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Abstract

Descriptor 9 (D9) of the European Union Marine Strategy Framework Directive refers to the compliance of contaminant
levels in fish and other seafood of a defined marine region or subregion with human health threshold values. This
requires georeferenced samples that are often difficult to obtain when relying on commercial fisheries or programs
designed for monitoring human exposure. The present study examines whether georeferenced samples of blue mussel
(Mytilus edulis) and eelpout (Zoarces viviparus) fillet of the German environmental specimen bank (ESB) can be used in
this context. The suitability of the ESB samples, procedures, and analytical methods is evaluated with respect to D9
requirements. Based on ESB data for the D9 relevant contaminants Pb, Cd, Hg, >4 PAHs, PCDD/Fs, dioxin-like (dl)-
PCBs, and indicator non-dI-PCBs and the potentially relevant substances TBT, PFOS, PBDE, and HBCDD, the Good
Environmental Status for D9 is assessed at the ESB sites in the North and Baltic Seas. The overall evaluation indicates
that ESB samples are suitable for D9 assessment with the limitation that only coastal areas of the North and Baltic Seas
are covered. Over a period of up to 30 years, concentrations of the D9 relevant contaminants were well below the
maximum levels allowed for human consumption.

Keywords Marine strategy framework directive - Descriptor 9 - Biota monitoring - Environmental specimen bank - Blue mussel -
Eelpout
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Marine environments are under massive pressure caused by
anthropogenic exploitation and pollution. This includes pollu-
tion with chemical substances and marine litter, extensive fish-
ing activities, deterioration of the sea floor, e.g., by construc-
tion measures, extraction of minerals, and fishing with ground
nets, and introduction of noise, e.g., by ships, construction,
renewable energy, and tourism (Ban and Alder 2008; Boldt
et al. 2014; Halpern et al. 2008; IOC/UNESCO et al. 2011).
As a consequence, the biodiversity has decreased, fish stocks
have declined, and the resilience of marine ecosystems has
dwindled in many parts of the world (e.g., Caddy and Seijo
2005; Costello et al. 2010; Johnston and Roberts 2009; Lotze
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et al. 2011; Pauly et al. 2005). Acknowledging this, the
European Union has adopted the Marine Strategy Framework
Directive 2008/56/EC (MSFD) (EC 2008a, and its amendment
Commission Decision (EU) 2017/848 (EC 2017a)) that aims at
the conservation and protection of the EU marine waters.

@ Springer


http://crossmark.crossref.org/dialog/?doi=10.1007/s11356-018-2728-1&domain=pdf
http://orcid.org/0000-0002-0940-2140
https://doi.org/10.1007/s11356-018-2728-1
mailto:annette.fliedner@ime.fraunhofer.de

26940

Environ Sci Pollut Res (2018) 25:26939-26956

By 2020, a Good Environmental Status (GES) of the ma-
rine environment shall be achieved whereby the GES is de-
fined as “the environmental status of marine waters where
these provide ecologically diverse and dynamic oceans and
seas which are clean, healthy and productive within their in-
trinsic conditions, and the use of the marine environment is at
a level that is sustainable, thus safeguarding the potential for
uses and activities by current and future generations...” (EC
2008a). This definition implies an ecosystem-based approach
of assessment that considers structure and function of marine
ecosystems (Borja et al. 2013; Walmsley et al. 2017).

To assess the status of the ecosystems, the MSFD re-
quires 11 descriptors (D) that address different elements
of the marine environment. D1 and D4 relate to the state
of the ecosystem, i.¢., its biodiversity and food webs, while
the other descriptors are pressure-related addressing issues
like non-indigenous species (D2), commercial fishing
(D3), eutrophication (DS5), physical loss and disturbance
of the seafloor (D6), hydrographical changes (D7), contam-
ination (D8, D9), marine litter (D10), and energy and un-
derwater noise (D11). Each of these qualitative descriptors
is broken down to quantifiable criteria. In total, 42 criteria
have been specified and standardized methods for monitor-
ing and assessment have been defined (Borja et al. 2011;
EC 2017a).

Descriptors D8 and D9 both deal with contaminants. D8
refers to contaminants in marine water, sediment, or biota
which are assessed against threshold values (i.e., values set
in accordance with Water Framework Directive WFD (EC
2000) and its daughter directives (EC 2008b, 2013a) or, if
not applicable or no value is set under the WFD, values set
by Member States through regional or subregional coopera-
tion) (EC 2017a).

Descriptor 9 focuses on contaminants in fish and other sea-
food for human consumption. The number of contaminants
assessed under D9 is lower compared to D8 and comprises
mainly those for which regulatory levels for foodstuffs are set
under Regulation (EC) No 1881/2006 and its amendments (EC
2006a, 2008c, 2011a, b, ¢c). However, on the basis of risk as-
sessments, Member States can choose to not consider contam-
inants and/or include additional contaminants, for which
threshold values must then be established by the Member
States through regional or subregional cooperation (EC 2017a).

There is a link between Descriptors 8 and 9 (Gago et al.
2014; Law et al. 2010; Maggi et al. 2014; Swartenbroux et al.
2010; Walmsley et al. 2017; Zampoukas et al. 2012, 2014):
Because many contaminants are transferred along the food
web those of concern to marine fish will likely also be of
concern to humans (Fleming et al. 2006). On the other hand,
concentrations exceeding the regulatory levels for food will
probably also affect the ecosystem because food regulatory
levels are usually higher than thresholds for assessing envi-
ronmental pollution (Swartenbroux et al. 2010).
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Monitoring seafood related to human health is different
from monitoring biota for environmental purposes: For the
latter, a high degree of standardization and geographical trace-
ability of the samples are crucial to the derivation of temporal
trends and the assessment of compliance with reference
values. In contrast, monitoring of seafood contamination for
human consumption relies on the edible fraction of a wide
variety of commercially relevant species for which the precise
origin is not relevant and often unknown (Gago et al. 2014;
Swartenbroux et al. 2010). The MSFD, however, requires that
the GES has to be achieved or maintained for a specified
region or subregion. The species monitored in the context of
D9 shall be “relevant to the marine region or subregion
concerned” (EC 2017a) implying that the geographical origin
of the samples should be known.

The MSFD relies on the institutional structures and pro-
grams of existing Regional Sea Conventions to minimize
monitoring costs and efforts, namely on the Convention for
the Protection of the Marine Environment in the North-East
Atlantic (OSPAR 1992), the Convention on the Protection of
the Marine Environment in the Baltic Sea Area (HELCOM
1992), the Convention for the Protection of Marine
Environment and the Coastal Region of the Mediterranean
(UNEP-MAP 1995), and the Convention for the Protection
of the Black Sea (Bucharest Convention 1992).

However, neither OSPAR nor HELCOM have so far de-
veloped indicators for the assessment of the status of fish and
shellfish contamination in relation to human health as required
by D9 (HELCOM 2017a; OSPAR 2017). In Germany, no
marine monitoring programs exist that routinely collect
georeferenced samples of edible fish in coastal waters and
the German Exclusive Economic Zone (EEZ). A systematic
assessment of fish addressing the specific requirements of
MSFD is thus not possible to date. The recent assessment of
the status of the marine environment in German waters under
the MSFD mainly relies on samples from mussels in national
waters and consequently does not fully address the require-
ments of D9 (BMUB 2018a, b).

Against this background, the question arises of whether
other monitoring programs can step in and provide data that
can help assess D9. In Germany, the German Environmental
Specimen Bank (ESB) collects and archives environmental
specimens from defined terrestrial, limnetic, and marine eco-
systems since the mid-1980s (www.umweltprobenbank.de/
en). All samples are analyzed for a set of classical
contaminants (Riidel et al. 2010). Meanwhile, long time series
are available highlighting, e.g., effects of regulatory measures.
Furthermore, the archived samples allow to retrospectively
analyze additional chemicals of concern that come into focus
(e.g., Riidel et al. 2003, 2011). In the North and the Baltic Seas
the ESB routinely collects bladder wrack (Fucus vesiculosus),
blue mussels (Mytilus edulis), eelpout (Zoarces viviparous),
and eggs from sea gulls (Larus argentatus).
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With respect to D9 especially blue mussels and eelpout
may be of interest. All samples are georeferenced and the
archive allows the integration of new contaminants into the
assessment or when time trends are required. However, re-
gardless of the high operating standards of the ESB, it remains
to be proven whether the nature of the samples and their han-
dling and analysis are compatible with the requirements of the
D9 monitoring under the MSFD.

The aim of the present study is to evaluate the suitability of
the ESB samples for D9 assessment and, based on ESB data,
to exemplarily assess D9 in the coastal marine regions of
Germany whereby not only those contaminants are considered
that are currently assessed under D9 but also substances that
may be relevant for D9 assessment in the future.

Material and methods
Sampling sites

The marine sampling sites of the ESB (Fig. 1) are located in
the coastal areas of the Central North Sea (FAO/ICES
Division 27.4.b) and the Baltic Sea West of Bornholm
(FAO/ICES Subdivision 27.3d.24). The sites are clearly
defined and georeferenced and partly extend beyond the one
nautical mile zone. More details are given in Riidel et al.
(2003) and at www.umweltprobenbank.de/en.

The two North Sea (NS) sampling areas are part of the
National Park Wadden Sea, more precisely of the National
Parks and Biosphere Reserves “Lower Saxony Wadden
Sea,” and “Schleswig-Holstein Wadden Sea” that are listed
as UNESCO World Heritage sites. The areas are extensively
exploited by fishery and subject to riverine inputs of hazard-
ous substances via the rivers Elbe, Weser, and Ems.

In the Lower Saxony Wadden Sea (referred to as NS 1), the
sampling site for mussels is located at the outlet of the Jade
bight. Eelpout are fished in the Varel-Mellum Transect which
extends over the entire tideway of the Jade Bight. Both sam-
pling sites are influenced by emissions from agriculture and
industries. Further contaminations stem from dumping and
injection of dredged material from the Weser.

In the Schleswig-Holstein Wadden Sea (referred to as NS
2), mussels are collected in a bay at the north end of the island
Sylt which is part of the Sylt-Romo Wadden Sea. At low tide,
only a small tideway connects the bay with the Sylt-Rémo
Wadden Sea, while about three quarters of the bay are inter-
tidal. Contamination in this area originates mainly from atmo-
spheric deposition. In contrast to the rather protected mussel
sampling site, the sampling area for eelpout is located further
south in the Meldorf Bay that is part of the Germany Bight and
opens to the North Sea. It lies directly north of the Elbe estuary
and is exposed to a large spectrum of contaminants carried by
the Elbe. Eelpouts are fished in the sublitoral areas of gat Piep
that drains the Meldorf Bay.
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Fig. 1 Marine sampling sites of the German Environmental Specimen Bank
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The Baltic Sea sampling site (referred to as BS) for mussels
and eelpout is located in the Bodden National Park of Western
Pomerania which extends along the coast of Western
Pomerania and includes several islands and the peninsula
Fischland/Darf3/Zingst. The national park is part of the world’s
largest brackish water habitat and is extensively used by fish-
ery and tourism.

Both mussels and eelpout are sampled at Darfer Ort, the
northernmost point of the Fischland/Darf3/Zingst peninsula.
The sampling area covers the coastal area up to two nautical
miles off DarB8er Ort. Contaminations in this area stem mainly
from agriculture, atmospheric deposition, and ship traffic.

Sampling and processing

Sampling and processing under the German ESB program is
highly standardized and follows the Standard Operating
Procedures (SOPs) of the ESB (www.umweltprobenbank.de/
en). Sampling and biometric characterization is performed by
the ESB project team of Trier University. The entire process is
accredited according to EN ISO/IEC 17025.

Blue mussels are collected every 2 months at both North Sea
sites and twice per year in the Baltic Sea (June and November).
Directly after sampling, the mussels are weighed and deep-
frozen at <— 130 °C. In the lab, the soft bodies are carefully
removed without allowing the samples to thaw. The respiratory
water and intestinal content remain in the mussel as part of the
sample, whereby the amount of respiration water is recorded
(Paulus et al. 2018) (Table S1, Supplementary material).

Eelpout is sampled once per year in early summer (May—
June) before the mating season to avoid any bias caused by
reproductive activity, e.g., through transfer of lipid-associated
contaminants to the gonads and eggs (Greenfield et al. 2005).
Immediately after sampling, the fish are biometrically charac-
terized and dissected under clean air conditions. The liver and
both skinless fillets are separately deep-frozen at <— 130 °C
(Klein et al. 2018) (Table S1, Supplementary material).

In the laboratory, the tissues are cryo-milled to a homoge-
nous powder and pool samples are prepared. All eelpout fillets
(or livers) and all blue mussel soft bodies sampled in 1 year at
one site are pooled resulting in one annual pool sample per
specimen and sampling site. Aliquots of the samples are
stored in the ESB archive at temperatures below — 150 °C in
an inert atmosphere (from evaporating liquid nitrogen coolant)
to minimize chemical alterations (for details see Riidel et al.
2003, 2010). Since the pollutants covered here are assessed as
persistent, no concentration changes even after long storage
periods are expected under these conditions.

Chemical analysis

Chemical analysis of metals and tributyltin (TBT) com-
pounds was performed at Fraunhofer IME, Schmallenberg.
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Organic compounds were analyzed by Eurofins GfA Lab
Service, Hamburg. All methods are documented in
laboratory-specific SOPs. Both laboratories have imple-
mented quality assurance/quality control (QA/QC) mea-
sures. Table S2a—e (Supplementary material) summarizes
the relevant QA/QC parameters.

Metal analyses follow the SOPs of the ESB (www.
umweltprobenbank.de). Detailed descriptions are also given
in Riidel et al. (2010). Lead (Pb) and cadmium (Cd) were
measured by ICP-MS, mercury (Hg) was determined using a
Direct Mercury Analyzer (DMA-80, MLS, Leutkirch,
Germany). Metal data were not corrected for recovery (no
extraction but digestion of sample material; digestion efficien-
cy confirmed by recovery data of appropriate certified refer-
ence materials).

Trace levels of TBT in current biota samples were ana-
lyzed after digestion, derivatization, and extraction by a val-
idated sensitive SID-GC/ICP-MS method (Species Specific
Isotope Dilution-Gas Chromatography-Inductively Coupled
Plasma-Mass Spectrometry). Details are described in
Radermacher (2015). Samples from years before 2009 were
analyzed by gas chromatography applying an atomic emis-
sion detector (Riidel et al. 2009). TBT data were not corrected
for recovery.

Dioxins and furans (PCDD/F) and polychlorinated biphe-
nyls (PCB) were analyzed by high-resolution gas chromatog-
raphy followed by high-resolution mass spectrometry (HRGC/
HRMS) using the isotope dilution method. Polybrominated
diphenylethers (PBDE), benzo[a]pyrene (B[a]P),
benzo[a]anthracene, (B[a]A), benzo[b,j,k]fluoaranthene, and
chrysene (analyzed together with triphenylene) were deter-
mined by gas chromatography coupled to mass spectrometry
(GC/MS). Quantification was carried out using isotope-labeled
internal standards. Response factors were taken into account
thus considering a correction of data for extraction efficiency.
For more details, see Fliedner et al. (2016).

Hexabromocyclododecane (HBCDD, reported here as
sum of «-, (3-, and y-diastereomers) and perfluorooctane
sulfonic acid (PFOS) were analyzed by means of liquid
chromatography coupled to mass spectrometry (LC/MS-
MS). Quantification was carried out using isotope-labeled
internal standards. Response factors were taken into ac-
count thus considering a correction of data for extraction
efficiency. For more details, see Fliedner et al. (2016).

Quantification of the target compounds included the use of
either internal or external standards. If available, isotope-
labeled standards were applied. During extraction, clean-up
and measuring method blanks were analyzed in parallel to
each batch of samples (at least one method blank per 12 sam-
ples). Precision and accuracy were monitored along with each
batch of samples by analyzing in-house QA matrix samples,
sample material of previous interlaboratory proficiency stud-
ies, or certified reference material.
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Data treatment

In accordance with the MSFD (EC 2008a) and Reg. (EC)
No.1881/2006 (EC 2006a), all data are expressed on a wet
weight (ww) basis. Concentrations of PCDD/Fs and dlI-
PCBs are given as “WHO toxicity equivalents” (TEQ) that
combine the toxicity of a defined set of dioxins, furans, and
dioxin-like PCB (Van den Berg et al. 2006). Data are
expressed as upper bound concentrations, i.e., the calculation
includes the respective concentrations of the limits of quanti-
fication (LOQs) for congeners below or equal to the limit of
quantification (LOQ).

Differences between contaminant concentrations at dif-
ferent sites were compared using the Mann-Whitney test
(VassarStats 2018, http://vassarstats.net/index.html).
Temporal trends were analyzed using the MS-EXCEL-
based software tool “LOESS Trend” (Version 1.1) devel-
oped by J. Wellmitz (German Environment Agency). The
tool fits a locally weighted scatterplot smoother (LOESS;
fixed window width of 7 years) through the annual con-
taminant data followed by tests for significance of linear
and non-linear trend components by means of an analysis
of variance (ANOVA) (Fryer and Nicholson 1999).
Based on the LOESS function and a ¢ test, the tool also
allows to determine the significance of differences be-
tween selected time points and the end of the time series
provided that the time span in between is at least 7 years
(contrast test).

Results and discussion

Consistencies and differences between MSFD
requirements and ESB standards

The suitability of the ESB samples for D9 assessment was
evaluated with respect to the MSFD requirements. Table 1

Table 1

summarizes the main results. More details are given in
Tables S1 and S2 (Supporting Information).

Geographical and temporal scope

D9 monitoring requires that “the temporal and geographical
scope of sampling is adequate to provide a representative
sample of the specified contaminants in fish and other seafood
in the marine region or subregion” (EC 2017a). The ESB
samples cover three coastal regions that are considered repre-
sentative of German coasts. However, the fishing grounds in
the open seas of the EEZ are not covered. With respect to the
temporal scope, the ESB sampling of blue mussels meet the
D9 requirements. In the case of eelpout, the samples are not
representative for the whole year but may be considered as
worst-case scenario with respect to lipophilic contaminants in
fillets because sampling takes place prior to mating season and
thus before body lipids are transferred to the reproductive
tissue (Greenfield et al. 2005).

Species

The MSFD does not predefine the fish or mussel species and
sizes to be analyzed for D9 assessment. The only specifica-
tions are that the species has to (1) be relevant to the marine
region, (2) fall under the scope of Reg. (EC) No. 1881/2006,
(3) be suitable for the contaminants, and (4) be among the
most consumed in the Member States or the most caught or
harvested for consumption. An indicative list with species is
included in Swartenbroux et al. (2010). Zampoukas et al.
(2014) also recommends to consider the ability of the species
to biomagnify specific classes of contaminants and to ensure
that different trophic levels and habitats are represented.
Blue mussels meet all the above mentioned criteria: They
are frequent inhabitants of the German coastal regions and are
commercially exploited for human consumption. The mussels
live attached to rocks, poles, and other hard substrates in

Compliance of blue mussel (Mytilus edulis) and eelpout (Zoarces viviparous) samples from the German Environmental Specimen Bank (ESB)

with requirements for assessing Descriptor 9 of the Marine Strategy Framework Directive (MSFD)

MSFD requirements regarding

Compliance with the MSFD requirements

Remarks

ESB mussels

ESB eelpout

Geographical scope x) (x)
Temporal scope X (x)
Species X (x)
Sampling (x) (x)
Sample processing (x) X

Analyzed contaminants X X

Chemical analysis (x) (x)

EEZ not covered

Worst case for eelpout

Eelpout are not among the most caught or consumed species
Personnel not authorized according to Reg. (EC) No. 333/2007
Breathing water included in mussel samples

ESB method analyzes benzo[b,j,k]fluoranthene and chrysene /
triphenylene as co-elutions

x fulfilled, (x) partly fulfilled, EEZ exclusive economic zone
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intertidal areas. As filter feeders they are exposed to both
water soluble and particle bound contaminants and are there-
fore widely used as bioindicators and chemical pollution mon-
itoring species in coastal waters (review: Beyer et al. 2017).

The suitability of eelpout for D9 assessment is less ob-
vious. Eelpouts are abundant demersal fish in the German
coastal regions. They have low migratory behavior and are
often used as coastal bioindicators for biological and
chemical effect assessments (Hedman et al. 2011;
HELCOM 2017b; OSPAR 2013). However, while they
are a welcome by-catch in commercial fisheries, they are
not specifically fished upon and are not among the most
caught or consumed species in Germany (listed in
Centenera 2014).

Nevertheless, the contamination of eelpout can give an
indication of the contamination of some of the most con-
sumed fish because of similarity of exposure and habitat.
Eelpout feed mainly on bottom-dwelling organisms like
snails, insect larvae, crustaceans, and eggs and fry of
fish. Their trophic level (TL) is around 3.5 which makes
them comparable to, e.g., plaice (Pleuronectes platessa,
TL 3.2) and flounder (Platichthys flesus, TL 3.3; all TL
data according to Froese and Pauly 2017). Like plaice
and flounder, eelpouts live in close contact to the sedi-
ment and are exposed not only to contaminants in the
water phase and to bioaccumulated contaminants via tro-
phic transfer but also to substances bound to the
sediment.

The suitability of eelpout for D9 assessment is supported
by data from Karl and Lahrssen-Wiederholt (2009) and Karl et
al. (2010) who analyzed PCDD/Fs, dI-PCBs, and ndl-PCBs in
cod (Gadus morhua) and herring (Clupea harengus) from
georeferenced sites in the North and Baltic Seas: After lipid
normalization levels in eelpout, cod and herring differ by no
more than a factor of 2.

Sampling and sample processing

According to Commission Decision (EU) 2017/848, sam-
pling for the assessment of the maximum levels of con-
taminants (D9) shall be performed in accordance with the
quality standards required in food legislation laid down in
Reg. (EC) No. 882/2004 (regarding the performance of
controls to ensure compliance with feed and food law,
animal health and animal welfare; EC 2004), Reg. (EU)
No. 644/2017 (regarding sampling and analysis for the
control of dioxins, dI-PCBs and ndl-PCBs; EC 2017b),
and Reg. (EC) No. 333/2007 (regarding sampling and
analysis of metals and B[a]P; EC 2007 amended by EC
2011d).

The ESB meets most requirements regarding sampling and
analysis for the control of dioxins, dI-PCBs, ndl-PCBs, and
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metals or has even stricter standards. Details are given in
Tables S1 and S2 (Supporting material).

However, sampling under the ESB is not performed by
officially authorized personnel according to Reg. (EC) No.
333/2007 and Reg. (EC) No. 644/2017, and no controls ac-
cording to Reg. (EU) No. 882/2004 are performed during
sampling and processing.

In the case of blue mussels, it should also be kept in mind
that ESB mussel samples include the breathing water which
accounts for in average 58% of the mussel wet weight at NS 2
and 67% at NS 1 and BS. Accordingly, respective factors of 3
(NS 1), 2.4 (NS 2), and 3 (BS) should be considered when
comparing mussel data with maximum levels (MLs).

Analyzed contaminants and chemical analyses

DO refers to contaminants in fish and other seafood for which
regulatory levels have been set to protect human consumers.
These are heavy metals (Pb, Cd, Hg), PAHs (benzo[a]pyrene,
benzo[a]anthracene, benzo[b]fluoranthene, and chrysene), di-
oxins, furans and dioxin-like PCBs (PCDD/Fs + dI-PCBs),
and non-dioxin-like PCBs (ndl-PCBs).

Currently, all D9-relevant contaminants are covered by the
ESB. The substances are analyzed either in blue mussel or eel-
pout samples (or in both). For PAHs, however, the analytical
method used within the ESB program might lead to an overes-
timation regarding benzo[b]fluoranthene and chrysene to
which the regulatory levels apply (EC 2011c) because the
ESB’s analytical method is not able to distinguish between
benzo[b]fluoranthene, benzo[j]fluoranthene, or
benzo[k]fluoranthene and between chrysene and triphenylene
but can only provide information on benzo[b,j,k]fluoranthene
and chrysene/triphenylene as co-elutions. This should be taken
into account when evaluating the data.

The available ESB data are summarized in Table S3
(Supplementary material). The table also includes information
on additional contaminants that might be of interest for future
assessments.

With respect to chemical analyses, the ESB meets all rele-
vant requirements regarding sensitivity, accuracy, repeatabili-
ty, and reproducibility (Table S2, Supplementary material).
Requirements regarding recovery rates are not necessarily ful-
filled for the analysis of organic contaminants. Nevertheless,
the reliability of data sets concerning the pertained organic
contaminants is checked and ensured within each batch of
samples by analyzing in-house QA matrix samples, sample
material of previous interlaboratory proficiency studies, or
certified reference material.

For PAHs, the analytical method used within the ESB-
program might lead to an overestimation regarding
benzo[b]fluoranthene and chrysene because additional sub-
stances are determined (i.e., benzo[j]fluoranthene,
benzo[k]fluoranthene, and triphenylene).
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D9 assessment based on ESB data

Annual pool samples of blue mussels and eelpout are rou-
tinely analyzed for the D9 relevant contaminants. Fairly
long time series dating back to the 1990s are available
for heavy metals, Y4 PAHs and B[a]P in mussels and for
Pb, Hg, and ndI-PCBs in eelpout (Table S3, Supplementary
material). PCDD/Fs + dI-PCBs are currently only deter-
mined in eelpout, and time series are relatively short com-
prising every second year between 2003 and 2015 as well
as 2016 and 2017.

With respect to contaminants potentially subject to D9 as-
sessment, TBT, and the WFD priority substances PFOS,
PBDE, and HBCDD are included in the present study. For
TBT in eelpout and mussels, the available time series end in
2013 (Radermacher 2015). PFOS, PBDE, and HBCDD data
have so far been analyzed in archived eelpout samples from

Table 2 Contaminant concentrations in blue mussel and eelpout from
the North Sea/ESB sampling site NS 1 (Lower Saxony Wadden Sea;
FAO/ICES Division 27.4.b). White fields: D9 relevant contaminants;
light blue shading: consideration of breathing water (measured

every second year between 2003 and 2015 as well as in sam-
ples from 2016 and 2017 (Table S3, Supplementary material).

Tables 2, 3, and 4 summarize the contaminant levels in blue
mussels and eelpout fillet.

Concentrations in the last year of sampling are given as
calculated values (derived from the trend line) and as mea-
sured values. In some cases, these values differ significant-
ly (e.g., for TBT by factors of 3.6 and 4.8 in mussels from
NS 1 and NS 2, respectively, and for B[a]P by a factor of
3.2 in mussels from BS) indicating that the trend function
may not adequately reflect the last year. In these cases,
assessing compliance for the last sampling year should
consider also the measured concentrations. Note that for
>4 PAHs in blue mussels from NS 2, TBT in mussels from
BS, and HBCDD in eelpout from NS 1 and NS 2, the
calculated concentrations are negative and are treated as
“not detected.”

concentration x 3); light green shading: additional contaminants not yet
required for D9 assessment; concentrations for metals are given in
mg kg ', those for PCDD/Fs + dI-PCBs as pg g ' WHO-TEQ, and all
others in ug kg ! (all wet weight based)

Speci- Contaminants Threshold value and Sampling period n range Concentration in last year of
men unit for data assessment
type calculated” measured
Blue Pb® 1.5 mgkg" 1985 - 2016 29 0.129 - 0.402 0.131 0.172
mussel 0.386 - 1.207 0.393 0.516
(soft Cd® 1.0 mgkg" 1985 - 2016 29 0.108 - 0.232 0.114 0.122
body) 0.324 - 0.695 0.342 0.366
Hg® 0.5 mgkg” 1986 - 2016 28 0.017 - 0.054 0.014 0.019
0.050 - 0.162 0.042 0.057
B[a]P? 5.0 ug kg™ 1985 - 2016 29 0.313-2.615 0.214 0.52
0.938 - 7.845 0.642 1.56
Y4 PAHs?® 30 pgkg” 1985 - 2016 29 2.648 - 32.54 4.763 4.763
7.943 - 97.62 14.289 14.289
TBT® 1.1 ug kg™ 1986 - 2013 25 0.582 - 24.26 0.24 0.874
1.746 - 72.79 0.72 2.622
Eelpout | Pb® 0.3 mgkg” 1994 - 2016 22 0.003 - 0.035 0.003 0.004
(fillet) Hg® 0.5 mgkg” 1997 - 2016 20 0.066 - 0.144 0.078 0.098
PCDD/Fs+dI-PCBs® 6.5 pgg’ TEQ 2003 - 2017 9 0.486 - 1.370 1.087 1.370
6 ICES ndI-PCBs® 75 ngg" 2003 - 2017 9 7.270 - 19.90 8.290 10.30
TBT - ugkg” 1994 - 2013 17 5.020 - 22.00 3.627 6.740
PFOS® 9.1 ugkg” 2003 - 2017 9 0.700 - 1.030 0.837 0.706
PBDE’ 0.0085 pg kg™ 2003 - 2017 9 0.057 - 0.227 0.056 0.088
HBCDD® 167 ug kg™ 2003 - 2017 9 0.032-12.10 S 0.032

n number of annual pool samples, 7.s. not significant

#Calculation based on linear trend analysis

#Maximum level for human consumption (Regulation (EC) No. 1881/2006 and amendments)

® Sum of benzo[a]pyrene, benzo[a]anthracene, benzo[b,j,k]fluoranthene and chrysene + triphenylene

© Wet weight Environmental Assessment Concentration (EAC) for mussels calculated from the dry weight EAC of 12 pgkg ' and a mean water content
0f 90.6% in blue mussels from NS 1 during the sampling period

9 Environmental Quality Standard (EQS) referring to protection goal “human health”

®EQS referring to protection goal “secondary poisoning”

¥ Value <0, interpreted as not detected
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Table 3  Contaminant concentrations in blue mussel and eelpout from
the North Sea/ESB sampling site N2 (Schleswig-Holstein Wadden Sea;
FAO/ICES Division 27.4.b). White fields: D9 relevant contaminants;
light blue shading: consideration of breathing water (measured

concentration x 2.4); light green shading: additional contaminants not
yet required for D9 assessment, concentrations for metals are given in
mg kg, those for PCDD/Fs + dI-PCBs as pg ¢! WHO-TEQ, and all
others in ug kg ! (all wet weight based)

Speci- Contaminants Threshold value and | Sampling period n range Concentration in last year of
men unit for data assessment
type calculated” measured
Blue Pb® 1.5 mgkg" 1986 - 2015 27 0.074 - 0.190 0.083 0.097
mussel 0.179 - 0.455 0.1992 0.2328
(soft Cd® 1.0 mg kg™ 1986 - 2015 27 0.081-0.133 0.084 0.089
body) 0.194-0.318 0.2016 0.2136
Hg® 0.5 mg kg™ 1986 - 2015 27 0.015-0.028 0.02 0.015
0.036 - 0.067 0.048 0.036
B[a]P? 5.0pugkg" 1986 - 2015 27 0.050 - 0.693 0.096 0.163
0.120 - 1.664 0.2304 0.3912
>4 PAHs?® 30 ug kg 1986 - 2015 27 1.025 - 16.40 S 1.47
2.460 - 39.37 Y 3.528
TBT® 0.9 g kg™ 2004 - 2013 10 0.120 - 1.428 0.134 0.643
0.288 - 3.428 0.3216 1.5432
Eelpout | Pb® 0.3 mgkg” 1994 - 2016 22 0.002 - 0.011 0.003 0.006
(fillet) Hg® 0.5 mgkg” 1997 - 2016 20 0.076 - 0.124 0.090 0.096
PCDD/Fs+dl-PCBs® 6.5 pgg' TEQ 2003 - 2017 9 0.571-1.010 0.870 1.010
6 ICES ndI-PCBs® 75 ngg’ 2003 - 2017 9 5.720- 16.10 7.704 8.540
TBT - ugkg” 1999 - 2013 12 5.000 - 18.00 12.06 11.43
PFOS® 9.1 ugkg” 2003 - 2017 9 0.202 - 1.000 0.384 0.379
PBDE’ 0.0085 g kg™’ 2003 - 2017 9 0.027 - 0.194 0.038 0.052
HBCDD® 167 pg kg™ 2003 - 2017 9 0.050 - 12.20 Y 0.115

n number of annual pool samples, 7.s. not significant

# Calculation based on linear trend analysis

#Maximum level for human consumption (Regulation (EC) No. 1881/2006 and amendments)

® Sum of benzo[a]pyrene, benzo[a]anthracene, benzo[b,j,k]fluoranthene and chrysene + triphenylene

€ Wet weight Environmental Assessment Concentration (EAC) for mussels calculated from the dry weight EAC of 12 pg kgf' and a mean water content

0f 92.6% in blue mussels from NS 2 during the sampling period

< Environmental Quality Standard (EQS) referring to protection goal “human health”

®EQS referring to protection goal “secondary poisoning”
$ Value <0, interpreted as not detected

North Sea/sampling sites NS 1 (lower Saxony Wadden
Sea) and NS 2 (Schleswig-Holstein Wadden Sea)
—FAO/ICES division 27.4.b

D9 compliance assessment Blue mussels from both ESB
North Sea sites had Pb, Cd, Hg, >4 PAH, and B[a]P
levels well below the maximum allowed concentrations
in fishery products laid down in Reg. (EC) No. 1881/
2006 (amended by Reg. (EC) No. 629/2008, Reg. (EU)
No. 1259/2011, Reg. (EU) No. 420/2011, and Reg. (EU)
No. 835/2011; EC 2006a, 2008c, 2011a, b, c) (Tables 2,
and 3, Figs. 2, and 3). This was still true when the
dilution effect caused by breathing water was considered
(i.e., multiplying the wet weight concentrations by 3 at
NS 1, and 2.4 at NS 2) with the notable exception of )4
PAHs in the early assessment years (1985-1995 and
2000 at NS 1, and 1986 and 1990 at NS 2).

@ Springer

Comparing both North Sea sites reveals that concentrations
in mussels were always higher at sampling site NS 1 in the
Lower Saxony Wadden Sea (Mann-Whitney U test, at least
p =0.02) (Tables 2 and 3, Fig. S1, Supplementary material).

Comparative data are available only for NS 1: The Lower
Saxony State Office for Consumer Protection and Food Safety
report mean metal concentrations of 0.23 mg kg~ ' Pb,
0.11 mgkg ' Cd, and 0.033 mg kg ' Hg in blue mussels form
the Lower Saxony Wadden Sea in 2016 (LAVES 2017,
BMUB 2018a).

The Pb and Cd data fit well to the measured ESB mussel data
from 2016 (i.e., 0.17 mg kg ' Pband 0.12 mgkg ' Cd), whereas
the Hg concentrations in ESB mussels from NS 1 were lower
(i.e., 0.002 mg kg™'). When considering the dilution effect of
breathing water, mussels at NS 1 had higher Pb and Cd burdens
compared to the LAVES mussels (i.e., 0.52 mg kg~' Pb and
0.37 mg kg ' Cd), whereas Hg is still lower (0.006 mg kg ).
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Table 4 Contaminant concentrations in blue mussel and eelpout from
the Baltic Sea/ESB sampling site BS (Bodden National Park of Western
Pomerania; FAO/ICES Subdivision 27.3d.24). White fields: D9 relevant
contaminants; light blue shading: breathing water considered (measured

concentration x 3); light green shading: additional contaminants not yet
required for D9 assessment; concentrations for metals are given in
mg kg, those for PCDD/Fs + dI-PCBs as pg ¢! WHO-TEQ, and all
others in ug kg ! (all wet weight based)

Speci- Contaminants Threshold value and | Sampling period n range Concentration in last year of
men unit for data assessment
type calculated” measured
Blue Pb® 1.5 mgkg” 1992 - 2016 24 0.047 - 0.212 0.062 0.047
mussel 0.141 - 0.636 0.186 0.141
(soft Cd® 1.0 mg kg™ 1992 - 2016 24 0.058 - 0.158 0.065 0.058
body) 0.174 - 0.473 0.195 0.174
Hg® 0.5 mgkg” 1992 - 2016 24 0.002 - 0.005 0.003 0.002
0.006 - 0.015 0.009 0.006
B[a]P? 5.0 ug kg™ 1993 - 2016 23 0.035-1.117 0.011 0.035
0.105 - 3.350 0.033 0.105
Y4 PAHs?® 30 pgkg” 1993 - 2016 23 0.535 - 12.85 0.391 0.535
1.605 - 38.55 1.173 1.605
TBT® 0.6 ug kg™ 2005 - 2013 9 0.111-2.205 3 0.431
0.332-6.615 9 1.293
Eelpout | Pb® 0.3 mgkg” 1994 - 2016 21 0.002 - 0.013 0.002 0.003
(fillet) Hg® 0.5 mg kg™ 1998 - 2016 18 0.026 - 0.044 0.031 0.034
PCDD/Fs+dI-PCBs® 6.5 pgg’ TEQ 2003 - 2017 8 0.327 - 0.558 0.414 0.510
6 ICES ndI-PCBs® 75 ngg" 2003 - 2017 8 1.950 - 4.440 2.880 3.930
TBT - ugkg” 1994 - 2013 16 0.737 - 11.400 0.337 0.925
PFOS® 9.1 ugkg” 2003 - 2017 8 0.487 - 1.100 0.699 0.539
PBDE’ 0.0085 pg kg™ 2003 - 2017 8 0.032 - 0.259 0.026 0.032
HBCDD® 167 ug kg™ 2003 - 2017 8 0.106 - 1.450 0.242 0.370

n number of annual pool samples, 7.s. not significant

#Calculation based on linear trend analysis

# Maximum level for human consumption (Regulation (EC) No. 1881/2006 and amendments)

® Sum of benzo[a]pyrene, benzo[a]anthracene, benzo[b,j,k]fluoranthene and chrysene + triphenylene

© Wet weight Environmental Assessment Concentration (EAC) for mussels calculated from the dry weight EAC of 12 pgkg ' and a mean water content

0f 94.7% in blue mussels from BS during the sampling period

9 Environmental Quality Standard (EQS) referring to protection goal “human health”

®EQS referring to protection goal “secondary poisoning”

¥ Value <0, interpreted as not detected

In eelpout fillets, levels of Pb, Hg, PCDD/Fs + dI-PCBs,
and ndl-PCBs were below the respective maximum levels
allowed in edible fish (EC 2006a, 2008c; EC 2011a) (Figs. 2
and 3).

Since monitoring started in the mid-1990s, levels of Pb
and Hg were similar in eelpout from both North Sea sites.
Only in 1995 and 2001, higher Pb concentrations were
observed at NS 1 (Tables 2 and 3, Figs. 2 and 3, and Fig.
S2, Supplementary material).

The eelpout data are in line with the initial assess-
ment of the German North Sea according to Article 8 of
the MSFD: Concentrations of PCDD/Fs + dl-PCBs in
fillet of cod (Gadus morhua) were below 1 ng kg '
ww in 2007 (i.e., 0.380 ng kgfl; Karl and Lahrssen-
Wiederholt 2009; BMU 2012a) and thus met the thresh-
old value for edible fish. Hg in North Sea fish was also
below the maximum allowed concentration (BMU
2012a).

Temporal trends Trend analysis revealed significant de-
creases (p < 0.01) in metals and PAH contamination of blue
mussels from both North Sea sites (Figs. 2 and 3).
Decreases were more pronounced in mussels from NS 1
indicating that pollution has declined at this site although
it was still higher compared to NS 2 in the last year of
sampling (Tables 2 and 3). For PAH, strong decreases were
observed at both North Sea sites where PAH levels had
been high in the late 1980s and early 1990s. PAH are ubig-
uitous pollutants in the marine environment originating,
e.g., from atmospheric deposition, offshore activities, and
operational or accidental spills from ships (Brockmeyer
and Theobald 2016). Possibly, the stricter regulations
concerning emission and dumping of oil and oily waters
that came into force in 1983 (International Convention for
the Prevention of Pollution from Ships, MARPOL
(1973/1978) and its amendments) resulted in the pro-
nounced decrease of PAHs.
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Cd and Hg concentrations in mussels from NS 2 decreased
slightly but steadily during the monitoring period.
Concentrations between the first and last year differed by only
—23% for Cd and — 19% for Hg. Even though these decreases
may not have a direct environmental impact, the steadiness of
the decreases nevertheless indicates that pollution is declining
in the area.

For eelpout, significant decreases were detected for Hg and
ndl-PCBs at NS 1 and for Pb and ndl-PCBs at NS 2 (at least

Fig. 2 Trends of D9 relevant
contaminants in ESB samples of
blue mussels (soft body) and
eelpout (fillet) from the North
Sea/Lower Saxony Wadden Sea
(coastal region of FAO/ICES
Division 27.4.b). The lines repre-
sent the results of the linear re-

kg
["6’% ‘g 1
0.45 -

NS 1/ blue mussel / Pb

p =0.01). Pb has also decreased in eelpout from NS 1. This
trend, however, was not significant.

In contrast, PCDD/Fs + dI-PCBs increased slightly in eelpout
from both North Sea sites (significant trend, p = 0.01, only at NS
2) (Figs. 2 and 3). So far, we have no conclusive explanation for
these increases, all the more as no respective trends are observed
in sea gull eggs from nearby sites (i.e., island Mellum at NS 1
and island Trischen at NS 2) sampled by the ESB between 2008
and 2015/2016 (data not published yet).
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Fig. 3 Trends of D9 relevant ?g kg NS 2/ blue mussel / Pb rggskg‘ NS 2/ blue mussel / Cd
contaminants in ESB samples of 0.45 ML:1.5mg kg 045 - linear- p <001 ML: 1.0 mg kg
blue mussels (soft body) and 0.4 1 04
eelpout (fillet) from the North 0.35 0.35 1
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Baltic Sea/sampling site BS (Bodden National Park
of Western Pomerania)—FAO/ICES subdivision
27.3d.24

D9 compliance assessment In mussel samples from the Baltic
Sea concentrations of Pb, Cd, Hg, Y4 PAHs, and B[a]P were
well below the maximum levels allowed in fishery products as
laid down in Reg. (EC) No. 1881/2006 (amended by Reg. (EC)
No. 629/2008, Reg. (EU) No. 1259/2011, Reg. (EU) No. 420/
2011, and Reg. (EU) No. 835/2011; EC 2006a, 2008c, 2011a, b,
c) (Table 4; Fig. 4). This was, except for >4 PAHs in 1993, still
true when considering the dilution effect caused by breathing
water (i.e., multiplying the wet weight concentrations by 3).

Likewise, compliance with the threshold values was ob-
served for eelpout fillet: During the entire monitoring period,
concentrations of the D9 relevant contaminants Pb, Hg,
PCDD/Fs + dI-PCBs, and ndl-PCBs in eelpout fillet were be-
low the respective maximum levels allowed in foodstuffs (EC
2006a, 2008b, 2011a) (Table 4, Fig. 4).

These findings correspond to the initial assessment of the
German Baltic Sea according to Article 8 of the MSFD: ML
compliance was reported for PCDD/F + dI-PCB in fillet of
cod (Gadus morhua) and herring (Clupea harengus) from
the Baltic Sea (i.e., 0.228-0.631 pg g ' WHO-TEQ in cod
and 2.15-6.28 pg g ! in herring in 2006; BMU 2012b; Karl
et al. 2010) and also for ndl-PCB in herring fillets (14.7—
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30.4 ng g '; Karl et al. 2010, ndl-PCB levels in cod were not
determined). A separate study analyzed Hg in Baltic Sea fish
and found no exceedance of the ML (BMU 2012b).
Similarly, the State Office for Agriculture, Food Safety and
Fisheries of Mecklenburg-Western Pomerania reports Pb, Cd,
Hg, and PCDD/F + dI-PCB levels in herring fillets from the
Western Baltic Sea (ICES Boxes 22 and 24) sampled between
2012 to 2016 that met the respective MLs (BMUB 2018b).

Temporal trends Since monitoring started, concentrations of
metals and >4 PAHs decreased steadily in blue mussels from
the ESB site in the Baltic Sea (p <0.01). Again, the stricter
regulation for ships (e.g., ban of rinsing of tanks and dumping
the oily water into the sea, MARPOL (1973/1978) is probably

responsible for the decreases. For eelpout, significant decreas-
ing trends (p <0.01) were detected for Pb, PCDD/Fs + dlI-
PCBs, and ndl-PCBs, whereas Hg remained more or less con-
stant (Fig. 4).

Evaluation of additional contaminants

Member States may choose to monitor additional contami-
nants not listed in Reg. (EC) No. 1881/2006 (EC 2006a,
2017a). Potentially problematic contaminants are, e.g., those
listed as priority substances under the WFD (EC 2000) and
assessed under Descriptor 8-C1 of the MSFD (EC 2017a). For
11 WFD priority substances, wet weight-based EQSs were
derived for biota of which nine refer to fish (EC 2013b).

Fig. 4 Trends of D9 relevant (makg™] BS / blue mussel / Pb (mgkg™) BS / blue mussel / Cd
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The biota-EQSs represent substance concentrations that are
expected to be safe not only for the organisms themselves but
also for human consumers (protection goal “human health™)
and piscivorous predators (protection goal “secondary
poisoning”; EC 2014) because the most sensitive protection
goal is decisive for the EQS.

One possible trigger for inclusion in D9 assessment can be
the exceedance of the biota-EQS derived for the protection of
human health. An inclusion should also be considered if for
any of these contaminants increasing trends are detected
(Swartenbroux et al. 2010; Zampoukas et al. 2014).

In the present study, four priority substances are exemplar-
ily analyzed that might be of relevance as additional contam-
inants included in D9 assessment, i.e., PBDE, HBCDD,
PFOS, and TBT compounds.

The brominated flame retardants PBDE and HBCDD were
widely used, e.g., in electronic products, building material, tex-
tiles, and upholstery. Technical Penta-BDE and Octa-BDE mix-
tures were phased out in the 1990s and are banned in the EU
since 2003 (EC 2003a). The Biota-EQS of 0.0085 ug kg fish
refers to the sum of the congeners BDE-28, -47, -99, -100, -153,
and -154. HBCDD was banned in 2013 (UNEP 2013) but
exemptions allowed usage for building insulation materials un-
til 2017. In the years before, it was increasingly used as substi-
tute for PBDE. The biota-EQS for HBCDD is 167 pg kg fish
and refers to the sum of -, 3-, and y- HBCDD.

The fluorosurfactant PFOS was used, e.g., as fabric protec-
tor and impregnation agent. Since 2008, PFOS is restricted
EU-wide to only a few applications (EC 2006b). Its biota-
EQS is 9.1 ug kg fish.

TBT has long been used in antifouling paints on ships and
boats. High environmental concentrations were typically as-
sociated with marinas and shipyards. In 2003, TBT was finally
banned EU-wide (EC 2003b). No biota-EQS exists for TBT,
but OSPAR and HELCOM have set an environmental assess-
ment criterion (EAC) of 12 pg kg ' dry weight for TBT in
bivalves that relates to toxic effects on bivalves and the pro-
tection goal secondary poisoning (OSPAR 2004). Beyer et al.
(2017) converted the original OSPAR EAC value to a wet
weight-based EAC of 2 ug kg™' ww for formulation-based
TBT (using an average dry mass content for mussels of
17.38%). Blue mussels from the ESB sites had lower average
dry mass contents, and accordingly, the respective wet weight-
based EACs are lower (i.e., 1.13 pug kg ' ww and
0.88 ug kg ' ww for mussels from NS 1 and NS 2, respec-
tively, and 0.63 ug kg ' ww for mussels from BS; Tables 2, 3,
and 4). Norway has derived a biota quality standard of
150 ug kg™ ww for TBT compounds (NEA 2016).

Based on retrospectively analyzed ESB samples of eelpout
and blue mussel, temporal trends for TBT, PFOS, PBDE, and
HBCDD have been calculated (Table S4, Fig. S4, S5,
Supplementary material). Figure 5 summarizes the data from
all three sampling sites.

The retrospective analysis revealed high TBT concentra-
tions in blue mussels from the Lower Saxony Wadden Sea
(NS 1) in the 1980s and 1990s that exceeded the EAC value
by far (factor up to 16 based on dry weight concentrations)
(Fig. 5a). Since the EU-wide ban in 2003, concentrations have
declined significantly (p <0.01, Table S4, Fig. S4,
Supplementary material) and complied with the EAC of
12 ug kg ' dw in 2010-2013. For NS 2 and BS TBT, data
are available since 2004 and 2005, respectively. Lowest con-
tamination was detected at NS 2 where mussels are not direct-
ly exposed to emissions from marinas or shipping traffic.
Similar to NS 1 TBT, levels have decreased significantly in
mussels from BS and NS 2 (p <0.01, Table S4, Fig. S4 and
S5, Supplementary material) and met the EAC in 2008 (NS 2)
and 2011 (BS). Time series for TBT in mussels end in 2013
because new increases are not expected (for more details see
Riidel et al. 2003, 2009 and Radermacher 2015).

TBT levels in eelpout fillets were mostly higher than in
mussels (Tables 2, 3, and 4, Fig. S3, Supplementary
material). This is at least partly due to different exposure con-
ditions as sampling sites for mussels and eelpout are not
identical.

PFOS, PBDE, and HBCDD were analyzed only in eelpout
because their EQSs refer to fish.

PFOS concentrations in eelpout fillet were similar at all three
ESB sites and well below the respective EQS of 9.1 ug kg ™'
(Fig. 5b). Significant changes since 2003 were only detected in
fish from NS 2 (decreasing trend, p = 0.01; Table S4, Fig. S4,
Supplementary material). For PFOS, the critical protection goal
behind the EQS is human health. Accordingly, the results indi-
cate that PFOS in marine fish from the three coastal sampling
sites pose no risk to human consumers.

The picture is different for PBDE with 100% EQS exceed-
ance at all three sites and in all years (Fig. 5¢). Despite signif-
icant decreases (p <0.01, Table S4, Fig. S4 and S5,
Supplementary material), PBDE concentrations in eelpout fil-
lets from all three sites still exceeded the EQS in 2016 and
2017 by factors of 4—10. The critical protection goal behind
the EQS is human health implying that, despite decreasing
trends, PBDE in marine fish from the three coastal sites can
still pose a risk for human consumers.

HBCDD concentrations in eelpout fillet were always way
below the EQS of 167 pg kg (Fig. 5d). In most years, con-
centrations ranged between 0.11 and 1.5 pg kg~ with higher
levels detected only in 3 years (where sample handling or
measurement errors cannot be excluded). Significant de-
creases were detected at NS 1 (p =0.03) and BS (p <0.01;
Table S4, Fig. S4 and S5, Supplementary material). The EQS
for HBCDD is based on the protection goal secondary poison-
ing. The quality standard derived for human health is about 36
times higher (i.e., 6100 ug kg ', EC 2014). According to these
data, HBCDD in marine fish from all three ESB sites pose no
risk for human consumers.
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Summary and conclusions

Evaluating the suitability of the ESB samples for D9 assess-
ment gives a mixed picture:

—  The requirements of the MSFD regarding the geographi-
cal scale of D9 monitoring are only partly fulfilled: Of the
catch or production area according to Art. 38 of Reg.
(EU) No. 1379/2013 (EC 2013b), only a section of the
German coastal regions of the Baltic Sea and the North
Sea are covered. The EEZ of the Greater North Sea and
the Baltic Sea are not covered at all. This is a clear limi-
tation with respect to D9 monitoring.

Even though the comparison of the ESB data with fish
data from the open seas (Karl and Lahrssen-Wiederholt
2009; Karl et al. 2010) suggests that contamination is
comparable, there are many factors that can lead to dif-
ferences. Coastal areas are mainly subject to pollution
originating from land, like inputs from rivers, run-off
from agricultural sites, and wastewaters from industrial
and municipal wastewater treatment plants, while ship
traffic, dumping, off-shore activities, and atmospheric de-
position are the major sources of pollution in the open sea
(Davis 1993). Differences pollution-wise between coastal
regions and the open sea can be further enhanced by

however, that two species can only give an indication
of the contamination of fishery products and may be
representative for some of the most consumed species
but by far not for all. It is well-known that fish contam-
ination depends on biological factors like fish age, size,
gender, migration behavior, trophic position, and lipid
levels (e.g., Brazova et al. 2012; Burger et al. 2001;
Dusek et al. 2005; Gewurtz et al. 2011; Mclntyre and
Beauchamp 2007; Pulkrabova et al. 2007).

Sampling and processing of the ESB meet the require-
ments of the MSFD with the limitation that the personnel
involved in sampling is not authorized according to Reg.
(EC) No. 333/2007 and Reg. (EC) No. 644/2017 and no
controls according to Reg. (EU) No 882/2004 are per-
formed during sampling and processing.

The requirements of the MSFD regarding analytical
methods are mainly fulfilled. An exemption is the
PAH analyses where the ESB-analytical method does
not distinguish between benzo[b]fluoranthene,
benzo[j]fluoranthene, and benzo[k]fluoranthene and
between chrysene and triphenylene.

Taken together, it can be concluded that the ESB samples

processes like dilution, degradation, and transformation
of contaminants.

The marine specimens archived by the ESB, i.e., blue
mussel soft bodies and eelpout fillets, are considered
suitable for D9 monitoring although with limitations
in the case of eelpout as it is not one of the most con-
sumed fish in Germany. It has to be emphasized,

@ Springer

of blue mussels and eelpout fillet are basically suitable for D9
assessment but should be complemented by additional
georeferenced samples of other species also from the EEZ.

As long as such samples are not available, an indicative
assessment of D9 could be based on ESB samples.

The big advantage of the ESB samples is their clear as-
signment to a specific marine region. The samples can be
used for D8-C1 and D9 assessment which can help to save
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costs. Furthermore, the archived samples of the ESB offer the
opportunity of retrospective analysis to assess time series
also of contaminants that may be included in D9 assessment
in the future.

The limitations regarding official controls and authorized
personnel should be noted, but it should also be considered
that the ESB works according to strict standard operating pro-
cedures and the whole process from sampling to chemical
analyses follows the EN ISO/IEC 17025 standard.

The deviation between the MSFD requirements and the
ESB data regarding >4 PAHs are not viewed as limitation
but rather as a worst-case scenario because additional sub-
stances are included (i.e., if the ESB data comply with the
ML for Y 4 PAHEs, this will also be true when considering only
the four required PAHs). Nevertheless, in the future, a more
selective method for PAHs could be applied to analyze
benzo[b]fluoranthene and chrysene.

The exemplary D9 assessment at the ESB sites showed that
100% of the blue mussel and eelpout samples from the North
Sea (coastal areas of FAO/ICES Division 27.4.b) and the
Baltic Sea (coastal area of FAO/ICES Subdivision 27.3d.24)
sampled since the 1990s met the threshold values for Pb, Cd,
Hg, >4 PAHs, PCDD/Fs + dI-PCBs, and ndI-PCBs in food-
stuffs listed in Regulation (EC) No. 1881/2006 and its amend-
ments (EC 2006a, 2008c, 2011a, b, ¢). When considering the
dilution caused by breathing water in blue mussels, the thresh-
olds were met at the latest since 2001. The additionally
assessed contaminants PFOS and HBCDD were below the
respective WFD biota-EQS in eelpout fillets and are consid-
ered as safe for human consumers. In contrast, PBDE levels in
eelpout fillet exceeded the respective EQS indicating that a
risk to human consumers cannot be excluded. TBT analysis
ended in 2013 after concentrations in blue mussels had met the
EAC for at least three consecutive years.

Funding information This study was funded by the German
Environmental Specimen Bank program. J. Wellmitz from the German
Environment Agency is thanked for the provision of the LOESS trend
tool software. We acknowledge the dedicated work of all members of the
ESB teams at the Environment Agency, Eurofins, Fraunhofer IME, and
Trier University.

Open Access This article is distributed under the terms of the Creative
Commons Attribution 4.0 International License (http://
creativecommons.org/licenses/by/4.0/), which permits unrestricted use,
distribution, and reproduction in any medium, provided you give
appropriate credit to the original author(s) and the source, provide a link
to the Creative Commons license, and indicate if changes were made.

References

Ban N, Alder J (2008) How wild is the ocean? Assessing the intensity of
anthropogenic marine activities in British Columbia, Canada.
Aquatic Conserv: Mar Freshw Ecosyst 18:55-85

Beyer J, Green NW, Brooks S, Allan 1J, Ruus A, Gomes T, Brate ILN,
Schoyen M (2017) Blue mussels (Mytilus edulis spp.) as sentinel
organisms in coastal pollution monitoring: a review. Mar Environ
Res 130:338-365

BMU (2012a) Umsetzung der Meeresstrategie-Rahmenrichtlinie
RICHTLINIE 2008/56/EG zur Schaffung eines Ordnungsrahmens
fiir MaBnahmen der Gemeinschaft im Bereich der Meeresumwelt
(Meeresstrategie-Rahmenrichtlinie). Anfangsbewertung der
deutschen Nordsee nach Artikel 8 Meeresstrategie-
Rahmenrichtlinie. Report. Bundesministerium fiir Umwelt,
Naturschutz und Reaktorsicherheit Pp 96

BMU (2012b) Umsetzung der Meeresstrategie-Rahmenrichtlinie
RICHTLINIE 2008/56/EG zur Schaffung eines Ordnungsrahmens
fir MaBinahmen der Gemeinschaft im Bereich der Meeresumwelt
(Meeresstrategie-Rahmenrichtlinie). Anfangsbewertung der
deutschen Ostsee nach Artikel 8 Meeresstrategie-Rahmenrichtlinie.
Report. Bundesministerium fiir Umwelt, Naturschutz und
Reaktorsicherheit. Pp. 97

BMUB (2018a) Zustand der deutschen Nordseegewisser 2018.
Aktualisierung der Bewertung nach § 45¢ WHG, der
Beschreibung des guten Umweltzustands nach § 45d WHG und
der Festlegung von Umweltzielen nach § 45¢ WHG zur
Umsetzung der Meeresstrategie-Rahmenrichtlinie. Version 1.3,
28.02.2018. Bundesministerium fiir Umwelt, Naturschutz, Bau
und Reaktorsicherheit. , Pp 209 [http://meeresschutz.info/
oeffentlichkeitsbeteiligung.html] (accessed 03/2018)

BMUB (2018b) Zustand der deutschen Ostseegewésser 2018.
Aktualisierung der Bewertung nach § 45¢ WHG, der
Beschreibung des guten Umweltzustands nach § 45d WHG und
der Festlegung von Umweltzielen nach § 45¢ WHG zur
Umsetzung der Meeresstrategie-Rahmenrichtlinie. Version 1.3,
28.02.2018. Bundesministerium fiir Umwelt, Naturschutz, Bau
und Reaktorsicherheit. Pp 213 [http://meeresschutz.info/
oeffentlichkeitsbeteiligung.html] (accessed 03/2018)

Boldt JL, Martone R, Samhouri J, Perry RI, Itoh S, Chung IK, Takahashi
M, Yoshie N (2014) Developing ecosystem indicators for responses
to multiple stressors. Oceanography 27:116-133

Borja A, Galparsoro 1, Irigoien X, Iriondo A, Menchaca I, Muxika I,
Pascual M, Quincoces I, Revilla M, German Rodriguez J,
Santurtin M, Solaun O, Uriarte A, Valencia V, Zorita I (2011)
Implementation of the European marine strategy framework direc-
tive: a methodological approach for the assessment of environmental
status, from the Basque Country (Bay of Biscay). Mar Pollut Bull
62(5):889-904

Borja A, Elliott M, Andersen JH, Cardoso AC, Carstensen J, Ferreira JG,
Heiskanen AS, Marques JC, Neto JM, Teixeira H, Uusitalo L,
Uyarra MC, Zampoukas N (2013) Good environmental status of
marine ecosystems: what is it and how do we know when we have
attained it? Mar Poll Bull 76:16-27

Brazova T, Hanzelova V, Miklisova D, §algoviéové D, Tur¢ekova L
(2012) Biomonitoring of polychlorinated biphenyls (PCBs) in
heavily polluted aquatic environment in different fish species.
Environ Monit Assess 184:6652—-6561

Brockmeyer B, Theobald N (2016) 20 Jahre Monitoring organischer
Schadstoffe in Sedimenten der Deutschen Bucht — Zustand und
zeitliche Entwicklung. Berichte des Bundesamtes fiir
Seeschifffahrt und Hydrographie Nr. 55/2016, Pp 150 [http:/www.
bsh.de/de/Produkte/Buecher/Berichte /Bericht55/BSH-Bericht-55.
pdf] (accessed 04/2018)

Bucharest Convention (1992) Convention for the Protection of the Black
Sea adopted in 1992. http://www.blacksea-commission.org/
convention-fulltext.asp (accessed 02/2018)

Burger J, Gaines KF, Boring CS, Stephens WL, Snodgrass J, Gochfeld M
(2001) Mercury and selenium in fish from the Savannah River:
species, trophic level, and locational differences. Environ Res 87:
108-118

@ Springer


http://meeresschutz.info/oeffentlichkeitsbeteiligung.html
http://meeresschutz.info/oeffentlichkeitsbeteiligung.html
http://meeresschutz.info/oeffentlichkeitsbeteiligung.html
http://meeresschutz.info/oeffentlichkeitsbeteiligung.html
http://www.bsh.de/de/Produkte/Buecher/Berichte_/Bericht55/BSH-Bericht-55.pdf
http://www.bsh.de/de/Produkte/Buecher/Berichte_/Bericht55/BSH-Bericht-55.pdf
http://www.bsh.de/de/Produkte/Buecher/Berichte_/Bericht55/BSH-Bericht-55.pdf
http://www.blacksea-commission.org/_convention-fulltext.asp
http://www.blacksea-commission.org/_convention-fulltext.asp

26954

Environ Sci Pollut Res (2018) 25:26939-26956

Caddy JF, Seijo JC (2005) This is more difficult than we thought! The
responsibility of scientists, managers and stakeholders to mitigate
the unsustainability of marine fisheries. Philos Trans R Soc Lond
Ser B Biol Sci 360(1453):59-75

Centenera R (2014) Fisheries in Germany. In-depth analysis. Document
of the European Parliament, Directorate-General for Internal
Politics, Policy Department B: Structural and Cohesion Politics.
Pp40 [http://www.europarl.curopa.eu/RegData/etudes/note/join/
2014/514010/IPOL-PECH_NT%282014%29514010_ EN.pdf]
(accessed 04/2018)

Costello MJ, Coll M, Danovaro R, Halpin P, Ojaveer H, Miloslavich P
(2010) A census of marine biodiversity knowledge resources and
future challenges. PLoS One 5(8):¢12110

Davis JW (1993) Contamination of coastal versus open ocean surface
waters. A brief meta-analysis. Mar Poll Bull 26:128-134

Dusek L, Svobodova Z, Vykusova B, Jarkovsky J, Smid R (2005)
Bioaccumulation of mercury in muscle tissue of fish in the Elbe
River (Czech Republic): multispecies monitoring study 1991—
1996. Ecotox Environ Saf 61:256-267

EC (2000) Directive 2000/60/EC of the European Parliament and of the
Council of 23 October 2000 establishing a framework for
Community action in the field of water policy. OJ L 327/1. [http://
eur-lex.europa.eu/resource.html?uri=cellar:5c¢835afb-2ec6-4577-
bdf8-756d3d694eeb.0004.02/DOC _1&format=PDF] (accessed 02/
2018)

EC (2003a) Directive 2003/11/EG of the European Parliament and of the
Council of 6 February 2003 amending for the 24th time Council
Directive 76/769/EEC relating to restrictions on the marketing and
use of certain dangerous substances and preparations
(pentabromodipheny] ether, octabromodiphenyl ether) OJ 1.42/45.
[http://eur-lex.europa.eu/LexUriServ/LexUriServ.do?uri=0J:L:
2003:042:0045:0046:EN:PDF] (accessed 02/2018)

EC (2003b) Regulation (EC) No 782/2003 of the European Parliament
and of the Council of 14 April 2003 on the prohibition of organotin
compounds o ships. OJ L115/1 (9.5.2003) pp- 1-11 [http://eur-lex.
europa.eu/LexUriServ/LexUriServ.do?uri=0J:1L:2003:115:0001:
0011:EN:PDF] (accessed 02/2018)

EC (2004) Regulation (EC) No 882/2004 of the European Parliament and
of the Council of 29 April 2004 on official controls performed to
ensure the verification of compliance with feed and food law, animal
health and animal welfare rules. OJ L165/1. [http://eur-lex.europa.
ew/LexUriServ/LexUriServ.do?uri=0J:L:2004:165:0001:0141:EN:
PDF] (accessed 02/2018)

EC (2006a) Commission Regulation (EC) No 1881/2006 of 19 December
2006 Setting maximum levels for certain contaminants in foodstuffs.
OJ L 364/5. [http://eur-lex.europa.eu/legal-content/EN/TXT/PDF/?
uri=CELEX:32006R 188 1 &from=EN] (accessed 02/2018)

EC (2006b) Directive 2006/122/EC of the European Parliament and of
the Council of 12 December 2006 amending for the 30th time
Council Directive 76/769/EEC on the approximation of the laws,
regulations and administrative provisions of the Member States re-
lating to restrictions on the marketing and use of certain dangerous
substances and preparations (perfluorooctane sulfonates). OJ L 372/
32. [http://eur-lex.europa.eu/LexUriServ/LexUriServ.do?uri=0J:L:
2006:372:0032:0034:en:PDF] (accessed 02/2018)

EC (2007) Commission Regulation (EC) No 333/2007 of 28 March 2007
laying down the methods of sampling and analysis for the official
control of the levels of lead, cadmium, mercury, inorganic tin, 3-
MCPD and benzo(a)pyrene in foodstuffs. OJ L88/29. [http://eur-lex.
europa.eu/LexUriServ/LexUriServ.do?uri=0J:L:2007:088:0029:
0038:EN:PDF] (accessed 02/2018)

EC (2008a) Directive 2008/56/EC of the European Parliament and of the
Council of 17 June 2008 establishing a framework for community
action in the field of marine environmental policy (Marine Strategy
Framework Directive) OJ L 164/19. [http://eur-lex.europa.eu/legal-

@ Springer

content/EN/TXT/PDF/?uri=CELEX:32008L0056&from=EN]
(accessed 02/2018)

EC (2008b) Directive 2008/105/EC of the European Parliament and of
the Council of 16 December 2008 on environmental quality stan-
dards in the field of water policy, amending and subsequently
repealing Council Directives 82/176/EEC, 83/513/EEC, 84/156/
EEC, 84/491/EEC, 86/280/EEC and amending Directive 2000/60/
EC of the European Parliament and of the Council. OJ L 348/84
[http://eur-lex.europa.eu/LexUriServ/LexUriServ.do?uri=0J:L:
2008:348:0084:0097:en:PDF]

EC (2008c) Commission Regulation (EC) No 629/2008 of 2 July 2008
Amending regulation (EC) no 1881/2006 setting maximum levels
for certain contaminants in foodstuffs. OJ L 173/6. [http://eur-lex.
europa.cu/legal-content/EN/TXT/PDF/?uri=CELEX:
32008R0629&from=EN] (accessed 02/2018)

EC (2011a) Commission Regulation (EU) No 1259/2011 of 2 December
2011 Amending regulation (EC) no 1881/2006 as regards maximum
levels for dioxins, dioxin-like PCBs and non dioxin-like PCBs in
foodstuffs. OJ L 320/18. [http://eur-lex.europa.eu/LexUriServ/
LexUriServ.do?uri=0J:L:2011:320:0018:0023:EN:PDF] (accessed
02/2018)

EC (2011b) Commission Regulation (EU) No 420/2011 of 29 April 2011
amending Regulation (EC) No 1881/2006 setting maximum levels
for certain contaminants in foodstuffs. OJ L111/3. [http://eur-lex.
europa.eu/LexUriServ/LexUriServ.do?uri=0J:L:2011:111:0003:
0006:EN:PDF] (accessed 02/2018)

EC (2011c) Commission Regulation (EU) No 835/2011 of 19 August
2011 amending Regulation (EC) No 1881/2006 as regards maxi-
mum levels for polycyclic aromatic hydrocarbons in foodstuffs
Text with EEA relevance. OJ L 215/4. [http://eur-lex.europa.eu/
legal-content/EN/TXT/PDF/?uri=CELEX:32011R0835&from=
EN] (accessed 02/2018)

EC (2011d) Commission regulation (EU) No 836/2011 of 19 August
2011 amending Regulation (EC) No 333/2007 laying down the
methods of sampling and analysis for the official control of the
levels of lead, cadmium, mercury, inorganic tin, 3-MCPD and
benzo(a)pyrene in foodstuffs. OJ L215/9. [http://eur-lex.europa.eu/
legal-content/EN/TXT/PDF/?uri=CELEX:32011R0836&from=
DE] (accessed 02/2018)

EC (2013a) Directive 2013/39/EU of the European Parliament and of the
Council of 12 August 2013 amending Directives 2000/60/EC and
2008/105/EC as regards priority substances in the field of water
policy. OJ L226/1. [http://eur-lex.europa.eu/LexUriServ/
LexUriServ.do?uri=0J:L:2013:226:0001:0017:EN:PDF] (accessed
02/2018)

EC (2013b) Regulation (EU) No 1379/2013 of the European Parliament
and of the Council of 11 December 2013 on the common organisa-
tion of the markets in fishery and aquaculture products, amending
Council Regulations (EC) No 1184/2006 and (EC) No 1224/2009
and repealing Council Regulation (EC) No 104/2000. OJ L 354/1.
[http://eur-lex.europa.eu/legal-content/EN/TXT/PDF/uri=CELEX:
32013R1379&from=EN] (accessed 02/2018)

EC (2014) Common Implementation Strategy for the Water Framework
Directive (2000/60/EC): Guidance document no. 32 on biota mon-
itoring (the Implementation of EQSBiota) under the Water
Framework Directive. European Commission, 2014. ISBN 978-
92-79-44634-4. [https://circabc.europa.eu/sd/a/62343f10-5759-
4e7c-ae2b-12677aa57605/Guidance%20N0%2032%20-%
20Biota%20Monitoring.pdf] (accessed 02/2018)

EC (2017a) Commission Decision (EU) 2017/848 of 17 May 2017 laying
down criteria and methodological standards on good environmental
status of marine waters and specifications and standardised methods
for monitoring and assessment, and repealing Decision 2010/477/
EU. OJ L 125/43. [http://eur-lex.curopa.eu/legal-content/EN/TXT/
PDF/?uri=CELEX:32017D0848& from=EN] (accessed 02/2018)


http://www.europarl.europa.eu/RegData/etudes/note/join/2014/514010/IPOL-PECH_NT%282014%29514010_EN.pdf
http://www.europarl.europa.eu/RegData/etudes/note/join/2014/514010/IPOL-PECH_NT%282014%29514010_EN.pdf
http://eur-lex.europa.eu/resource.html?uri=cellar:5c835afb-2ec6-4577-bdf8-756d3d694eeb.0004.02/DOC_1&format=PDF
http://eur-lex.europa.eu/resource.html?uri=cellar:5c835afb-2ec6-4577-bdf8-756d3d694eeb.0004.02/DOC_1&format=PDF
http://eur-lex.europa.eu/resource.html?uri=cellar:5c835afb-2ec6-4577-bdf8-756d3d694eeb.0004.02/DOC_1&format=PDF
http://eur-lex.europa.eu/LexUriServ/LexUriServ.do?uri=OJ:L:2003:042:0045:0046:EN:PDF
http://eur-lex.europa.eu/LexUriServ/LexUriServ.do?uri=OJ:L:2003:042:0045:0046:EN:PDF
http://eur-lex.europa.eu/LexUriServ/LexUriServ.do?uri=OJ:L:2003:115:0001:0011:EN:PDF
http://eur-lex.europa.eu/LexUriServ/LexUriServ.do?uri=OJ:L:2003:115:0001:0011:EN:PDF
http://eur-lex.europa.eu/LexUriServ/LexUriServ.do?uri=OJ:L:2003:115:0001:0011:EN:PDF
http://eur-lex.europa.eu/LexUriServ/LexUriServ.do?uri=OJ:L:2004:165:0001:0141:EN:PDF
http://eur-lex.europa.eu/LexUriServ/LexUriServ.do?uri=OJ:L:2004:165:0001:0141:EN:PDF
http://eur-lex.europa.eu/LexUriServ/LexUriServ.do?uri=OJ:L:2004:165:0001:0141:EN:PDF
http://eur-lex.europa.eu/legal-content/EN/TXT/PDF/?uri=CELEX:32006R1881&from=EN
http://eur-lex.europa.eu/legal-content/EN/TXT/PDF/?uri=CELEX:32006R1881&from=EN
http://eur-lex.europa.eu/LexUriServ/LexUriServ.do?uri=OJ:L:2006:372:0032:0034:en:PDF
http://eur-lex.europa.eu/LexUriServ/LexUriServ.do?uri=OJ:L:2006:372:0032:0034:en:PDF
http://eur-lex.europa.eu/LexUriServ/LexUriServ.do?uri=OJ:L:2007:088:0029:0038:EN:PDF
http://eur-lex.europa.eu/LexUriServ/LexUriServ.do?uri=OJ:L:2007:088:0029:0038:EN:PDF
http://eur-lex.europa.eu/LexUriServ/LexUriServ.do?uri=OJ:L:2007:088:0029:0038:EN:PDF
http://eur-lex.europa.eu/legal-content/EN/TXT/PDF/?uri=CELEX:32008L0056&from=EN
http://eur-lex.europa.eu/legal-content/EN/TXT/PDF/?uri=CELEX:32008L0056&from=EN
http://eur-lex.europa.eu/LexUriServ/LexUriServ.do?uri=OJ:L:2008:348:0084:0097:en:PDF
http://eur-lex.europa.eu/LexUriServ/LexUriServ.do?uri=OJ:L:2008:348:0084:0097:en:PDF
http://eur-lex.europa.eu/legal-content/EN/TXT/PDF/?uri=CELEX:32008R0629&from=EN
http://eur-lex.europa.eu/legal-content/EN/TXT/PDF/?uri=CELEX:32008R0629&from=EN
http://eur-lex.europa.eu/legal-content/EN/TXT/PDF/?uri=CELEX:32008R0629&from=EN
http://eur-lex.europa.eu/LexUriServ/LexUriServ.do?uri=OJ:L:2011:320:0018:0023:EN:PDF
http://eur-lex.europa.eu/LexUriServ/LexUriServ.do?uri=OJ:L:2011:320:0018:0023:EN:PDF
http://eur-lex.europa.eu/LexUriServ/LexUriServ.do?uri=OJ:L:2011:111:0003:0006:EN:PDF
http://eur-lex.europa.eu/LexUriServ/LexUriServ.do?uri=OJ:L:2011:111:0003:0006:EN:PDF
http://eur-lex.europa.eu/LexUriServ/LexUriServ.do?uri=OJ:L:2011:111:0003:0006:EN:PDF
http://eur-lex.europa.eu/legal-content/EN/TXT/PDF/?uri=CELEX:32011R0835&from=EN
http://eur-lex.europa.eu/legal-content/EN/TXT/PDF/?uri=CELEX:32011R0835&from=EN
http://eur-lex.europa.eu/legal-content/EN/TXT/PDF/?uri=CELEX:32011R0835&from=EN
http://eur-lex.europa.eu/legal-content/EN/TXT/PDF/?uri=CELEX:32011R0836&from=DE
http://eur-lex.europa.eu/legal-content/EN/TXT/PDF/?uri=CELEX:32011R0836&from=DE
http://eur-lex.europa.eu/legal-content/EN/TXT/PDF/?uri=CELEX:32011R0836&from=DE
http://eur-lex.europa.eu/LexUriServ/LexUriServ.do?uri=OJ:L:2013:226:0001:0017:EN:PDF
http://eur-lex.europa.eu/LexUriServ/LexUriServ.do?uri=OJ:L:2013:226:0001:0017:EN:PDF
http://eur-lex.europa.eu/legal-content/EN/TXT/PDF/?uri=CELEX:32013R1379&from=EN
http://eur-lex.europa.eu/legal-content/EN/TXT/PDF/?uri=CELEX:32013R1379&from=EN
https://circabc.europa.eu/sd/a/62343f10-5759-4e7c-ae2b-12677aa57605/Guidance%20No%2032%20-%20Biota%20Monitoring.pdf
https://circabc.europa.eu/sd/a/62343f10-5759-4e7c-ae2b-12677aa57605/Guidance%20No%2032%20-%20Biota%20Monitoring.pdf
https://circabc.europa.eu/sd/a/62343f10-5759-4e7c-ae2b-12677aa57605/Guidance%20No%2032%20-%20Biota%20Monitoring.pdf
http://eur-lex.europa.eu/legal-content/EN/TXT/PDF/?uri=CELEX:32017D0848&from=EN
http://eur-lex.europa.eu/legal-content/EN/TXT/PDF/?uri=CELEX:32017D0848&from=EN

Environ Sci Pollut Res (2018) 25:26939-26956

26955

EC (2017b) Commission Directive Regulation (EU) 2017/644 of 5 April
2017 laying down methods of sampling and analysis for the control
of levels of dioxins, dioxin-like PCBs and non-dioxin-like PCBs in
certain foodstuffs and repealing Regulation (EU) No 589/2014. OJ
L92/9 [http://eur-lex.europa.eu/legal-content/EN/TXT/PDF/?uri=
CELEX:32017R0644&from=EN] (accessed 02/2018)

Fleming LE, Broad K, Clement A, Dewailly E, Elmira S, Knap A,
Pomponi SA, Smith S, Solo Gabriele H, Walsh P (2006) Oceans
and human health: emerging public health risks in the marine envi-
ronment. Mar Pollut Bull 53(10-12):545-560

Fliedner A, Lohmann N, Rudel H, Teubner D, Wellmitz J, Koschorreck J
(2016) Current levels and trends of selected EU water framework
directive priority substances in freshwater fish from the German
environmental specimen bank. Environ Poll 216:866—876

Froese R, Pauly D (Eds.) (2017) FishBase. World Wide Web electronic
publication. [www.fishbase.org] (accessed 02/2018)

Fryer RJ, Nicholson MD (1999) Using smoothers for comprehensive
assessments of contaminant time series in marine biota. ICES J
Mar Sci 56:779-790

Gago J, Vifias L, Besada V, Bellas J (2014) The link between descriptors 8
and 9 of the marine strategy framework directive: lessons learnt in
Spain. Environ Sci Pollut Res Int 21:13664-13671

Gewurtz SB, Backus SM, Bhavsar SP, McGoldrick DJ, de Solla SR,
Murphy EW (2011) Contaminant biomonitoring programs in the
Great Lakes region: review of approaches and critical factors.
Environ Rev 19:162-184

Greenfield BK, Davis JA, Fairey R, Roberts C, Crane D, Ichikawa G
(2005) Seasonal, interannual, and long-term variation in sport fish
contamination, San Francisco Bay. Sci Total Environ 336:25-43

Halpern BS, Walbridge S, Selkoe KA, Kappel CV, Micheli F, D'Agrosa
C, Bruno JF, Casey KS, Ebert C, Fox HE, Fujita R, Heinemann D,
Lenihan HS, Madin EM, Perry MT, Selig ER, Spalding M, Steneck
R, Watson R (2008) A global map of human impact on marine
ecosystems. Science 319(5865):948-952

Hedman JE, Riidel H, Gercken J, Bergek S, Strand J, Quack M,
Appelberg M, Forlin L, Tuvikene A, Bignert A (2011) Eelpout
(Zoarces viviparus) in marine environmental monitoring. Mar
Pollut Bull 62:2015-2029

HELCOM (1992) Convention on the Protection of the Marine
Environment in the Baltic Sea Area, 1992 and annexes [http://
www.helcom.fi/Documents/About%?20us/Convention%20and %
20commitments/Helsinki%20Convention/Helsinki%
20Convention July%202014.pdf http://www.helcom.fi/about-us/
convention/annexes/] (accessed 02/2018)

HELCOM (2017a) First version of the ‘state of the Baltic Sea’ report —
June 2017. To be updated in 2018. [http://stateofthebalticsea.
helcom.fi/] accessed 02/2018)

HELCOM (2017b) Reproductive disorders: malformed embryos of am-
phipods and eelpout. HELCOM supplementary indicator report.
Online. [https://portal.helcom.fi/meetings/STATE%20-%
20CONSERVATION%206-2017-412/MeetingDocuments/4J-25%
20'Reproductive%20disorders-%20malformed%20embryos%
20in%20amphipods%20and%20eelpout'%20-%20updated %
20supplementary %20indicator%20report.Pdf] (accessed 02/2018)

IOC/UNESCO, IMO, FAO, UNDP (2011) A blueprint for ocean and
coastal sustainability. Paris: IOC/UNESCO [http://www.undp.org/
content/undp/en/home/librarypage/environment-energy/water
governance/a_blueprint for oceanandcoastalsustainability.html]
(accessed 04/2018)

Johnston EL, Roberts DA (2009) Contaminants reduce the richness and
evenness of marine communities: a review and meta-analysis.
Environ Pollut 157(6):1745-1752

Karl H, Lahrssen-Wiederholt M (2009) Dioxin and dioxin-like PCB
levels in cod-liver and -muscle from different fishing grounds of
the north- and Baltic Sea and the North Atlantic. J
Verbraucherschutz Lebensmittelsicherheit 4:247-255

Karl H, Bladt A, Rottler H, Ludwigs R, Mathar W (2010) Temporal
trends of PCDD, PCDF and PCB levels in muscle meat of herring
from different fishing grounds of the Baltic Sea and actual data of
different fish species from the western Baltic Sea. Chemosphere 78:
106-112

Klein R, Paulus M, Tarricone K, Teubner D (2018) Richtlinie zur
Probenahme und Probenbearbeitung, Aalmutter (Zoarces
viviparus). Umweltprobenbank des Bundes [www.
umweltprobenbank.de] (accessed 03/2018)

LAVES (2017) Niederséchsisches Landesamt fiir Verbraucherschutz und
Lebensmittelsicherheit (Lower Saxony State Office for Consumer
Protection and Food Safety), Annual activity report No 42, 2016,
Pp: 80 (in German)

Law R, Hanke G, Angelidis M, Batty J, Bignert A, Dachs J, Davies I,
Denga Y, Duffek A, Herut B, Hylland K, Lepom P, Leonards P,
Mehtonen J, Piha H, Roose R, Tronczynski J, Velikova V, Vethaak
D (2010) Marine Strategy Framework Directive — Task Group 8
Report Contaminants and pollution effects. EUR 24335 EN

Lotze HK, Coll M, Dunne JA (2011) Historical changes in marine re-
sources, food-web structure and ecosystem functioning in the
Adriatic Sea, Mediterranean. Ecosystems 14:198-222

Maggi C, Lomiri S, Di Lorenzo B, d'Antona M, Berducci MT (2014)
Environmental quality of Italian marine water by means of marine
strategy framework directive (MSFD) descriptor 9. PLoS One 9(9):
e108463

MARPOL (1973/1978) International convention for the prevention of
pollution from ships, 1973 as modified by the protocol of 1978.
[http://www.imo.org/en/About/conventions/listofconventions/
pages/international-convention-for-the-prevention-of-pollution-
from-ships-%28marpol%29.aspx] (accessed 04/2018)

Mclntyre JK, Beauchamp DA (2007) Age and trophic position dominate
bioaccumulation of mercury and organochlorines in the food web of
Lake Washington. Sci Total Environ 372:571-584

NEA (2016) Quality standards for water, sediment and biota. Report.
Norwegian environment agency, Oslo, Norway, pp. 24 (in
Norwegian). [http://rethub.elsevier.com/S0141-1136(17)30266-0/
sref307] (accessed 02/2018)

OSPAR (1992) Convention for the Protection of the Marine Environment
in the North-East Atlantica Amended on 24 July 1998, updated 9
May 2002, 7 February 2005 and 18 May 2006. Amendments to
Annexes Il and III adopted at OSPAR 2007 [https://www.ospar.
org/site/assets/files/1290/ospar_convention_e_updated_text in_
2007 no_revs.pdf] (accessed 02/2018)

OSPAR (2004) OSPAR/ICES Workshop on the evaluation and update of
background reference concentrations (B/RCs) and ecotoxicological
assessment criteria (EACs) and how these assessment tools should
be used in assessing contaminants in water, sediment and biota.
Report. Le Hague 9-13. February 2004. [https://www.ospar.org/
documents?v=6989] (accessed 02/2018)

OSPAR (2013) Background document and technical annexes for biolog-
ical effects monitoring, Update 2013. Monitoring and assessment
series. Publication number: 589/2013. ISBN 978-1-909159-22-8.
Pp 239

OSPAR (2017) Intermediate Assessment 2017 [https://oap.ospar.org/en/
ospar-assessments/intermediate-assessment-2017/] (accessed 02/
2018)

Paulus M, Klein R, Teubner D (2018) Richtlinie zur Probenahme und
Probenbearbeitung - Miesmuschel (Mytlilus edulis Komplex).
Umweltprobenbank des Bundes [www.umweltprobenbank.de]
(accessed 03/2018)

Pauly D, Watson R, Alder J (2005) Global trends in world fisheries:
impacts on marine ecosystems and food security. Review. Philos
Trans R Soc Lond B Biol Sci 360(1453):5-12

Pulkrabova J, Hajslova J, Poustka J, Kazda R (2007) Fish as biomonitors
of polybrominated diphenyl ethers and hexabromocyclododecane in

@ Springer


http://eur-lex.europa.eu/legal-content/EN/TXT/PDF/?uri=CELEX:32017R0644&from=EN
http://eur-lex.europa.eu/legal-content/EN/TXT/PDF/?uri=CELEX:32017R0644&from=EN
http://www.fishbase.org
http://www.helcom.fi/Documents/About%20us/Convention%20and%20commitments/Helsinki%20Convention/Helsinki%20Convention_July%202014.pdf
http://www.helcom.fi/Documents/About%20us/Convention%20and%20commitments/Helsinki%20Convention/Helsinki%20Convention_July%202014.pdf
http://www.helcom.fi/Documents/About%20us/Convention%20and%20commitments/Helsinki%20Convention/Helsinki%20Convention_July%202014.pdf
http://www.helcom.fi/Documents/About%20us/Convention%20and%20commitments/Helsinki%20Convention/Helsinki%20Convention_July%202014.pdf
http://www.helcom.fi/about-us/convention/annexes/
http://www.helcom.fi/about-us/convention/annexes/
http://stateofthebalticsea.helcom.fi/
http://stateofthebalticsea.helcom.fi/
https://portal.helcom.fi/meetings/STATE%20-%20CONSERVATION%206-2017-412/MeetingDocuments/4J-25%20&newapos;Reproductive%20disorders-%20malformed%20embryos%20in%20amphipods%20and%20eelpout&newapos;%20-%20updated%20supplementary%20indicator%20report.Pdf
https://portal.helcom.fi/meetings/STATE%20-%20CONSERVATION%206-2017-412/MeetingDocuments/4J-25%20&newapos;Reproductive%20disorders-%20malformed%20embryos%20in%20amphipods%20and%20eelpout&newapos;%20-%20updated%20supplementary%20indicator%20report.Pdf
https://portal.helcom.fi/meetings/STATE%20-%20CONSERVATION%206-2017-412/MeetingDocuments/4J-25%20&newapos;Reproductive%20disorders-%20malformed%20embryos%20in%20amphipods%20and%20eelpout&newapos;%20-%20updated%20supplementary%20indicator%20report.Pdf
https://portal.helcom.fi/meetings/STATE%20-%20CONSERVATION%206-2017-412/MeetingDocuments/4J-25%20&newapos;Reproductive%20disorders-%20malformed%20embryos%20in%20amphipods%20and%20eelpout&newapos;%20-%20updated%20supplementary%20indicator%20report.Pdf
https://portal.helcom.fi/meetings/STATE%20-%20CONSERVATION%206-2017-412/MeetingDocuments/4J-25%20&newapos;Reproductive%20disorders-%20malformed%20embryos%20in%20amphipods%20and%20eelpout&newapos;%20-%20updated%20supplementary%20indicator%20report.Pdf
http://www.undp.org/content/undp/en/home/librarypage/environment-energy/water_governance/a_blueprint_for_oceanandcoastalsustainability.html
http://www.undp.org/content/undp/en/home/librarypage/environment-energy/water_governance/a_blueprint_for_oceanandcoastalsustainability.html
http://www.undp.org/content/undp/en/home/librarypage/environment-energy/water_governance/a_blueprint_for_oceanandcoastalsustainability.html
http://www.umweltprobenbank.de
http://www.umweltprobenbank.de
http://www.imo.org/en/About/conventions/listofconventions/pages/international-convention-for-the-prevention-of-pollution-from-ships-%28marpol%29.aspx
http://www.imo.org/en/About/conventions/listofconventions/pages/international-convention-for-the-prevention-of-pollution-from-ships-%28marpol%29.aspx
http://www.imo.org/en/About/conventions/listofconventions/pages/international-convention-for-the-prevention-of-pollution-from-ships-%28marpol%29.aspx
http://refhub.elsevier.com/S0141-1136(17)30266-0/sref307
http://refhub.elsevier.com/S0141-1136(17)30266-0/sref307
https://www.ospar.org/site/assets/files/1290/ospar_convention_e_updated_text_in_2007_no_revs.pdf
https://www.ospar.org/site/assets/files/1290/ospar_convention_e_updated_text_in_2007_no_revs.pdf
https://www.ospar.org/site/assets/files/1290/ospar_convention_e_updated_text_in_2007_no_revs.pdf
https://www.ospar.org/documents?v=6989
https://www.ospar.org/documents?v=6989
https://oap.ospar.org/en/ospar-assessments/intermediate-assessment-2017/
https://oap.ospar.org/en/ospar-assessments/intermediate-assessment-2017/
http://www.umweltprobenbank.de

26956

Environ Sci Pollut Res (2018) 25:26939-26956

Czech aquatic ecosystems: pollution of the Elbe River basin.
Environ Health Perspect 115(S-1):28-34

Radermacher G (2015) Retrospektive Untersuchung aquatischer
Organismen auf Organozinnverbindungen — Belastungsniveaus
und Trends. Diploma thesis. University of Miinster/Fraunhofer
IME Schmallenberg, August 2015

Ridel H, Lepper P, Steinhanses J, Schroter-Kermani C (2003)
Retrospective monitoring of organotin compounds in marine biota
from 1985 to 1999: results from the German environmental speci-
men Bank. Environ Sci Technol 37:1731-1738

Riidel H, Steinhanses J, Miiller J, Schroter-Kermani C (2009)
Retrospective monitoring of organotin compounds in biological
samples from North Sea and Baltic Sea — are the use restrictions
successful? Umweltwiss Schadst Forsch 21:282-291

Riidel H, Fliedner A, Kosters J, Schroter-Kermani C (2010) Twenty years
of elemental analysis of marine biota within the German environ-
mental specimen Bank—a thorough look at the data. Environ Sci
Pollut Res 17:1025-1034

Riidel H, Miiller J, Jiirling H, Bartel-Steinbach M, Koschorreck J (2011)
Survey of patterns, levels, and trends of perfluorinated compounds
in aquatic organisms and bird eggs from representative German
ecosystems. Environ Sci Pollut Res 18:1457-1470

Swartenbroux F, Albajedo B, Angelidis M, Aulne M, Bartkevics V,
Besada V, Bignert A, Bitterhof A, Hallikainen A, Hoogenboom R,
Jorhem L, Jud M, Law R, Licht Cederberg D, McGovern E, Miniero
R, Schneider R, Velikova V, Verstraete F, Vinas L, Vlad S (2010)
Marine strategy framework directive — task Group 9 Report
Contaminants in fish and other seafood. EUR — Scientific and
Technical Research series, Luxembourg, JRC/ICES, EUR 24339
EN, Pp 36. [http://publications.jrc.ec.europa.eu/repository/
bitstream/JRC58103/tg9%20report%20final_vii.pdf] (accessed 02/
2018)

UNEP (2013) Stockholm Convention on Persistent Organic Pollutants.
SC-6/13: Listing of hexabromocyclododecane

@ Springer

UNEP-MAP (1995) Convention for the Protection of Marine
Environment and the Coastal Region of the Mediterranean adopted
in 1995 (Barcelona Convention) [http://wedocs.unep.org/bitstream/
id/53143/convention_eng.pdf] (accessed 02/2018)

Van den Berg M, Birnbaum LS, Denison M, de VM, Fraland W, Feeley
M, Fiedler H, Hakansson H, Hanberg A, Haws L, Roes M, Safe S,
Schrenk D, Tohyama C, Tritscher A, Tuomisto J, Tysklind M,
Walker N, Peterson RE (2006) The 2005 World Health
Organization reevaluation of human and mammalian toxic equiva-
lency factors for dioxins and dioxin-like compounds. Toxicol Sci 93:
223-241

VassarStats (2018) Web Site for Statistical Computation. Author: Richard
Lowry, Vassar College, Poughkeepsie, NY, USA. [http://vassarstats.
net/index.html] (accessed 02/2018)

Walmsley SF, Weiss A, Claussen U, Connor D (2017) Guidance for
assessments under Article 8 of the Marine Strategy Framework
Directive. Integration of assessment results. ABPmer Report No
R.2733, produced for the European Commission, DG
Environment, February 2017. [https://circabc.europa.eu/sd/a/
cea61b55-06df-4¢9¢-9830-b0f41cad6fbe/GES_17-2017-02_
Guidance MSFDArt8 Feb2017TestVersion.pdf] (accessed 02/
2018)

Zampoukas N, Piha H, Bigagli E, Hoepffner N, Hanke G, Cardoso AC
(2012) Monitoring for the Marine Strategy Framework Directive:
Requirements and Options. JRC Scientific and Technical Reports:
report EUR 25187 EN. Pp. 42 [http://publications.jrc.ec.ecuropa.eu/
repository/bitstream/111111111/23169/1/1bna25187enn.pdf]
(accessed 02/2018)

Zampoukas et al. (2014) Technical guidance on monitoring for the marine
strategy framework directive. JRC scientific and policy reports: re-
port EUR 26499 EN. Pp. 175 [http://publications.jrc.ec.europa.eu/
repository/bitstream/JRC88073/1b-na-26499-en-n.pdf.pdf]
(accessed 02/2018)


http://publications.jrc.ec.europa.eu/repository/bitstream/JRC58103/tg9%20report%20final_vii.pdf
http://publications.jrc.ec.europa.eu/repository/bitstream/JRC58103/tg9%20report%20final_vii.pdf
http://wedocs.unep.org/bitstream/id/53143/convention_eng.pdf
http://wedocs.unep.org/bitstream/id/53143/convention_eng.pdf
http://vassarstats.net/index.html
http://vassarstats.net/index.html
https://circabc.europa.eu/sd/a/cea61b55-06df-4e9e-9830-b0f41ca46fbe/GES_17-2017-02_Guidance_MSFDArt8_Feb2017TestVersion.pdf
https://circabc.europa.eu/sd/a/cea61b55-06df-4e9e-9830-b0f41ca46fbe/GES_17-2017-02_Guidance_MSFDArt8_Feb2017TestVersion.pdf
https://circabc.europa.eu/sd/a/cea61b55-06df-4e9e-9830-b0f41ca46fbe/GES_17-2017-02_Guidance_MSFDArt8_Feb2017TestVersion.pdf
http://publications.jrc.ec.europa.eu/repository/bitstream/111111111/23169/1/lbna25187enn.pdf
http://publications.jrc.ec.europa.eu/repository/bitstream/111111111/23169/1/lbna25187enn.pdf
http://publications.jrc.ec.europa.eu/repository/bitstream/JRC88073/lb-na-26499-en-n.pdf.pdf
http://publications.jrc.ec.europa.eu/repository/bitstream/JRC88073/lb-na-26499-en-n.pdf.pdf

	Assessment...
	Abstract
	Introduction
	Material and methods
	Sampling sites
	Sampling and processing
	Chemical analysis
	Data treatment

	Results and discussion
	Consistencies and differences between MSFD requirements and ESB standards
	Geographical and temporal scope
	Species
	Sampling and sample processing
	Analyzed contaminants and chemical analyses
	D9 assessment based on ESB data
	North Sea/sampling sites NS 1 (lower Saxony Wadden Sea) and NS 2 (Schleswig-Holstein Wadden Sea)—FAO/ICES division 27.4.b
	Baltic Sea/sampling site BS (Bodden National Park of Western Pomerania)—FAO/ICES subdivision 27.3d.24
	Evaluation of additional contaminants

	Summary and conclusions
	References


