '*3Cs (as cesium chloride). Strains capable of grow-
ing at high cesium concentrations (up to 100 mmol-L™!) were isolated. The representatives
of the species Rhodotorula minuta (KI1-17-5-1) and Rhodotorula mucilaginosa (KI-215-4) were the most
resistant ones.

Nickel-resistant strains were selected among strains being resistant to several metals (Fig. 2). Clones
of Sporobolomyces roseus (C26-2-1) and Candida haemulonii (KII-29-2a) strains showed high resistance
to nickel (up to 5 mmol-L™!). They were also resistant to uranium sals.

Fig. 2. Testing yeast strains sensitivity to nickel salts:
1-3 — clones of Sporobolomyces roseus (C26-2-1)
strain;

4 — Pichia farinosa (KI-174-4a) strain;

5 — Pichia farinosa (KI-6-7a) strain;

6 — Debaryomyces hansenii (KI-126-1a) strain;

7 — Saccharomyces cerevisiae X1l strain, diploid;

8 — Candida haemulonii (KII-29-2a) strain

Sensitivity of the strains selected to “acute” ®°Co y-irradiation is shown in Fig. 3 in comparison with
that of Saccharomyces cerevisiae X1l; strain. Among them, there are strains both more and less sensitive
to y-irradiation, being characterized with DMF (dose modification factor at the level of Ds;7) 0.7 to 1.15.
Rhodotorula minuta (KI-17-2) isolate appeared to be the most radioresistant one.
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Fig. 3. Survival (IgS) of strains, selected
for testing '¥’Cs binding effectiveness, after
“acute” ®°*Co y-irradiation:

1 — Rhodotorula minuta (KII-110-3) strain;

2 — Rhodotorula minuta (KI-20-1a) strain;

3 — Rhodotorula minuta (KI-17-2) strain;

4 — Rhodotorula minuta (KI-17-5-1) strain;

5 — Rhodotorula mucilaginosa (KI1-215-4) strain;
6 — Saccharomyces cerevisiae XII; strain

SO W

N

Dose, kGy

The strains obtained were tested for their ability to grow in a medium with radioactive isotopes, in par-
ticular '¥’Cs at a concentration up to 110 kBq-mL™, at different temperature and pH values, and when
grown in different growth media. Several strains of the genus Rhodotorula have shown the ability to bind
137Cs with efficiency 80-90 % (Fig. 4).

100

[os]
o

Fig. 4. Efficiency of '37Cs binding by free cells
from growth medium at pH ~ 6 during growth:
1 — Rhodotorula minuta (KII-110-3) strain;

2 — Rhodotorula minuta (KI-20-1a) strain;

3 — Rhodotorula minuta (KI-17-2) strain;

4 — Rhodotorula minuta (KI-17-5-1) strain;

5 — Rhodotorula mucilaginosa (KI1-215-4) strain;
6 — Escherichia coli AB1157 strain
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It follows from the results obtained (see Fig. 4) that when grown for 400 h, yeast-like fungi
Rhodotorula minuta and Rhodotorula mucilaginosa bind *’Cs much more efficiently than bacteria
Escherichia coli.

Efficiency of ®Ni binding, as that of '*’Cs before, was determined in percent — as a ra-
tio of the radioactivity of cells deposited by centrifugation to the total activity of deposit
and supernatant (Fig. 5).

It was found that Rhodotorula glutinis and Sporobolomyces roseus strains show fast kinetics of ®*Ni
accumulation, while Rhodotorula mucilaginosa and Rhodotorula minuta after a long growth are char-
acterized with a maximum binding percentage (~ 95 %), significantly exceeding this of Saccha-
romyces cerevisiae. To increase nickel binding efficiency by the strains tested, glucose was added
to the growth medium with a concentration varying from 2 to 10 % (Table 1). Rhodotorula glu-
tinis and Rhodotorula mucilaginosa responded positively to the additional energy source, binding
up to 96-99 % of the metal.
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S 60 / 8 1 — Rhodotorula glutinis (K1-216-4) strain;
5 B ; 2 — Rhodotorula mucilaginosa (KI-20-4) strain;
g J > 3 — Cryptococcus albidus (KII-111-24) strain;
2 40} 7 4 — Cryptococcus albidus (KII-III-19) strain;
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) 8 — Candida haemulonii (KII-29-2a) strain
O L 1 L 1 L 1
0 50 100 150

Time, hours

Table 1. Efficiency of ®Ni binding (%) by free cells from growth medium at different glucose
concentration

Strain Time, h Glucose concentration, %

2 5 10

0 0 0 0
8 5.1+0.5 9.6+0.9 13.94+£0.5
Rhodotorula glutinis (K1-216-4) 24 22.440.2 28.240.8 36.44+0.4
48 28.74+0.4 40.64+-0.4 92.240.6
72 24.940.2 50.6 £0.2 96.44+0.7
144 17.9+0.2 86.54+0.4 96.24+0.3

0 0 0 0
8 6.8+0.4 4.64+0.9 14.84+0.6
Rhodotorula mucilaginosa (KI1-20-4) 24 8.7£0.5 17.6+0.2 16.2+0.5
48 36.14+0.7 25.54+0.1 23.0+0.5
72 24.440.5 84.5+1.0 45.74+0.5
144 83.8+0.3 97.7+0.5 99.3+1.6

0 0 0 0
8 3.6+0.7 7.440.5 9.74+0.4
Rhodotorula minuta (KIL-110-3) 24 10.8+0.4 19.8+0.3 26.8+0.4
48 21.740.2 27.940.6 24.54+0.3
72 20.74+0.6 30.14+0.5 37.94+0.6
144 76.1+0.5 65.84+0.2 48.24+0.3

0 0 0 0
8 10.0+£0.7 10.2+0.3 13.5+0.5
Sporobolomyces roseus (C-26-2-1) 24 67.6+0.7 77.94+0.6 63.94+0.6
48 26.44+0.3 454404 31.74+0.2
72 28.54+0.7 29.240.3 40.64+0.1
144 32.0+0.8 31.94+0.3 32.0+0.6
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DISCUSSION

The uniqueness of yeast strains collection of the Petersburg Nuclear Physics Institute named
by B. P. Konstantinov is determined by geographical peculiarity of the sampling sites. On the Kam-
chatka Peninsula, practically isolated from the mainland, there are about 60 volcanoes. Only half of them
are active; however, hydrothermal and mud emissions of different temperature, containing various
natural inorganic compounds, continue functioning on the slopes of extinct volcanoes. The Kuril Is-
lands also abound in areas being characterized with manifestation of various emissions. Therefore,
yeast and yeast-like fungi collected there, i. e. under conditions of constant strong environmental pres-
sure, have to be highly resistant both to physical factors (elevated temperature, increased radioac-
tive background, or increased intensity of UV radiation) and chemical ones (increased concentration
of heavy metals salts and extreme pH values). Among these microorganisms, there might be those
capable of efficiently accumulating ions of highly toxic heavy metals and radionuclides. Rhodotorula
strains isolated by us showed the ability to grow at high concentrations of heavy metals and high ra-
dioactive background. Moreover, they were able to effectively bind these metals, in particular cesium
and nickel.

To date, the main pollutants of liquid low-level waste (hereinafter LLW) are long-lived radionuclides
37Cs (T, = 30.2 years) and *°Sr (T, = 28.8 years). Only now, the problem of environmental protection
has become the main one in the sphere of fissile material production. Obviously, level of costs for solv-
ing waste disposal problems might turn out to be almost the same as for main production processes.
At the same time, to ensure radiochemical plants environmental safety, it is very important to prevent
the risk of radionuclides entering groundwater and their outlet to soil surface. The approaches, currently
being developed in the sphere of bioremediation, include both ex sifu and in situ methods [6 ;22 ;23 ;25],
which makes it possible to find comprehensive solutions for both open storage reservoirs and pools
for storing nuclear fuel.

Any methods of liquid LLW purification from '*’Cs are costly; all is determined by requirements
to water and air quality. Liquid LLW are accumulated in large volumes, and this stimulates the search
for cheap methods of purification from radionuclides and metals. Bioremediation methods, i. e. using
microorganisms for this purpose, are today considered the most promising ones. The strains of natural
yeast of the genus Rhodotorula, isolated by us, showed high '¥’Cs binding efficiency with its activity
up to 110 kBg-mL™.

Besides radionuclides, heavy metals, such as Ni, pose a great environmental hazard. Nickel is the most
common industrial pollutant. Its level in the soil is 3-100 mg-kg"; in tailings from gold mining opera-
tions it is 580 mg-kg™!, and in Tanzania it is 11,200 mg-kg™. In unpolluted and slightly polluted river
waters, nickel concentration usually ranges from 0.8 to 10 pg-dm™; in polluted ones, Ni content amounts
to several tens of mg per 1 dm?>. In seawater, average nickel concentration is 2 pg-dm™, in groundwa-
ter it is ~ 10° pg-dm™. In groundwater, washing nickel-containing rocks, Ni concentration sometimes
increases to 20 rng~dm‘3 [1;3;5].

The most toxic and carcinogenic nickel state is +4. Being catalysts, Ni compounds play an impor-
tant role in blood-forming processes. Its increased concentration has a specific effect on the cardio-
vascular system. Nickel is a carcinogenic element capable of causing respiratory illnesses. It is be-
lieved that free nickel ions (Ni**) are approximately 2 times more toxic than its complex com-
pounds [4]. Nickel excess causes hypoglycemia, asthma, nausea, headache, and nasal and lung can-
cer. The mechanisms of Ni toxicity are diverse; their action ultimately leads to cell membranes
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destruction [9 ; 10 ; 14 ; 15 ; 16]. Again, the strains of natural yeast of the genus Rhodotorula
binding nickel, that were isolated from the ecological niche of extremophiles, seem to be promising
for bioremediation and for production processes.

Using both native and genetically modified organisms is on biotechnologists’ agenda. The results
of this work show the possibility of using natural strains but isolated from extreme living conditions
(they already attract much attention [20]). Further study of extremophilic microorganisms involving
omics technologies [18] will help in optimizing binding mechanisms [19] and stepping towards efficient
cell-free systems.

Conclusions:

. The results obtained show the possibility of potential using a library of natural microorganisms

for disposal of both radionuclides and heavy metals, being the main pollutants of natural and techno-

genic objects, as well as the possibility of using isolated and tested strains of microorganisms
for concentrating a number of metals from low-grade ores or mining industry waste.

. The diversity of phenotypes revealed, namely multiple resistance, indicates that most likely there

are several tolerance mechanisms.
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BBISIBJIEHUE AJTAIITUBHOCTH IPUPO/THBIX IITAMMOB JIPOKKEN
K COJIAM TAKEJIBIX METAJIJIOB U PAJIMOHYKJIAIOB’

]B. II. CrenanoBa \, A. B. Cycaos, U. H. Cycaosa,
E. A. Cyxanosa, b. ®. fIpoBoii, B. H. Bep6enko

[etepOyprckuit uHCTUTYT sinepHOl pusnku uvenn b. 1. KoncrantuHoBa

E-mail: verbenko_vn@pnpi.nrcki.ru

N3yyeHa criocoOHOCTh MPUPOJHBIX MTAMMOB JPOXKEH PACTH B YCIOBHUSIX BBICOKMX KOHIICHTpAIIWI
COJIEH TSDKENBIX METAJUIOB M paaroHyKIuaoB. Cerimie 500 mTaMMOB IpoBEpeHBl HA YCTOMYUBOCTh
K coisaM Tsik€nbix MetawioB (U, Cs, Sr, Ni, Ar, Cu, Cd, Co) 1 k NOBbIIIEHHOW TeMnepaType (t)
(+37...452 °C). Bounbluas 4acTh M3yYEHHBIX IITAMMOB OKa3aJ1aCh YCTONUYMBA K OJHOMY MJIM HECKOJIb-
KHM CeJIeKTUBHBIM (pakTtopam. C MakcuMaibHON 4acToTol — 36 1 26 % — BO3HMKAIOT KOMOMHALIUK
(t, Cd, Cu, Co) u (Cd, Cu, Co) COOTBETCTBEHHO. YCTaHOBJIEHa CIIOCOOHOCTh OTOOPAHHBIX IIITAMMOB
pacTH B YCIIOBUSIX BBICOKOM KOHIEHTPALIMX pagioakTUBHBIX N30TOIOB Cs 1 Ni 1 CBA3BIBATh HX C BBICO-
K01 3ppekTMBHOCTHIO. [loTydeHHbIe pe3yIbTaThl MOKA3aJIH MOTEHIMAILHYIO BOZMOKHOCTh UCIIONB30-
BaHMsI OMOIMOTEKU MPUPOTHBIX MUKPOOPTAHU3MOB TSI OCAXICHHSI KaK PaTHOHYKIIHIOB, TAK U TSIKE-
JIBIX METAJIOB (OCHOBHBIX 3arpsi3HUTENIEN MPUPOIHBIX U TEXHOTEHHBIX OOBEKTOB), 4 TAKKe BO3MOX-
HOCTb PUMEHEHU I BBIICJICHHBIX U U3YUYEHHBIX IITAMMOB MUKPOOPTaHU3MOB JJ1s KOHIICHTPUPOBAHUS
METaJUIOB M3 MJIIOOOOTAIEHHBIX Py WIIM U3 OTXOZI0B A0OBIBAIOIIEH MpoMbIIUIeHHOCTH. OOHapyKeH-
HOe pa3HooOpasue (HEeHOTUIIOB CBUIETETLCTBYET O TOM, YTO CYLIECTBYET, CKOpee BCEro, HECKOJIBKO
MEXaHU3MOB YCTOMYMBOCTH K BBICOKMM KOHIEHTPALMAM TSKEBIX METAIJIOB.

KiioueBble cJI0Ba: NPUPOHBIE IITAMMBI JIPOKIKEH, aJaNTALMs, TAKEIbE METAUTbI, PAJUON30TOMBI
137Cs n %3Ni, 6uopemenuanms

*
Marepuassl cTaThbi ObLTH peJcTaBieHbl Ha UTeHusx namsitu akagemuka I. I'. TTonukaproBa «Paguoskonorusi: ycrexu 1 NepcieKTUBbD
(Cesacronons, IHBIOM, 2019 1.).
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The ability of suspended matter to concentrate mercury may be the prevailing factor in Black Sea pu-
rification. As a result of sedimentation, suspended particles transport pollution from the surface layer
of the water column and, as a consequence, can deposit them in bottom sediments, thus participating
in self-purification of marine area. Suspended matter, as a dispersed phase of an aqueous medium,
considered as a heterogeneous dispersed system, can be more saturated with mercury than water it-
self, as a dispersion medium. In this work, contribution of dissolved and suspended forms of mercury
to its total content was determined, and concentrating ability of suspended matter relative to mercury,
which affects biogeochemical self-purification of waters from mercury, was estimated. All water sam-
ples were separated into filtrate and suspension by filtration through nucleopore filters with a pore
diameter of 0.45 um. Measurements of mercury concentration were carried out using a Hiranuma-1
analyzer by the method of atomic absorption spectrophotometry. Concentration of dissolved mercury
in water was determined per liter, while in suspended matter — per liter and per gram of dry weight.
Prevalence of dissolved form of mercury was revealed regardless of the season, with its percentage
varying from 66.3 to 85.8 % of total mercury concentration. Average content of suspended form var-
ied in the range of 14.2-33.7 % of its total form. Values of the dry weight of suspended matter (mg;)
varied from 0.1 to 15.0 mg-L™! over the entire period studied, and an accumulation coefficient of mer-
cury in suspended matter (K,) varied from n-10* to n-10”. Significant contribution of suspended form
of mercury in sea foam to its total content in stormy weather was established. With dry weight of sus-
pended matter in seawater reaching 9.6 mg-L™, the concentration of dissolved form of mercury reached
55 ng-L™!, and the concentration of suspended one reached 20 ng-L™". In sea foam, the concentration
of suspended sedimentary matter was of 895.2 mg-L™'; mercury concentration reached 200 ng-L™!
in dissolved form and 260 ng-L™! in suspended one. Total mercury concentration in sea foam in this case
exceeded the threshold limit value (100 ng-L™") for seawater. The accumulation coefficient of mercury
in suspended matter (Kss) was 3.8- 10* for seawater and 1.5-10° for foam. Such distribution of mercury
in sea suspension, foam, and water, as well as K, values obtained, may indicate high significance of sus-
pended matter in self-purification of marine area. At a low mercury content in water, the concentrating
ability of suspended matter, characterized by relatively high values of its mercury accumulation coeffi-
cient, becomes a very significant factor in the sedimentation self-purification of waters from mercury;
however, with an increase in water pollution with mercury, the effect of this factor decreases.

Keywords: mercury, suspended matter, sea foam, Black Sea
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Mercury is a substance of the I hazard class and one of the most environmentally significant pollutants
of the Black Sea [14]. As known, at mercury concentration of 0.1 ug-L™, vital activity of unicellular algae
is suppressed [12]. At mercury concentration of 0.018 mg-L™, biochemical processes of self-purification
are inhibited in waters, and at 2.0 mg-L™! they stop [1 ; 4].

Mercury can enter the environment from various natural and anthropogenic sources. Volcanic ac-
tivity, degassing of the Earth’s crust, and evaporation from water surface followed by wind transport
can be considered the main mercury natural sources. With Danube River waters only, mercury in-
flow into the Black Sea is estimated at 48.7-58.9 t-year'1 [16], and its inflow into entire marine area
from other sources — at 80 t-year™! [17]. Mercury anthropogenic sources in the Black Sea include
industrial and municipal wastewater, ship repair facilities, and marine transport.

According to data published, the predominant factor in sedimentary water purification is a con-
centrating ability of suspensions [2 ; 10]. Due to sorption, mercury concentration in suspended mat-
ter can be quite considerable. As a result of sedimentation, suspended particles transport pollution
from the surface layer of the water column and, as a consequence, can deposit them in bottom sedi-
ments, thus participating in self-purification of marine area. In stormy weather (mainly in shallow shelf
and coastal areas), the upper layer of bottom sediments mixes with the bottom water layer; due to biogeo-
chemical cycle, pollution inflows back into the water column. At the same time, surface water of a coastal
water area is intensively filled with suspended sediment and is therefore a qualitatively new convenient
object for studying the processes of self-purification of marine environment from mercury. Dispersed
sedimentary matter, like almost all biotic and abiotic components of marine ecosystems, can be more
saturated with mercury compared to water, considered as a dispersion medium.

The aim of this work was to determine the contribution of dissolved and suspended forms of mer-
cury to its total content and the concentrating ability of suspended matter relative to mercury, as well
as to estimate percentage of mercury accumulation by suspension, which characterizes contribution
of suspended form of mercury to total form in a “suspension — water” system. A data array on mer-
cury content in the Black Sea in 2011-2017 was analyzed, and mercury concentration in sea foam
in 2018 was studied.

MATERIAL AND METHODS

To identify the contribution of dissolved and suspended forms of mercury to total one, published
and unpublished data on mercury content in the Black Sea for 2011-2017 were used [9 ; 10]. Sampling
stations are shown in Fig. 1. Water for the study was sampled during research cruises of the RV “Pro-
fessor Vodyanitsky” (No. 70, 72, 79, 80, 88, 90, 92, 93, 96, 99, and 100), as well as in Sevastopol bays.
In stormy weather in 2018, water and foam samples were taken from the surface layer of the Black Sea
(44°39.167'N, 31°50.445’E).

All water samples were separated by filtration through pre-weighed nucleopore filters with a pore
diameter of 0.45 um into two parts: filtrate and suspension on the filters. Then, the suspension was dried
under natural conditions and again weighed using a Sartorius microanalytical balance with a measurement
error of 0.1 mg. Dry weight of the suspended matter was calculated from the difference between the filter
mass after and before filtration. After that, the filter with the dry suspension was processed according
to GOST 26927 (All-Union State Standard). Measurements of mercury concentration were carried out
by flameless atomic absorption spectrophotometry using a Hiranuma- 1 analyzer. To calibrate it, certified
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standard samples of mercury ion solution GSO 7879-2001 were used. Analysis of several calibration
solutions with mercury concentration of 0.2, 0.4, 0.6, 0.8, and 1 ug-L™" (10 replicates each) showed
a reproducibility of the results with a relative error not exceeding 2 %.

Sevastopel Bay ol

-
bt |

Balaklava Bay

‘; — el = - /"q..
A —
3

- ."n,. -

Fig. 1. Map of sampling in the Black Sea [13]

Concentration of dissolved form of mercury in water was determined per liter, and in suspended
matter — per liter and per gram of dry weight.

To characterize the concentrating ability of suspended matter, the accumulation coefficient

of mercury (K,) was calculated [7]:
~ 1000 - Cy

SS C ’

W

&)

where Cy; is specific mercury concentration in suspended matter (suspended substance), ng-g™;
C,, is concentration of dissolved form of mercury in water, ng-L™".

Dependence of the percentage of mercury accumulation by suspended matter from aquatic environ-
ment on accumulation coefficients (K,) and concentration of suspended matter 10°°B was calculated

by the formula [6]:

K
Al =—T-— (%), 2)
1 KSS_’_10}6B( )

P
here B = —1;
where P

2
P, is mass of dry suspension;

P, is mass of water equal to 10° g;

107®B is suspension concentration in the aquatic environment in parts per million (mg-L™").
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RESULTS AND DISCUSSION

Data for 2011-2017 were analyzed by season and depth. For each data group, average concentrations
of various forms of mercury in ng-L™' were calculated (Fig. 2). The maximum average annual concentra-
tion of total form of mercury was registered in 2014, and the minimum one — in spring of 2012 (Fig. 2A).
The results showed the prevalence of dissolved form of mercury (Fig. 2B) with a variation in its percent-
age in the range of 66.3-85.8 % of total mercury concentration. The average concentration of suspended
form was 14.2-33.7 % of the concentration of its total form.

In this case, the values of the dry weight concentration of suspended matter varied 0.1-15.0 mg-L™!
over the entire period studied.

A B
200 200 - B suspended form of mercury
—_ ---@--- summer .
— Odissolved form of mercury
&0 ----&--- autumn .
= . Q Maximum
- ----A-=- winter ,_:::Q permissible =
; / e - concentration [5]
2 / ~ — 100
g 100 - 2
£
D
=)
g 0
S
s c T2 a2z 1 ]2]
S
= 0
= summer ‘ autumn ‘ winter spring ‘
2010 2011 2012 2013 2014 2015 2016 2017 2018

1 - Black Sea coastal water area

Years 2 - Black Sea deep water area

Fig. 2. A — average annual concentration of total form of mercury in the Black Sea in 2011-2017;
B — average concentrations of dissolved and suspended forms of mercury during different seasons

Fig. 2B shows that in summer, both in coastal and deep-water areas of the Black Sea, the average
concentrations of dissolved and suspended forms of mercury are approximately equal, with total content
not exceeding threshold limit value (hereinafter TLV) for seawater equal to 100 ng-L™!. In other seasons
of the year, for coastal water areas of the Black Sea, the average mercury concentration is comparatively
lower, and for deep-water areas it is much higher. Fig. 2B shows that in spring, the average concentra-
tions of dissolved and suspended forms of mercury, both in coastal and deep-water areas, are higher
compared to those in autumn and winter. An increased contribution of suspended form of mercury to its
total content is also observed, which indicates activation of accumulating ability of the suspension relative
to mercury. This is most likely to be due to spring increase of primary producing ability of biotic compo-
nent of the suspension, in particular phytoplankton, resulting from increasing impact of two factors: heat
and light. The increased concentration of dissolved mercury in deep-water areas of the Black Sea during
these three relatively low-temperature seasons (autumn, winter, and spring), compared to coastal wa-
ters, is most likely associated with the low accumulating ability of suspended matter relative to mercury
and with the corresponding reduced eliminating ability of the suspension to transport mercury by sedi-
mentation from the surface layer to the bottom since it was previously described in literature that total
suspension of surface water in the Black Sea and the Sea of Azov near the Crimean Peninsula is regularly
decreasing from coastal to open deep-sea waters [8].

The prevalence of the values of suspended and dissolved forms of mercury in summer season, both
for coastal and deep-water areas of the Black Sea, over mercury content in coastal waters in relatively low
temperature seasons (autumn, winter, and spring) is most likely associated with an increase in the primary
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producing ability of biotic component of the suspension (mainly phytoplankton) [3] and with a corre-
sponding increase in its eliminating ability to transport accumulated mercury from the surface layer
towards bottom sediments.

Table 1 shows the average values for the entire data array, as well as the ranges of variation of sus-
pended matter specific dry mass in different seasons of the year. The minimum content of suspended
matter was registered in summer (0.99 mg-L™") and winter (0.60 mg-L™") seasons in deep-water areas
of the Black Sea. The maximum average values of suspended matter (mg) were observed in winter
(2.96 mg-L™") and spring (3.90 mg-L™!) periods in Crimean coastal waters.

Table 1. Average values of suspension concentration and specific mercury concentration in suspension
from Black Sea water area in 2011-2017 (figures in brackets indicate ranges of variation)

Season Suspension concentration (my), Specific mercury concentration
Area under study 1 ) . 1 .
of the year mg-L in suspension (Cg), ng-g™ of dry weight
Coastal water area 1.75 30,197
of Crimea (0.3-10) (408-500,000)
Summer
Deep-water area 0.99 53,038
of the Black Sea (0.1-3.1) (4839-320,000)
Coastal water area 1.67 9625
Autumn of Crimea 0.6-7) (614-30,769)
Deep-water area 1.08 23,353
of the Black Sea (0.2-3) (1447-100,000)
Coastal water area 2.96 5144
Winter of Crimea (0.5-14.7) (314-41,667)
Deep-water area 0.60 131,317
of the Black Sea (0.1-3.4) (3333-1,100,000)
Coastal water area 3.90 17,375
. of Crimea (0.5-15) (825-85,000)
Spring
Deep-water area 1.62 10,831
of the Black Sea (0.5-3.6) (2861-26,400)

Based on suspension weight (g-L™") and mercury concentration in it (ng-L™"), mercury concentration
in suspended matter (ng-g™") was calculated (see Table 1). The minimum mercury concentration in sus-
pension was 314 ng-g™! in coastal water area of Crimea in winter. The highest value (1,100,000 ng-g™")
was registered in deep-water area of the Black Sea in winter. Calculated by formula (1), the accumulation
coefficient of mercury in suspended matter (K) varied from n-10° to n-10”.

Fig. 3 shows a graphical depiction of a dependence of change in the accumulation coefficient of mer-
cury in suspended matter (Kg) on its concentration in water (C,,) for different seasons of the year
and water areas. The graph (Fig. 3D) shows that in spring in coastal area of the Black Sea, the val-
ues of K varied with an increase in C,, with a statistical validity of R?> = 0.73. In the deep-water areas
of the Black Sea in the same season, the dependences of K, on C, had a low coefficient of approxima-
tion validity (R? = 0.04). In summer, R? values amounted to 0.01 for coastal water area of the Black Sea
and 0.32 for deep-water area (Fig. 3A). In autumn, this parameter had the value 0.64 for coastal water
area and 0.25 for the deep-water one (Fig. 3B). In winter, R? = 0.01 for deep-water areas of the Black
Sea and R? = 0.50 for coastal water area (Fig. 3C). As a result, the most reliable trends were identified
for coastal waters, with the exception of summer season.
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The dependences obtained (Fig. 3) had a low coeflicient of determination in summer in coastal water
area (Fig. 3A); it was also low in winter (Fig. 3C) and spring (Fig. 3D) in the deep-water area. This in-
dicates different representativeness of the data, as well as different ability of suspensions to accumulate
mercury from coastal and deep-water areas in different seasons of the year. In general, by the approx-
imating dependence in other cases, we can say that with an increase in the concentration of dissolved
form of mercury in water (C,,), concentrating ability of suspended matter decreases.

108 KSS A 107 KSS B
107 e ig ; A o
10¢ A A A - 10 e : g ° &
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105 . A AA R AAA ® AA a4 A Y
104 4 A AA AC | . 104 R o
ne-l- C,, ng-l!
103\HH\HH\HH\HH\HH\HH\HH\“W‘,Hg\ 103\\\\\\\\\\\\\\\\\\\\\\\\\\\\\\\\\\\\\vv\’\\g\
0 20 40 60 80 100 120 140 160 0 20 40 60 80 100 120 140 160
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Fig. 3. Dependence of change of the accumulation coefficient of mercury in suspended matter (K, ) on con-

centration of dissolved form of mercury in water (C,,, ng-L~!) during different seasons (A — summer;
B — autumn; C — winter; and D — spring) and in different water areas

Using formula (2), a dependence of the percentage of mercury accumulation by suspended matter
from marine environment on the accumulation coefficient was calculated (Fig. 4).

According to Fig. 4, the percentage of mercury accumulation by suspension varies with an increase
in K with almost the same statistical validity for different seasons and Black Sea areas, with the exception
of spring season in deep-water area. According to the data obtained, with K > 10%, almost all mercury
is accumulated by suspended matter of seawater, which indicates its high concentrating ability.

The dependence of the percentage of mercury accumulation by suspension on Cy, for different seasons
and water areas has slightly pronounced trends (Fig. 5), with the exception of spring period in the deep-
water area (R = 0.83) (Fig. 5D). Moreover, in all cases, there is a decrease in a ratio of suspended form
of mercury with an increase in the concentration of dissolved form in water, which is in full agreement
with the functional dependence expressed by formula (2).

Previously, when studying the mechanism of foam formation on seawater surface, it was found that
organic matter of seawater transforms from dissolved state into foam and suspension since fragments
of the shells of bursting foam bubbles turn into dispersed particles [11].

In this article, the effect of storm surge on ratio and magnitude of different forms of mercury in water
was investigated. In stormy weather, the concentration of suspended sedimentary matter in seawater
was 9.6 mg-L™!, and in sea foam — 895.2 mg-L™! (Fig. 6).
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Fig. 4. Dependence of the percentage of mercury accumulation by suspended matter (A;, %) on the accu-
mulation coefficient (K) during different seasons (A — summer; B — autumn; C — winter; and D — spring)
and in different water areas

Al! /0
100 - -
m
10 - = m
L [ ] ]
g
1 T T T T T T T T T T T T
0 50 100 150 200 0 50 100 150 200
B summer - coastal water area R2=0.01 © autumn - coastal water area R2=0.57
A summer - deep water area R2=0.61 A autumn - deep water area R2=0.47
Ay, % C Ap, % D
100 100
10 A 10
~ 1
2 Cemgt 0 CyngT
0 50 100 150 200 0 ) 50 100 150 200
® winter - coastal water area R2=0.50 © spring - coastal water area R?=0.39
A winter - deep water area R2=0.37 A spring - deep water area R2=0.83

Fig. 5. Dependence of the percentage of mercury accumulation by suspended matter (A, %) on dis-

solved form of mercury (C,, ng~L‘1) during different seasons (A — summer; B — autumn; C — winter;
and D - spring) and in different water areas
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Fig. 6. A —suspended matter obtained from seawater; B — suspended matter obtained from sea foam

The concentration of dissolved form of mercury in seawater was 55 ng-L™!, and in sea foam it reached
200 ng-L™!, exceeding TLV (100 ng-L™") [5]. Values of suspended form of mercury were 20 ng-L™! in sea-
water and 260 ng-L™! in sea foam (Fig. 7). In this case, the concentration of total mercury in sea foam
exceeded not only TLV for seawater but also standards for bottom sediments (300 ng-L™!) [15]. Mercury
concentration in suspended sediment was 2083 ng-g ™! of dry weight for suspension obtained from seawa-
ter and 290 ng-g”! of dry weight for suspension from sea foam. The accumulation coefficient of mercury
by suspended matter (K,) for seawater was 3.8- 10*, and for foam — 1.5-10%. Such a distribution of mer-
cury in sea foam and water, as well as K, values obtained, may indicate a high concentrating ability
of marine sedimentary suspensions and their high significance in self-purification of marine area.

ng.l—l

500 -

msuspended form of mercury

O dissol form of mer
400 - dissolved fo ° ercury Permisson level

forbottom
300 sediements[15]
Maximum
200 - permissible
concentration for
1 00 sea water[5]
0 T 1
1 2 Sample

Fig. 7. Sample 1 — concentration of total mercury in seawater, ng-L~!; sample 2 — concentration of total
mercury in sea foam, ng-L™!

Conclusion. In the Black Sea, dissolved form of mercury predominates regardless of the season,
with a variation in its percentage in the range of 66.3-85.8 % of total mercury concentration. The ac-
cumulation coefficient of mercury by suspended matter varied from n-10% to n-107; at its values > 10°,
almost all mercury was accumulated by suspensions. At low mercury concentrations in water, the con-
centrating ability of suspensions, due to relatively high K values, is a significant factor in sedimen-
tary self-purification of water, but its effect decreases with increasing water pollution by mercury. Con-
centration of suspended form of mercury makes a significant contribution to total mercury concentra-
tion, especially in sea foam. The redistribution of sedimentary suspended matter into foam can serve
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as a source of mercury remobilization in seawater. Therefore, the limits of changes in the accumula-
tion coefficient can be decisive indicators in self-purification of marine environment. They can be used
to solve the problems of limiting mercury emissions to the Black Sea, which can help in the timely
identification of possible environmental hazard.

This work was carried out within the framework of IBSS government research assignment “Molismological
and biogeochemical fundamentals of marine ecosystems homeostasis” (No. AAAA-A18-118020890090-2).

Acknowledgment. The author appreciates the assistance of the employees of IBSS radiation and chemical

biology department Popovichev V. N., Sidorov I. G., Proskurnin V. Yu., and Paraskiv A. A. in sampling.

REFERENCES

RF No. 552 ot 13.12.2016
resource]. URL: http://www.pravo.gov.ru/

1. Gerlakh S. A. Zagryaznenie morei: diagnoz [Electronic

i terapiya. Leningrad : Gidrometeoizdat, 1985,
263 p. (in Russ.)

. Egorov V. N., Gulin S. B., Ignatov E. L.,
Popovichev V. N., Malakhova L. V., Ploti-
tsyna O. V., Stetsyuk A. P., Artemov Yu. G.
Biogeokhimicheskie i geoekologicheskie as-
pekty zagryazneniya rtut’yu Chernogo morya.
In: Rtut’ v biosfere: ekologo-geokhimicheskie
aspekty sb. tr. I Mezhdunar. simp.,
Novosibirsk, 21-25 Sept. 2015. Novosi-
birsk : INKh SO RAN, 2015, pp. 145-150.
(in Russ.)

. Egorov V. N., Popovichev V. N., Gulin S. B.,
Bobko N. I., Rodionova N. Yu., Tsarina T. V.,
Marchenko Yu. G. The influence of phyto-
plankton primary production on the cycle
of biogenic elements in the coastal waters
off Sevastopol, Black Sea. Biologiya morya,
2018, vol. 44, iss. 3, pp. 207-214. (in Russ.).
http://doi.org/10.1134/S1063074018030057

. Laperdina T. G. Opredelenie rtuti v prirodnykh
vodakh. Novosibirsk : Nauka, 2000, 222 p.
(in Russ.)

. Ob utverzhdenii normativov kachestva vody

[accessed 10.12.2018]. (in Russ.)
Polikarpov G. G. Radioekologiya morskikh
organizmov. Moscow Atomizdat, 1964,

295 p. (in Russ.)

. Polikarpov G. G., Egorov V. N. Marine Dy-

namic Radiochemoecology. Moscow : Ener-
goatomizdat, 1986, 176 p. (in Russ.)

. Popovichev V. N., Stetsyuk A. P. Vzve-

shennoe veshchestvo v akvatoriyakh Chernogo
1 Azovskogo morei vblizi Krymskogo polu-
ostrova (po materialam reisov NIS “Pro-
fessor Vodyanitskii” v 2016-2017 gg.). In:
Pishchevye tekhnologii: issledovaniya, inno-
vatsii, marketing : materialy I Nats. nauch.-
prakt. konf., Kerch, 1-3 Oct. 2018. Simfe-
ropol : Izd-vo SololRich, 2018, pp. 156-158.
(in Russ.)

Stetsyuk A. P. Kontsentratsiya rastvorennoi
i vzveshennoi form rtuti v morskoi pene i vode.
In: Radiokhemoekologiya: uspekhi i perspek-
tivy : materialy chtenii pamyati akad. G. G. Po-
likarpova, Sevastopol, 14—-16 Aug. 2019. Se-
vastopol : IBSS, 2019, p. 42. (in Russ.).

vodnykh ob’ ektov rybokhozyaistvennogo https//d010rg/1021072/978—5—6042938—3—6
Znacheniya’ v tom chisle normativoy 10. Stetsiuk A. P., EgOI'OV V. N. Marine sus-
predel’no dopustimykh kontsentratsii pensions ability to concentrate mercury

vrednykh veshchestv v vodakh vodnykh
ob’ektov rybokhozyaistvennogo znacheniya :
prikaz Ministerstva sel’skogo khozyaistva

depending on its contents in the shelf water
area. Sistemy kontrolya okruzhayushchei sredy,
2018, iss. 13 (33), pp. 123-132. (in Russ.).

Mopckoii buosnorrueckuii xypHain Marine Biological Journal 2020 vol. 5 no. 3


http://doi.org/10.1134/S1063074018030057
http://www.pravo.gov.ru/
https://doi.org/10.21072/978-5-6042938-3-6

Mercury accumulation in suspended matter of foam and water of the Black Sea

83

11.

12.

13.

14.

http://doi.org/10.33075/2220-5861-2018-3- for concerted international action. Ambio,

123-132 1992, vol. 21, pp. 278-286.

Skopintsev  B. A. Ob organicheskikh 15. Neue Niederlandische Liste. In: Altlasten

poverkhnostno-aktivnykh veshchestvakh Spektrum 3/95.

morskoi vody. Meteorologiyva i gidrologiya, 16. Polikarpov G. G., Egorov V. N., Kuleba-

1939, no. 2, pp. 75-79. (in Russ.)

kina L. G., Svetasheva S. K. Contamination

Trakhtenberg I. M., Korshun M. I. Rtut’ Hg dynamics of the Danube River ecosys-
1 ee soedineniya. In: Vrednye khimicheskie tem components. In: Water Pollution Control
veshchestva. Neorganicheskie soedineniya ele- in the Basin of the River Danube : proc. intern.
mentov I-1V grupp : sprav. izd. / V. A. Filov, conf., Novi Sad, 20-23 June 1989. Yugoslavia,
etc. (Eds). Leningrad : Khimiya, 1988, 1989, pp. 67-71.

pp- 170-188. (in Russ.) 17. Zaitsev Yu. P. Impact of eutrophication
Belokopytov V. N. “Oceanographer”: Applied on the Black Sea fauna. In: Fisheries and En-
software for oceanographic surveys. In: Inter- vironment Studies in the Black Sea | A. Ko-
national Symposium on Information Technol- catas, T. Koray, M. Kaya, O. F. Kara (Eds).
ogy in Oceanography, Goa, India, 12—-16 Oct. Rome : FAO, 1993, pt. 2, pp. 63-86. (General
1998. Goa, 1998, p. 79. Fisheries Council for Mediterranean. Studies
Mee L. D. The Black Sea in crisis: A need and Review ; vol. 64).

KOHIEHTPUPOBAHUE PTYTHU
BO B3BEHNIEHHOM BEIIECTBE ITEHBI 1 BO/IBI YEPHOI'O MOPS’

A. II. Cremok

denepaibHBIA UCCIIEA0BATEILCKUH HEHTDP «VIHCTUTYT OMOJIOTHH I0KHBIX MOPe
umvenu A. O. Kosanesckoro PAH», Cepacronons, Poccuiickas ®epepanus
E-mail: alex-ra-777@mail.ru

CrnocoOHOCTh B3BELIIEHHOTO BEIECTBa KOHIIEHTPUPOBATH PTYTh MOKET ObITh TPEBATHUPYIOMIUM (haKTO-
POM B OUMIIIeHUH BOJHOU Toummy Y€pHoro Mopsi. B pe3ynbTate cequMeHTamy B3BEIeHHbIE YaCTHITBI
BBIHOCSIT 3aTrPSA3HEHUS] W3 TIOBEPXHOCTHOTO CJIOSI BOJBI M B UTOT€ MOTYT JIETIOHUPOBATh UX B IOHHBIX
0CaJIkax, yJ4acTBYs TAKUM 00pa3oM B MPOIIeccaXx CaMOOUMIIIEHUsI MOPCKOUM akBaTopuu. B3perieHHOe
BEIIECTBO KakK JaucriepcHasi ¢haza BOJHOU Cpeflbl, paCCMaTPUBAEMOM B KaueCTBE IeTepOreHHON [uc-
NIEPCHOM CHUCTEMBI, MOXET ObITh 00Jiee HACHIIIEHO PTYTHIO, UM cama BoJa KakK JUCIIEPCHOHHAs cpe-
na. B nanHo# pabore orpe/en€H BKJaj PacTBOPEHHOU U B3BelieHHOW opM PTYTH B e€ odiiee co-
JiepKaHve W OllCHeHa KOHIIEHTPUPYIOIIasi CIIOCOOHOCTh B3BEHIEHHOTO BEIIECTBA B OTHOIICHUH PTY-
TH, 00yCJIaBIUBAIONIas OMOTEOXUMHUYECKOe CAMOOYHMINIEHHE BOJl OT PTYTH. Bce mpoOsl BObl pasjie-
N5 Ha (PUIIBTPAT M B3BECh MYTEM MX (DUIIBTpAIK Yepe3 HYKJIEOIOpOBbie (DMIIBTPHI C JUAMETPOM
riop 0,45 MxM. MI3aMepeHus cofepkaHus pTYTU MPOBOIWIIN Ha aHATM3aTOpe «XUpaHyMa- 1» MeTooM
ATOMHO-aOCOPOIMOHHO criekTpodoToMeTprn. KOHIEHTpaIMio pacTBOPEHHONW PTYTH B BOJIE OIpe-
JeJIIM B Tiepecyére Ha JIMTP, a BO B3BEUIEHHOM BEIlECTBE — Ha JIUTP U Ha I'paMM CYXOU Macchbl.
BeisiBnieHO MpeBaMpoBaHME PAcTBOPEHHOM (GOPMBI PTYTH HE3aBHICMMO OT CE€30Ha rojia C BapbHpO-
BaHUEM e€ IPOILIEHTHOTO COoNIepkaHus B Auamna3zone 66,3-85,8 % ot obOmieit (cymMMapHO) KOHIIECH-
Tpanyu pryTH. CpeqHss KOHIEHTpaIws B3BeleHHoW (opmbl coctaBmia 14,2-33,7 % ot e€ obre-
ro copepxanus. IIpn 3TOM 3Ha4eHHs] KOHLEHTPAlUMU B3BELIEHHOrO BellecTBa (M,,,) BapbHUPOBAIM
or 0,1 g0 15,0 Mr-~! 3a Bech ncceOBaHHBI NEpHO, a KOI((HIMEHT HAKOIIEHNS PTYTH B3BEIIeH-
HbIM BelecTBoM (KH,,, ) UIBMEHAIICA B JUalla3oHe OT N 10% non-107. OnpenenéH 3HaUUTETbHBIN BKJIA

*
Marepuassl cTaThbi ObLTH peJcTaBieHbl Ha UTeHusx namsitu akagemuka I. I'. TTonukaproBa «Paguoskonorusi: ycrexu 1 NepcieKTUBbD
(Cesacronons, IHBIOM, 2019 1.).
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B3BEIeHHOW (POPMBI PTYTH B €€ 0o0lIiee coiepkKaHue B MOPCKOY TIeHe, 0Opa30BaHHOM B IITOPMOBYIO
norozty. Tak, NPy KOHLIEHTPALMK B3BENIEHHOTO BEIIECTBA B MOPCKOM Bojie 9,6 Mr-n~! KoHIeHTparms
pacTBOPEHHO# (OPMBI pTYTH NMeNa 3HaueHue 55 Hr-1~ !, a B3semennoi — 20 ur-1~!. B Mopckoii niene
KOHIIEHTPAIUs B3BEIIEHHOTO 0CaI0YHOrO BEIIECTBa cocTaBmma 895,2 Mr-i~!, a KoHueHTpanus pryTn
pocturma 200 ur-n1~!' B pacTBOpéHHOI (opme 1 260 Hr-n~' — Bo B3BemenHoit. Conepkanue oo
(cyMMapHOIi) pTYTH B MOPCKOM TleHe TIPY 3TOM MPEBBIIAIIO TPEIETFHO JIOMYCTUMYI0 KOHIIEHTPAIIUIO
(100 HF-J‘[_I) U1 MOpcKo# Boziel. B manHoM ciyuae KH,, 115 Mopckoii Boabl ObUT paBeH 3,8-10%,
a s nensl — 1,5-103. Takoe pacripenieieHue PTYyTA B MOPCKOU B3BECH, TIeHe M BOJie, a TaKXKe I0-
JIy9eHHbIe 3HAUeHH K03(pPUIMEeHTa HAKOTUICHNS CBUIETENLCTBYIOT O OOJBIION BaXKHOCTH B3BEIIECH-
HOT'O BEIeCTBA B CAMOOYMIIIEHUN MOPCKOW akBaTopuu. [Ipy HU3KOM copiepKaHUM PTYTH B BOJIE KOH-
LIEHTPUPYIOIIAsi CIIOCOOHOCTh B3BEIIEHHOTO BEIECTBA, XapaKTepu3yeMasi OTHOCUTENLHO BHICOKMMU
3HAYCHUsIMU ero K03 pUllMeHTa HAKOTUIEHHUs PTYTH, CTAHOBUTCS BEChbMa 3HAUYUMBIM (paKTOpOM B ce-
JUMEHTAIIIOHHOM CAMOOYUIIIEHUH BOJ] OT PTYTH, OIHAKO MPU MOBBIIIEHUH 3aTPS3HEHUS] BOJ PTYTHIO
BJIMSIHUE 3TOTO (paKTOpa CHUKAETCS.

KuaroueBsble cjioBa: pTyTh, B3BEIICHHOE BEIIECTBO, MOPCKas eHa, YEpHoe Mope
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Evolution of the approach to assessing ionizing radiation effects on living organisms is briefly discussed
in this paper. Using the example of Black Sea hydrobionts, possibility of applying the G. G. Polikarpov
conceptual radiochemoecological model of chronic action zonality of ionizing irradiation dose rates
in nature to assess ecological exposure of technogenic radioisotopes ionizing radiation on aquatic biota
was shown. In applied hydrobiology, this model can serve as the basis for a complex approach in assess-
ing aquatic biota ecological state and its prediction for a wide range of 23*240Pu activity concentration
in seawater. The necessity of combined use of biogeochemical and equidosimetric indicators of ra-
dionuclide behavior in a water area is emphasized. In particular, for predictive dosimetric assessments,
it is important to take into account quantitative characteristics of accumulative ability of Black Sea
hydrobionts and a type of radioelement biogeochemical behavior, reflecting peculiarities of plutonium
biogeochemical migration in a marine ecosystem.

Keywords: assessment of aquatic biota ecological state, Black Sea, biogeochemical migration, redistri-
bution of 2**2%%Py radioisotopes, dose commitments, hydrobionts, G. G. Polikarpov conceptual model

Applied hydrobiology is designed to study consequences of water bodies pollution by technogenic
substances and processes of water quality formation as a result of the influence of ecosystem abiogenic
and biogenic components on redistribution of technogenic substances in water bodies, as well as to offer
scientifically based criteria and approaches for assessing hydrobionts ecological state. This is necessary
for rational use and management of aquatic ecosystems while maintaining environmentally acceptable
water quality, as well as for development of scientific basis for rationing supply of technogenic substances
to water bodies and their separate water areas.

These questions are especially relevant for the Black Sea as an inland sea, anthropogenic impact
on which is great, in particular in coastal areas. The area of the Black Sea drainage basin is more
than 2.3 million km?, and both biogenic and toxic substances come from it, including plutonium
technogenic radioactive isotopes [13 ; 43 ; 44]. The main sources of 2**24°Py in the Black Sea include
global radioactive fallout and emissions after the Chernobyl Nuclear Power Plant (hereinafter NPP)

“The materials of the article were presented at the Readings in memory of Academican G. G. Polikarpov “Radiochemoecology: Progress and Prospects”
(Sevastopol, IBSS, 2019).
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disaster [13 ; 23 ; 44]. As a result of the functioning of nuclear facilities, as well as after accidents,
high activity concentration levels of anthropogenic radioisotopes have already been formed in some
marine areas (the Irish Sea and some Arctic seas) and in freshwater bodies in various regions, including
Eurasia territory (in the Southern Ural and Siberia, in 30-km zone around the Chernobyl NPP,
etc.) [3;8 ;13 ;24 ;25]. In the Black Sea, plutonium activity concentration levels are quite low, but
widespread use of these isotopes in nuclear technologies increases possibility of further radioactive
contamination of marine areas with Pu.

This makes it necessary and urgent to develop approaches for assessing biota ecological state in wa-
ter bodies and separate water areas, based on established patterns of plutonium behavior in aquatic
ecosystems. Such studies are particularly relevant in the post-Chernobyl period, since technogenic ra-
dioisotopes, coming to the Black Sea in low concentrations not causing negative changes in its ecosys-
tems, can be measured using physical methods of research and serve as radioactive tracers of natu-
ral processes [13]. This is a unique opportunity for studying processes and their quantitative charac-
teristics in natural conditions (without violating ecosystems integrity) including migration and redis-
tribution of technogenic radioisotopes in natural Black Sea ecosystems. Long 23*24°Pu half-life pe-
riods give reason to consider plutonium radioactive radiation a component of chronic anthropogenic
factor, which is being formed in the present period because of technogenic human activity. The re-
sults obtained will allow not only assessing current environmental conditions of water areas and conse-
quences of chronic exposure, but also predicting their possible change in case of an extreme increase
in 23%:240Py activity concentration levels in aquatic environment because of accidents or other unplanned
or planned events.

The aim of our work is to consider briefly the evolution of views on the assessment of ionizing
radiation effect on hydrobionts and to evaluate radiation exposure levels from technogenic alpha-emitting
plutonium radioisotopes based on the use of the G. G. Polikarpov conceptual model of chronic action
zonality of ionizing radiation dose rates in nature (hereinafter the G. G. Polikarpov conceptual model)
as a part of a complex approach in assessing aquatic biota ecological state in a wide range of 23%4°Pu
levels in seawater in relation to long-lived plutonium radioisotopes.

The effect of radioactive substances on living organisms is primarily due to ionizing radiation (here-
inafter IR) emitted by a radioactive substance, namely quantity and quality of energy transferred to a liv-
ing object from IR. Therefore, we dwell briefly on the evolution of representations in equidosimetry
for the aim of assessing IR effect on living organisms.

Understanding of dosimetric criteria for assessing IR environmental effect on biota underwent
a number of changes after the entry of technogenic radionuclides into the environment in the mid-
dle of the XX century. Initially, development of equidosimetry for biota was based on devel-
opments in radiation hygiene: human radiation protection. In radiobiology, the question on equi-
dosimetry was relevant from the very beginning of studying IR effect on a living organism.
This is due to the fact that ionizing radiations, having one common property (to ionize a sub-
stance), can be of different types: electromagnetic radiation, charged particles of different masses,
neutral particles, etc. With the same amount of energy transferred per unit mass of living sub-
stances (absorbed dose, D, Gy = J-kg™! [10]), they cause damaging effects of different levels in liv-
ing organisms. Therefore, to assess the effect of different IR types on human body, a concept
of an equivalent dose (H) was introduced in radiation hygiene, in which IR quality was taken into
account through a radiation weighting factor (Wg) [10] (i. e. its relative biological effectiveness
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when exposed to a living organism). The radiation dose commitment to body, depending on IR type,
is estimated as the equivalent dose (H = Wy x D, Sv) or the equivalent dose rate (HR, Sv-day™
or Sv-year™") [10].

How was IR influence on biota assessed initially? In 1977, the International Commission on Ra-
diological Protection (hereinafter ICRP) adopted a concept focusing on human protection. It stated
as follows: if a human is properly protected, then, most likely, other living beings would be sufficiently
protected [35]. Meanwhile, radiobiological research practice did not confirm this point of view. Often
there were situations of complete people absence in a polluted environment, in which radiosensitive
representatives of non-human biota could experience damaging and harmful radiation effects. This de-
pends on intensity of organism interaction with the environment (for example, hydrobionts with aquatic
environment) and on a number of other factors and conditions. Unlike biota, people can actively protect
themselves from IR effect using various means and methods. These include the simplest but effective
means: wearing overalls, respiratory and eye protection, vehicles use, radioprotectors taking, regulation
of the time spent in radioactive pollution zone, etc. As a result, dose formation is not the same for peo-
ple and biota. In many cases, biota representatives receive higher IR doses, while people receive lower
and not dangerous IR doses. After all, only people are able to regulate and to actively reduce absorbed
doses by special countermeasures (prevention and treatment, acceleration of radionuclides elimination
from the organism, consumption of imported food and water, use of special technologies, etc.). Thus,
in the same conditions, biota is exposed to a more intense impact than humans. According to a general-
ization of research results in the accident zone in the Southern Ural in 1957 [1], local people received
doses 10-100 times less than wild vertebrates and higher plants. In the zone near the Chernobyl NPP,
this difference was 30—120 times [15].

While working at the International Marine Radioactivity Laboratory of the International Atomic En-
ergy Agency (hereinafter IAEA) in Monaco (1975-1979), G. G. Polikarpov actively studied the problem
of assessing ecological IR effect on hydrobionts. In 1977, in Italy, at the XX congress devoted to radia-
tion protection, he made a report, in which he first set out his conceptual model of the chronic zonality
of IR dose rates effects on hydrobionts based on a synthesis of the results of his research and world
literature on chronic irradiation effect on biota [39]. Noting the complexity of a unified assessment
of IR effects on aquatic biota, due to different types of radiation, different radiosensitivity of species,
ontogenetic stages of the same organism, different body tissues, and other features of radiation exposure
to biota [33], G. G. Polikarpov proposed to divide the entire range of dose rates into separate zones:
according to the effects (exposure level) they cause in living organisms [39] (Table 1). In this edition
of the model, dose rate scale is presented in rad-year™!.

Five zones with the lower boundary of the last one (Zone of Obvious Impact) of about 400 rad-year™!
(4 Gy-year ') were identified (Table 1). Attention was focused on little knowledge and a need for a broader
study of hydrobionts radiosensitivity to protect them adequately from IR effect.

Since the 1990s, idea of environmental criteria being necessary for sufficient biota protection
has been gaining the status of the official one. In 1991, ICRP concept was supplemented by an assertion
that under conditions where humans are adequately protected, certain species may be exposed to detri-
mental radiation effects [36]. In accordance with IAEA and ICRP recommendations [32 ; 34 ; 49],
the safe dose rate limit of 0.01 mGy-day! (4 Gy-year' rounded up to whole units) has been
adopted for hydrobionts. Its exceeeding leads to negative consequences for biota populations. Ra-
dioecologists started applying the concept of equivalent dose and dose rate to biota using Gy or Sv
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as units [11 ; 13 ; 28 ; 45]. It is significant that radiological conditions of water environment
of the water body, forming a dose rate of 0.00001 Sv-year™ for people drinking this water, cre-
ate a dose rate of 0.03 Gy-year™' in seals in the same water body [6]. In this case, the dose rate
for seals is 3000 times higher than for humans. When assessing dose rate from *C being character-
ized by concentration factor 50,000 for freshwater fish [48], the dose rate of the internal irradiation
of seals due to fish feeding can be estimated at 7.5 Gy-year !. Dose rates being even an order of mag-
nitude lower than this (tenths of Gy~year’1) cannot be considered safe for mammals [6]. The data ob-
tained shows that when each human in a certain area receives permissible IR dose rates from drinking
water, radiosensitive aquatic biota in the water body at the same time is not protected and receives
unsafe IR dose rates.

Table 1. Zones of biological effect of ionizing radiation chronic irradiation in the first edition
of the G. G. Polikarpov conceptual model according to [39]

Zone name Doze rate (rad-year‘]) -
Zone number
(biological exposure level) upper zone boundary

I Uncertainty 4x1073

11 Radiation Well-being 4x107!
I Physiological Masking 5x%10°
v Ecological Masking 4x10?

v Obvious Impact 4x10°

Thus, the studies led to a transition from the anthropocentric approach to biota radiation protec-
tion (there, human protection was put at the forefront as a priority task in nature conservation, con-
sidering man the most radiosensitive species and the most vulnerable one) to an ecocentric approach.
It is based on an eco-ethical worldview and on results of environmental research. This approach encour-
ages each person and the whole society to realize that human as a biological species was born and de-
velops as a part of an integral ecosystem (from local ecosystem to biosphere as a global one) and that
his future depends entirely on ecosystem health and safety [13 ; 37]. Therefore, the focus is on pro-
tection and preservation of the ecosystem: all species of living organisms. Human, being a rational
species, is responsible for preserving life on the planet, ensuring safe development, and biodiversity
conservation in aquatic and terrestrial ecosystems [1 ;2 ; 13 ; 34 ; 37]. It is also important that humans
are not considered the most radiosensitive and most vulnerable species; scientific data on the radiosen-
sitivity of all species and characteristics of dose formation in relation to non-human biota are taken
into account [1 ; 13 ; 16 ; 20 ; 41 ; 42 ; 49 ; etc.]. The eco-ethical approach echoes the biosphere
one, in which biota and humans are considered biosphere elements. To preserve it, a unified assessment
system is needed to ensure safety of humans and aquatic ecosystem inhabitants [7]. ICRP recommenda-
tions of 2007 not only contain proposals on protection of human beings, but also consider “approaches
designed to create principles for proving adequate environmental protection” [14]. Section 8 on envi-
ronmental protection states as follows: “A more understandable, scientifically grounded unified concept
is needed to assess relationships between exposure and dose, dose and effect, and the consequences
of such effects on non-human biota”. An extensive research is needed “to provide pragmatic guidance
in this sphere” [14].

Mopckoii buosnorrueckuii xypHain Marine Biological Journal 2020 vol. 5 no. 3



Application of the G. G. Polikarpov conceptual model of chronic action zonality... 89

To assess IR radiation hazard for biota, being based on the ecocentric approach, equidosimetric
concepts, and generalization of long-term radiobiological and radioecological studies, G. G. Polikar-
pov developed the previously proposed model [11 ; 14 ; 41 ; 42] and formulated a conceptual model
of zonality of chronic IR dose rates in nature: at all living organization levels from a cell to biological
communities and biosphere as a whole (Fig. 1) [11 ; 13]. This model served as a basis for equidosi-
metric analysis of biota ecological state in relation to 2**°Pu in a complex approach of hydrobionts
ecological state assessment [19 ; 20], where the equivalent dose rate (Gy-year™') is used as the value
of dose commitment [11 ; 13]. The use of equivalent dose rate is important in assessing IR environmen-
tal effect levels from those radiation types for which Wy > 1. For alpha-particles emitted by 23*2*0Pu,
Wy = 20 in radiation hygiene [10]. In our work, we used Wy = 20 for hydrobionts, since in the mod-
ern period there is no other valid accepted unified Wy value for alpha-radiation in respect to biota,
although different relative biological effectiveness for different IR types was observed in animals. In ad-
dition, most of data for establishing W in human radiation protection have been obtained in animal
studies [33]. In a review on this subject [31], researchers did not come to a final informed decision,
although they recommended using an average value Wy = 5 for biota populations and indicated that
ranges of Wy changes were 1-10 and 1-20 for deterministic and stochastic effects in biota, respec-
tively. In the studies used in the analysis, Wy value varied in a wider range: 37-150 in publications
of 1966—-1995 and 1-50 in works of 1991-2003 [31]. The absence of accepted reasonable Wy value
in relation to biota is also mentioned in ICRP publication No. 108, dedicated to environment pro-
tection from IR [33]. ICRP publications No. 103 and 108 [14 ; 33] indicate that in this situation,
for biota, in relation to alpha-radiation, Wy = 20 is used, the same as in human radiation protec-
tion. Meanwhile, equivalent doses for biota are expressed in Gy (units of absorbed dose) and equiv-
alent dose rate: in Gy-day™! or Gy-year™!, respectively [14 ; 33]. In this work, the equivalent dose
rate for non-human biota was obtained by multiplying the dose absorbed by Wy = 20 and presented
in Gy-year™.

In the modern period, various approaches to environmental standardization and assessment of biota
ecological state in aquatic and terrestrial ecosystems are being developed. Plenty of research and gen-
eralization methods are used. Bioindication and biotesting, as well as mathematical modeling are ap-
plied; processes of migration and accumulation of anthropogenic substances are studied; effects on or-
ganisms at different biota organization levels (from genetic to biocenotic one) are investigated. An in-
tegral part is the development of approaches for assessing radiation dose commitments to biota
and the equidosimetry use [3 ; 7 ; 9 ; 26 ; 27 ; 31 ; 42 ; etc.]. The ecosystem approach in as-
sessing IR effect on biota is becoming increasingly important internationally [13 ; 29 ; 30 ; 33 ;
38 ; 40 ; 41]. The concept of using both reference biota representatives and a range of accepted
reference (control) dose rates is being developed: the range of derived consideration reference lev-
els (DCRL) in relation to representatives of different taxonomic groups of aquatic and terrestrial
biota [33]. In this case, DCRL is considered Radioactive Dosage Zone, within which stochastic ef-
fects are likely to occur and which separates Background Dose Rate Ranges Zone and Deterministic
Effects Zone. According to data available at the time of the problem analysis (2008), for 12 selected
reference representatives of animals and plants, DCRL Zone, according to preliminary estimates, was
0.1-100 mGy-day™! [33]. Therefore, the equivalent dose rate equal to 10 mGy-day™ (4 mGy-year™),
accepted by G. G. Polikarpov as the lower boundary of Damage to Ecosystems Zone (in accordance
with previously formulated proposals of international organizations [32 ; 34 ; 49]), is still relevant,
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Fig. 1. Correspondence of ionizing radiation dose rate ranges and biological effect levels under chronic
irradiation in the G. G. Polikapov conceptual model with examples of the state of existing contaminated
aquatic biotopes, depending on dose rate level [11 ; 13]

and further research is required to clarify and revise it [33]. This was pointed out by G. G. Polikar-
pov paying attention to early stages of hydrobionts development, which are often more radiosensitive
than adult ones [13].

As a rule, when considering the ecosystem approach, biota radiation protection focuses on the as-
pects of dose assessment and their effects. On the other hand, attention is paid to taking into account
the diversity of structure and functions of ecosystems, their locations, and choice of reference ani-
mals and plants; this is undoubtedly necessary and important and is a very difficult task [12 ; 14 ;
29 ;30 ;33 ; 34 ; 38 ; 40 ; 49]. At the same time, attention is not focused on a role of ecosys-
tem biogeochemical processes and a biogeochemical type of radioisotope behavior in the ecosys-
tem determining the main ways of radioisotope redistribution in a water body. Meanwhile, these
are very significant components participating in formation of radiation dose commitments to biota
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in aquatic ecosystems [4 ; 9 ; 13 ; 16 ; 17 ; 21 ; 22 ; 24 ; 46]. One of the objectives of our
work is to draw attention to consideration of migration aspect in assessing ecosystem ecological state
in relation to IR effect, which source is anthropogenic radioisotopes entering the ecosystem. Signif-
icant results were achieved in this sphere, and a complex approach has been proposed by us to as-
sess ecological status of marine areas in relation to long-lived radionuclides using the example
of 2Py [19 ; 20].

The complex approach is based on the premise as follows: different living organisms may expe-
rience different dose commitments being in the same aquatic environment, as it is seen from the ex-
amples above. Therefore, the complex approach combines assessment of state of aquatic environ-
ment and representatives of different groups of hydrobionts by mutual addition of biogeochemi-
cal [5;16 ;17 ; 18 ; 19 ; 20 ; 21 ; 46] and equidosimetric [13 ; 15 ; 19 ; 20 ; 40 ; 41] as-
pects of radioisotope presence in an aquatic ecosystem (Fig. 2). The biogeochemical approach im-
plies taking into account real quantitative indicators of influence of characteristics and functioning
processes of the ecosystem itself, its components, and physical and chemical features of the pol-
lutant on its redistribution in the water body and, therefore, on the formation of its concentration
in water.

Complex approach to assessing the environmental state of water areas
with respect to radioisotopes
Assessment of aquatic Assessment of aquatic
environment state biota state
Biogeochemical criteria of water areas Equidosimetric criteria
state assessment of biota state assessment
Levels of activity Radioactive Levels Assessment of
concentration of isotope of doze the ecological
radioisotopes in water, | redistribution commitments action level of
biota, sediments fluxes to hydrobionts IR * to biota

Fig. 2. Flowchart of the complex approach to assessing ecological state of water areas (IR* is ionizing
radiation)

The main biogeochemical indicators are radioisotope activity concentration in water and a ratio
of its input and removal fluxes. This ratio forms radioisotope activity concentration in water, and it
should not exceed the permissible radioisotope activity concentration in water and biota (Fig. 3). There-
fore, in order to assess biota ecological state in a water bodys, it is necessary to know permissible activity
concentration (Cpemissivles S€€ Fig. 3) in water, the exceeding of which leads to negative consequences
for hydrobionts populations, and to choose a method for determining the level of IR ecological influence
from this radioisotopes level in water on biota of a water body. These questions can be solved by combin-
ing biogeochemical and equidosimetric aspects of radioisotopes presence in a marine ecosystem within
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the framework of a complex approach to assess hydrobionts ecological state, which is closely re-
lated to migration processes and includes an assessment of the influence of different concentrations
of technogenic substances on aquatic ecosystems biota.

3) F1>F2:

31) CWO< th< Cpermissible

2) F1 = F2: Cw,= Cw, :> 3:2) CWo < CW,> Coermisirer - .
where C . issible — PErmissible activity concentration of

239+4240py in water, the excess of which causes some

ecological negative changes of biota

1) F1 < F2: Cw, > Cw,

3) F1 > F2: Cw,< Cw,

Fig. 3. Flowchart of formation of 2% 249Pu activity concentration levels in water at different ratios of F1
and F2;
F1 is radioisotope input flux;

F2 is radioisotope removal flux from water environment (Bq-m~2-year™! or Bq-m~2-day™!);
Cw is radioisotope activity concentration in water at the initial moment of time (background),

Cw, —at time t (Bq~m‘3)

Determination of biogeochemical indicators is based on the study of migration aspect of pluto-
nium radioecology in the Black Sea: behavior of radioisotopes in a natural ecosystem. It includes
identification of a type of biogeochemical behavior of the radionuclide, determination of its levels
in ecosystem components, assessment of radioisotopes input and removal fluxes from aquatic environ-
ment, and identification of leading mechanisms of these processes [19 ; 20 ; 21]. As a result of long-
term observations in the Black Sea in the post-Chernobyl period, quantitative characteristics of plu-
tonium radioisotopes redistribution in water areas were determined [13 ; 16 ; 17 ; 18 ; 46 ; 47],
which made it possible to establish the pedotropic type of plutonium behavior in the Black Sea.
On the basis of these data, it was determined that plutonium sedimentation flux with suspended mat-
ter into bottom sediments serves as the main removal flux from a water column [5 ; 16 ; 19 ; 47].
The concentration factors (Cr) of 2**24°Pu by biota representatives of different taxonomic groups
of hydrobionts were also determined, being necessary for calculating dose rates of chronic internal
IR irradiation of biota from 23%2*Pu [13 ; 15 ; 17 ; 46]. C; values, along with radioisotope activ-
ity concentration level in aquatic environment, type of radionuclide biogeochemical behavior in a wa-
ter body, and IR quality, play an important role in formation of dose rate level of chronic exposure
in hydrobionts [17 ; 18 ; 19].

As an equidosimetric criterion for assessing IR influence on Black Sea biota, IR equivalent dose rate
was used, with subsequent determination of its ecological exposure level through comparative equidosi-
metric analysis of data on dose rates using the G. G. Polikarpov conceptual model [13 ;40 ;41]. A com-
parative analysis of the ecological state in Black Sea areas and in stagnant water bodies of the 30-km
zone of the Chernobyl NPP in relation to radioisotopes after the Chernobyl NPP accident in terms of ra-
diation exposure levels to biota is presented in Fig. 4. At current 2*****Pu activity concentration levels
in components of Black Sea ecosystems, the dose rates, formed from their IR, do not affect negatively
Black Sea biota. According to the zonality of ionizing radiations effect, the levels of their environmen-
tal action do not exceed the influence being characteristic of the Radiation Well-being Zone. IR dose
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commitments from 23%240Py for molluscs and from a sum of 2>****pu, 37Cs, and *°Sr for different
groups of hydrobionts in the 30-km zone of the Chernobyl NPP exceeded background exposure
levels. According to the G. G. Polikarpov conceptual model, these levels belong to the Physiologi-
cal Masking Zone and the Ecological Masking Zone, and reach the lower boundary of the Damage
to Ecosystems Zone.

The Black Sea Standing ponds in the 30-km zone of the ChNPP
239+240Pu
Phytoplankton Hydrobionts
Zooplankton the sum of radionuclides
Macroalgae Mollusks
Crustaceans 239+240py
Mollusks
water plants
Fish 239+240Py,
2
—_ O
: - 8 5 . 2N
Uncertainty Radlatlpn & t]o Ecologlcal o é,
Zone Well-being S £ Masking g 8
Zone é’,f@ Zone 8 >
S 3
82
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Fig. 4. Assessment of biological effect levels of ionizing radiation of plutonium radioisotopes, as well
as of a sum of the main man-made dose-forming radionuclides (strontium, cesium, and plutonium)
in the post-Chernobyl period

Calculation of dose commitments for Black Sea hydrobionts in a wide range of possible levels
of 239:240py activity concentration in water was performed according to known approaches [13 ; 15 ; 28],
taking into account Wy, = 20 for 23°240Py alpha-particles. The results of equivalent dose rate calculation
are presented in Table 2. They reflect a relationship between the activity concentration of 23%2*°Pu in wa-
ter and the dose rate, and, therefore, the level of IR biological exposure to representatives of different
groups of hydrobionts.

These data also illustrate relationship between biogeochemical and equidosimetric indicators for as-
sessing aquatic environment and hydrobionts state. As it is evident from Table 2, at the same aquatic
environment state with respect to 23%24°Pu levels, the level of these radioisotopes IR effect to different
groups of hydrobionts is different, which is largely determined by accumulation capacity of hydrobionts
in relation to plutonium. There is no doubt, that ontogenetic and radiobiological states of organisms
can modify the lower boundary of the Damage to Ecosystems Zone; it will be refined as knowledge
in this sphere accumulates.
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Table 2. Dose commitments (HR is equivalent dose rate) at different levels of 23*2*OPu activity con-

centration in seawater (Cy, Pu) and concentration factor in regard to 2**?*°Pu (C; Pu); 4 Gy-year™!
(IAEA and ICRP recommended dose rate limit, exceeding of which leads to negative changes in biota
populations) is the boundary of Ecological Masking Zone and Damage to Ecosystems Zone (underlined
in the Table) [32 ; 34 ;42 ; 49]

Groups HR in hydrobionts at different Cy, and C; 23*+?4Pu, Gr-year™!
Cw Pu, Bq-kg™!
of hydrobionts | w PR 0 000001 | 0.08 0.8 8 16 80
f u
Phytoplankton 1-10° 11074 4-10° 4.10! 4.10% 8-107 16-10°
Macroalgae 5.104 1.10° | 4.107! 4.10° 4.10! 8-10! 16-10?
Zooplankton 1-10° 1-1076 4.1072 4.107! 4.10° 8-10° 16-10!
Molluscs 5107 51077 21072 2.107! 2100 4-10° 8-10!
Fish 1-10? 31078 1-1073 1-1072 1-107! 2:107! 4-10°

Summarizing the researches made, we have drawn up (Fig. 5) a general scheme of a complex ap-
proach to assessing water areas ecological state in relation to IR from long-lived radioisotopes [18 ; 19].
This approach takes into account specific biogeochemical characteristics of the ecosystem under study.
First of all, these are biogeochemical sedimentation fluxes, accumulation capacity of ecosystem com-
ponents, and hydrological regime of a water area. The features of the pollutant studied (type of ra-
dionuclide biogeochemical behavior and its physical-chemical and radiological characteristics) also play
an important role. Taking these indicators into account makes it possible to more accurately assess
self-purification capacity of photic layer surface waters (precisely in this particular ecosystem with
respect to the pollutant under consideration). Applying the complex approach allows performing ex-
press assessments of current or expected level of pollutant environmental influence, as well as cal-
culating fluxes of radioisotopes, at which they are formed, and time to reach control concentrations.
Within the framework of the complex approach, it is recommended to use for the regulation a flux
of radionuclides into the water area, avoiding contamination critical levels and preventing negative
effect on biota.

It is also important, in our opinion, that the scheme-algorithm proposed focuses monitoring
or expert studies not only on contamination levels in aquatic ecosystem components, but also
on identifying basic patterns of radionuclide behavior in it. Of key importance are determi-
nation of a type of radionuclide biogeochemical behavior and studying of quantitative charac-
teristics of biogeochemical processes in an ecosystem using radionuclides not only as a sub-
ject, but also as a method of research, i. e. as radioactive tracers. Such a scheme-algorithm
can help in making decisions on the implementation of countermeasures necessary for the water
area under study in case of radiation accidents and incidents and in predicting changes in biota
ecological state.

Thus, based on the results of the study of leading processes determining redistribution of techno-
genic 23%240Py radioisotopes in the Black Sea, as well as taking into account their quantitative charac-
teristics, identified main biogeochemical features of »****Pu behavior in the sea, levels of hydrobionts
accumulation capacity, and received dose commitments to hydrobionts, applicability of the G. G. Po-
likarpov conceptual model was shown as the final link of a scheme-algorithm of current and pre-
dicted estimates of biota ecological state in relation to long-lived radionuclides for a wide range
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Fig. 5. Scheme for assessing biota ecological state (levels of expected ecological effect) in Black Sea
water areas according to biogeochemical and equidosimetric criteria for a wide range of 23*240Pu activity
concentration in water;

F1 — 239240pPy input flux;
F2 — 239:240py removal flux;
Cy — 23*2%0Pu activity concentration in water;
Cw, — background level of Cy; in water;

C

permissible

in hydrobionts populations

— 239.240py activity concentration level in water, exceeding of which causes negative changes

of 2%*20py activity concentration in seawater. Attention was focused on the importance of taking
into account biogeochemical indicators for predictive dosimetric assessments, in particular C¢, quan-
titatively characterizing accumulation capacity of Black Sea hydrobionts and type of radioisotopes
biogeochemical behavior in a water area, as well as reflecting features of plutonium biogeochemical

migration of it.

This work was carried out within the framework of IBSS government research assignments “Molismolog-
ical and biogeochemical fundamentals of marine ecosystems homeostasis” (No. AAAA-A18-118020890090-2)
and “Superposition of physical, chemical, and biological processes in the formation of marine environment quality
and hydrobionts functional state in the Sea of Azov — Black Sea basin” (No. AAAA-A18-118020790154-2).
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B pabote kpaTko paccMOTpeHa IBOJIIONHS TOAX0/1a K OLIEHKE BO3/ICHCTBUSI MOHM3UPYIOLLEH paanualuu
Ha JKMBble OpraHu3Mbl. Ha npumepe 4epHOMOPCKUX ITMAPOOMOHTOB MOKa3aHa BOZMOKHOCTh ITPUMEHe-
HUSI KOHLIENTYJIbHOW PaIMOXEeMOKOJIOTUYECKOH MOJEIA 30HATLHOCTH JEHCTBHS X pPOHUYECKOTO 00-
JIy9eHUs1 HOHM3MpYoImux u3nydennil B mpupoge . I'. [TonvkapnioBa 11t OIEHKH YPOBHS 9KOJIOTHYe-
CKOTO BO3JEUCTBHS HOHM3UPYIOLLETO U3JIyUYeHUs1 OT TEXHOTEHHbIX PaJXON30TOIOB HA BOAHYIO OHOTY.
STa MOJEJb MOXKET CITyKUTh B IPUKJIAAHON T'HAPOOHOIOrUH OCHOBOM KOMILIEKCHOTO IMTOJX0/A B OLIEH-
K€ 9KOJIOTUUECKOTO COCTOSIHMSI BOAHOM OMOTHI M €ro IMPOrHO3a JUTsl MIMPOKOro JUana30Ha KOHLEHTpa-
umii aktusHocTH 23%240Py B Mopckoit Bojsie. TTouépkuBaeTcsa HeOOXOTMMOCTh COBMECTHOTO TIPUMEHe-
HUS OMOTEOXUMHUYECKOTO ¥ 9KBHIO3UMETPHUUECKOTO NIOKa3aTesield MOBEACHUs PaIMOM30TONOB B BOJO-
éme. B wactHOCTH, [I71s1 TPOrHO3HBIX JO3UMETPUYECKHUX OLIEHOK BAaXKHO YUUTHIBATH KOJIMYECTBEHHBIE
XapaKTePUCTUKU KOHIICHTPUPYIOIIEH CIIOCOOHOCTH YePHOMOPCKUX THMAPOOMOHTOB U TUIT OUOTEOXH-
MHYECKOTO MOBEJEHHs PaAN0dJIeMEHTa, OTPAXKAIONIe 0COOCHHOCTH OMOTEOXMMHYECKO MHUTpPALH
IUTyTOHUS B MOPCKOW 9KOCHCTEME.

KaroueBble cjioBa: OlICHKA SKOJOTMUYECKOTO COCTOSTHUSI BOAHOW OUOTHI, YEpHOE MOpe, OMOreoXuMu-

YecKkas MUTpaLMs, epepacipeieenne paaron3otonos 2>2240Pu, 1030Bbie Harpy3KH, THAPOOUOHTSI,
KoHLUenTyanbHas Mogess . T'. [losmkapnosa

¥
Martepuassl craTbi ObLTM HpeAcTaBiaeHs Ha Utennsax namstu akagemuka [. I. [omkapnoBa «PagrosKoJIOrus: yCrnexu u NepereKTUBb»
(Cesacronons, UHBIOM, 2019 1.).
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