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ABSTRACT: We present a generic theoretical model (MICROWEB)
that simulates the transfer of microplastics and hydrophobic organic

chemicals (HOC) in food webs. We implemented the model for an : et 2
Arctic case comprised of nine species including Atlantic cod and polar [ & w‘j

bear as top predator. We used the model to examine the effect of plastic [ Ve N
ingestion on trophic transfer of microplastics and persistent HOCs 5 LY
(PCBs) and metabolizable HOCs (PAHs), spanning a wide range of w
hydrophobicities. In a scenario where HOCs in plastic and water are in
equilibrium, PCBs biomagnify less when more microplastic is ingested,
because PCBs biomagnify less well from ingested plastic than from regular food. In contrast, PAHs biomagnify more when more
microplastic is ingested, because plastic reduces the fraction of PAHs available for metabolization. We also explore
nonequilibrium scenarios representative of additives that are leaching out, as well as sorbing HOCs, quantitatively showing how
the above trends are strengthened and weakened, respectively. The observed patterns were not very sensitive to modifications in
the structure of the food web. The model can be used as a tool to assess prospective risks of exposure to microplastics and
complex HOC mixtures for any food web, including those with relevance for human health.

H INTRODUCTION natural conditions, where for instance multiple HOC uptake

Plastic debris particles and hydrophobic organic chemicals pathways exist or where organisms often already are

(HOCs) are widely distributed in the aquatic environment. ™’ contaminated with HOCs from other sources than from
and even found in remote areas such as the Arctic.®~'! The role microplastic.”'*'***** Until now these models were restricted

of plastic particles as a potential vector for HOCs has received to HOC tran.sfer across one trophic level while assuming a linear
considerable attention in the recent literature.12=15 Although and nonflexible food chain. No models exist that simulate

some classes of HOCs are known to biomagnify in marine food transfer of plasFic and HOC.S in entire z.iquatic food yvebs, algng
webs, "7 the extent to which plastic debris accumulates in food multiple trophic levels, while accounting for multiple feeding

webs remains unclear. Several studies showed that microplastics Felatlon.s}up s and taking 4 3,1)1 categories of plastic-chemical
are readily ingested by marine organisms'®>® or that micro- interactions into account.””” We argue that such models are

plastics are passed on to predators in sequential dietary uptake urgerlltly need.ed m c?rder'to provide asse'ssmer%ts of somplex
studies. > 2% However. to date no studies address bioaccu- plastic-HOC interactions in food webs. Simulations with such
. )

mulation of plastic on the level of real food webs; not from a models can drive €xp e.rimental or field study designs and can be
theoretical perspective, nor in model ecosystem experiments or used for prospective risk assessments.
in food webs occurring in nature. Because of the complexity of Séveral exposure scenarios and class.es of H.OCS coulcll be
food webs and the practical difficulty of mimicking food webs in Partlcularly relevant for the r%sks of plastlc—assocllated chemlcals
model ecosystem experiments, prospective theoretical models in food webs..Whereas. €xp erlr?en‘Fal .and modeling st.udles haYe
constitute valuable tools to explore transfer of plastic debris in shown that mlcroplalstlc ingestion is likely to play a minor role in
food webs, including those with relevance for human health. the transfer of per's1'stent4 lolgilg E)?F f;ﬂlsd I?gacy compounds
Due to the high complexity of food webs and that of plastic under natural conditions,” ™ """ this may be different
particle and chemical behavior, the effect of food web transfer of for additiyes that are unique for plast.ic, that is, are not present in
plastic debris on the bioaccumulation and biomagnification of iurroundmg media, or for metabolizable chemicals. For such
HOC:s is difficult to predict. Until now, laboratory experiments unique additives”, plastic is the only source, maximizing the
have studied the effect of microplastic on HOC uptake on the gradient for transfer and rendering other uptake pathways less
level of individual species in simplified laboratory settings that

mainly addressed HOC uptake from microplastic by clean Received: May 10, 2018
animals (e.g. refs 30—32). Plastic-inclusive models have been Accepted: June 20, 2018
applied to translate inferences from such studies to more realistic Published: June 20, 2018
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important. Metabolizable chemicals would not be degraded
when bound to plastics. These chemicals thus are preserved in
ingested plastics, which maximizes the chance of transfer in the
food chain. For such chemicals, the extent of food web transfer
urgently needs to be assessed.”'>"?

The aim of the present work was to study the food web
accumulation of plastic debris and associated contaminants from
a theoretical perspective, using an integrated microplastic and
contaminant food web accumulation model (MICROWEB).
We postulate a set of equations that can be used as a tool for
prospective risk assessments, to generate hypotheses that can be
verified experimentally and that can be used to trigger the further
scientific evolution of risk assessment frameworks for plastic
debris. The model was implemented for an illustrative case: an
Arctic food web that includes among others Atlantic cod and
polar bear as top predator. Atlantic cod has a high ecological and
economical value and is a central part of the Arctic food web.
Moreover, cod is a key species to sustain populations of e.g.
sharks, sea birds, and mammals such as seals and polar bears and
is an important component of the human diet. Various studies
report on microplastic presence in cod.””*****® We performed
scenario analyses to investigate the effect of (a) increasing share
of plastic in the organisms’ diet, (b) equilibrium versus
nonequilibrium states for the dissolved and plastic-bound
HOCs, and (c) chemical metabolization on food web
accumulation of plastic and contaminants, as expected from
existing knowledge and theory.

B METHODS: AN INTEGRATED MICROPLASTIC AND
CONTAMINANT FOOD WEB ACCUMULATION
MODEL (MICROWEB)

The MICROWEB model predicts the steady state plastic and
HOC concentration in biota for each species of a predefined
food web. Bioaccumulation of HOCs and microplastic by biota
can be modeled as a balance of uptake and loss processes. It is
assumed that bioaccumulation of HOCs is affected by the
bioaccumulation of plastic but not the other way around.
Therefore, the model has two separate components: one that
calculates the food web transfer of microplastic and one that uses
this food web transfer of microplastic to infer the bioaccumu-
lation and magnification of HOCs. The food web is defined by
the feeding relationships reflected by diet components and their
associated fractions. Below we provide the main features and
equations of the model. A full description, schematic overview of
main model processes (Figure S1), and list with all parameters
(Table S1) are provided as Supporting Information (SI)
(Section S1).

Food Web Accumulation of Plastic. Plastic uptake can be
modeled as a mass balance of ingestion and loss processes, as was
described before by Besseling et al.”* and Herzke et al.*’ Here,
their equations for a single diet component are extended to a
generic form capable of accommodating uptake from multiple
diet components in a food web. Uptake is restricted to the
gastrointestinal tract, that is, transfer to the body tissues as has
been hypothesized to play a role for particles smaller than 200
nm,”*** which is not included in the present version of the
model. The concentration of plastic in biota Cpp; (g plastic X
¢! biota) can be modeled as

dCppp,

& = IR, z (PJ CPLB,,') — kiogs, pL.CpL,

j=1

(1)
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The first term accounts for predator i feeding on n’ multiple
food items j with a predator species specific ingestion rate IR, (g
X ¢! WW X d7'). Following principles of chemical
bioaccumulation modeling, a predator has ‘n’ food preferences
‘v (-)(0<p<1land Xp;= 1), which determine the fraction of
each food item in the total diet, each of which in turn has a
concentration of plastic Cprp; (g plastic X g~' biota). In the
second term, ki, p (d7") is the loss rate constant of plastic via
egestion, and ‘' is time. The steady state solution to eq 1 results
in the plastic concentration in species %’:

IR, Z;;l b, (CPLB,j)

kloss,PL

CPLB,i =

)

The first order loss rate constant can be calculated as the
reciprocal of the gut retention time (GRT;; d) of the organism

k _ 1
loss,PL GRT, i (3)
which implies that eq 2 can be given in an alternative form:
Cprp,; = IR;*GRT, Z (P] CPLB,j)
j=1 4)

We thus can model plastic uptake by an organism, once food
intake rates, diet composition, plastic fraction per diet
component, and either plastic loss rates (eq 2) or plastic gut
retention times (eq 4) are available. In the case of a food web,
implementations of eqs 2 or 4 for each of the individual species
in the web are linked to each other such that ingestion rates and
diet composition match the empirical data known for that food
web.

The mass fraction of plastic in an organism (Sp;;) can be
calculated as

(s)

which is mathematically equivalent to Sp; ; = Cpy;/(1+Cpyp,)-
Here, My ; is the mass of plastic in the organism, and My is the
mass of the organism.

Plastic-Inclusive Food Web Accumulation Modeling of
HOCs. The chemical concentration in biota (Cyoc; pg X g~
ww) in the food web is modeled based on an earlier plastic-
incglglsive bioaccumulation model as introduced by Koelmans et
al.:™

dChoc,it c
T = KgermCy + IR; Z E(SFOOD,;'“FOOD,}CHOC,, + SPL,jCPLR,i)
j=1
- klossCHOC,[,t (6)

This equation quantifies how predator " acquires HOCs from
ambient water, j” prey species and/or abiotic food components.

In the first term, uptake of HOCs through dermal uptake from
water is quantified with kg, (L X g7 X d7') the dermal
absorption rate constant from water and C,, (ug X L") the
HOC concentration in the water. In the second term, uptake
from all ingested food components in the diet (j = 1 to n) is
quantified. In the third term, loss of HOC:s is quantified using an
overall loss rate parameter k, (d™"), accounting for elimination
to water, elimination by feces, growth dilution, and metabo-
lism.* A detailed further explanation of all terms in eq 6 is
provided as Supporting Information.
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Here we specifically explain the second term of eq 6, which
accounts for the uptake of HOCs from ingested food and plastic.
Like for the plastic accumulation submodel (eqs 1—4), the
predator has a preference p; for each of the food components (0
< pj < 1 and Zp; = 1). However, each food component has a
fraction of digestible food (Spoop) and a fraction of plastic (Spy ),
with Szoop; + Sprj = 1 and Y pi(Sroon, + Spr;) = 1. Species can
also ingest pure plastic either by accident e.g. when mistaking
plastic debris for a food item”" or unintentionally with the water
that they ingest. When only pure plastic is ingested, Spoop is zero
and Sp, = 1. Hence, the mass fractions pj, Spoop, and Spy;
partition the total mass ingested per unit of time (i.e., the
ingestion rate IR,) into ingested mass for each of the j food
components. The HOC concentration absorbed from each food
component §’ is quantified by agoop Croc,; With Cyoc; (ug %
g™ ww) the chemical concentration and AFOOD,j (=) the
chemical absorption efficiency for component . In contrast to
chemical absorption from food, which is driven by digestion of
the food, chemical uptake from the ingested plastic is assumed to
depend on the concentration gradient between plastic and biota
lipids. Following Koelmans et al,,*>** the HOC concentration
absorbed by species ‘i’ from the plastic present in the ingested
food is dynamically modeled as Cpp; (1g X g ")

kICPL,i - kZCLIP,i

MPL
M, ky
LIP

_ —(ky+Mpy / My 1pk,) GRT, i
CPLR,i — - (1 —e (ky+Mpy /My pk;) 1)
1

7)

in which k, (d™') and k, (d™") are first order rate constants for
the transport from plastic to biota lipids and vice versa (assumed
to depend on plastic size™), Cpp; (ug X g ") is the average HOC
concentration in all ingested plastic from all ingested food items
at the moment of ingestion by predator /', and Cypp; (g X g~

I3

lipids) is the concentration in the lipids of predator ‘i
Chog,i

Cimp,; = ’

(Crip, Foms

‘"), Mp_ is the total ingested plastic mass, and M p is the lipid

with f1p,; being the lipid fraction of predator

mass in the predator. For convenience, eq 7 can be rewritten in a
: 3s
simple form

CPLR,i = APLkICPL,i - APLkZCLIP,i (8)
with
1 = Ut (My, /Myp)k)GRT
App, = M
k, + %k
1 My 2 (9)

The variable Cpy; in eqs 7 and 8 represents the average HOC
concentration in all ingested plastic originating from all ingested
prey species or food items %j at the moment of ingestion by
predator 7’. The chemical concentration in plastic in an ingested
prey species j’ depends on the time (¢ < GRT)) that plastic has
spent in the gut of prey species j since the moment of ingestion
by predator ‘i’. Because in a natural food web where organisms
can be assumed to randomly ingest plastics, all time points ¢ with
t < GRT; are equally likely, an average HOC concentration in
plastic is calculated for each prey species j by
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M,
K+ Pk,

{szLIP ~kCp,;i ] (e—(GRT(k1+(MPL/MLIP)kz)) _ 1)
Mpp

M,
(kl + M—I’Lkz) X GRT

Lip (10)
Eq 10 provides the average chemical concentration in plastic
present in a species, dependent on the concentration upon
ingestion, kinetic constants, the plastic/lipid mass ratio, and the
gut retention time of the species. A detailed explanation of eq 10
is provided as Supporting Information (SI Section S1).

Averaging Chemical Concentrations in Plastic in the Food
Items of the Diet. Over time, the predator ingests a mixture of ‘n’
food items, each having an individual Cpy 4, (from eq 10). These
individual Cpy ,, values are used to calculate one average value
with the mass fractions of the ingested prey species as weighting
factors. Our rationale for this approach is as follows. First, it is
likely that chemical transfer among the plastic particles
originating from different prey species 5 in the gut of predator
‘1’ is faster than the lipids of the predator. After all, the plastics are
mixed together in the same gut fluid with surfactants and
micelles enhancing chemical solubility and exchange,’ whereas
transport to lipids requires transfer across multiple cell
membranes and layers.'”*° This would effectively lead to fast
equilibration among the plastic particles in the gut, leading to
one average concentration with masses of contributing plastics
as weighting factors. Second, even if this transport were to be
slow, a weighted average would best represent the net effect of all
individual transfers from ingested plastics with their individual
E’Pm values to the lipids of the predator. Consequently, the
effective HOC concentration in the total mass of plastic ingested
by predator ‘i’ (Cpy;), which is required as input for eqs 79, is
calculated as

_ i p.SpL;
CoLi = 71]4
2 Z,—=1P}-SPL,,‘

j=1

PL,ta,j

(11)

As our model application does not require that time trends in
HOC and plastic abundance exposures are simulated, a steady
state solution of eq 6 is used (dCyoc,/dt = 0), as was argued
before by Koelmans et al.”*® The model needs HOC
concentrations in water and in free floating plastics as input
variables. Depending on the exposure scenario to be modeled,
(part of) these values can either be taken from measurements,
can be set to zero, or can be inferred from partitioning
relationships such as the plastic-water partitioning coefficient
(Kpp; L X kg™).

Combination of the above eqs 6—9, 10, and 11 leads to the
following steady state solution for bioaccumulation of HOCs by
a species from multiple food items containing microplastics:

KgermCy + IR; Z?:lpj(SFOOD,jaFOOD,jCHOC,j + Spr,ApckiCor, )
IR, Z;:I (p](SPL,jAPLkZ/fLIP,i)) + Kioss

Choc,i =

(12)

By using the outcomes of eq 12 for each of the species, as input
to all other species that consume them, transfer of microplastic
and HOC:s across trophic levels can be simulated. As a result of
this linking, subscripts i’ apply to a species as long as it acts as a
consumer in the web, whereas the same species receives
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subscript ’j’ in the equations, once it acts as a food source for
species elsewhere in the food chain.

The model was implemented in Excel version 2016. The
spreadsheet model was verified by manually calculating all steps
in the transfer of microplastic and one HOC along the trophic
chain (SI Section S2). Differences between the manual and
Excel calculations remained within 3% and were explained from
the fact that manual calculations used rounded figures, in
contrast to Excel.

End Points Used To Analyze Modeling Results.
Microplastic concentrations in the biota (Cp ) and HOC
concentrations in the biota lipids (Cy;p) are the main output
parameters of the model and are used to calculate various
bioaccumulation metrics with relevance for risk assessment.
Biota magnification factors (BMF) for HOCs were calculated as
Cuip,/ (E;‘zlijLIp’j), and for microplastic as Cpyp;/ (E;;lp%'CPLB,j) ,
to fully represent the heterogeneity of the diet.”” The
preferences were recalculated without the contribution of the
microplastic. We excluded plastic as a diet component in the
calculation of BMF because this agrees to how field BMF values
reported in the literature are calculated. Trophic magnification
factors (TMF) were calculated from the regression between Cyp
and trophic level (TL): log,oCyip = a + b X TL, with TMF =
10> The metrics BMF and TMF facilitate evaluation of
accumulation across different predator—prey combinations and
biomagnification along the food chain, respectively. BMF and
TMEF values >1 indicate biomagnification, whereas values <1
indicate trophic dilution.>*

B FOOD WEB ACCUMULATION OF MICROPLASTIC
AND ASSOCIATED PCBS AND PAHS IN AN ARCTIC
FOOD WEB

We applied the MICROWEB model to simulate transfer of
microplastic along a marine Arctic food web (Figure S2). This
food web is defined using biological data previously reported by
De Laender et al.'’ and reaches up to the polar bear as top
predator. This food web can be seen as a spatiotemporal average
of a sub-Arctic and an Arctic food web and is suggested to
become more relevant as a result of climate change.>® Five
trophic levels are included: phytoplankton (TL 1),
zooplankton (TL = 2), polar or arctic cod (Boreogadus saida)
(TL = 3.4) hereafter referred to as polar cod, Northern shrimp
(Pandalus borealis) (TL = 3.5), capelin (Mallotus villosus) (TL
= 3.5), Atlantic herring (Clupea harengus) (TL = 3.6), Atlantic
cod (Gadus morhua) (TL = 3.7), seal (Phoca spp.) (TL = 4.0),
and polar bear (Ursus maritimus) (TL = 5.1) (Figure S2, Tables
$2—S5). Phytoplankton as well as zooplankton were modeled as
functional groups, without further speciation within the groups.
Characteristics for the functional group “seal” (Phoca spp.) were
based on combined data for Harbour, Ringed, and Harp seal.
Trophic levels were obtained from the literature describing
Arctic food webs and a fish database®* (Table S3). To illustrate
the sensitivity of the model output to food web structure, also a
fully Arctic food web was modeled, omitting the sub-Arctic
species, which assumes a linear feeding structure of phyto-
plankton, zooplankton, polar cod, seal, and polar bear.”*>*
Ten PCBs [CB 2, 8,28, 52,101, 118, 153, 180, 206, 209] and
ten PAHs [acenaphthene (Ace), anthracene (Ant), phenan-
threne (Phe), pyrene (Pyr), fluoranthene (Flu), benzo[a]-
anthracene (BaA), benzo[b]fluoranthene (BbF), benzo[gh,i]-
perylene (BghiPer), indeno[1,2,3-cd]pyrene (Ind123P), and
coronene (Cor)] were modeled, spanning a wide range of
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logK oy values (from 4.60 to 8.27 for PCBs and from 3.98 to 7.64
for PAHs; Tables S6, S7).

Model Parameters. Most biological parameters were taken
from De Laender et al.'” and references therein (Tables $2—S5).
Ingestion rate and GRT were based on literature values (Table
S4). When more than one value for a parameter was found, the
average (in case of 2 or 3 data points) or the geometric mean (in
case of >3 data points) was used, and in all cases the range is
provided (Table S4). Sometimes unit conversions were required
(Table S4). Because for capelin no value for the GRT could be
found, we used the value for Atlantic herring, which is a species
similar in weight. For phytoplankton, chemical uptake and
elimination occur via transfer across cell walls; they do not
“ingest” particles. The plastic water partition coefficients (Kpp )
for high density polyethylene (HDPE) were used, as provided by
Endo and Koelmans.>

Chemical concentrations in Arctic water were available for
five PCBs (9.23 X 1078-2.13 X 1077 ﬂg x L") and seven PAHs
(9.11 X 1078-2.37 X 107° pg x L™").>”*® For concentrations in
plastic, global concentration data were available for nine PCBs
(0.079—1.08 ug X kg™') and ten PAHs (0.179—23.8 ug X
kg_l)‘g%63 (Tables S6, S7). For HOC concentration in plastic,
geometric means were used, and concentrations in water were
calculated with Kp;. Negative values were omitted, and zero
values were replaced by 50% of the detection limit or the
minimal value reported, in case a detection limit was not
reported (e.g., as in Hirai et al.>”). When concentration data for
chemicals were not available, values from the chemicals with
similar logKy were used (e.g., for PCB 2 the value for PCB 8
was used).

Metabolization rates for PCBs are known to be small and
therefore were assumed negligible.(’4 For PAHs, metabolization
rates for phytoplankton also were assumed to be negligible. PAH
metabolization rates for zooplankton and shrimp were
calculated according to Berrojalbiz et al,** and for fish and
mammals PAH metabolization rates were calculated according
to Arnot et al.*® and Moermond et al.*” (see eq S38 for details).

Scenarios. Various scenarios were simulated in order to
answer our research questions regarding trophic transfer of
microplastics and associated HOCs. The scenarios are briefly
described below.

Trophic Transfer of Microplastic as a Function of Ingested
Plastic Mass. Concentrations of microplastics in all the
components of the food web were modeled for scenarios with
0, 1, 3, 10, 30, and 99% microplastic in the ingested diet. The
99% scenario complies to the high plastic-biomass ratios
reported recently by Chen et al.’" as well as to possibly high
doses of microplastics that would occur in hot spots as emissions
of plastic to the oceans increase in the future.”® Using 99% or
100% was arbitrary; there were no discernible differences
between model outputs for these percentages.

Effects of Microplastic on Bioaccumulation of PCBs and
PAH. Two types of scenario calculations were used to investigate
the effect of plastic on bioaccumulation of HOCs, for two
contrasting groups of HOCs: PCBs, with zero or low
metabolization, and for PAHs, with more substantial metabo-
lization. First, the effects of increasing plastic abundance were
assessed by varying the fraction of microplastic in the organisms’
diets between 0 and 99%, assuming chemical equilibrium
between microplastic and seawater. The plausibility of sorption
(near-)equilibrium for microplastics has been motivated
before”*°"*’ and complies to the common equilibrium
partitioning approach in chemical risk assessment of contami-
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Figure 1. Concentration of plastic in biota (g plastic X g™* biota) (A) and the trophic magnification factor (TMF) (B) for percentages of microplastic

in the diet of 0, 1, 3, 10, and 99% by species in an Arctic food web.

nated solids.”””" The age of microplastics in the oceans is at least
several years," whereas (de)sorption times scales are less.””
Second, this sorption equilibrium scenario was compared to
scenarios with chemical concentrations in microplastic at higher
as well as at lower than their aqueous phase equilibrium
concentrations, to assess implications of the nonequilibrium
behavior of additives and sorbing chemicals, respectively.

Sensitivity Analyses. A local sensitivity analysis was
performed using the “Morris method””® for the parameters:
Ky, Ky, Kow, Ky GRT, f1p, and IR. These default scenario
parameter values were varied by +10%, and the effects in
predicted chemical concentrations in each species’ lipids were
recorded.

B RESULTS AND DISCUSSION

Accumulation of Microplastic in an Arctic Food Web.
Steady state microplastic concentrations vary with trophic level
and with abundance of microplastic in the diet (Figure 1A).
Concentrations are lowest for Atlantic herring and highest for
seal. This trend among species in the food web is the same for all
ingested plastic fractions (1 to 99%). Our theoretical calculation
shows that concentrations can reach high levels, i.e. approaching
1 g X ¢! of microplastic for seal, when very high plastic to
biomass ratios would be present in their habitat and in habitats
of the species they feed on. When the fraction of plastic in the
diet exceeds 30%, the resultant microplastic mass fraction
exceeds the lipid fraction for zooplankton and Atlantic cod. At
99% this is also the case for the Northern shrimp, polar cod, and
seal.

For all scenarios with plastic ingestion, BMF values were
higher than 1 for Atlantic cod and seal indicating accumulation
between these specific predators and their preys (Table S12).
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BMFs were highest for seals, up to 8.0. This is explained from the
relatively high ingestion rate and gut residence time of the seals.
Data compiled by Bakir et al.'* also showed the highest plastic
content in the stomach for seals. Interestingly, the BMF for polar
bear is almost negligible (<0.1).

TME values are below one and decreased from 0.88 to 0.75
when the fraction of plastic in the diets is increased from 1 to
99% (Figure 1B). This indicates that on the level of the entire
food chain, trophic dilution rather than magnification of
microplastic concentrations is expected. We performed addi-
tional calculations where microplastic was only included in the
diet of zooplankton, as an entry point at the base of the food
chain. This calculation thus shows the transfer of microplastic
when no parallel uptake of pure microplastic at the higher
trophic levels would occur. This more pure measure of
biomagnification yielded TMF values below 0.05 (Figure
SSD), clearly indicating that theory predicts trophic dilution
and not biomagnification.

The results from these microplastic scenarios can be
understood by the mechanisms of microplastic uptake. Whereas
for POPs, biomagnification involves the digestion of food,
leading to higher than equilibrium fugacity and transfer to lipid
reservoirs, © concentrations for microplastics are thought to
merely reflect the balance between ingestion, gut retention, and
egestion. This does not imply that magnification cannot exist
between specific combinations of predator and prey, as was
demonstrated here most clearly for seals. However, using
biologically realistic ingestion and egestion data for the species
expected in this Arctic food web revealed that no magnification
occurs on the level of the entire food chain.

We performed additional calculations where the food web was
defined to represent a fully Arctic food web, omitting the sub-
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Figure 2. Predicted chemical concentrations (ug X g™* lipids) of PCBs (A, B, C) and PAHs (D, E, F) in zooplankton (A, D), Atlantic cod (B, E), and
polar bear (C, F) of an Arctic food web, as a function of chemical nonequilibrium, and fraction of plastic in the ingested diet (0—99%). Scenario
calculations where chemicals in microplastic and water are at equilibrium are indicated with “Equilibrium” and have a “Nonequilibrium factor” of 1. For
the nonequilibrium scenarios, the concentrations in microplastic were multiplied with a nonequilibrium factor of 0 (clean plastic), 0.01 or 0.1
(“underequilibrium”), or a factor 10, 100, or 1000 (“overequilibrium”). The dotted line indicates the chemical concentration for the scenario with zero
plastic in the diet. Plastic fractions below the line have a cleaning effect, and plastic fractions above the line have a vector effect.

Arctic species. For this web, very similar levels of accumulation studies™'>'*** and is 2-fold. First, biomagnified PCBs in biota
of microplastic were obtained (Figure S6A). Food web have a higher fugacity than those in ingested microplastics,
accumulation of microplastic thus is not very sensitive to food leading to overall less magnification when more plastic is
web structure, which is explained by the same mechanisms of present. Second, PCBs are rapidly biomagnified from prey by
microplastic uptake mentioned above. digestion,”®*””* whereas they are only absorbed from micro-
Effects of Microplastic on Trophic Transfer and plastics by retarded polymer diffusion,”””* which is far less
Biomagnification of HOCs. Accumulation of HOCs in an efficient. This difference between the bioavailability of HOCs in
Arctic Food Web Contaminated with Microplastics. Like for natural organic matter and polymers has been experimentally
the microplastic concentrations (Figure 1), steady state HOC verified by Beckingham and Ghosh.”® Hence, replacing part of
concentrations vary with trophic level and with abundance of the diet by microplastics thus results in lower biomagnification.
microplastic in the diet (Figure 2 “Equilibrium” scenario’, Figure The effect is higher for higher plastic fractions in the diet (Figure
S4, Tables S13, S14). In the absence of microplastic (0% S4B, S4E), for higher hydrophobicity of the HOCs (not shown),
plastic), PCB concentrations in biota lipids increase along the and for higher trophic levels in the food web (Figure 24, 2B, 2C
chain for all species in Figure S4B, S4E, Table S13. The model “Equilibrium” scenario’, Figure S4B, S4E), which we quantify

thus predicts biomagnification of PCBs, just like traditional here for the first time.
bioaccumulations models do.”> When higher percentages of Several recent studies provide support for the approach and
microplastic are present in the diet and assuming chemical trends predicted here. The model has been applied to laboratory
equilibrium between water and ingested microplastic, this bioaccumulation data, and fitted model parameters were
biomagnification is attenuated until it is fully absent at the consistent with predictions based on polymer diffusion first-
highest simulated plastic concentrations (99%) (Figure 24, 2B, principles and kinetic experimental data.” A recent experimental
2C “Equilibrium” scenario’, Figure S4B, S4E). The explanation study reported less uptake of PCBs by lobster in the presence of
for this “cleaning” mechanism has been provided in earlier clean microplastics,** which is consistent with the PCB
8515 DOI: 10.1021/acs.est.8002515
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simulations presented. Seemingly in contrast, another recent
study could not detect a “cleaning” effect for PCBs when 40% of
PE microplastics was included in the diet of rainbow trout.”®
However, confidence intervals in the rate constants spanned 1—
2 orders of magnitude, probably preventing the statistical rigor
required to detect the effect.”®

Interestingly, model results for PAHs show trends opposite to
those obtained for PCBs (Figure 2D, 2E, 2F “Equilibrium”
scenario’, Figure S4C, S4F; Table S14). Without microplastics
in the diet, PAH concentrations generally decrease, a process
referred to as ’biodilution’.> For all species except for
phytoplankton, increasing the fraction of ingested microplastic
increases bioaccumulation of PAHs up to 1 order of magnitude.
As the hydrophobicity range largely overlaps with those for the
PCBs and modeling principles are the same except for the
metabolization which for PAHs is included, the latter process
explains the difference. Metabolization causes the fugacities in
lipids to be lower than those in ingested plastic, causing transfer
of PAHs to biota lipids. When more microplastic is ingested, a
higher proportion of ingested PAHs is transferred via the plastic,
whereas a smaller proportion of PAHs is available for
metabolization. Phytoplankton was assumed not to be able to
metabolize PAHs substantially; therefore concentrations were
higher compared to the other species.

The patterns described above are also reflected in the
bioaccumulation metrics BMF and TMF. For PCB congeners,
BMF values ranged between 0.9 and 170 without microplastic in
the diet and between 0.8 and 45 with microplastics in the diet
(Table S15). PCB BMF values for polar cod, feeding on Calanus
for an Arctic food web in the North of Alaska,”” were between
1.1 and 4.5, which agrees well to the here estimated values for
polar cod feeding on zooplankton (BMF = 1.08—6.34). For
PAHs congeners, BMF values ranged between 9.6 X 10~*and 37
without microplastic in the diet and between 2.4 X 107> and 170
with microplastics in the diet (Table S16).

For PCB congeners, TMFs ranged between S and 37 when
microplastic was not included in the diet and increased with
congener hydrophobicity (Figure SSB). Also these TMFs for
PCBs overlap with the TMF values between 1.29 and 6.69 for a
similar Arctic food web in the North of Alaska.”” Already with
1% microplastic in the diet, TMFs decrease to a range between 4
and 9 and have a maximum at intermediate PCBs; 52, 101, and
118. This maximum becomes less clear at higher percentages of
microplastic with TMF values for the lower congeners becoming
less than one when >99% of the diet is microplastic.

For PAHs, on the compound level, TMFs were low, ranging
from 0.1 to 2.1 when microplastic was not included in the diet
(Figure SSC). With 1% microplastic in the diet, TMFs are
between 0.2 and 2.7 with the highest values for PAHs with
highest logKqy. The relatively high TMF for coronene can be
explained by the high logKy value and low metabolization rate.
Note however that this TMF is much lower than PCBs with
similar high logKyy values. With increasing fraction of plastic in
the diet, TMFs for low molecular weight PAHs increase,
whereas TMFs for high molecular weight PAHs slightly
decrease.

Like for food web transfer of microplastics as such, we also
performed additional HOC scenario studies assuming micro-
plastic was only included in the diet of zooplankton, as an entry
point at the base of the food chain. The results indicate that
excluding direct ingestion by species higher in the web
attenuates the effects for PCBs (less “cleaning”) and low
molecular weight PAH but generally increases the food web
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effects for high molecular weight PAH. Details are provided as SI
(Section S3, Figure S4E, S4F, SSE, SSF).

Finally, we also performed additional calculations where the
food web was defined to represent a linear fully Arctic food web
(Figure S6). It appears that the increasing and decreasing trends
in HOC bioaccumulation with increasing plastic dose for PCBs
and PAHs as described above do not change (Figure S6B,C).
However, for PCBs, the linear food web (Figure S6) shows less
bioaccumulation for the highest trophic level than for the default
food web, which is explained from the shorter length of the linear
Arctic food chain.

Implications of Nonequilibrium between HOC Concen-
trations in Microplastics and Water. The simulations discussed
in the previous section assumed equilibrium partioning (EqP)
between HOCs in water and microplastics. EqP is widely
accepted as the default condition used in the ecological risk
assessment of HOCs.”>”*”" As for oceanic microplastic, it has
been argued that EqP can be assumed as well,”*” and ZPCB and
XPAH concentrations showed little variation among pellets in
the North Pacific Subtropical Gyre.”' Nevertheless, here we
present simulations where the aqueous phase concentration was
kept constant, and the HOC concentration in the microplastic
was set at 0 (clean plastic), 0.01, 0.1, 1, 10, 100, and 1000 times
the value of the EqP scenario (Figure 2). Scenarios 0, 0.01, and
0.1 thus represent cases where the plastic is in “under-
equilibrium”, implying that HOCs are in the process of rate-
limited sorption to the plastic. Scenario ‘1’ represents the
previously discussed default EqP scenario, and scenarios 10, 100,
and 1000 explore the cases when HOCs in plastic are in
“overequilibrium”, which could be representative for some
additives which are still in the process of rate-limited desorption
from microplastics.

Compared to the EqP scenario, “underequilibrium” decreases
chemical concentrations in lipids, whereas “overequilibrium”
increases the chemical concentrations (Figures 2, S7).
Furthermore, for PCBs the decrease in bioaccumulation with
increasing plastic dose is more pronounced at ‘underequilibrium
and less pronounced at “overequilibrium”. For Northern shrimp,
Atlantic cod, seal, and polar bear, overequilibrium causes
ingested microplastic to act as a carrier of contaminants, yet the
extra bioaccumulation becomes less with increasing plastic dose.
The latter “secondary cleaning effect” however pertains even
when the PCB concentrations in microplastic are 1000 times
higher than in the EqP scenario. For zooplankton and the other
species, this secondary cleaning effect does not occur, and the
net vector effect increases with increasing overequilibrium factor
as well as with increasing plastic dose. When cleaning of
organism lipids by ingestion of microplastic is defined as the
reduction of bioaccumulation compared to a scenario without
plastic, a “cleaning” break-even point (CBP) can be defined. The
CBP then is the point where the decrease in bioaccumulation
due to the cleaning effect is exactly compensated for by
overequilibrium. Although CBP values essentially relate to the
specific combination of a species, chemical and plastic dose, here
we present CBP values for sum PCBs. They were obtained by
fitting the nonequilibrium factor until the calculated bioaccu-
mulation was identical to the bioaccumulation calculated for the
zero plastic scenario, using the Excel solver tool. For sum PCBs,
the CBP values range from 1.4 to 3 X 10° among species, and
generally increase with trophic level and microplastic fraction in
the diet (Figures S7, S8).

For sum PAHs (Figures 2D, 2E, 2F, S7), underequilibrium
leads to a decrease in PAH concentration with increasing plastic
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ingestion at higher trophic levels (e.g, Figure 2; panel E,
scenario 0 and 0.01, and panel F scenario 0), whereas for the
other species, PAH concentration increases with increasing
plastic ingestion. Also here the CBP concept applies, that is,
when nonequilibrium is higher than the CBP, ingested
microplastic acts as a vector for PAHs. In contrast to PCBs
where CBP values are higher than 1, for PAHs the values are
lower than 1, i.e. between 0.03 and 0.29 depending on the
species and plastic ingestion dose (Figures S7, S8). Secondary
cleaning does not occur for PAHs (Figure S7). These
calculations show how the MICROWEB model can be used
to assess prospective risks for POPs and additives under a variety
of (non)equilibrium scenarios, despite the inherent complexity
of chemical-microplastic interactions in food webs.

Sensitivity Analyses. We perfomed a sensitivity analysis
emphasizing the novel parameters that drive the role of
microplastic in the food web accumulation of HOCs (Table
S$17). In general, Cyjp was more influenced at higher trophic
levels. The model was most sensitive to Kp; (up to 250), which
can be explained from the fact that this parameter determines
the HOC concentrations in the water. For sum PCBs, IR and
frp were the next sensitive parameters, with a sensitivity of 2 to
3. For sum PAHjs, the sensitivities to IR, f; p, Ky, and Kgyy were
all around 1, indicating low sensitivity. Interestingly, model
output was not very sensitive to the HOC kinetics in the
organisms’ gut (k; and GRT, Table S17).

B GENERAL DISCUSSION

We presented a theoretical model that simulates trophic transfer
of microplastics and associated chemicals in biologically realistic
food webs. Model analysis showed that although biomagnifica-
tion of microplastic is not predicted, the trophic transfer as such
has profound effects on the biomagnification of HOCs like PCBs
and PAH. Because the effect is opposite for nonmetabolizable
versus metabolizable HOCs, the net effect on ecological risks
quotients for chemical mixtures depends on the relative
concentrations of the components of the mixture and their
interactions. In our case, PCB concentrations in biota lipids were
2—3 orders of magnitude higher than PAH concentrations.
However, this may differ among locations and emphasizes the
need to consider chemical risk on a case by case basis. We
showed how the MICROWEB model can be used to assess
prospective risks for POPs and additives, given the complexity of
chemical-microplastic interactions inherent to food webs.
Effects of microplastics on HOC accumulation generally were
small when microplastic made up less than 3% of the diet, a
condition which probably is met for many habitats. However,
fractions of microplastics in biota diets may increase in the future
and may differ locally. Recent data showed a plastic to biomass
ratio of 180 for the North Pacific Subtropical Gyre,”" which
would validate the relevance of the highest microplastic diet
fractions modeled here. This does not imply that the exposure to
some plastic-associated HOCs would be of primary concern.
After all, the low food quality of a 99% plastic diet would have a
far more direct and fast impact, i.e. via starvation, than increased
exposure to HOCs.

As mentioned above, the concepts behind the MICROWEB
model have been used and validated in earlier papers for a
limited number (ie. typically one) trophic level."'>'**"7®
Although consistent with current bioaccumulation theory, our
model also has several limitations.

Microplastic was modeled as a conservative material flowing
in and out of an organisms’ body without taking translocation
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and subsequent toxicodynamic processes into account. This
‘what goes in, must go out’ assumption is likely correct for a wide
size range of particles but not necessarily for submicron or
nanoscale particles.”” Also the chemical carrier or “Trojan horse”
function of these submicron particles is not covered by the
present implementation, whereas at the small scale, chemical
sorption and release processes are known to differ from those for
the bulk polymer material.”’

We assumed a food web structure based on the literature'”
and showed that the general conclusions also hold for a
differently defined food web.’* Still, we acknowledge that
other food webs may give different results. We thus emphasize
that the general model tool is the main merit of this work, rather
than the specific simulation results for the case studies provided
here. Food webs can be defined in different ways, i.e. modeled
dynamically®” or assuming a steady state with fixed diet matrices
based on best available information.

We assumed certain fractions of microplastics in the
organisms’ diets; however, we have no information yet on how
to accurately translate environmental concentrations to such
fractions. For zooplankton, the diet fraction probably can be
equated to the microplastic fraction in the mixture with
phytoplankton; however, for higher trophic levels it is not that
clear how much free-floating microplastic would be ingested
besides that incorporated in the diet. We used a scenario
approach that considered a wide range of diet fractions, however
being the same for all species. In reality these fractions are
supposed to be more variable across species, individuals of a
species, locations, and time. This environmental variability is
however not known. Nevertheless, it will not affect the trends
reported here, whereas simulations may be updated once more
specific information becomes available.
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Section S1

Full model description
Detailed explanation of the steady state solution (eq. 12 in the main text).

The steady state condition applied to Eq. 6 in the main text, implies:

dCroc
% = KgermCw + IRi 21 pj (Sroopjaroon,iCroc, + SpLiCpLr,,) — KiossChoc,it = 0 Eq. S1

Which can be rewritten to:

— Cuoci
KgermCw + IR XjL pj (SFOOD,jaFOOD,jCHOC,j + Sprj(ApL,i K1Cpri — ApL k2 HOPCI )) — KiossChoc,i = 0 Eq. S2

fLi

Which can be rewritten to:

C

fHOC-'i) — KiossCroci = 0 Eq. S3
LIPi

KgermCw + IR] Y=1 Pj(Sroop,@roop,iCroc, + Sp; Apr Ky Cppi) — IRYL, pj (SPL,jAPL k,

Factorization in terms of the unknown quantity Cyo(; yields:

_ Choca
KdermCw + IR] Zjt1p;(SroonsaroonCroc; + Serj Apk; CpLj) — Chocje (IR Xitip; (SPL,jAPL k, f:IOPC]) + kloss) =0 Eq. S4

which can be rewritten to obtain an equation for Cyoc; under the condition of steady state

(Eg. 12 in the main text):

kKdermCw+IR; Z;'l:1 P;(Sroop,j@roop,iCroc,+SpL Apk,Cpyp)
IRi Z;’L:1(pj(SPL,jAPLkZ/fup,i))"'klOSS

Choc,i = Eq. S5

Time averaged chemical concentration in plastic during gut passage (explanation of
Eq. 10 in the main text)

The chemical concentration in plastic in an organism at a certain time during gut passage
(Cppe) is:

CpLt = C_PL,i — CpLre Eg. S6

In which Cp, ; is the average HOC concentration in plastic at the moment of ingestion and

O<t<GRT. The Cp,; is calculated from the concentrations in all ingested plastic items in Eq.

14. Combination of Eqg. 8 and S6 leads to:

Cpre = C_PL,i — Apy, k1C_PL,i + Apr, k2Cpip Eq. S7
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Because Eq. S7 quantifies the concentration in plastic during gut passage, the time-

averaged (ta) concentration in that plastic (Cpyt,) (Mg X g*) can be obtained by integration of

Eq. S7 with boundaries t=0 and t=GRT, and dividing by the gut retention time GRT:

1 t=GRT

Crria = mftzg (Cpri — Apy k1 Cppi + Apy ko Cpyp) dt
= 1 (t=GRT, = _

Crrta = mftzg (Cpri + Apy (k2Cuip — k1 Cpyp)) dt
~ 1 (t=GRT, =

Crrta = Eft:(] (Cpri +ApL R) dt

R= (kZCLIP - kIC_‘PL,i)

CPL,t:o =C

1 t=GRT R R
J

~ — —(zt
CPL,j _E t=0 (C+;—;€ (z ))dt

R koCLip—k1Cpp i
D=_=(2L1P 1CpLi)

z k1+1‘1;1:;ll‘)k2
~ 1 t=GRT _
Crita = g Jioy (€ +D —De”®D)dt
_ 1 Dpe—(z)1t=GRT
Cpria = CRT [t(C +D) + 2 ] o
~ =L pe”CRT™® by _ 1 D ,—(GRT*z) _
Corta = == {GRT(C + D) + 2— 2} =—{GRT(C+D) +2(e 1)}

D(e_(Z*GRT)—l)

Crrea = (C+ D) +———0

Which leads to:

_ M
k2Crip—k1Cpp e—(GRT(k1+MZ;k2))_
Mpy,

Mpip

1

k1+ 2

= (& k2CrLip—k1Cpyp i
Cpria = (CPL,i + PRLLET +
T

(k1+

Mpy
k2)XGRT
Mpip 2)

Eq. S21 (or Eg. 10 in the main text) provides the average chemical concentration in plastic

present in a species, dependent on the concentration upon ingestion, kinetic constants, the

plastic/lipid mass ratio and the gut retention time of the species.

Eq.

Eq.

Eq.

Eq.

Eq.

Eq.

Eqg.

Eq.

Eq.

Eq.

Eqg.

Eqg.

Eq.

Eq. S21

S8

S9

S10

S11

S12

S13

S14

S15

S16

S17

S18

S19

S20

S3



Auxiliary equations
The following auxiliary equations are used:

Chemical concentration in water (ug x L™2):

C
CW — PL
Kpp

Lipid-plastic equilibrium partition coefficient (-):

_ kLip
KpLip = HpL

Rate constant for lipid to plastic transport (d?):

k
kz == L
Kprip

Lipid-water partition coefficient (-):
Kiip = Kow

Dermal absorption rate constant from water (L x g x d%):

wk

pCHZ,j+ 1

Kow Yo

kaerm =
PHyow™

Mass ratio plastic/lipid in the organism (-):

Mpp _ SpLi
Mpip frpi

Uptake pathways

Uptake of chemicals via the different pathways can be calculated as:

Dermal uptake = Kjopm Cy
Food uptake = IR; Z?:l P;Sroop,j%00p,iCroon,

Plastic uptake = IR; Z};lpjsm_j Aprk, Cpy

Total loss of chemicals from biota

kioss (d1) is the sum of all loss process first order rate constants:

kloss = kw,X,out + kf,X,out + kGROWTH + kMETAB

Elimination to water?®:

1 wk

k = *
WX, 0Ut T g b ix(Kow—1)+1

PCH,i, 1
Cz,l+

Kow ' Yo

PH0wT

Eq.

Eq.

Eq.

Eq.

Eqg.

Eqg.

Eq.

Eq.

Eq.

Eq.

Eq.

S22

S23

S24

S25

S26

S27

S28

S29

S30

S31

S32

S4



Elimination by faeces:

1 wk

Krxour = fuipi* (Kow—1)+1 " PH,0f+ KPCHZ'i - L Eq. S33
ow*aT  Fripn*Kow* (1-apoop,i)*vf+ar

With fipp = m Eq. S34

Elimination by growth dilution (d*)! or with growth dilution rate from literature:

kerowrn = Vb * qr *w ™" Eq. S35

Elimination by metabolism (ku,n; d) for zooplankton and shrimp was calculated according to

Berrojalbiz et al.? using the regression logkw=-0.11logKow-2.92.

Elimination by metabolism (kw,,; d*) for fish and mammals is modelled according to Arnot et
al.3:

-0.2

5
Ky = K % % @(0-01(Tn=Ty) Eq. S36

In which kv is the metabolisation rate, w is the weight of the species, T is the water
temperature, ‘i’ stands for the references species and conditions and ‘n’ for the target species
and conditions. For the reference condition ‘i we used data provided by Moermond et al.?,
yielding the regression: logkwy=-0.8*logKow+4.5 for a fish of 4.2 g at a water temperature of
20°C. The average water temperature in the Arctic region was set at 2°C. Following De

Leander et al.®, to account for the potential higher metabolisation rates for mammalian cells,

the rate for mammals was increased with a factor of five.

Total overall loss can be calculated as:

Total loss = IR; X.]—1(0j (Sp1,jAprk2/f1ipi)) + Kioss Eq. S37
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Table S1. Overview, description and units of model parameters

Parameter | Description Value/ Unit
Equation

aroob absorption efficiency food Table S2 -

ArL absorption coefficient from plastic Eq. 9 -

CHoc steady state chemical concentration in biota (ww) t= Eq. 6, 12 ug x gt Ww
infinity

Cup steady state chemical concentration in lipids t= Crocl/fup ug x gt lipid
infinity

Cris plastic concentration in biota Eq.1,2,4 g plastic x g

biota

CpLi average chemical concentration in all ingested plastic | Eq. 11 ug x gt
from all ingested food items at the moment of
ingestion by predator ‘i’

CrLta time-averaged chemical concentration in plastic Eq. 10, Eq. S21 ug x gt
during gut passage

Crr transferred concentration from plastic particles to Eq.7,8 pg x gt
biota lipids

CrLw Chemical concentration in plastic in steady state with | Table S6, S7 pg x gt
water

Cw chemical concentration in water Eq. S22 pg x Lt

fup lipid fraction Table S2 -

fLipn weighted lipid fraction Eq. S34 -

GRT gut residence time Eq. 3, Table S4 d

i predator Variable -

IR food ingestion rate per WW organism Table S4 gx gt WW x

dt

j ingested food items Variable -

K rate exponent 0.252 -

k1 rate constant for plastic to lipid transport 2.1 d?

k2 rate constant for lipid to plastic transport Eq. S24 d?

Kderm dermal absorption rate constant from water Eq. S26 Lxglxd?

KX, out food egestion rate constant Eq. S33 d?

Kgrowth growth dilution constant Eq. S35 d?

Kuip lipid-water partition coefficient Eq. S25 -

Kioss sum of all losses Eg. S31 d?

Kioss,pL loss of plastic from the gut by faeces Eqg. 1 -

Km metabolisation rate by organism Eq. S36 d?

kow octanol- water partition Table S6, S7 -

KpL plastic - water partition coefficient Table S6, S7 L x kg?

Kpuip lipid-plastic equilibrium partition coefficient Eq. S23 -

Kw,x,out excretion via water Eq. S32 d?

Mup lipid mass fraction (=fup) Eq. S27 -

MepL plastic mass fraction of the sum of all ingested plastic | Eq. S27 -
(of equal size and composition) (=SeL)

MpL/Muip mass ratio plastic/lipid in the organism Eq. S27 -

n total number of ingested food items Variable -

p food preference (0<p<1) Table S5 -

ar temperature correction factor Table S2 kg x kg

Sroop mass fraction food 1- SpL -

SpL mass fraction plastic Eq. 5 -

t time Variable d

w species wet weight Table S2 kg

Yb Biomass (re)production coefficient 6*1042 kg¥x dt
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yi food ingestion coefficient 5*1032 kgX x dt
PcH2,j lipid layer permeation resistance Table S2 d x kg
PH20,f water layer diffusion resistance from/to food 1.10*1052 d x kg*
PH20,w water layer diffusion resistance 2.8*1032 d x kg®
Yo water absorption-excretion coefficient Table S2 kg¥ x dt

aHendriks et al.
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Model parameters

Table S2. Species parameters based on the food web of De Laender et al.®
Species | Trophic | Latin name Common name Species Weight Ref | Body Ref | Food Temperature Lipid layer Water
nr. level group (ka) lipid assimilation correction permeation absorption-
content efficiency (-)* factor (kg x resistance excretion
) kg™t (d x kg*)* coefficient
(kg* x d)*
TL w fue aroop ar Pch2, Yo
1 1 Phytoplankton Plankton 1*1012 | © 0.01 | &7 - 1 4600 200
2 2 Zooplankton Plankton 1*10° | © 0.03 | &7 0.4 1 68 200
3 3.5 | Pandalus borealis | Northern shrimp Crustacean 5.36*103 | 58 0.06 | >° 0.8 1 68 200
4 3.5 | Mallotus villosus Capelin Fish 0.05 | > 0.137 | >4 0.8 1 68 200
5 3.6 | Clupea harengus Atlantic herring Fish 0.02 | 510 0.1 | 51t 0.8 1 68 200
6 3.4 | Boreogadus saida | Polar/Arctic cod Fish 0.2 | 510 0.037 | >4 0.8 1 68 200
7 3.7 | Gadus morhua Atlantic cod Fish 5| 510 0.026 | 5% 0.8 1 68 200
8 4.0 | Phoca spp. Seal Mammals 100 | 512 0.3 | 5B 0.9 10 68 0.2
9 5.1 | Ursus maritimus Polar bear Mammals 500 | 5 0.3 | 5 0.9 10 68 0.2
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Table S3. Tro

phic levels for each species.

Species nr. | Common name Trophic level Range Ref

1 Phytoplankton 1 - | 16-18 j 19

2 Zooplankton 2 20

3 Northern shrimp 3.5 (n=3)* 3.4-36 | 21-23

4 Capelin 3.5 (n=3)? 3.2-3.9 | 212425

5 Atlantic herring 3.6 (n=3)? 3.4-3.7 | 212425

6 Polar cod 3.4 (n=6) 3.1-3.8 | 16-18,20,24-26
7 Atlantic cod 3.7° 3.2-4.1 | 25,26

8 Seal 4.0 (n=5)2 3.4-4.6 | 16-18,20,26

9 Polar bear 5.1 -] ®ijp 10

a Geometric mean value

b Average value
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Table S4. Food ingestion rate (IR; gxg WW-xd™?) and gut retention time (GRT;d™%).

Species | Common name | Food ingestion rate | Range Ref Gut retention Range Ref
nr. (IR; gxg*WWxd?) time (GRT; d)

1 Phytoplankton - - - - - -

2 Zooplankton 0.84 (n=8)2 | 0.33-1.92b 21,28 0.19 (n=6)2 | 0.013-0.5 29-32
3 Northern shrimp 1.7¢ | - 33 0.058 (n=2)¢ | 0.055-0.06! 34

4 Capelin 0.031 (n=3)¢ | 0.018-0.05 35,36 0.9 | -

5 Atlantic herring 0.024¢ | - 37in 38 09| - 37in 38
6 Polar cod 0.02" | 0.01-0.03 39 4.6™ | - 40

7 Atlantic cod 0.0126 | - 41 7" | 1-20 42,43
8 Seal 219 | - 44 0.338 (n=4)? | 0.098-0.896 45.46
9 Polar bear 0.031 (n=3)¢ | 0.0126-0.052" | 1447 1.045 (n=2)¢ | 0.51-1.58 47

@ Geometric mean value

b Values from Jorgensen et al.?® were taken from their Table 1-501 Zooplankton max feeding rate, see also references thererin.

¢ Life stage IV Northern shrimp larvae feed up to 14 prey per day at highest prey concentrations® which equals 1.7 gxg*xd?, assuming weight of prey to be 10° kg and an average wet weight of 8.2
mg (range 6.6-9.8)* for IV larvae.

4 Average value

¢ Ingestion ranged from 170-420 mg/g fish/w for 40-100 g fish (2 year olds). The lower value was used for the 40-200 mg fish as the modeled fish weight is 20 mg.

fIngestion for maximum feeding ratio for Calanus and Themisto was used: 4.93g = 98.5 mg/d, 4.49g=112.9 mg/d, 11.21g = 168 mg/d*°.

9 The relation for ingestion for adult seals was used: IR=0.079*M°7* [kgxkg™xd™], in which M is the mass**.

" Values from polar bear feeding on ringed seal from Best*’ were recalculated from 140-182 kcalxkg*xd? to 0.04-0.052 gxg*xd?, assuming that the polar bear was only feeding on seal with an
energy value of 351 kcal per 100g*.

' The geometric mean GRT contains values both for natural food items and plastic particles.

I'Values are for two juvenile penaeid shrimps: Farfantepenaeus aztecus and Litopenaeus vannamei

XNo data available for this species therefore the value for the Atlantic herring was used because it has a the most similar weight of the species in model food web.

" The value for the lowest temperature (14°C) was used.

™ Calculated with the first order rate constant of 0.009/h, valid after a 48-hour lag time before any of the marker was egested by the fish, which corresponds to a GRT of 4.6 days. The maximum GRT
was 16.7 days. 4°

" Same values as used by Koelmans et al.*®
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Table S5. Default food preference (p) matrix based on De Laender et al. 5. The sum of ingested items is always equals to one. Phytoplankton has no ingestion. Cannibalistic behaviour is

not considered.

Predator nr. 1 2 3 4 5 6 7 8 9
Diet Specification Phytoplankton | Zooplankton Northern Capelin Atlantic Polar cod Atlantic cod Seal Polar bear
component nr. shrimp herring

1 Phytoplankton 0 0.99 0 0 0 0 0 0 0
2 Zooplankton 0 0 0.99 0.99 0.99 0.99 0 0 0
3 Northern shrimp 0 0 0 0 0 0 0.2475 0 0
4 Capelin 0 0 0 0 0 0 0.2475 0 0
5 Atlantic herring 0 0 0 0 0 0 0.2475 0 0
6 Polar cod 0 0 0 0 0 0 0.2475 0 0
7 Atlantic cod 0 0 0 0 0 0 0 0.99 0
8 Seal 0 0 0 0 0 0 0 0 0.99
9 Polar bear 0 0 0 0 0 0 0 0 0
10 Plastic 0 0.01 0.01 0.01 0.01 0.01 0.01 0.01 0.01
SUM 0 1 1 1 1 1 1 1 1
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Table S6. Chemical parameters for ten polychlorinated biphenyl PCBs.

Polychlorinated biphenyl (PCBs)

PCB 2

PCB 8

PCB 28

PCB 52

PCB 101

PCB 118

PCB 153

PCB 180

PCB 206

PCB 209

Parameter SUM Unit Refs
logKow 4.60 5.02 5.58 6.02 6.42 6.51 6.82 7.21 7.90 8.27 - 50
Cw 1.90*10 1.90*10°7 1.60*107 1.80*10°7 2.10*107 9.30*10”7 pgxLt 51
Cw 2.40%107 | 2.40*107 | 1.70*107 | 8.00*10° 1.00*107 8.30*107 | pgxL* 5t
Cw 2.09*107 1.58*1077 3.33*10°8 1.70*10® 4.17*107 pgxL*t 52
Cw,ave® 2.13*107 1.96*107 1.21*107 9.23*10°® 1.55*107 7.77107 pgxL*t 51,82
Cw,calcHDPE” 5.33*10° 1.27¥10° | 4.62*10° | 5.11*10°® 7.78*107 4.04*107 2.71*107 1.94*10°® 7.25%10%° 1.70%10° 8.52*10° pgxL*t
CrL,w 8.79*10°¢ 8.79*10° | 2.17*10* 1.08*10° | 6.46*10* 4.56*10* 8.83*10* 2.40%10* 9.48*10° 7.90%10° 4.34*103 pgxg™ 53-55
ChrL,w,calc,HDP 1.00%10° | 4.15*10° 1.01*10* 1.04*10* 5.05*10* 7.61*10* pgxg™
b
E
logKp. ¢ 3.22 3.84 4.67 5.33 5.92 6.05 6.51 7.09 8.12 8.67 Lxkg 5657

@ Average value of literature values found for individual PCBs in the Arctic area

b Chemical concentration calculated with the logKp, for high density polyethylene (HDPE): C,=Cpw/KpL
¢ No value available for PCB 2 therefore the value of PCB 8 was used
4 Kp, for high density polyethylene (HDPE) was calculated from measured Cp, data from Rochman et al.>® according to the method of Endo and Koelmans®’. In short, the regression coefficients from

Lohmann et al.%® for low density polyethylene (LDPE) were used to calculated Cy, from which K, constants were calculated. The regression between Kp and Kow Was used to extrapolate Kp. values
for our chemicals.
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Table S7. Chemical parameters for ten polycyclic aromatic hydrocarbons (PAH).

Polycyclic aromatic hydrocarbons (PAH)?
A Ant Ph P Fl BaA BbF BghiP Ind123P C
parameter e " © 4 5 & ghirer " or SUM unit refs
logKow 3.98 4.45 4.46 4.88 5.16 5.76 5.78 6.63 6.70 7.64 - 59.60
Cw 3.12*10° 2.70%107 | 2.24*10° | 1.03*10° | 2.37*10° | 9.11*10® | 3.68*10° 5.09*10° pgxL? 61
Cw calc.HDPE” 8.22*10* 1.93*10% | 1.17*¥10° | 4.76*10* | 1.55*10% | 2.74*10° | 2.35*10° | 1.26*107 | 1.52*107 3.65*10° 1.66*10° pgxL?
CeL,w® 2.57*10° 2.57*10° | 1.60*102 | 2.38*102 | 1.84*102 | 2.07*10° | 1.88*10° | 1.39*10° | 2.08*10° | 9.02*10* | 4.69*102 pgxg™ 58,55.62,63
ChL,w,calc,HOPE® 9.75*10%® 3.59*10° | 3.07*10* | 5.17*10° | 2.81*10° | 6.87*10° | 2.95*10* 3.54*1073 pgxg?
logKpl® 3.49 4.12 4.14 4.70 5.07 5.88 5.90 7.04 7.14 8.39 Lxkg? 56,57
Species 1 0 0 0 0 0 0 0 0 0 0 d?
Species 2 303.53 269.46 268.78 241.66 225.11 193.37 192.40 155.13 152.41 120.12 d? 2
Species 3 303.53 269.46 268.78 241.66 225.11 193.37 192.40 155.13 152.41 120.12 d? 2
Species 4 9.31 3.92 3.85 1.77 1.06 0.35 0.34 0.07 0.06 0.01 d? 34
Kne Species 5 11.71 4.92 4.83 2.23 1.33 0.44 0.42 0.09 0.08 0.01 d? 34
Species 6 6.58 2.77 2.72 1.25 0.75 0.25 0.24 0.05 0.04 0.01 d? 34
Species 7 2.94 1.24 1.22 0.56 0.33 0.11 0.11 0.02 0.02 0.00 d? 34
Species 8 6.96 2.93 2.87 1.33 0.79 0.26 0.25 0.05 0.05 0.01 d? 5
Species 9 4.65 1.96 1.92 0.89 0.53 0.18 0.17 0.04 0.03 0.01 d? 5

2 Abbriviations PAHs: acenaphthene (Ace), anthracene (Ant), phenanthrene (Phe), pyrene (Pyr), fluoranthene (Flu), benzo[a]anthracene (BaA), benzo[b]fluoranthene (BbF), Benzo[g,h,i]perylene
(BghiPer), Indeno[1,2,3-cd]pyrene (Ind123P) and Coronene (Cor).

b Chemical concentration calculated with the logKp, for high density polyethylene (HDPE): Cw=Cppw/KpL

¢ No value available for Ace therefore the value of Ant was used

4 Kp, for high density polyethylene (HDPE) was calculated and measured Cp,. data from Rochman et al.>® according to the method of Endo and Koelmans®’. In short, the regression coefficients from
Lohmann et al.% for low density polyethylene (LDPE) were used to calculated Cy, from which Kp_ constants were calculated. The regression between Kp. and Kow was used to extrapolate Keq values
for our chemicals.

¢ See Eq. S38 for more details.
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Figure S1. Schematic overview of the MICROWEB model: accumulation of plastic and
hydrophobic organic chemicals (HOC) in an aquatic food web. The main steps in the model
for each species are: 1) calculating the concentration of plastic in biota, 2) calculate the
average chemical concentration in plastic of all ingested items, 3) calculate the time-
weighted average of chemical concentrations during gut passage time, and 4) calculate the

chemical concentration in biota.
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Figure S2. Arctic food web based on Laender et al.>. TL=trophic level.
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Section S2

Manual verification of the MICROWEB model

Here we manually verify the MICROWEB model by providing a ‘calculation on paper’, using
all individual equations, and comparing the results with results obtained with the MICROWEB
spreadsheet implementation.

Food web

The verification is done for a full yet simplified food web, with four hypothetical species
representing four trophic levels (TL). The first three species form a linear food web structure
whereas the fourth species branches off (Figure 1).

TL4 Big fish

7

TL3 Small fish
T Plastic

TL2  Zooplankton

I

TL1 Phytoplankton

Figure S3. Simplified branched example food web with four trophic levels (TL).

Parameters

In order to calculate plastic and chemical uptake, hypothetical parameters were used. This is
allowed as the only aim was to verify the spreadsheet implementation of MICROWERB. If
parameters are known from the literature for that group of species these values were taken,
otherwise realistic parameters were estimated. The tested chemical is PCB 28 and the
plastic type is polyethylene (PE).

Table S8. Species specific parameters of four imaginary species

Food Group w (kg) IRFoop (@ | Fur(-) | GRT | yr (kg gt (kg x | aroop | yb (kgX x
item/ x gtww (d) x g2 kg)? ()3 d?
Trophic xd 1)
level
1 Phytoplankton | 1*10-12b | - 0.01° | - 0.005 1 - 0.0006
2 Zooplankton 1*10%0 |1 0.03° 0.007 | 0.005 1 0.2 0.0006
3 Small fish 0.5 5 0.03 0.2 0.005 1 0.2 0.0006
4 Big fish 5 5 0.2 3 0.005 1 0.2 0.0006
.1
Table S9. Food preference (p)
Preference/prey |1 |2 3 4
1 0 1095|0 0
2 0 |0 0.98 | 0.38
3 0 |0 0 0.6
4 0 |10 0 0
Plastic 0 10.05]|0.02|0.02
Sum 0 |1 1 1
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Table S10. Chemical parameters for PCB 28

lipid transport

Parameter | Value Unit Description Ref

K 0.25 - rate exponent 1

PH20,w 0.0028 d x kg | water layer diffusion 1
resistance

PH20,f 1.10*10° d x kg* | water layer diffusion .
resistance from/to food

PcH2,i 68 d x kg | lipid layer permeation 1
resistance animals

PcH2,i 4600 d x kg* | lipid layer permeation 1
resistance plants

logKow 5.58 - log octanol- water partition | 5°
coefficient

Kow 380189.396 | L x kg? | octanol- water partition 50
coefficient

Yo 200 kgk x water absorption-excretion | !

d? coefficient water breathing
Yo 0.2 kg x d~ | water absorption-excretion | *
1 coefficient air breathing

Cw 7.83*10* ug x L't | chemical concentration in | Calculated
water

CrLw 0.129 ug x g | concentration in plastic 64
upon ingestion from water

logKpL 5.21802302 | L x kg? | plastic - water partition 64
coefficient

K1 2.1 d? rate constant for plasticto |
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Plastic uptake
Equations to calculate the plastic uptake in the food web:

Step 1: Cprp; = IR; * GRT; Z;}:l(p]’CPLBJ) =gxg 'wwxd '+ d=* gxglww= gxglww
Step 2: Sp,i=Cps,i/(1+ Cpis,)
Calculations per species:

TL 1: Cprp1 = IRy * GRTy Z;Ll(p]-CPLBJ-) = 0 g plastic/g biota
SPL,1:CPLB,1/(1+ CPLB,:L):O/].:O

TL 2: Cprpp = IRy * GRT, * (p1Cprp1 + PpiCpLppl) = 1 % 0.007 % (0.95 * 0 + 0.05 % 1) = 3.5 *
10~* g plastic/g biota
SPL,2:CP|_B,2/(1+ CPLB,2)23.5*10'4/(1+3.5*10'4)= 3.5%10%

TL 3: Cprp3 = IR3 * GRT; * (p2Cprp2 + PpiCpippi) = 5 * 0.2 * (0.98 % 0.00035 + 0.02 * 1) =

2.03 x 1072 g plastic/g biota
Sp13=Cpis,3/(1+ Cpis,3)=2.03*102/(1+2.03*102)= 0.0199 2.0*102

TL4: Cprpa = IRy * GRTy * (p2Cprp 2 + P3CpLp 3 + PpiCpLppl) = 5 * 3 * (0.38 * 0.00035 + 0.6 *
2.03 %1072 + 0.02 x 1) = 0.485 g plastic/g biota
SPL,4=CP|_B,4/(1+ CPLB,4)= 0.485 /(1+0.4-85)= 0.327

HOC uptake
Equations to calculate the HOC uptake in the food web:
. _ wk _ kg~k _Lxkglxd' _ 1 1
Step 1: kKgerm = PO, 1 ek, 1T 1000 [Lxg*xd™]
szO,W Kow Yo g Lxkg? kgkxd'l
TLL: k om0t 103 =5025Lxgtxd?
. d 1= - .
e 0.0028+ 3804123(‘);.)396-’-%
_6—0.25
TL 2: kgermz = - %103 =396Lxg txd?!
00028+ 55189396 T 200
—0.25
TL3: kgerms = . —%103=015Lx g lxd™?
0.0028+ 255 89396 T 200
5—0.25 _ _ _
TLA: Kaerma = o * 10 3=0.084Lxg txd?

380189.396 200

. __ Cpp _ 0.129%1000 _ pugx kg™
Step 2: Gy, = Kop = 105258~ Lxkg'

=7.83 x 107 *[ug x L]

Step 3: Sggopj = 1 — Sprj = [—]

Sroop,1 = 1 —0=1[—]TL1: No ingestion
Sroopz =1 —3.5%107* = 0.9997 [-]
Sroopz = 1 — 2.0 %1072 = 0.98 [—]
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Sroop.s = 1 — 0.325 = 0.675 []

M SpLi
Step 4;: 2 =L = [—
P Mpip frpi ]

MPL,l _ L _ 0[_]
Mpips 001
Mp, _ 3.5%107*

= 0.012[-]
MLIP,Z 0.03
ez 2% _ 0.667[—]
Mpip,3 0.03
M 0.325
PLA _ = 1.625[]
Myip 4 0.2

Step 5 KLIP = KOW = 380189.396 [L X kg_l]

. _ kup _ Lxkg™_
Step 6: Kpyp = koL kag-r[]

_ Kypp_ 380189396 _
Kpuip = 1 =Toszteozsoz— 2-3 [

Step 7: ky = —=2=[]

KpLip

2.1
k = 22=0.91[]

Mpy,
_ —<k1+M—k2)GRT __—(-D
1-e LIP 1—e
Step 8: 4p;, = = = [d.
p PL k1+1i4wll"lll;k2 [d—l] [ ]
Ap1 = not applicable
1— e—(2.1+0*0.91)*0.007
Apro = =0.0069d
PL2 2.1+ 0x091
1— e—(2.1+1.625*0.91)*0.2
Aprz = =0.154d

2.1+1.625%0.91

1 — g~ (2.1+0.667%0.91)+3

Apy 4 = =0.279d
PL4 2.1+ 0.667 x 0.91

Step 9: Calculate for first trophic level the Choc then continue with all steps and repeat until
last tropic level.

For the first trophic level, algae species, only dermal uptake is assumed. Therefore Croc,1
can be calculated, after calculating Kioss.

KaermCuw _ 50.25 %7.83 x 10~
Total loss 13.8

Choc1 = =285+107° [ugx g~']

KgermCw + IR; 271 pj(Sroop,jaroon,iCoc + Serj Aprk:Cer;)
SprjApLk:
IR; X7 (pj (fu—”)) + Kioss
_ 396%7.83x107*+ 1+ (0.95 % (1% 0.2 % 2.85 * 1073 4+ 0 % 0.0069 x 2.1 % 0) + 0.05 * (0 * 0.2 * 0 + 1 * 0.0069 * 2.1 * 0.129))
- 416+ 1071

Choc2z =

=898x10"3[ugxg~1]

KdermCw + IR X7-1 Pj (Sroob,jaroon,iCroc, + Serj Aprk1Cpri)

SpjApLk:
IR; X7, (pj (ﬁ)) + Kioss

Chocs =
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 015+7.83+107* +5+(0.98 % (1 —35+107) % 0.2+ 898+ 107 + 3.5+ 107* + 0.154 + 2.1+ 0.129) + 0.02 + (0 + 0.2 * 0+ 1 * 0.154 * 2.1 * 0.129))

0.494
= 2.66*102[ugx g~1]

KaermCw + IRi X721 Py (Sroo,@F00nCroc; + Ser; ApekiCer)

IR, 1Py (SerjArika/ furp.1)) + Kioss
0.084 % 7.83 * 10~ + 5 * (0.38 * ((1 —35%107*) % 0.28.98+107% + 3.5+ 107* x 0.279 2.1 * 0.129) + 0.6 * ((0.98) *0.2%2.71 %1072 +0.02  0.279 % 2.1 * 0.14—5) +0.02% (0%0.2%0+1%0.279 * 2.1 % 0.129))
0.206

Chocs =

= 0.156 [ngx g71]

. -1
Step 10: Cypp; = HO% = BIXT_ _ 15 x 7 lipids

fLipi -]

2.85%1073 1 Ay
Cripp = ool - 2.85% 107" nug x g lipids

8.98 x 1073 . e
CLip2 = —003 - 2.99 * 10™ng x g lipids

2.66 x 1072 . e
CLips = —003 - 8.87 107" ng x g~ lipids

0.156

CLipa = o7 = 0.780 ug x g lipids

Step 11: Calculate the Cp; -, (= Cp)for the first species ingesting plastic thus calculate the
average concertation in plastic of all food items, including pure plastic, that the predator
ingest

PjSpL,j

Cpri = ?:1(m * Cprray) = Mg x g7

Step 12: Then calculate the time-average chemical concentration in plastic during gut
passage for the species that ingested the food. This is input for next trophic levels.

= Mpp, )
- ; —| GRTk1+ k;
k2Crip klcPL,l><e ( ( 1"MLip 2) 1

_ ( k1+MPL ks
C =(c k2CLip—Kk1CpL,i Mpip
pLta = | Cppi T +

MpL M
ki+ k 2PL
102 (k1+Mupk2 *GRT

= [ugx g™]

0.95 %0 ) ( 0.05 1

0.95*0+0.05*1*0 + 0950+ 0.051
0.91%2.99% 1071 — 2.1 % 0.129)

2.1+ 0.012x0.91

(0.91 *2.99 %1071 — 2.1 % 0.129> (e_((2-“0-012*0-91)*0-007) - 1)
2.1+ 0.012+0.91

(214 0.012 % 0.91) * 0.007

c 0.98+3.5%107* 0.129 | + ( 0.02x1 0 129) 0129 .
= * 0. * 0. =0.
PL3 =\ 0.98 3.5 10~% + 0.02 * 1 098 +3.5+ 104+ 0.02 1 kg xg~]

Cpo = ( * 0.129) =0.129 [ug x g1

CrLtaz = <0.129 +

+ =0.129[ug x ]

0910903 —2.1%0.129\, _ £0.91)%
0.91 % 0.903 — 2.1 0,129) N ( 714 0.667 =091 ) (e ((2.1+0.667%0.91)%0.2) _ 1)

2.1+ 0.667 » 091 (2.1+0.667 * 0.91) * 0.2
=0.175 [ug x g7']

Cprtaz = (0.129 +

- 0.38+3.5+ 107 0.6 * 0.02
Cria = <0.98 +35%10* +0.6%0.02+0.02+1 0'129> * (0.98 +35+10*+06+002+002+1 0-175>
0.02 %1 B
* (0.98 +35+10*+06+%002+002+1 0'129) = 0145 [ugx g7]
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0.91 % 0.780 — 2.1 * 0.145\ , _ £0.91)%
0.91  0.780 — 2.1 * 0,145) ( 51+ 1675+ 091 ) (e~(@1+1625:091):3) _ 1)
2.1+ 1.625%0.91 (21+1.625%0.91) *3

= 0.248[pg x g1]

CPL,ta,4 = (0145 +

1 wK kg™*

Step 13: k - * —=[]* =[d™*
p w,X,out FLpi*(Kow—1)+1 Py o+ PIE:I:/,L_I_ % [ ] dkg=®+d kg~¥+ kg¥d [ ]
1 11071270
K _ =13.2[d7?!
wXOUEL = 61« (380189.396 — 1) + 1 0.0028 4 —J600 1 @
' 380189.396 ' 200
1 1+1076702°
k = =347 %1071 [d™!
wXout2 = g 03 (380189.396 — 1) + 1 0.0028 + 68 1 ) .
' 380189.396 ' 200
. 1 10570 1.31%1072[d"?
— * = . *
WAOUES T 0,03 % (380189.396 — 1) + 1 () 5008 + 68 1 @
' 380189.396 ' 200
1 1 « 5—0.25 3
k = =1.10%1073[d*
wXoutd = 05 7(380189.396 — 1) + 1 68 1 " 4]
0.0028 + 755

189.396 T 200

_ Xjeap*fLp_

Step 14: fy p,, = TP

= v fLip

fupni = HTEO [-]
0.95%0.01

fupnz = ——-0.0095[]

_0.98%0.03_

Fupms = 2220%=0.0204 [
- 0.38+%0.03+0.6%0.03_
fi LPna = 5, =0.0147 [-]
Step 15: k - ! W -
P Lo Krxoue = frpi* (Kow—1)+1 * PH,0,f+ PCHaL L ===
220 Kow*ar  Frip s Kow* (1-apoop,i)* frar
ta = [d1]
- - 1 -
dxkg™+ dx kg™ LR kgFaa ]
1 wTK
k = * : —0dt
f.X,out,1 fripi* (Kow—1)+1 PH,0./+ PCH,,i o 1
1 Kow*ar " FripntKow* (1-aroop,i)*vfar
—0.25
1 1x107°
k = * =3.99x1072d?
fX,0ut,2 ™ 034(380189.396—1)+1  1.10+10-5+—°8 L
380189.396%1 0.0095% 380189.396%* (1—0.2)*0.005*1
1 1%0.570-25
k = * =462%1073d?
f,X,0ut3 ™ 0,034(380189.396-1)+1  1.10+10~ 5422 1
380189.396%*1 0.0294* 380189.396%* (1—0.2)*0.005*1
1 1*5—0.25
k = * =1.96 x107% d*
fX0utd ™ §4(380189.396—1)+1 1.10+10-5+ 68 1

7'380189.396%1 ' 0.0147+ 380189.396% (1—0.2)+0.005%1
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Step 16: kgrowrn = Vp * qr * W = kgxd™' » kgxkg '+ kg™ = [d7!]
127025 — 0,60 [d™1]

kcrowTH,2 = 0.0006 * 1 * 1 « 10767925 = 1.90 % 1072 [d™1]

kgrowrn,1 = 0.0006 * 1 % 1 %10~

kGROWTH,3 = 0.0006 %1 %1% 0.5_0'25 =7.14 = 10_4 [d_l]
kGROWTH,4- = 0.0006 % 1 %1 5_0'25 = 4.01 = 10_4 [d_l]

Step 17: Kioss = Kk x,0ut + Kf x,0ut + Kgrowrn + kmgrap = [d71]

Kioss1 = 13.2+ 0+ 0.6 + 0 = 13.8 [d"!]

Kioss2 = 347 * 1071 +3.99 x 1072 + 1.90 * 1072 + 0 = 0.4059 [d~1]
Kioss3 = 1.31% 1072 + 4.62 %1073+ 7.14% 107+ 0 = 1.84 * 1072 [d™ ]
Kiossa = 1.10 #1073 + 1.96 * 107 + 4.01 % 107 + 0 = 1.70 * 1073 [d™!]

Step 18: Total loss = IR; %}, (p; (SPL,]'APLkZ/fLIP,i)) +Kioss =g xgT'Wwxd ™ +d7t = [d71]

Total loss,1 = 0+ 13.8 = 13.8 [d™}]

0+ 0.0069 * 0.91) 0 (1 x0.0069 * 0.91
- s 7 | —— = 77

Total loss,2 = 1 * <0-95 * ( 0.03 0.03

)> +0.4059 = 4.16  10~1[d"!]

3.5%107* % 0.154 * 0.91 1%0.154 %091
Total loss,3 = 5 %[ 0.98 + 0.02 * (7

-2 _ -1
- e )) +1.84 %1072 = 0.494 [d!]

3.5%x107*%0.279 % 0.91 2.0%1072%0.279 x 0.91 1%0.279% 091
Total loss,4 =5 *| 0.38 * 02 + 0.6 * 02 + 0.02 (T)

+1.70x 1073 = 0.206 [d~1]

KdermCw+IR;i X=; pj(Sroop,jaroon,CHoc,+SpLj ApLK1CpL;)

Step 19 CHOC,i =

i k:
IR; Z?:1(pj(sm;il::? 2))+kloss
_Lxgtxdlspgx L7Mg x g wwx d ST [ ((=1x[=lng x g7 wWH[=]=[=]x[-]xpg x g) _ pggt dl+pgxgixd! (g x g~1]
g X g wwxd 13 ([~ [-]/[-D+d T hgxg

It appears that there is a maximum of 3% difference between the above manually calculated
numbers and those obtained via the Excel spreadsheet implementation (Table S5).
Differences are explained from the fact for the manual calculations we rounded the numbers,
whereas the excel calculations did not.
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Table S11. Difference between manual calculation and Excel calculations.

PCB28 Species CpaL SpL Kow Sroop MpL/MHp ApL Choc CHP
Phytoplankton 0 0 50.25 1 0 2.85E-03 2.85E-01
Manuel Zooplankton 0.00035 0.00035 3.96 0.9997 0.012 0.0069 | 8.98E-03 2.99E-01
Small fish 0.02000 0.02 0.15 0.98 0.667 0.154 | 2.66E-02 8.87E-01
Big fish 0.48200 0.325 0.084 0.675 1.625 0.279 | 1.56E-01 7.80E-01
Phytoplankton 0 0 | 50.25319 | 1.00000 0 2.85E-03 2.85E-01
Excel Zooplankton 0.000350 | 0.000350 3.96332 | 0.99965 0.01166 | 0.00695 | 8.97E-03 2.99E-01
Small fish 0.02034 0.01994 0.14904 | 0.98006 0.66458 | 0.15445 | 2.65E-02 8.84E-01
Big fish 0.48143 0.32498 0.08381 | 0.67502 1.62488 | 0.27911 | 1.59E-01 7.95E-01
Phytoplankton 0.01 0.00 -0.06 -0.06
Difference | Zooplankton 0.00 -0.03 0.08 0.00 -2.89 0.70 -0.15 -0.04
0) Small fish 1.69 -0.31 -0.64 0.01 -0.36 0.29 -0.33 -0.37
Big fish -0.12 -0.01 -0.22 0.00 -0.01 0.04 1.92 1.92
Table S11 continued. Difference between manual calculation and Excel calculations.
PCB28 Species (_:p]_,ﬁi Cpp, ta_| Kwxour fLipn Kexour Korowr | Kioss Totalloss
Phytoplankton 13.2 0 0 0.6 13.8 13.8
Manuel Zooplankton 0.129 0.129 0.347 0.0095 0.0399 0.019 0.4059 0.416
Small fish 0.129 0.175 0.0131 0.0294 0.00462 | 0.000714 0.0184 0.494
Big fish 0.145 0.248 0.0011 0.0147 | 0.000196 | 0.000401 0.0017 0.206
Phytoplankton 13.21450 0 0 0.60000 | 13.81450 | 13.81450
Excel Zooplankton 0.12900 | 0.12901 0.34746 0.00950 0.03994 0.01897 0.40637 0.41694
Small fish 0.12900 | 0.17407 0.01307 0.02940 0.00462 0.00071 0.01840 0.49624
Big fish 0.14580 | 0.25201 0.00110 0.01470 0.00020 0.00040 0.00170 0.20606
Phytoplankton 0.11 0.00 0.10 0.10
Difference | Zooplankton 0.00 0.00 0.13 0.00 0.11 -0.14 0.12 0.23
(0) Small fish 0.00 -0.53 -0.26 0.00 0.04 -0.07 0.01 0.45
Big fish 0.55 1.59 0.20 0.00 -0.11 0.06 -0.04 0.03
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Table S11 continued. Difference between manual calculation and Excel calculations.

Difference

Manual Excel (%)
Cw 0.000783 7.83*10* 0
KpLip 2.3 2.30132 5.74*102
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Section S3 Results

Details of the scenario where microplastic was assumed to be present only in the diet of zooplankton
When only zooplankton would ingest microplastic (Figure S4, S5), sum PCB bioaccumulations patterns are similar to those when all species

ingest plastic, however the magnitude of the decrease is lower, especially at higher trophic levels. For sum PAHSs, patterns differ for higher

trophic levels compared to the scenario where all species ingest microplastics. Here concentrations show a maximum at 10% microplastic in the

diet after which they decrease at higher percentages of microplastic compared to a sole increase with increasing plastic ingestion. TMF values

for PCBs are higher when only zooplankton ingests plastic compared to ingestion by all species (Figure S5). For sum PAHSs, values for

chemicals with lower logKow are similar to the TMFs without plastic ingestion and lower compared to ingestion by all species. For the PAH with

the highest logKow, TMFs are much higher compared to ingestion by all species. These results indicate cleaning effects of plastic for chemicals

with higher logKow and no or low metabolism.

Table S12. BMF values for plastic for different plastic ingestion percentages for all species.

1%

3%

10%

30%

99%

Northern shrimp 0.73 0.73 0.72 0.70 0.63
Capelin 0.21 0.21 0.21 0.20 0.18
Atlantic herring 0.16 0.16 0.16 0.16 0.14
Polar cod 0.68 0.68 0.67 0.65 0.59
Atlantic cod 1.36 1.36 1.36 1.39 1.46
Seal 8.23 8.23 8.21 8.18 8.05
Polar bear 0.07 0.07 0.07 0.06 0.05

S25



Table S13. Model output for sum PCB concentration in lipids (ug x g lipids) for non-equilibrium factor 0, 0.01, 0.1, 1, 10, 100, 1000 and plastic ingestion: 0, 1, 3, 30, 99%.

Non- p plastic Phytoplankton Zooplankton Northern Capelin Atlantic Polar cod Atlantic Seal Polar bear
equilibrium shrimp herring cod
factor
0 0 1.47E-02 2.10E-02 1.44E+00 4.16E-02 3.27E-02 5.79E-02 4.26E+00 3.43E+02 4.33E+03
0 1 1.47E-02 1.77E-02 4.89E-01 2.85E-02 2.39E-02 3.40E-02 7.21E-01 1.00E+01 1.04E+02
0 3 1.47E-02 1.44E-02 2.11E-01 1.88E-02 1.69E-02 2.07E-02 2.01E-01 1.31E+00 1.11E+01
0 10 1.47E-02 1.00E-02 6.33E-02 9.84E-03 9.84E-03 1.03E-02 3.56E-02 1.09E-01 6.81E-01
0 30 1.47E-02 6.46E-03 1.79E-02 5.38E-03 5.87E-03 5.60E-03 8.57E-03 1.21E-02 4.49E-02
0 99 1.47E-02 3.71E-03 1.71E-03 3.08E-03 3.66E-03 3.32E-03 3.00E-03 2.58E-05 2.59E-06
0.01 0 1.47E-02 2.10E-02 1.44E+00 4.16E-02 3.27E-02 5.79E-02 4.26E+00 3.43E+02 4.33E+03
0.01 1 1.47E-02 1.77E-02 4.90E-01 2.85E-02 2.39E-02 3.41E-02 7.22E-01 1.01E+01 1.04E+02
0.01 3 1.47E-02 1.45E-02 2.12E-01 1.89E-02 1.70E-02 2.08E-02 2.02E-01 1.32E+00 1.12E+01
0.01 10 1.47E-02 1.01E-02 6.39E-02 9.96E-03 9.94E-03 1.04E-02 3.60E-02 1.10E-01 6.85E-01
0.01 30 1.47E-02 6.57E-03 1.82E-02 5.50E-03 5.98E-03 5.73E-03 8.79E-03 1.24E-02 4.56E-02
0.01 99 1.47E-02 3.84E-03 1.86E-03 3.21E-03 3.78E-03 3.45E-03 3.14E-03 1.90E-04 1.54E-04
0.1 0 1.47E-02 2.10E-02 1.44E+00 4.16E-02 3.27E-02 5.79E-02 4.26E+00 3.43E+02 4.33E+03
0.1 1 1.47E-02 1.79E-02 4.97E-01 2.91E-02 2.43E-02 3.48E-02 7.36E-01 1.02E+01 1.06E+02
0.1 3 1.47E-02 1.49E-02 2.19E-01 1.97E-02 1.77E-02 2.18E-02 2.10E-01 1.36E+00 1.15E+01
0.1 10 1.47E-02 1.08E-02 6.87E-02 1.10E-02 1.09E-02 1.16E-02 4.00E-02 1.18E-01 7.20E-01
0.1 30 1.47E-02 7.51E-03 2.09E-02 6.65E-03 7.04E-03 6.93E-03 1.08E-02 1.48E-02 5.14E-02
0.1 99 1.47E-02 4.97E-03 3.19E-03 4.37E-03 4.88E-03 4.62E-03 4.34E-03 1.66E-03 1.51E-03
1 0 1.47E-02 2.10E-02 1.44E+00 4.16E-02 3.27E-02 5.79E-02 4.26E+00 3.43E+02 4.33E+03
1 1 1.47E-02 2.00E-02 5.68E-01 3.44E-02 2.85E-02 4.19E-02 8.68E-01 1.17E+01 1.20E+02
1 3 1.47E-02 1.91E-02 2.88E-01 2.83E-02 2.47E-02 3.19E-02 2.96E-01 1.77E+00 1.47E+01
1 10 1.47E-02 1.79E-02 1.17E-01 2.19E-02 2.04E-02 2.33E-02 7.94E-02 1.96E-01 1.08E+00
1 30 1.47E-02 1.69E-02 4.83E-02 1.81E-02 1.76E-02 1.89E-02 3.06E-02 3.92E-02 1.10E-01
1 99 1.47E-02 1.63E-02 1.65E-02 1.60E-02 1.59E-02 1.63E-02 1.64E-02 1.64E-02 1.51E-02
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Table S13 continued. Model output for sum PCB concentration in lipids (ug x g lipids) for under-equilibrium factor 0, 0.01, 0.1, equilibrium 1 and over-equilibrium 10, 100,
1000 and plastic ingestion: 0, 1, 3, 30, 99%.

Non- p plastic Phytoplankton Zooplankton Northern Capelin Atlantic Polar cod Atlantic Seal Polar bear

equilibrium shrimp herring cod
factor

10 0 1.47E-02 2.10E-02 1.44E+00 4.16E-02 3.27E-02 5.79E-02 4.26E+00 3.43E+02 4.33E+03

10 1 1.47E-02 4.10E-02 1.28E+00 8.81E-02 7.03E-02 1.12E-01 2.19E+00 2.63E+01 2.65E+02

10 3 1.47E-02 6.10E-02 9.82E-01 1.14E-01 9.52E-02 1.33E-01 1.15E+00 5.93E+00 4.64E+01

10 10 1.47E-02 8.85E-02 5.96E-01 1.30E-01 1.15E-01 1.41E-01 4.74E-01 9.86E-01 4.67E+00

10 30 1.47E-02 1.11E-01 3.22E-01 1.33E-01 1.23E-01 1.38E-01 2.29E-01 2.83E-01 6.91E-01

10 99 1.47E-02 1.29E-01 1.50E-01 1.32E-01 1.27E-01 1.33E-01 1.37E-01 1.64E-01 1.51E-01

100 0 1.47E-02 2.10E-02 1.44E+00 4.16E-02 3.27E-02 5.79E-02 4.26E+00 3.43E+02 4.33E+03

100 1 1.47E-02 2.51E-01 8.35E+00 6.25E-01 4.88E-01 8.16E-01 1.54E+01 1.72E+02 1.72E+03

100 3 1.47E-02 4.80E-01 7.92E+00 9.75E-01 8.00E-01 1.14E+00 9.70E+00 4.75E+01 3.64E+02

100 10 1.47E-02 7.95E-01 5.39E+00 1.22E+00 1.07E+00 1.32E+00 4.42E+00 8.88E+00 4.06E+01

100 30 1.47E-02 1.05E+00 3.06E+00 1.28E+00 1.18E+00 1.33E+00 2.21E+00 2.72E+00 6.50E+00

100 99 1.47E-02 1.26E+00 1.48E+00 1.29E+00 1.23E+00 1.30E+00 1.34E+00 1.64E+00 1.51E+00

1000 0 1.47E-02 2.10E-02 1.44E+00 4.16E-02 3.27E-02 5.79E-02 4.26E+00 3.43E+02 4.33E+03

1000 1 1.47E-02 2.35E+00 7.91E+01 5.99E+00 4.66E+00 7.85E+00 1.48E+02 1.63E+03 1.63E+04

1000 3 1.47E-02 4.67E+00 7.73E+01 9.58E+00 7.85E+00 1.13E+01 9.52E+01 4.63E+02 3.54E+03

1000 10 1.47E-02 7.86E+00 5.34E+01 1.21E+01 1.06E+01 1.31E+01 4.39E+01 8.78E+01 4.00E+02

1000 30 1.47E-02 1.05E+01 3.04E+01 1.27E+01 1.17E+01 1.33E+01 2.20E+01 2.71E+01 6.46E+01

1000 99 1.47E-02 1.26E+01 1.48E+01 1.29E+01 1.23E+01 1.30E+01 1.34E+01 1.64E+01 1.51E+01
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Table S14. Model output for sum PAH concentration in lipids (ug x g* lipids) for non-equilibrium factor 0, 0.01, 0.1, 1, 10, 100, 1000 and plastic ingestion: 0, 1, 3, 30, 99%.

Non- p plastic Phytoplankton Zooplankton Northern Capelin Atlantic Polar cod Atlantic Seal Polar bear
equilibrium shrimp herring cod
factor
0 0 1.07E-01 1.01E-03 5.98E-05 1.42E-03 1.94E-03 5.09E-03 7.21E-03 1.16E-03 6.56E-04
0 1 1.07E-01 1.01E-03 5.97E-05 1.42E-03 1.94E-03 5.07E-03 7.14E-03 8.56E-04 6.69E-05
0 3 1.07E-01 1.01E-03 5.96E-05 1.42E-03 1.93E-03 5.03E-03 7.05E-03 7.65E-04 3.91E-05
0 10 1.07E-01 1.01E-03 5.94E-05 1.41E-03 1.92E-03 4.94E-03 6.84E-03 6.11E-04 2.28E-05
0 30 1.07E-01 9.95E-04 5.87E-05 1.39E-03 1.90E-03 4.80E-03 6.52E-03 3.73E-04 9.56E-06
0 99 1.07E-01 9.55E-04 5.67E-05 1.33E-03 1.83E-03 4.60E-03 6.11E-03 3.52E-06 2.30E-07
0.01 0 1.07E-01 1.01E-03 5.98E-05 1.42E-03 1.94E-03 5.09E-03 7.21E-03 1.16E-03 6.56E-04
0.01 1 1.07E-01 1.01E-03 5.98E-05 1.43E-03 1.94E-03 5.08E-03 7.15E-03 8.96E-04 8.72E-05
0.01 3 1.07E-01 1.01E-03 6.00E-05 1.43E-03 1.94E-03 5.05E-03 7.08E-03 8.44E-04 6.15E-05
0.01 10 1.07E-01 1.01E-03 6.05E-05 1.43E-03 1.94E-03 4.98E-03 6.90E-03 7.88E-04 5.56E-05
0.01 30 1.07E-01 1.00E-03 6.20E-05 1.42E-03 1.93E-03 4.87E-03 6.63E-03 7.11E-04 6.25E-05
0.01 99 1.07E-01 9.71E-04 6.60E-05 1.41E-03 1.90E-03 4.72E-03 6.28E-03 5.69E-04 8.35E-05
0.1 0 1.07E-01 1.01E-03 5.98E-05 1.42E-03 1.94E-03 5.09E-03 7.21E-03 1.16E-03 6.56E-04
0.1 1 1.07E-01 1.02E-03 6.09E-05 1.45E-03 1.96E-03 5.15E-03 7.28E-03 1.26E-03 2.71E-04
0.1 3 1.07E-01 1.02E-03 6.31E-05 1.49E-03 1.99E-03 5.21E-03 7.35E-03 1.56E-03 2.63E-04
0.1 10 1.07E-01 1.03E-03 7.08E-05 1.58E-03 2.07E-03 5.34E-03 7.47E-03 2.38E-03 3.51E-04
0.1 30 1.07E-01 1.06E-03 9.12E-05 1.76E-03 2.22E-03 5.52E-03 7.63E-03 3.75E-03 5.39E-04
0.1 99 1.07E-01 1.11E-03 1.49E-04 2.15E-03 2.55E-03 5.76E-03 7.78E-03 5.65E-03 8.33E-04
1 0 1.07E-01 1.01E-03 5.98E-05 1.42E-03 1.94E-03 5.09E-03 7.21E-03 1.16E-03 6.56E-04
1 1 1.07E-01 1.04E-03 7.13E-05 1.70E-03 2.18E-03 5.87E-03 8.59E-03 4.89E-03 2.10E-03
1 3 1.07E-01 1.10E-03 9.43E-05 2.10E-03 2.53E-03 6.82E-03 1.00E-02 8.69E-03 2.28E-03
1 10 1.07E-01 1.27E-03 1.73E-04 3.11E-03 3.42E-03 8.89E-03 1.32E-02 1.83E-02 3.30E-03
1 30 1.07E-01 1.67E-03 3.83E-04 5.11E-03 5.17E-03 1.21E-02 1.77E-02 3.42E-02 5.30E-03
1 99 1.07E-01 2.53E-03 9.82E-04 9.52E-03 8.98E-03 1.62E-02 2.28E-02 5.65E-02 8.32E-03
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Table S14 continued. Model output for sum PAH concentration in lipids (ug x g lipids) for under-equilibrium factor 0, 0.01, 0.1, equilibrium 1 and over-equilibrium 10, 100,
1000 and plastic ingestion: 0, 1, 3, 30, 99%.

Non- p plastic Phytoplankton Zooplankton Northern Capelin Atlantic Polar cod Atlantic Seal Polar bear

equilibrium shrimp herring cod
factor

10 0 1.07E-01 1.01E-03 5.98E-05 1.42E-03 1.94E-03 5.09E-03 7.21E-03 1.16E-03 6.56E-04

10 1 1.07E-01 1.30E-03 1.76E-04 4.25E-03 4.38E-03 1.31E-02 2.16E-02 4.12E-02 2.04E-02

10 3 1.07E-01 1.84E-03 4.06E-04 8.25E-03 7.90E-03 2.29E-02 3.70E-02 8.00E-02 2.25E-02

10 10 1.07E-01 3.61E-03 1.20E-03 1.84E-02 1.69E-02 4.44E-02 7.02E-02 1.77E-01 3.28E-02

10 30 1.07E-01 7.75E-03 3.31E-03 3.87E-02 3.46E-02 7.74E-02 1.18E-01 3.38E-01 5.30E-02

10 99 1.07E-01 1.67E-02 9.31E-03 8.32E-02 7.33E-02 1.21E-01 1.73E-01 5.65E-01 8.32E-02

100 0 1.07E-01 1.01E-03 5.98E-05 1.42E-03 1.94E-03 5.09E-03 7.21E-03 1.16E-03 6.56E-04

100 1 1.07E-01 3.82E-03 1.22E-03 2.97E-02 2.64E-02 8.54E-02 1.52E-01 4.05E-01 2.04E-01

100 3 1.07E-01 9.29E-03 3.53E-03 6.98E-02 6.15E-02 1.84E-01 3.07E-01 7.93E-01 2.24E-01

100 10 1.07E-01 2.70E-02 1.14E-02 1.72E-01 1.51E-01 4.00E-01 6.41E-01 1.77E+00 3.28E-01

100 30 1.07E-01 6.85E-02 3.25E-02 3.74E-01 3.29E-01 7.31E-01 1.12E+00 3.38E+00 5.29E-01

100 99 1.07E-01 1.59E-01 9.26E-02 8.20E-01 7.17E-01 1.16E+00 1.67E+00 5.65E+00 8.32E-01

1000 0 1.07E-01 1.01E-03 5.98E-05 1.42E-03 1.94E-03 5.09E-03 7.21E-03 1.16E-03 6.56E-04

1000 1 1.07E-01 2.91E-02 1.17E-02 2.84E-01 2.46E-01 8.09E-01 1.46E+00 4.04E+00 2.04E+00

1000 3 1.07E-01 8.37E-02 3.47E-02 6.85E-01 5.98E-01 1.79E+00 3.00E+00 7.93E+00 2.24E+00

1000 10 1.07E-01 2.61E-01 1.14E-01 1.70E+00 1.50E+00 3.96E+00 6.34E+00 1.77E+01 3.28E+00

1000 30 1.07E-01 6.76E-01 3.25E-01 3.73E+00 3.27E+00 7.27E+00 1.12E+01 3.38E+01 5.29E+00

1000 99 1.07E-01 1.58E+00 9.26E-01 8.19E+00 7.15E+00 1.16E+01 1.67E+01 5.65E+01 8.32E+00
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Table S15. BMF values for PCB congers.

Plastic ingestion 0% | PCB 2 PCB 8 PCB 28 PCB 52 PCB 101 | PCB 118 | PCB 153 | PCB 180 | PCB 206 | PCB 209

4.6 5.02 5.58 6.02 6.42 6.51 6.82 7.21 7.9 8.27
Zooplankton 1.05 1.08 1.19 1.40 1.68 1.75 1.97 2.16 2.33 2.41
Northern shrimp 503| 10.13| 2864 | 59.42| 96.71| 104.97 | 129.65| 149.92 | 16534 | 170.15
Capelin 1.07 1.15 1.45 1.90 2.39 2.49 2.77 2.98 3.13 3.18
Atlantic herring 1.03 1.06 1.20 1.47 1.80 1.88 2.10 2.28 2.42 2.47
Polar cod 1.08 1.18 1.60 2.39 3.52 3.79 4.68 5.47 6.12 6.34
Atlantic cod 0.88 1.15 2.72 5.99 10.95 12.24 16.58 | 20.85| 24.45| 2538
Seal 80.31| 80.44| 80.50| 80.52| 80.54| 80.54| 80.57| 80.64| 81.08| 81.68
Polar bear 1214 | 12.16| 12.19| 12.25| 12.39| 12.44| 1272 | 13.43| 16.33| 18.43

Table S15 continued. BMF values for PCB congers.

Plastic ingestion 1% | PCB 2 PCB 8 PCB 28 PCB 52 PCB 101 | PCB 118 | PCB 153 | PCB 180 | PCB 206 | PCB 209

4.6 5.02 5.58 6.02 6.42 6.51 6.82 7.21 7.9 8.27
Zooplankton 1.05 1.08 1.19 1.37 1.56 1.60 1.72 1.96 4.12 8.40
Northern shrimp 4.95 973 | 2395| 35.82| 36.21| 3495| 2898| 21.12| 1130 8.04
Capelin 1.07 1.15 1.42 1.77 2.02 2.05 2.06 1.98 1.78 1.62
Atlantic herring 1.03 1.06 1.19 1.41 1.63 1.66 1.72 1.72 1.62 1.52
Polar cod 1.08 1.18 1.56 2.14 2.62 2.67 2.67 2.46 2.02 1.79
Atlantic cod 0.88 1.14 2.57 4.84 6.50 6.63 6.37 5.21 3.20 2.48
Seal 4468 | 3535| 23.79| 16.48| 11.43| 10.49 7.75 5.24 2.63 1.88
Polar bear 11.65| 11.47| 11.07| 10.58 9.98 9.82 9.22 8.35 6.38 5.11
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Table S15 continued. BMF values for PCB congers.

Plastic ingestion 3% | PCB 2 PCB 8 PCB 28 PCB 52 PCB 101 | PCB 118 | PCB 153 | PCB 180 | PCB 206 | PCB 209

4.6 5.02 5.58 6.02 6.42 6.51 6.82 7.21 7.9 8.27
Zooplankton 1.05 1.08 1.18 1.31 1.43 1.45 1.55 1.86 4.49 9.22
Northern shrimp 4.79 9.01| 1800| 19.96| 16.23| 15.16| 11.67 8.23 4.53 3.38
Capelin 1.06 1.14 1.37 1.59 1.65 1.64 1.57 1.48 1.33 1.25
Atlantic herring 1.02 1.06 1.18 1.34 1.43 1.43 1.42 1.37 1.28 1.21
Polar cod 1.08 1.17 1.49 1.83 1.92 1.90 1.79 1.63 1.41 1.31
Atlantic cod 0.88 1.13 2.32 3.57 3.76 3.66 3.15 2.48 1.71 1.49
Seal 23.55 16.56 9.80 6.33 4.22 3.85 2.83 1.96 1.18 1.01
Polar bear 10.74 | 10.27 9.31 8.27 7.15 6.88 5.93 4.77 3.06 2.41

Table S15 continued. BMF values for PCB congers.

Plastic ingestion 10% | PCB 2 | PCB 8 PCB 28 PCB 52 PCB 101 | PCB 118 | PCB 153 | PCB 180 | PCB 206 | PCB 209

4.6 5.02 5.58 6.02 6.42 6.51 6.82 7.21 7.9 8.27
Zooplankton 1.05 1.07 1.15 1.22 1.27 1.29 1.41 1.81 4.65 9.55
Northern shrimp 4.27 7.08 9.49 7.86 5.77 5.35 4.16 3.10 2.01 1.68
Capelin 1.05 1.12 1.26 1.30 1.26 1.24 1.20 1.16 1.10 1.08
Atlantic herring 1.02 1.05 1.13 1.18 1.18 1.17 1.15 1.13 1.09 1.07
Polar cod 1.07 1.15 1.34 1.41 1.35 1.33 1.27 1.22 1.15 1.12
Atlantic cod 0.88 1.09 1.79 2.05 1.85 1.79 1.59 1.41 1.26 1.22
Seal 8.70 5.69 3.17 2.05 1.46 1.37 1.13 0.98 0.88 0.87
Polar bear 8.31 7.36 5.83 4.58 3.55 3.34 2.73 2.17 1.58 1.39
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Table S15 continued. BMF values for PCB congers.

Plastic ingestion 30% | PCB 2 | PCB 8 PCB 28 PCB 52 PCB 101 | PCB 118 | PCB 153 | PCB 180 | PCB 206 | PCB 209

4.6 5.02 5.58 6.02 6.42 6.51 6.82 7.21 7.9 8.27
Zooplankton 1.04 1.06 1.09 1.13 1.19 1.21 1.36 1.79 4.71 9.66
Northern shrimp 3.13 4.11 3.84 2.94 2.29 2.17 1.84 1.56 1.28 1.19
Capelin 1.03 1.06 1.10 1.09 1.06 1.06 1.05 1.04 1.03 1.02
Atlantic herring 1.01 1.02 1.05 1.05 1.04 1.04 1.04 1.03 1.02 1.02
Polar cod 1.05 1.09 1.15 1.14 1.11 1.11 1.09 1.08 1.06 1.05
Atlantic cod 0.90 1.02 1.28 1.29 1.24 1.22 1.19 1.17 1.15 1.14
Seal 2.99 2.00 1.24 1.00 0.91 0.90 0.89 0.88 0.89 0.89
Polar bear 4.54 3.66 2.61 2.03 1.68 1.62 1.45 1.30 1.14 1.09

Table S15 continued. BMF values for PCB congers.

Plastic ingestion 99% | PCB 2 | PCB 8 PCB 28 PCB 52 PCB 101 | PCB 118 | PCB 153 | PCB 180 | PCB 206 | PCB 209

4.6 5.02 5.58 6.02 6.42 6.51 6.82 7.21 7.9 8.27
Zooplankton 1.02 1.02 1.03 1.06 1.14 1.17 1.33 1.78 4.73 9.71
Northern shrimp 1.02 1.02 1.02 1.02 1.01 1.01 1.01 1.01 1.00 1.00
Capelin 0.98 0.97 0.97 0.98 0.99 0.99 0.99 1.00 1.00 1.00
Atlantic herring 0.99 0.98 0.97 0.98 0.98 0.99 0.99 0.99 1.00 1.00
Polar cod 1.00 1.00 1.00 1.00 1.00 1.00 1.00 1.00 1.00 1.00
Atlantic cod 1.01 1.02 1.02 1.02 1.01 1.01 1.01 1.01 1.00 1.00
Seal 1.00 1.00 1.00 1.00 1.00 1.00 1.00 1.00 1.00 1.00
Polar bear 0.78 0.85 0.91 0.94 0.96 0.97 0.98 0.98 0.99 0.99
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Table S16. BMF values for PAH congers.

Plastic ingestion 0% | Ace Ant Phe Pyr Flu BaA BbF BghiPer | Ind123P | Cor

3.98 4.45 4.46 4.88 5.16 5.76 5.78 6.63 6.7 7.64
Zooplankton 0.02 0.01 0.01 0.01 0.00 0.00 0.00 0.00 0.00 0.00
Northern shrimp 0.06 0.06 0.06 0.06 0.06 0.04 0.04 0.02 0.02 0.01
Capelin 0.48 0.98 0.99 1.86 2.75 5.48 5.57 8.11 8.18 | 11.21
Atlantic herring 0.65 1.33 1.35 2.53 3.75 7.47 7.60 | 11.02| 11.11| 14.92
Polar cod 1.71 3.50 3.55 6.64 9.85| 19.70| 20.05| 29.00| 29.21| 37.42
Atlantic cod 3.31 3.34 3.34 3.38 3.43 3.60 3.61 4.47 4.61 9.23
Seal 0.02 0.06 0.06 0.12 0.21 0.62 0.64 2.99 3.38 | 15.99
Polar bear 0.01 0.02 0.02 0.03 0.05 0.16 0.16 0.75 0.85 3.82

Table S16 continued. BMF values for PAH congers.

Plastic ingestion 1% | Ace Ant Phe Pyr Flu BaA BbF BghiPer | Ind123P Cor

3.98 4.45 4.46 4.88 5.16 5.76 5.78 6.63 6.7 7.64
Zooplankton 0.02 0.01 0.01 0.01 0.00 0.00 0.00 0.00 0.00 0.01
Northern shrimp 0.06 0.06 0.06 0.07 0.08 0.14 0.14 0.28 0.29 0.40
Capelin 0.48 0.99 1.00 1.90 2.91 7.43 7.68 | 34.27 38.58 | 111.63
Atlantic herring 0.65 1.34 1.36 2.54 3.79 8.38 8.60 | 30.58 34.21| 101.67
Polar cod 1.72 3.53 3.58 6.81| 1044 | 2657 | 27.45| 103.46| 112.81| 170.01
Atlantic cod 3.31 3.36 3.36 3.45 3.56 4.07 4.10 4.42 4.36 3.11
Seal 0.05 0.14 0.14 0.37 0.69 1.99 2.03 2.52 2.45 1.48
Polar bear 0.04 0.05 0.05 0.07 0.10 0.21 0.21 0.76 0.84 1.99
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Table S16 continued. BMF values for PAH congers.

Plastic ingestion 3% | Ace Ant Phe Pyr Flu BaA BbF BghiPer | Ind123P Cor

3.98 4.45 4.46 4.88 5.16 5.76 5.78 6.63 6.7 7.64
Zooplankton 0.02 0.01 0.01 0.01 0.01 0.00 0.00 0.01 0.01 0.03
Northern shrimp 0.07 0.07 0.07 0.09 0.12 0.24 0.24 0.37 0.38 0.46
Capelin 0.48 1.00 1.02 1.99 3.18 9.33 9.68 | 38.40 4187 | 65.36
Atlantic herring 0.65 1.34 1.36 2.55 3.85 9.29 9.57 | 33.88 37.00 |  62.20
Polar cod 1.73 3.58 3.63 7.09| 11.25| 31.01| 32.03| 86.86 90.08 | 77.34
Atlantic cod 3.33 3.39 3.39 3.54 3.71 4.09 4.09 3.39 3.28 2.17
Seal 0.11 0.29 0.29 0.74 1.27 2.29 2.30 1.70 1.63 1.07
Polar bear 0.05 0.06 0.06 0.08 0.11 0.22 0.23 0.76 0.82 1.40

Table S16 continued. BMF values for PAH congers.

Plastic ingestion 10% | Ace Ant Phe Pyr Flu BaA BbF BghiPer | Ind123P Cor

3.98 4.45 4.46 4.88 5.16 5.76 5.78 6.63 6.7 7.64
Zooplankton 0.03 0.02 0.02 0.01 0.01 0.01 0.01 0.02 0.02 0.08
Northern shrimp 0.07 0.10 0.10 0.15 0.21 0.35 0.36 0.47 0.48 0.62
Capelin 0.49 1.05 1.07 2.23 3.78| 11.41| 11.80| 33.83 35.33 | 34.05
Atlantic herring 0.65 1.35 1.37 2.61 403 | 1038| 10.70| 30.68 3224 | 33.38
Polar cod 1.75 3.70 3.76 7.59 | 1220| 29.67| 30.38| 50.46 50.39 | 35.33
Atlantic cod 3.36 3.46 3.46 3.63 3.74 3.53 3.51 2.36 2.28 1.73
Seal 0.28 0.70 0.71 1.47 2.00 2.09 2.07 1.26 1.21 0.95
Polar bear 0.06 0.07 0.07 0.09 0.12 0.26 0.27 0.78 0.83 1.10
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Table S16 continued. BMF values for PAH congers.

Plastic ingestion 30% | Ace Ant Phe Pyr Flu BaA BbF BghiPer | Ind123P Cor

3.98 4.45 4.46 4.88 5.16 5.76 5.78 6.63 6.7 7.64
Zooplankton 0.03 0.02 0.02 0.01 0.01 0.02 0.02 0.03 0.03 0.12
Northern shrimp 0.10 0.15 0.15 0.25 0.33 0.48 0.48 0.66 0.68 1.03
Capelin 0.51 1.16 1.19 2.67 461 | 12.85| 1322 27.15 27.55 | 24.11
Atlantic herring 0.66 1.38 1.40 2.76 440 | 11.41| 11.74| 2556 26.10 | 23.89
Polar cod 1.79 3.81 3.87 760 | 11.49| 2249 2285| 3022 30.05| 23.97
Atlantic cod 3.38 3.46 3.46 3.46 3.33 2.68 2.65 1.78 1.75 1.53
Seal 0.68 1.42 1.44 2.22 2.40 1.83 1.80 1.12 1.09 0.95
Polar bear 0.06 0.07 0.07 0.10 0.14 0.33 0.34 0.82 0.85 1.01

Table S16 continued. BMF values for PAH congers.

Plastic ingestion 99% | Ace Ant Phe Pyr Flu BaA BbF BghiPer | Ind123P Cor

3.98 4.45 4.46 4.88 5.16 5.76 5.78 6.63 6.7 7.64
Zooplankton 0.03 0.02 0.02 0.02 0.02 0.03 0.03 0.04 0.05 0.15
Northern shrimp 0.15 0.26 0.26 0.41 0.51 0.74 0.74 1.16 1.21 1.85
Capelin 0.57 1.42 1.45 3.42 5.86 14.57 14.90 23.53 2361 | 20.68
Atlantic herring 0.68 1.49 1.51 3.20 526 | 13.09| 13.40| 22.75 22.93 | 20.58
Polar cod 1.79 3.61 3.67 6.56 9.28| 16.44| 16.68| 22.58 22.65| 20.31
Atlantic cod 3.28 3.14 3.14 2.82 2.51 1.85 1.83 1.39 1.37 1.30
Seal 1.56 2.49 2.51 2.82 2.55 1.69 1.67 1.15 1.13 1.02
Polar bear 0.05 0.07 0.07 0.11 0.16 0.42 0.43 0.86 0.88 0.98
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Table S17. Difference from the Cpp value calculated with the default parameters in the local sensitivity analysis for the parameters: Kp(, K1, Kow,
Kum, GRT, fup, and IR. Default scenario parameter values were varied by + 10% and the effects in predicted chemical concentrations in each
species’ lipids recorded.

Phytoplankton | Zooplankton Northern Capelin Atlantic Polar cod Atlantic cod Seal Polar bear
shrimp herring
-10% 10% | -10% | 10% | -10% | 10% | -10% | 10% | -10% | 10% | -10% | 10% | -10% 10% -10% 10% -10% | 10%
Sum IR 0.002 0.00| -0.36 | 0.34| -085| 0.81| -0.88 088 | -082| 083 | -080| 0.80| -141 1.44 -1.59 1.64 -2.26 | 2.52
PCBs Fuip 0.10 -0.09 | -0.08 | 0.07| -088| 08| -0.35| 0.32| -0.28 | 0.26 | -049 | 047 | -1.49 1.54 -2.19 2.47 -2.33 | 2.66
GRT 0.00 0.00 0.03 | -0.03 0.58 | -0.51 0.08 | -0.07 0.06 | -0.05 0.05 | -0.05 0.55 | -0.48 1.19 -0.98 1.32 | -1.07
Kwm 0.00 000 | 000| 00O0| 000 | OOO| 0O0O0| 0O.00| 0.00| 0.00| 0.00| 0.00 0.00 0.00 0.00 0.00 0.00 | 0.00
Kow 0.60 -052 | 048 | -042| 039]| -036| 036| -033| 0.37|-0.33| 0.32|-0.29 0.20 | -0.21 043 | -0.41 0.47 | -0.44
k1 0.00 0.00 | 0.03| -0.03| 051 -045| 0.06| -0.05| 0.05|-0.04| 0.03] -0.02 0.46 | -0.41 1.04 | -0.85 1.08 | -0.87
KeL 23.21 -6.81 | 25.69 | -7.08 | 55.88 | -8.63 | 31.36 | -7.60 | 29.55 | -7.45 | 36.05 | -7.83 | 92.14 | -9.17 | 219.97 | -9.59 | 248.86 | -9.65
LR 0.00 | 0.00| -0.07 | 0.07| -0.22| 0.22 | -0.15| 0.5 | -0.10| 0.0 | -0.10 | 0.09 | -0.14 | 014 | -0.85| 0.83 | -1.19| 1.19
Fue 0.03 -0.03 1.05 | -0.86 1.11 | -0.91 1.06 | -0.87 1.07 | -0.88 1.01 | -0.84 097 | -0.81 0.67 | -0.57 0.02 | 0.00
GRT 0.00 0.00 | -0.02| 0.02| -0.17 | 0.17 | -0.06 | 0.05| -0.04 | 0.04| 0.01] -0.01 0.00 0.00 -0.24 0.23 0.14 | -0.11
Kwm

0.00 000| 110| -090| 116 | -094| 106 | -0.87| 1.06|-0.88 | 1.02 | -0.85 1.00 | -0.83 112 | -0.90 1.33 | -1.07
Kow 0.37 -032 | 119]|-098 | 107 |-087| 1.10] -090| 1.17]-0.95| 1.13 | -0.92 1.06 | -0.87 0.36 | -0.30 0.39 | -0.34

0.00 0.00 | -0.02 | 0.02] -0.15] 0.15] -0.05| 0.04| -0.03 | 0.03 | 0.00 | 0.00 0.00 | 0.00 -0.25 0.24 0.08 | -0.06
18.95 -6.50 | 17.00 | -6.17 | 1455 | -5.30 | 16.01 | -5.91 | 16.86 | -6.09 | 17.05 | -6.20 | 17.02 | -6.10 | 18.49 | -4.67 | 80.55 | -7.45

#Values were calculated as: ((CLip,sumpca or PAHs £10%-CLiP sumPcBs or PaHs,09%)/ CLiP,sumpcBs or PAHs 0%*100)/10.
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Figure S4. Concentration of plastic in biota (g plastic x g* biota) (A, D), of sum PCBs (B, E)
and PAHSs (C, F) in biota lipids (ug x g lipids) for percentages of microplastic in the diet of 0,
1, 3, 10 and 99%, by all species in an Arctic food web (A, B, C) and only by zooplankton (D,

E, F). Note that the scale on the Y-axes varies.
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Figure S5. Trophic magnification factor (TMF) of plastic (A, D), PCBs (B, E) and PAHSs (C,
F) for percentages of microplastic in the diet of 0, 1, 3, 10 and 99%, by all species in an
Arctic food web (A, B, C) and only by zooplankton (D, E, F). Note that the scale on the Y-

axes varies.
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Figure S6. Concentration of plastic in biota (g plastic x g biota) (A), of sum PCBs (B),
PAHSs (C) and trophic magnification factor (TMF) of plastic (D), PCBs (E) and PAHs (F) in
biota lipids (ug x g* lipids) for percentages of microplastic in the diet of 0, 1, 3, 10 and 99%,
by all species in an ice covered Arctic food web (G). Note that the scale on the Y-axes
varies.

Parameters for this food web are defined as in Tables S2, S3, S4, S6 and S7. The diet matrix
was defined to reflect the depicted linear food chain, that is, with each species feeding for

100% on the species at the first lower trophic level.
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Figure S7. Chemical concentrations of PCBs (left) and PAHs (right) in the Arctic food web.
For under and over equilibrium of chemicals in plastics with increase in plastic ingestion of 0,
1, 3, 10, 99, 100% by each species in the Arctic food web. Chemical concentrations in water
were fixed while chemical concentrations in plastic were multiplied with a non-equilibrium
factor of 0, 0.01, 0.1, 1, 10, 100 or 1000. The dotted line indicates the chemical concentration
for the scenario with zero plastic in the diet. Plastic fractions below the line have a cleaning

and above a vector effect. Note that the scale on the Y-axes varies.
1.E+06

1 =3 m10 =30 m99 A
1.E+05
1.E+04
1.E+03
1.E+02
1.E+01 Ill
1.E+00 ==m il -spnm SNENN

0.30 B

0.25

Non-equilibrium factor
sum PCBs

0.20

0.15

sum pAHs

0.10

Non-equilibrium factor

0.05

0.00 “I mmN nEN I.II III I.I.l

Figure S8. Non-equilibrium factors for the ‘cleaning’ break-even point (CBP), i.e. the factor
increase in chemical concentration in the ingested plastic required to bring the chemical
concentration in the lipids back at the value when no plastic is ingested (i.e. to compensate

for the ‘cleaning’ effect), for sum PCBs (A) and sum PAHSs (B) in the Arctic food web.
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