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Presence of per- and poly-fluoroalkyl substances
(PFAS) in brain samples of marine mammals from
the St. Lawrence Estuary and Gulf, Canada

*a

Nejumal Kannankeril Khalid, @ Amira Aker,” Stéphane Lair® and Sébastien Sauvé

This study focused on measuring 80 target per- and poly-fluoroalkyl substances (PFAS) in brain samples
from various marine mammals, including: harbor seal, gray seal, harp seal, harbor porpoise, white-sided
dolphin, white-beaked dolphin, and True's beaked whale, all collected from the St. Lawrence Estuary and
Gulf. A total of 34 PFAS compounds were detected in these mammals. The geometric mean of the
detected PFAS levels ranged from 0.02 ng g~* wet weight (ww) to 41 ng g~* ww. Notably, the detection
frequency for PFOS was very high at 97.5%. For individual long-chain C9 to C13 perfluorocarboxylic
acids (PFCAs), the detection frequencies ranged from 77% to 95%. In contrast, the detection frequencies
for C3 to C6 PFCAs specifically PFHxA, PFBA, and PFPrA were much lower, ranging from 2.5% to 5%. This
indicates a greater tendency for long-chain PFCAs to accumulate compared to shorter-chain variants.
Additionally, a higher occurrence of PFSAs and PFCAs was observed across all species examined.
Interesting findings emerged regarding species at higher trophic levels, such as the white-sided dolphin,
white-beaked dolphin, and True's beaked whale, which exhibited significant levels of fluorinated alkyl
substance acids (FASAs) and their alternatives (FASAAs). In a comparative analysis of PFAS distribution in
liver, muscle, and brain tissues, correlation analysis revealed that concentrations in these tissues are
positively correlated with each other. This study highlights concerns regarding the impact of PFAS on
marine aquatic systems and potential neurocognitive impacts on their brain functions.

Marine mammals are at significant risk from PFAS due to their toxicity, ability to bioaccumulate, and persistence in the environment. Biomagnification is the

process through which these chemicals accumulate mainly in the fat tissues of organisms, increasing their concentration higher up the food chain. As top
predators, marine mammals such as dolphins, seals, and whales are particularly vulnerable because PFAS levels often exceed safe limits and accumulate in their

organs, including brain tissues. Prolonged exposure to these compounds can adversely affect their survival, reproduction, and immune function, endangering
species that are already at risk. Additionally, PFAS contamination highlights the broader issues of ocean pollution and the long-lasting impact of human

activities.

1. Introduction

manufactured chemicals are commonly found in various
consumer and commercial products due to their properties,
including high stability and strong water and oil repellency."**

The world faces significant challenges due to contamination
from organic pollutants in various aquatic and terrestrial envi-
ronments. This contamination largely results from the release
of harmful chemicals into the environment through human
activities. Such pollutants can have detrimental ecotoxicological
effects on both humans and various organisms in aquatic and
terrestrial ecosystems.”™ One class of chemicals of particular
concern is per- and polyfluoroalkyl substances (PFAS). These
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The widespread use of PFAS can lead to their excessive
detection in various environments, including surface water,
groundwater, and sediments.*® PFAS have been found in
marine mammals, seabirds, guineafowl, mollusks, and
crustaceans.”™ Major pathways of PFAS presence in aquatic
systems include wastewater treatment plants (WWTPs), landfill
leachate, and urban runoff.® This has led to high PFAS levels in
marine aquatic environments, and ubiquitous PFAS exposure in
the food webs of the North Atlantic Ocean.”® As regulations
evolve, significant changes are occurring in the PFAS
manufacturing landscape. This has led to an increased
production of PFAS alternatives and the formation of byprod-
ucts, which also contribute to the contamination.>** A target of
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30 ng L™ ! for 25 PFAS compounds, established by Health Can-
ada, was adopted in August 2024 in line with USEPA Method
533. However, the detection of unregulated PFAS in aquatic
mammals shows the need for a broader regulatory approach.
While existing regulations are in place, stronger measures are
required to effectively protect our marine ecosystems. These
chemicals and their metabolites are highly persistent in aquatic
systems and easily accumulate in various tissues, such as
muscle, liver, kidney, blood, and brain of different species.">**
PFAS accumulate more effectively in organs with high blood
perfusion,” and as such, the brain is not recognized as
a primary site for the accumulation of PFAS compared to other
tissues. However, accumulation can still occur through alter-
native mechanisms, such as the disruption of the tight junc-
tions in the blood-brain barrier (BBB) and the transport of PFAS
across the BBB via specific transporters.>*>*

Marine mammals absorb PFAS largely through diet, leading
to increased concentrations in higher trophic species within the
food web. Moreover, this has potential hazardous effects on
marine organisms, particularly affecting body size, immuno-
toxicity, growth rate, and fecundity.”® PFAS concentrations in
marine mammals vary significantly by species, tissue type, and
geographical location.>***® The concentration of PFAS in 15
different marine mammal species was first reported by Kannan
et al. in 2001, where they found PFAS levels in liver and blood
samples.”® PFAS presence has been reported in various marine
mammals worldwide.””** Spaan et al. reported that cetaceans
and killer whales from Greenland exhibit the highest concen-
tration of > 36 PFAS in their liver, with concentrations up to 614
ng g wet weight.* Interestingly, the occurrence of 7:3 fluo-
rotelomer carboxylic acid (7 : 3 FTCA) was first reported in polar
bears, with a concentration of approximately 1000 ng g~ wet
weight, and also in cetaceans, where the concentration ranged
from <6 to 190 ng g~ " wet weight.** The widespread occurrence
of PFAS has also been reported in tropical marine mammals,
indicating significant concentrations in the Indo-Pacific
humpback dolphin and finless porpoise.*® These exposures
have also been linked to wildlife health. For example,
a substantial concentration of PFAS, at 923 ng g~ lipid weight,
can affect the immune system in male walruses.?” Additionally,
PFAS can negatively impact the endocrine systems of marine
mammals, which affects the neurological health of these
species.*"?®

Recent studies have found that PFAS are present in the
aquatic environments of the St. Lawrence River and its estuary in
Quebec. Notably, the concentration of PFBA in the river water
exceeds that of the more commonly monitored substances, PFOA
and PFOS. Additionally, both established and newly identified
PFAS, including betaines and sulfonamides, have been detected
in water, sediment, and the aquatic food web, affecting every-
thing from plants to apex predator fish such as Smallmouth
bass.?** While most sediments in Quebec showed low levels of
PFAS, typically below toxicity criteria for aquatic organisms,
sediment samples from areas impacted by firefighting foam
(AFFF) displayed significantly higher amounts of PFAS, particu-
larly PFOS, compared to reference sites.** Concerns have been
raised regarding apex predators and potential ecological hazards
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due to the discovery that PFAS, especially long-chain PFAS such
as PFOS and C10-C13 perfluorocarboxylates (PFCAs), accumu-
late and magnify within the food web. The concentration of PFAS
in the river significantly increases due to wastewater discharge
from Montreal. Fish located downstream of these effluent
outfalls show higher levels of PFAS concentration.*” According to
a previous study, the concentration of > 29PFAS in tap water
from the Great Lakes and St. Lawrence River was significantly
higher at 14 ng L', compared to only 5 ng L " in other Canadian
sources. The study identified several important substances,
including PFCAs (C4-C14), perfluoroalkane sulfonates (PFSAs
C4, C6, C8), and precursors such as the 5:3 fluorotelomer
carboxylate (5: 3 FTCA). Additionally, suspect screening revealed
the presence of cyclic PFECHS (=4 ng L"), FBSA, FHxSA, and
ultra-short chain PFSAs (C2-C3).*

We previously documented the accumulation of PFAS in liver
and muscle samples from various species collected from the St.
Lawrence Estuary and Gulf in Quebec, Canada, including
harbor seals, gray seals, harp seals, hooded seals, harbor
porpoises, white-sided dolphins, white-beaked dolphins, and
True's beaked whales.” Our results showed greater accumula-
tion of PFAS in liver compared to muscle samples, with long-
chain perfluorocarboxylic acids (PFCAs) such as PFNA, PFDA,
PFUnA, PFTrDA, and PFHXDA being particularly dominant. This
current study is a continuation of our previous work, and the
aim is to analyze the occurrence of PFAS in brain samples from
the same species and specimens.

2. Materials and methods

2.1 Chemical and standards

Certified standards of PFAS were obtained from Wellington
Laboratories in Guelph, Ontario, Canada; Synquest Laborato-
ries in Alachua, Florida, USA; and DuPont in Wilmington,
Delaware, USA. Additional details regarding PFAS, internal
standards, and other chemicals used in this study can be found
in the SIL

2.2 Sample collections

Brain samples were collected from archived subsamples from
the same specimen for which muscle and liver concentrations
of PFAS have already been reported.® Such samples were initially
collected from marine mammals (arranged in the order of
trophic levels, harbor seal (Phoca vitulina, n = 11), gray seal
(Halichoerus grypus, n = 1), harp seal (Pagophilus groenlandicus,
n = 1), harbor porpoise (Phocoena phocoena, n = 22), white-sided
dolphin (Lagenorhynchus acutus, n = 1), white-beaked dolphin
(Lagenorhynchus albirostris, n = 1), and True's beaked whale
(Mesoplodon mirus, n = 1)) located dead by the shoreline along
the St. Lawrence Estuary and Gulf, Canada. These carcasses
were transported, usually frozen, by the Réseau québécois
d'urgences pour les mammiferes marins to the Canadian Wildlife
Health Cooperative Quebec Regional Center where sampling
and a full necropsy were performed.

The sample collection for this study presented significant
challenges, primarily due to our reliance on marine mammals

© 2025 The Author(s). Published by the Royal Society of Chemistry
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that had died of natural causes and were subsequently recov-
ered from the estuary. After the expert veterinarian from the
Faculté de médecine vétérinaire at the Université de Montréal
meticulously conducted necropsies. Following this thorough
examination, tissues were collected from the brain, liver, and
muscle and used later for the analysis of PFAS. Due to the
random occurrence of sea mammals that naturally or accidently
die on the shores of the St-Lawrence, the numbers of some
species are higher, while others are lower.

2.3 Sample preparation

Brain samples were stored at —20 °C before extraction. Sample
preparation was performed as follows: prior to analysis,
a 300 mg of freeze-dried wet weight aliquot of the marine
specimen'’s brain tissue sample was weighed in a 15 mL poly-
propylene (PP) tube. We did not target any specific brain region
for this project and used the archived samples. The samples
were spiked with 100 pL of a mix of surrogate internal standards
(prepared at 100 ng mL ! in pure MeOH, more internal stan-
dards methodological details are included in the SI Table S2),
and a 1 hour waiting time was applied. Subsequently, 5 mL of
MeOH was added as the extraction solvent, followed by high-
speed vortexing (3200 rpm, 0.5 min), ultrasonication in ice-
cold water (10 min), centrifugation (6000 rpm, 5 min), and
transfer of the supernatant to a fresh 15 mL PP tube (triplicate
samples). The combined supernatants were concentrated to
1.8 mL and subjected to cleanup with Supelclean ENVI-Carb
cartridges (250 mg). Finally, the prepared samples were ali-
quoted for analysis in LCMS vials (200 pL). This procedure is
based on a protocol we previously validated and published in
our previous studies.®

QA/QC was conducted for each LC/MS batch sequence using
an in-house protocol. Matrix-matched calibration curves all had
a determination coefficient (R*> > 0.99). Method blanks are
injected in the sequence and showed low levels of specific PFAS.

3. Results and discussion

A total of 34 out of 80 target PFAS compounds, including PFSAs
(perfluoroalkane sulfonic acid), PFCAs (perfluoroalkyl carbox-
ylic acids), cyclic PFASAs (cyclic perfluoroalkane sulfonic acid),
FASAs/FASAAs (fluoroalkane  sulfonamides/fluoroalkane
sulfonamide alcohols), FTCAs/FTUCAs (fluorotelomer carbox-
ylic acids/fluorotelomer unsaturated carboxylic acid), FTSAs
(fluorotelomer sulfonic acids), ether-PFAS (ether-linked poly-
fluoroalkyl substances), and ESI+ ECF precursors (electrospray
ionization positive electrochemical fluorination derivatives),
were detected. The geometric mean of detected PFAS ranged
from 0.02 ng g~ wet weight (ww) to 41 ng g~ ' ww. The average
concentration of individual C9 to C13 perfluorocarboxylic acids
(PFCAs) varied from 1.8 ng g ' ww to 23.1 ng g~ " ww (see SI),
with a detection frequency (DF) of 77% to 95%. In contrast, the
concentrations of C3 to C6 PFCAs (specifically PFHxA, PFBA,
and PFPrA) ranged from 0.31 ng g~ ' ww to 0.81 ng g~ ' ww, with
a DF of 2.5% to 5%. This indicates a greater tendency of brain
tissues to accumulate long-chain PFCAs relative to shorter ones.

© 2025 The Author(s). Published by the Royal Society of Chemistry
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The significant presence of C9-C14 PFCAs in the brain can be
attributed to differences in the levels and types of binding
proteins in cerebrospinal fluid compared to whole blood.*
Additionally, variations in the transport mechanisms of specific
PFAS across the blood-brain barrier also play a role.** Our study
observed a higher abundance of PFUnA and PFTrDA in brain
samples from various marine mammals, with a similar trend
noted in juvenile seabirds, where 44% of long-chain PFCAs were
found in brain samples.*

Among the target PFAS compounds, PFOS was the most
prevalent, showing a detection frequency of 97.5% and
a geometric mean concentration of 41.3 ng g~ wet weight, and
ranged from 0.30 ng ¢~ ww to 287 ng g~ ' ww. The concentra-
tions of PFOS in brain samples are lower than those detected in
other tissues, such as liver, muscle, plasma, and blubber, of
marine mammals across different regions and temporal
studies.>**"*>% Research indicates that polar bears show a brain
concentration of PFAS around 25 ng g~ ' wet weight, with PFOS
comprising nearly 91% of this total.>* Juvenile seabirds also show
significant levels of PFOS detected in their brain samples.*

FOSA has a high detection frequency (65%) in the brain of
the selected marine mammals, with concentrations ranging
from 0.85 ng g ' ww to 34 ng ¢ ' ww, and a median concen-
tration of 2.3 ng g ' ww. FOSA was also detected in 80% of fish
samples (liver and muscle) from the Pearl River Delta, China.*”
Many other studies have shown that FOSA is present in
mammals at significant concentrations.**** FOSA was also
found in plasma (5.4 ng mL ") in humans, and has been
associated with the occurrence or development of glioma.*
Furthermore, numerous studies have reported a concentration
of FOSA in human serum.>>

PFSAs are a type of PFAS characterized by a fully fluorinated
carbon chain that is bonded to a sulfonic acid group (-SOzH).
These compounds are highly resistant to degradation due to
their strong carbon-fluorine bonds, which provide impressive
thermal, chemical, and environmental stability. Furthermore,
this durability allows them to persist in the environment and
bioaccumulate in living organisms.>*~*® The PFSA class includes
substances like PFHxS, PFDS, and PFHpS, while the PFCA class
specifically includes PFOA. These substances can exhibit DF
ranging from 35% to 57% (Table 1). The environmental
behaviour, bioaccumulation, and toxicity of PFAS in marine
mammals are significantly influenced by the length of their
carbon chains. For instance, in our study, we observed that
PFDS (C10) has a DF of 52.5% and a mean concentration of 3.3
ng g~ ' ww, similarly, PENA (C9) has a DF of 77.5% and a mean
concentration of 1.8 ng g~' ww, these are examples of long-
chain PFAS, which tend to be more persistent and bio-
accumulative than their shorter-chain equivalent, PFPrA (C3)
and PFPrS (C3), both of which have a DF of 2.5%. This variation
is primarily due to the higher affinity long-chain PFAS have for
binding proteins, particularly albumin and fatty acid transport
proteins, leading to greater accumulation in marine
mammals.””*® For example, PFDS is more hydrophobic and
more readily accumulates in marine mammals than PFPrS,
which is attributed to its longer perfluoroalkyl chain and
sulfonate group. Shorter-chain PFAS, such as PFHpS (C7) with
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Table 1 Detection frequency (D.F.), geometric mean (ng g%, minimum, maximum, median, and % contribution of targeted PFAS

Detection frequency Geometric mean Min Max
Class Target PFAS (D.F., %) (ng g7, ww) (ng g7 ", ww) (ng g7, ww) Median % contribution
PFSA PFOS 97.5 41.3 0.30 287 56.0 25.1
PFHXS 57.5 1.40 0.002 14.8 1.89
PFDS 52.5 3.25 0.90 10.9 3.22
PFHpS 35 0.43 0.15 2.79 0.44
PFBS 7.5 0.04 0.03 0.05 0.03
PFEtS 5 0.10 0.04 0.23 0.14
PFPrS 2.5 0.23 — — —
PFNS 2.5 0.19 — — —
PFCA PFUnA 95 11.0 0.19 47.4 12.9 50.2
PFTrDA 95 23.1 0.23 102 25.4
PFDoA 92.5 5.94 1.19 20.9 5.79
PFDA 90 2.80 0.40 10.0 2.75
PFNA 77.5 1.81 0.62 10.3 1.76
PFOA 35 0.17 0.07 1.13 0.12
PFTeDA 15 1.89 1.11 6.25 1.48
PFHpA 7.5 0.15 0.11 0.25 0.14
PFBA 5 0.81 0.69 0.94 0.82
PFHxA 5 0.25 0.18 0.33 0.26
PFPrA 2.5 0.31 — — —
FASA FBSA 65 2.46 0.36 18.3 2.10 15.2
FOSA 65 2.82 0.85 34.7 2.32
FHxSA 27.5 1.34 0.23 7.40 1.12
FTAB/FTB 6:2-FTAB 32.5 0.32 0.13 0.85 0.31 3.6
5:3-FtB 2.5 0.25 — — —
5:1:2-FtB 2.5 0.28 — — —
FTSA 6:2-FTS 12.5 0.59 0.32 0.84 0.66 1.5
4:2-FTS 2.5 0.31 — — —
FTCAs/FTUCAs 7 :3-acid 7.5 2.72 0.36 7.74 4.45 1.7
5:3-acid 5 1.40 1.19 1.64 1.42
8:2-FTCA 5 0.21 0.004 10.0 5.00
Ether-PFAS PFMBA 2.5 0.24 — — — 0.5
PFEESA 2.5 0.02 — — —
Cyclic PFSA PFECHS 22.5 0.62 0.24 2.04 0.57 2.2

a DF of 35 and PFPrA (C3) with a DF of 2.5%, are more envi-
ronmentally mobile due to their decreased hydrophobicity,
which limits their ability to partition into tissues. These
differences underscore the critical impact of chain length on
the environmental persistence of PFAS.* Long-chain PFAS are
particularly hazardous to marine ecosystems because of their
increased capacity for bioaccumulation.*® Table 2 illustrates the
total concentrations of PFAS observed in the current study. This
data are presented to facilitate a comprehensive comparison
with previously reported concentrations of PFAS found in
various tissues and species, enhancing our understanding of
the prevalence and distribution of these substances across
different biological contexts.

3.1 Distribution of PFAS in mammals

From Fig. 1, there are no consistent patterns related to the
trophic levels. The highest concentrations of PFAS in brain
samples were observed in the following order: harbor seal,
white-sided dolphin, harbor porpoise, gray seal, white-beaked
dolphin, harp seal, and True's beaked whale. The analysis
revealed varying concentrations of PFAS across different tissues,
including the liver, brain, and muscles shown in Fig. 1b.
Notably, the liver samples exhibited significant levels of these

1602 | Environ. Sci.. Adv, 2025, 4, 1599-1611

substances, highlighting potential concerns regarding their
accumulation and impact on this vital organ.

The accumulation of PFAS in brain samples primarily
depends on differences in metabolism and excretion specific to
each species. Each species has varying blood-brain barrier
permeability, alongside different exposure levels and routes.>
BBB disruption, where PFAS can break down tight junctions to
gain access, and transporter-mediated pathways that help them
penetrate into brain tissue are some of the causes that
contribute to the accumulation of PFAS in the brain.?®2163656970
Another factor for accumulation of PFAS in brain tissue is that
their unique interaction with phospholipids in cell membrane.
These phospholipids support neurons and maintain the integ-
rity of the BBB. Long chain PFAS, have greater hydrophobicity
and stronger attraction to phospholipids, allowing them to
penetrate the brain more effectively. The selective permeability
of the BBB facilitates the movement of specific chain length
PFAS, while shorter chain variants are less able to cross.
Consequently, the brain serves as a significant reservoir for long
chain PFAS, given its lipid-rich environment and interactions
with binding proteins in cerebrospinal fluid.****¢>7*

A higher occurrence of PFSAs and PFCAs was observed across
all species. Species at higher trophic levels, such as the white-

© 2025 The Author(s). Published by the Royal Society of Chemistry
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Table 2 Comparison of the current study with reported concentrations
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of PFAS in various tissues and species

Concentration range

Species Study area Tissue type PFAS analyte (ng g " ww) Reference
Harbour seal St. Lawrence river, Quebec Brain >"PFAS 174 Present study
Gray seal 98 Present study
Harp seal 28 Present study
Harbor porpoise 118 Present study
White sided dolphin 137 Present study
White beaked dolphin 76 Present study
True's beaked whale 15 Present study
North Atlantic pilot whales Liver > 24 PFAS 216-295 44
Brain S 24 PFAS 54-91 44
Harbor seal German Bight Brain > PFSAs/> PFSiAs 101 61
S"PFCs 106
>_PFSAs/> PFSiAs 1030 61
S PFCs 1071
Human tissues Northen Italy Brain PFOS 1 62
PFOA 0.5
Liver PFOS 13 62
PFOA 3
Lung PFOS 7 62
PFOA 3
Kidney PFOS 6 62
PFOA 3
Human (Autopsy tissue) Spain, Tarragona County Liver PFHxA 68 63
Brain PFHxA 141
Bone PFOA 20
Polar bear East Greenland Brain > "PFCA 32.7 £ 1.7 64
Adipose 649 + 111
Blood 1220 £ 130
Liver 10720 + 1210
Glaucous gulls Norwegian arctic Egg > "PFCA 41.8 £ 5.27 65
Plasma 102 £+ 11.6
White semiknife carp Gaobeidian Lake Serum PFOS 9 ng mL 66
Tilapia Gaobeidian Lake Serum PFOS 5 66
Leather catfish Gaobeidian Lake Serum PFOS 12 66
Common carp Gaobeidian Lake Serum PFOS 32 66
Different fish species Minnesota lakes and rivers, USA Fillet PFOS <1-2000 67
Perch Baltic sea, Sweden Muscle PFOS 2 68
Burbot Baltic sea, Sweden Muscle PFOS 1 68
Whitefish Baltic sea, Sweden Muscle PFOS 2 68
Salmon Baltic sea, Sweden Muscle PFOS 0.98 68
Brown trout Baltic sea, Sweden Muscle PFOS 1 68

sided dolphin, white-beaked dolphin, and True's beaked
whales, had higher levels of fluorinated alkyl substance acids
(FASAs) and their alternatives (FASAAs). We analyzed the rela-
tionship between PFOS and the total concentration of long-
chain PFCAs in two species: the harbor porpoise and the
harbor seal. Unfortunately, other species did not have sufficient
sample sizes for statistical analysis (Gray seal, Harp seal, White-
sided dolphin, White-beaked dolphin, and True's beaked
whale).

The following results indicate a statistically significant
correlation between PFOS and long-chain PFCAs in both
species. For the harbor porpoise, Spearman's correlation coef-
ficient was r = 0.882, with a value p < 0.01. For the harbor seal,
Spearman's r was 0.8545, with a p < 0.01. The strong correlation
between PFOS and total PFCAs in the brain samples of these
marine mammals suggests a close relationship in the distri-
bution and accumulation of these PFAS. The previous studies

© 2025 The Author(s). Published by the Royal Society of Chemistry

show significant correlations between specific PFAS and PFCAs
in polar bears from East Greenland.”

For PFSAs, higher concentrations of PFOS were observed in
harbor porpoises, with a maximum level of 287 ng g~ ' ww. The
minimum PFOS concentration recorded for harbor porpoises
was 0.30 ng g ' ww. Previous studies have reported PFOS levels
in brain samples of harbor porpoises from the Black Sea
ranging from 33 to 1790 ng g~ " ww;”? in comparison, our study
indicates lower concentrations. A significant concentration of
FOSA was found in white-sided dolphins, measuring 35 ng g~
ww, and in white-beaked dolphins, measuring 16 ng g~ ww.
Among various species, the highest concentration of FOSA was
observed in beluga whales from Canada, with a reported
concentration of 214 & 3 ng g~ ' ww.” In the Faroe Islands, long-
finned pilot whale juveniles were found to have a concentration
of 43 ng ¢~ ' ww, while adult females had a concentration of
162 ng g " ww.”
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Fig. 1 (a) Geometric mean of targeted PFAS in brain sample of each
species. Species are plotted based on trophic level>®® (b) Total
concentration of PFAS in samples from the liver, brain, and muscle.

The distribution pattern of harbor porpoises and harbor
seals, as shown in Fig. 2, indicates high concentrations for some
of the most detected compounds, including PFOS, PFUnA,
PFTrDA, PFDoA, and PFDA. The results demonstrate that PFOS
is the dominant compound in both species (see details in SI
Table S5). A similar trend was observed in harbor porpoise liver
samples from the Baltic and North Seas.”

The results are consistent with findings from other marine
mammals, which show that PFOS is the most commonly iden-
tified PFAS in various tissues, including the brain, liver, and
other organs.>*“*>*¢ This prevalence suggests that PFOS is
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Fig. 2 The distribution pattern of (a) harbor porpoises (n = 24) and (b)
harbor seals (n = 11).

widespread in marine environments and can bioaccumulate to
hazardous levels.

Regional differences in PFAS profiles are evident. For
example, PFUnA is more prevalent in the North Atlantic
Ocean,”” while PFDA makes a significant contribution to the
South Pacific Ocean.” An increasing trend in several individual
PFCAs and PFBS was observed in cetacean samples from 2002 to
2004,* suggesting an ongoing and potentially worsening issue
of contamination. These differences can be attributed to factors
such as localized pollution sources, ocean currents, and specific
bioaccumulation patterns.>**>’”  Additionally, Indo-Pacific
humpback dolphins have shown significantly higher levels of
PFAS compared to finless porpoises in the South China Sea,"”
highlighting how contamination profiles can vary both by
region and species.

Previous studies have revealed that PFAS present in marine
aquatic systems can bioaccumulate, leading to significant
ecological and health challenges. These substances have been
linked to hazardous effects, including oxidative stress, neuro-
toxicity, and behavioral abnormalities in mammals. The accu-
mulation of PFAS not only poses risks to individual organisms
but also disrupts marine ecosystems.'>”*** The impacts and

© 2025 The Author(s). Published by the Royal Society of Chemistry
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potential toxicological effects of PFAS accumulation in brain
tissues have not yet been well studied and even less well
understood.

3.2 Clustering of PFAS in the brains of marine mammals

The distribution of PFAS compounds among various marine
mammal species is clearly illustrated by the PCA results (Fig. 3),
providing valuable insights into possible exposure patterns and
bioaccumulation trends. We can focus on the first two major
components to understand the underlying structure of the data,
as they account for a significant 78.3% of the variance. These
species may share similar habitats or food sources, which could
contribute to their contamination profiles. This is evident in the
distinct positions of species such as the harbor porpoise, gray
seal, and harbor seal within the PCA space, which is signifi-
cantly influenced by chemicals like PFOS, PFDS, and PFHpS.
Additionally, the relationship of the white-sided dolphin on the
PC2 axis with FBSA and PFTrDA suggests a specific exposure
scenario that may be linked to their ecological niche or meta-
bolic mechanisms. The complexity of contaminant processes in
marine ecosystems is underscored by these distinctions among
species, highlighting the importance of species-specific
assessments in environmental monitoring programs.

Our understanding of the connections between various PFAS
in marine ecosystems is enhanced by the correlation patterns
identified in the study. Strong relationships between PFOS,
PFHXS and PFDS suggest that these chemicals may have similar
environmental fates, transport mechanisms, shared sources
and physiological behavior within the animals. Conversely, the
lower and sometimes negative correlation of FBSA with other
compounds, along with its varied behavior, raises intriguing
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questions about its origins, degradation pathways, and bio-
accumulation or depuration mechanisms.

The clustering of harbor seals and harp seals in the principal
component analysis (PCA - Fig. 3) plot indicates that these
species are exposed to similar contaminants, likely due to
overlapping habitats or food choices. The isolation of the white-
sided dolphin in this analysis is particularly noteworthy, as it
may indicate specialized exposure pathways or different physi-
ological responses to these contaminants.

Although these findings provide a solid foundation for
understanding contaminant burdens specific to each species,
incorporating more ecological data and exploring additional
sources of variation could enhance our interpretation and offer
a more comprehensive view of the dynamics of PFAS in marine
environments.

3.3 Comparison of distribution patterns of PFAS in liver,
muscle and brain tissues

The Spearman rank correlation was used to assess the total
concentration of each PFAS in brain samples in relation to
muscle and liver tissues. The results showed a weak yet signif-
icant correlation with muscle ( = 0.0738, P> 0.05) and a strong
correlation with the liver (r = 0.7995, P < 0.05). Both results
indicate that the concentrations of each compound in the
respective tissues are significantly positively correlated.
Comparing the distribution of all three tissues, we observe
a higher DF for PFOS, PFNA, PFDA, PFUnA, PFTrDA, and
PFDoA. Previous studies also showed that the highest occur-
rence of PFAS was found in liver samples compared to other
tissues, such as those from fish and marine mammals,
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Fig.3 PCA analysis of each PFAS compound across different species (harbor seal (n = 11), gray seal (n = 1), harp seal (n = 1), harbor porpoise (n =
22), white-sided dolphin (n = 1), white-beaked dolphin (n = 1), and True's beaked whale (n = 1).
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including the finless porpoise and the Indo-Pacific humpback
dolphin.*>*”

Fig. 4 shows the mean ratio of PFAS in liver and brain
samples. As expected, the liver shows the highest concentra-
tions of many PFAS compounds, particularly PFOS, which is
known for its strong bioaccumulative properties. These findings
align with the liver's role in metabolizing and storing persistent
organic compounds. Muscle and brain tissues contain
moderate levels of shorter-chain PFAS. PFAS can cross the BBB
and accumulate in specific areas of the brain; however, the liver
is the primary site of their accumulation. The distribution and
accumulation of PFAS in biological tissues are significantly
influenced by their chain length. Long-chain PFAS, which
contain ten or more carbon atoms, tend to accumulate more in
lipid-rich tissues, such as the brain, compared to shorter-chain
counterparts.”>”>** The molecular weight and chain length of
PFAS determine their ability to cross the BBB and accumulate in
the brain. Previous research has shown that longer-chain PFAS,
like PFOS and PFTrDA, have been detected in brain regions
such as the brainstem, hippocampus, and thalamus, which are
known for their high lipid content.**”®

The distribution of PFAS in the liver, brain, and muscle is
influenced by various physiological factors, including the
protein and lipid content of these tissues, as well as the binding
affinities of PFAS to biomolecules.***® Generally, PFAS
concentrations are highest in the liver, which serves as a key
retention site due to its high protein content and the strong
affinity of PFAS, particularly longer-chain PFAS, for liver
proteins and phospholipids.***>* In contrast, muscle tissue
accumulates fewer PFAS because it contains less protein and
fat. Another important factor is the binding affinity of PFAS.*
Those with longer carbon chains and higher hydrophobicity
tend to bond more firmly to tissue proteins and phospholipids,
increasing their accumulation in organs such as the liver and
brain.***® Conversely, shorter-chain PFAS, which can be

1606 | Environ. Sci.: Adv.,, 2025, 4, 1599-1611

removed more easily and have weaker binding, are less likely to
accumulate.®® Fig. 3 shows nevertheless that brain tissues
accumulate significantly more PFAS than muscle tissues,
raising potential concerns to better understand the potential
neurotoxicological impacts this may cause in the brain.

The distribution of PFAS indicates that PFAS, particularly
PFOS, is dominant in terms of tissue accumulation. Other
classes, such as PFCA and FTUCA, exhibit lower and more
varied distribution across tissues. The differences in PFAS levels
across tissues are influenced by the unique properties of each
compound, such as chain length and functional groups, which
affect their bioaccumulation and affinity for different tissues.
This finding highlights the liver as a key organ for PFAS accu-
mulation in marine mammals, raising concerns about the
potential toxic effects on these animals and their ecosystems.®

4. Conclusions

This study reveals the occurrence of 34 per- and polyfluoroalkyl
substances (PFAS) in brain samples from various marine
mammals. The highest occurrence was observed for
compounds ranging from C9 to C14, with PFOS showing the
highest detection frequency. The PFSA class includes
substances such as PFHxS, PFDS, and PFHpS, while the per-
fluorocarboxylic acids (PFCAs) class specifically includes PFOA.
These substances can exhibit detection frequencies ranging
from 35% to 57%. The liver is the main site for PFAS accumu-
lation, occurring more often than in the brain. However, PFAS
can cross the blood-brain barrier (BBB) and gather in certain
brain areas. Long-chain PFAS are more likely to accumulate in
the brain than short-chain PFAS, as their ability to penetrate the
BBB depends on their molecular weight and chain length.

We analyzed the relationship between PFOS and the total
concentration of long-chain PFCAs in two species: the harbor
porpoise and the harbor seal. The results indicate a statistically

© 2025 The Author(s). Published by the Royal Society of Chemistry
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significant correlation between PFOS and long-chain PFCAs in
both species. The Spearman rank correlation was used to assess
the total concentration of each PFAS in brain samples in rela-
tion to muscle and liver tissues. The results showed a correla-
tion with muscle tissue and a strong correlation with liver
tissue. The findings indicate that the concentrations of each
compound in the respective tissues are significantly positively
correlated. This study reveals that action is needed to restrict
PFAS in the marine system and to protect these mammals.

Conflicts of interest

There are no conflicts of interest to declare.

Data availability

The data to support the findings of this study are provided in
the supplementary material files or if more information is
needed, it can be requested from the corresponding author.

The supplementary information file includes additional
tables and figures that support the main text. It provides
a detailed list of the PFAS compounds quantitatively targeted in
this study, information on internal standards, the UHPLC-
HRMS acquisition method, and specimen details, including
species, weight, location, and sex for brain samples. It also
includes a comprehensive table of 80 target PFAS with their
retention times and monitored m/z values, method detection
limits (mLOD), instrumental detection limits (iLOD), and the
distribution patterns of PFAS (ng g ' ww) across different
marine mammal species. See DOI: https://doi.org/10.1039/
d5va00061k.

Acknowledgements

The authors thank the Natural Sciences and Engineering
research Council of Canada for the financial support to SS.

References

1 B. C. Kelly, J. M. Sun, M. R. McDougall, E. M. Sunderland and
F. A. Gobas, Development and Evaluation of Aquatic and
Terrestrial Food Web Bioaccumulation Models for Per-and
Polyfluoroalkyl Substances, Environ. Sci. Technol., 2024, 58,
17828-17837.

2 N. K. Khalid, D. Devadasan, U. K. Aravind and
C. T. Aravindakumar, Screening and quantification of
emerging contaminants in Periyar River, Kerala (India) by
using high-resolution mass spectrometry (LC-Q-ToF-MS),
Environ. Monit. Assess., 2018, 190, 1-12.

3 L. Li, T. Han, B. Li, P. Bai, X. Tang and Y. Zhao, Distribution
Control and Environmental Fate of PFAS in the Offshore
Region Adjacent to the Yangtze River Estuary - A Study
Combining Multiple Phases Analysis, Environ. Sci. Technol.,
2024, 58, 15779-15789.

4 T. D. Saliu, M. Liu, E. Habimana, J. Fontaine, Q. T. Dinh and
S. Sauvé, PFAS profiles in biosolids, composts, and chemical

© 2025 The Author(s). Published by the Royal Society of Chemistry

View Article Online

Environmental Science: Advances

fertilizers intended for agricultural land application in
Quebec (Canada), J. Hazard. Mater., 2024, 480, 136170.

5 N. K. Khalid, M. Le Calvez, M. Lemire, Q. T. Dinh,
J. Fontaine, S. Lair and S. Sauvé, Occurrence of 80 per and
polyfluorinated alkyl substances (PFAS) in muscle and liver
tissues of marine mammals of the St. Lawrence Estuary
and Gulf, Quebec, Canada, Front. Environ. Chem., 2024, 5,
1403728.

6 X. Bai and Y. Son, Perfluoroalkyl substances (PFAS) in
surface water and sediments from two urban watersheds in
Nevada, USA, Sci. Total Environ., 2021, 751, 141622.

7 G. Munoz, P. Labadie, F. Botta, F. Lestremau, B. Lopez,
E. Geneste, P. Pardon, M.-H. Dévier and H. Budzinski,
Occurrence  survey and spatial  distribution  of
perfluoroalkyl ~and  polyfluoroalkyl  surfactants in
groundwater, surface water, and sediments from tropical
environments, Sci. Total Environ., 2017, 607, 243-252.

8 A. K. Tokranov, D. R. LeBlanc, H. M. Pickard, B. J. Ruyle,
L. B. Barber, R. B. Hull, E. M. Sunderland and
C. D. Vecitis, Surface-water/groundwater boundaries affect
seasonal PFAS concentrations and PFAA precursor
transformations, Environ. Sci.: Processes Impacts, 2021, 23,
1893-1905.

9 C.S.Foord, D. Szabo, K. Robb, B. O. Clarke and D. Nugegoda,
Hepatic concentrations of per-and polyfluoroalkyl
substances (PFAS) in dolphins from south-east Australia:
highest reported globally, Sci. Total Environ., 2024, 908,
168438.

10 S. W. Huh, S.-y. Cho, S. Yoon, D. Kim, H. W. Park, J. Kang
and K. W. Kim, Relationship between crustacean
consumption and serum perfluoroalkyl substances (PFAS):
the Korean National Environmental Health Survey
(KoNEHS) cycle 4, Ann. Occup. Environ. Med., 2024, 36, e12.

11 L. Meng, Y. Lu, Y. Wang, X. Ma, J. Li, J. Lv, Y. Wang and
G. Jiang, Occurrence, temporal variation (2010-2018),
distribution, and source appointment of per-and
polyfluoroalkyl substances (PFAS) in mollusks from the
Bohai Sea, China, ACS ES&T Water, 2021, 2, 195-205.

12 A. R. Robuck, M. G. Cantwell, J. P. McCord, L. M. Addison,
M. Pfohl, M. J. Strynar, R. McKinney, D. R. Katz,
D. N. Wiley and R. Lohmann, Legacy and novel per-and
polyfluoroalkyl substances in juvenile seabirds from the US
Atlantic Coast, Environ. Sci. Technol., 2020, 54, 12938-12948.

13 M. L. Hedgespeth, D. L. Taylor, S. Balint, M. Schwartz and
M. G. Cantwell, Ecological characteristics impact PFAS
concentrations in a US North Atlantic food web, Sci. Total
Environ., 2023, 880, 163302.

14 N. M. Brennan, A. T. Evans, M. K. Fritz, S. A. Peak and
H. E. von Holst, Trends in the regulation of per-and
polyfluoroalkyl substances (PFAS): a scoping review, Int. J.
Environ. Res. Public Health, 2021, 18, 10900.

15 B. Cara, T. Lies, G. Thimo, L. Robin and B. Lieven,
Bioaccumulation and trophic transfer of perfluorinated
alkyl substances (PFAS) in marine biota from the Belgian
North Sea: distribution and human health risk
implications, Environ. Pollut., 2022, 311, 119907.

Environ. Sci.: Adv., 2025, 4,1599-1611 | 1607


https://doi.org/10.1039/d5va00061k
https://doi.org/10.1039/d5va00061k
http://creativecommons.org/licenses/by/3.0/
http://creativecommons.org/licenses/by/3.0/
https://doi.org/10.1039/d5va00061k

Open Access Article. Published on 29 2025. Downloaded on 22/11/25 17:25:09.

Thisarticleislicensed under a Creative Commons Attribution 3.0 Unported Licence.

(cc)

Environmental Science: Advances

16 M. Kah and R. Kookana, Poly-and perfluroalkyl substances
(PFAS) in the environment, Chem. Int., 2023, 45, 40.

17 Y. Liu, Q. Wang, L. Ma, L. Jin, K. Zhang, D. Tao, W.-X. Wang,
P. K. Lam and Y. Ruan, Identification of key features relating
to the coexistence mechanisms of trace elements and per-
and polyfluoroalkyl substances (PFASs) in marine
mammals, Environ. Int., 2023, 178, 108099.

18 A. Remili, A. D. Morris, D. C. Muir, M. Houde, T. M. Brown,
S. H. Ferguson, D. A. Blair and R. J. Letcher, Persistent
pollutant exposure impacts metabolomic profiles in polar
bears and ringed seals from the High Arctic and Hudson
Bay, Canada, Environ. Res., 2025, 269, 120862.

19 E. M. Sunderland, X. C. Hu, C. Dassuncao, A. K. Tokranov,
C. C. Wagner and J. G. Allen, A review of the pathways of
human exposure to poly-and perfluoroalkyl substances
(PFASs) and present understanding of health effects, J.
Expo. Sci. Environ. Epidemiol., 2019, 29, 131-147.

20 Y. Cao and C. Ng, Absorption, distribution, and toxicity of
per-and polyfluoroalkyl substances (PFAS) in the brain:
a review, Environ. Sci.: Processes Impacts, 2021, 23, 1623—
1640.

21 A. K. Greaves, R. J. Letcher, C. Sonne and R. Dietz, Brain
region distribution and patterns of bioaccumulative
perfluoroalkyl carboxylates and
Greenland polar bears (Ursus maritimus), Environ. Toxicol.
Chem., 2013, 32, 713-722.

22 M.-Y. Xie, Z.-Y. Lin, X.-F. Sun, J.-J. Feng, L. Mai, C.-C. Wu,
G.-L. Huang, P. Wang, Y.-W. Liu and L.-Y. Liu, Per-and
polyfluoroalkyl substances (PFAS) exposure in plasma and
their blood-brain barrier transmission efficiency - a pilot
study, Environ. Int., 2024, 187, 108719.

23 J. Han, E.-J. Won, M.-C. Lee, J. S. Seo, S.-J. Lee and J.-S. Lee,
Developmental retardation, reduced fecundity, and
modulated expression of the defensome in the intertidal
copepod Tigriopus japonicus exposed to BDE-47 and PFOS,
Aquat. Toxicol., 2015, 165, 136-143.

24 B. A. Melake, L. Bervoets, B. Nkuba and T. Groffen,
Distribution of perfluoroalkyl substances (PFASs) in water,
sediment, and fish tissue, and the potential human health
risks due to fish consumption in Lake Hawassa, Ethiopia,
Environ. Res., 2022, 204, 112033.

25 X. Zhang, R. Lohmann and E. M. Sunderland, Poly-and
perfluoroalkyl substances in seawater and plankton from
the northwestern Atlantic margin, Environ. Sci. Technol.,
2019, 53, 12348-12356.

26 K. Kannan, ]. Koistinen, K. Beckmen, T. Evans,
J. F. Gorzelany, K. J. Hansen, P. D. Jones, E. Helle,
M. Nyman and J. P. Giesy, Accumulation of
perfluorooctane sulfonate in marine mammals, Environ.
Sci. Technol., 2001, 35, 1593-1598.

27 C. Andvik, E. Jourdain, J. L. Lyche, R. Karoliussen and
K. Borgd, High levels of legacy and emerging contaminants
in killer whales (Orcinus orca) from Norway, 2015 to 2017,
Environ. Toxicol. Chem., 2021, 40, 1848-1858.

28 C. Dassuncao, X. C. Hu, F. Nielsen, P. Weihe, P. Grandjean
and E. M. Sunderland, Shifting global exposures to poly-
and perfluoroalkyl substances (PFASs) evident in

sulfonates in East

1608 | Environ. Sci. Adv, 2025, 4, 1599-1611

View Article Online

Paper

longitudinal birth cohorts from a seafood-consuming
population, Environ. Sci. Technol., 2018, 52, 3738-3747.

29 J. Escoruela, E. Garreta, R. Ramos, ]J. Gonzalez-Solis and
S. Lacorte, Occurrence of Per-and Polyfluoroalkyl
substances in Calonectris shearwaters breeding along the
Mediterranean and Atlantic colonies, Mar. Pollut. Bull.,
2018, 131, 335-340.

30 Y. Fujii, Y. Kato, K. Sakamoto, T. Matsuishi, K. H. Harada,
A. Koizumi, O. Kimura, T. Endo and K. Haraguchi, Tissue-
specific bioaccumulation of long-chain perfluorinated
carboxylic acids and halogenated methylbipyrroles in
Dall's porpoises (Phocoenoides dalli) and harbor porpoises
(Phocoena phocoena) stranded in northern Japan, Sci. Total
Environ., 2018, 616, 554-563.

31 K. Stockin, S. Yi, G. Northcott, E. Betty, G. Machovsky-
Capuska, B. Jones, M. Perrott, R. Law, A. Rumsby and
M. Thelen, Per-and polyfluoroalkyl substances (PFAS), trace
elements and life history parameters of mass-stranded
common dolphins (Delphinus delphis) in New Zealand,
Mar. Pollut. Bull., 2021, 173, 112896.

32 S. Taylor, M. Terkildsen, G. Stevenson, J. de Araujo, C. Yu,
A. Yates, R. R. McIntosh and R. Gray, Per and
polyfluoroalkyl substances (PFAS) at high concentrations
in neonatal Australian pinnipeds, Sci. Total Environ., 2021,
786, 147446.

33 Q. Wang, Y. Ruan, L. Jin, X. Zhang, J. Li, Y. He, S. Wei,
J. C. Lam and P. K. Lam, Target, nontarget, and suspect
screening and temporal trends of per-and polyfluoroalkyl
substances in marine mammals from the South China Sea,
Environ. Sci. Technol., 2021, 55, 1045-1056.

34 B. Zhang, Y. He, G. Yang, B. Chen, Y. Yao, H. Sun, K. Kannan
and T. Zhang, Legacy and emerging poly-and perfluoroalkyl
substances in finless porpoises from East China Sea:
temporal trends and tissue-specific accumulation, Environ.
Sci. Technol., 2021, 56, 6113-6122.

35 K. M. Spaan, C. van Noordenburg, M. M. Plassmann,
L. Schultes, S. Shaw, M. Berger, M. P. Heide-Jorgensen,
A. Rosing-Asvid, S. M. Granquist and R. Dietz, Fluorine
mass balance and suspect screening in marine mammals
from the northern hemisphere, Environ. Sci. Technol., 2020,
54, 4046-4058.

36 J. C. Lam, J. Lyu, K. Y. Kwok and P. K. Lam, Perfluoroalkyl
substances (PFASs) in marine mammals from the South
China Sea and their temporal changes 2002-2014: concern
for alternatives of PFOS?, Environ. Sci. Technol., 2016, 50,
6728-6736.

37 H. Routti, B. Diot, C. Panti, N. Duale, M. C. Fossi, M. Harju,
K. M. Kovacs, C. Lydersen, S. E. Scotter and G. D. Villanger,
Contaminants in Atlantic walruses in Svalbard Part 2:
relationships with endocrine and immune
Environ. Pollut., 2019, 246, 658-667.

38 R. Dietz, R. J. Letcher, J.-P. Desforges, 1. Eulaers, C. Sonne,
S. Wilson, E. Andersen-Ranberg, N. Basu, B. D. Barst and
J. O. Bustnes, Current state of knowledge on biological
effects from contaminants on arctic wildlife and fish, Sci.
Total Environ., 2019, 696, 133792.

systems,

© 2025 The Author(s). Published by the Royal Society of Chemistry


http://creativecommons.org/licenses/by/3.0/
http://creativecommons.org/licenses/by/3.0/
https://doi.org/10.1039/d5va00061k

Open Access Article. Published on 29 2025. Downloaded on 22/11/25 17:25:09.

Thisarticleislicensed under a Creative Commons Attribution 3.0 Unported Licence.

(cc)

Paper

39 G. Munoz, L. Mercier, S. V. Duy, J. Liu, S. Sauvé and
M. Houde, Bioaccumulation and trophic magnification of
emerging and legacy per-and polyfluoroalkyl substances
(PFAS) in a St. Lawrence River food web, Environ. Pollut.,
2022, 309, 119739.

40 J.-C. Picard, G. Munoz, S. V. Duy and S. Sauvé, Longitudinal
and vertical variations of waterborne emerging
contaminants in the St. Lawrence Estuary and Gulf during
winter conditions, Sci. Total Environ., 2021, 777, 146073.

41 G. Munoz, A. Taxil-Paloc, M. Desrosiers, S. V. Duy, M. Liu,
M. Houde, J. Liu and S. Sauvé, Zwitterionic, cationic, and
anionic PFAS in freshwater sediments from AFFF-impacted
and non-impacted sites of Eastern Canada, J. Hazard.
Mater., 2025, 484, 136634.

42 H. A. Kaboré, K. Goeury, M. Desrosiers, S. Vo Duy, J. Liu,
G. Cabana, G. Munoz and S. Sauvé, Fish exhibit distinct
fluorochemical and 815N isotopic signatures in the St.
Lawrence river impacted by municipal
effluents, Front. Environ. Sci., 2022, 10, 833164.

43 H. A. Kaboré, S. V. Duy, G. Munoz, L. Méité, M. Desrosiers,
J. Liu, T. K. Sory and S. Sauvé, Worldwide drinking water
occurrence and levels of newly-identified perfluoroalkyl
and polyfluoroalkyl substances, Sci. Total Environ., 2018,
616, 1089-1100.

44 C. Dassuncao, H. Pickard, M. Pfohl, A. K. Tokranov, M. Li,
B. Mikkelsen, A. Slitt and E. M. Sunderland, Phospholipid
levels predict the tissue distribution of poly-and
perfluoroalkyl substances in a marine mammal, Environ.
Sci. Technol. Lett., 2019, 6, 119-125.

45 A. R. Robuck, J. P. McCord, M. J. Strynar, M. G. Cantwell,
D. N. Wiley and R. Lohmann, Tissue-specific distribution of
legacy and novel per-and polyfluoroalkyl substances in
juvenile seabirds, Environ. Sci. Technol. Lett., 2021, 8, 457-462.

46 B. Khan, R. M. Burgess and M. G. Cantwell, Occurrence and
bioaccumulation patterns of per-and polyfluoroalkyl
substances (PFAS) in the marine environment, ACS ES&T
Water, 2023, 3, 1243-1259.

47 C.-G. Pan, J.-L. Zhao, Y.-S. Liu, Q.-Q. Zhang, Z.-F. Chen,
H.J. Lai, F.J. Peng, S.-S. Liu and G.-G. Ying,
Bioaccumulation and risk assessment of per-and
polyfluoroalkyl substances in wild freshwater fish from
rivers in the Pearl River Delta region, South China,
Ecotoxicol. Environ. Saf., 2014, 107, 192-199.

48 W. A. Gebbink, R. Bossi, F. F. Rigét, A. Rosing-Asvid,
C. Sonne and R. Dietz, Observation of emerging per-and
polyfluoroalkyl substances (PFASs) in Greenland marine
mammals, Chemosphere, 2016, 144, 2384-2391.

49 K. Kannan, S. Corsolini, J. Falandysz, G. Oehme, S. Focardi
and J. P. Giesy, Perfluorooctanesulfonate and related
fluorinated hydrocarbons in marine mammals, fishes, and
birds from coasts of the Baltic and the Mediterranean
Seas, Environ. Sci. Technol., 2002, 36, 3210-3216.

50 R.J. Letcher, S. Chu, M. A. McKinney, G. T. Tomy, C. Sonne
and R. Dietz, Comparative hepatic in vitro depletion and
metabolite formation of major perfluorooctane sulfonate
precursors in arctic polar bear, beluga whale, and ringed
seal, Chemosphere, 2014, 112, 225-231.

wastewater

© 2025 The Author(s). Published by the Royal Society of Chemistry

View Article Online

Environmental Science: Advances

51 W. A. Gebbink, A. Glynn and U. Berger, Temporal changes
(1997-2012) of perfluoroalkyl acids and selected precursors
(including isomers) in Swedish human serum, Environ.
Pollut., 2015, 199, 166-173.

52 X. C. Hu, C. Dassuncao, X. Zhang, P. Grandjean, P. Weihe,
G. M. Webster, F. Nielsen and E. M. Sunderland, Can
profiles of poly-and perfluoroalkyl substances (PFASs) in
human serum provide information on major exposure
sources?, Environ. Health, 2018, 17, 1-15.

53 S. Poothong, C. Thomsen, J. A. Padilla-Sanchez,
E. Papadopoulou and L. S. Haug, Distribution of novel and
well-known poly-and perfluoroalkyl substances (PFASs) in
human serum, plasma, and whole blood, Environ. Sci.
Technol., 2017, 51, 13388-13396.

54 R. C. Buck, J. Franklin, U. Berger, J. M. Conder, 1. T. Cousins,
P. De Voogt, A. A. Jensen, K. Kannan, S. A. Mabury and
S. P. van Leeuwen, Perfluoroalkyl and polyfluoroalkyl
substances in the environment: terminology, classification,
and origins, Integrated Environ. Assess. Manag., 2011, 7,
513-541.

55 M. G. Evich, M. J. Davis, J. P. McCord, B. Acrey,
J. A. Awkerman, D. R. Knappe, A. B. Lindstrom,
T. F. Speth, C. Tebes-Stevens and M. J. Strynar, Per-and
polyfluoroalkyl substances in the environment, Science,
2022, 375, eabg9065.

56 J. Feng, E. ]J. Soto-Moreno, A. Prakash, A. Z. Balboula and
H. Qiao, Adverse PFAS effects on mouse oocyte in vitro
maturation are associated with carbon-chain length and
inclusion of a sulfonate group, Cell Prolif., 2023, 56, €13353.

57 X. Han, T. A. Snow, R. A. Kemper and G. W. Jepson, Binding
of perfluorooctanoic acid to rat and human plasma proteins,
Chem. Res. Toxicol., 2003, 16, 775-781.

58 N. Sheng, J. Li, H. Liu, A. Zhang and J. Dai, Interaction of
perfluoroalkyl acids with human liver fatty acid-binding
protein, Arch. Toxicol., 2016, 90, 217-227.

59 M. W. Woodcroft, D. A. Ellis, S. P. Rafferty, D. C. Burns,
R. E. March, N. L. Stock, K. S. Trumpour, J. Yee and
K. Munro, Experimental characterization of the
mechanism of perfluorocarboxylic acids' liver protein
bioaccumulation: the key role of the neutral species,
Environ. Toxicol. Chem., 2010, 29, 1669-1677.

60 O. Garcia-Garin, A. Borrell, P. Colomer-Vidal, M. Vighi,
N. Trilla-Prieto, A. Aguilar, M. Gazo and B. Jiménez,
Biomagnification and temporal trends (1990-2021) of
perfluoroalkyl substances in striped dolphins (Stenella
coeruleoalba) from the NW Mediterranean sea, Environ.
Pollut., 2023, 339, 122738.

61 L. Ahrens, U. Siebert and R. Ebinghaus, Total body burden
and tissue distribution of polyfluorinated compounds in
harbor seals (Phoca vitulina) from the German Bight, Mar.
Pollut. Bull., 2009, 58, 520-525.

62 L. Maestri, S. Negri, M. Ferrari, S. Ghittori, F. Fabris,
P. Danesino and M. Imbriani, Determination of
perfluorooctanoic acid and perfluorooctanesulfonate in
human tissues by liquid chromatography/single
quadrupole mass spectrometry, Rapid Commun. Mass
Spectrom., 2006, 20, 2728-2734.

Environ. Sci.: Adv., 2025, 4,1599-1611 | 1609


http://creativecommons.org/licenses/by/3.0/
http://creativecommons.org/licenses/by/3.0/
https://doi.org/10.1039/d5va00061k

Open Access Article. Published on 29 2025. Downloaded on 22/11/25 17:25:09.

Thisarticleislicensed under a Creative Commons Attribution 3.0 Unported Licence.

(cc)

Environmental Science: Advances

63 F. Pérez, M. Nadal, A. Navarro-Ortega, F. Fabrega,
J. L. Domingo, D. Barcelo and M. Farré, Accumulation of
perfluoroalkyl substances in human tissues, Environ. Int.,
2013, 59, 354-362.

64 A. K. Greaves, R. J. Letcher, C. Sonne, R. Dietz and
E. W. Born, Tissue-specific concentrations and patterns of
perfluoroalkyl carboxylates and sulfonates in East
Greenland polar bears, Environ. Sci. Technol., 2012, 46,
11575-11583.

65 J. Verreault, M. Houde, G. W. Gabrielsen, U. Berger,
M. Haukas, R. J. Letcher and D. C. Muir, Perfluorinated
alkyl substances in plasma, liver, brain, and eggs of
glaucous gulls (Larus hyperboreus) from the Norwegian
Arctic, Environ. Sci. Technol., 2005, 39, 7439-7445.

66 X. Li, L. W. Y. Yeung, M. Xu, S. Taniyasu, P. K. Lam,
N. Yamashita and J. Dai, Perfluorooctane sulfonate (PFOS)
and other fluorochemicals in fish blood collected near the
outfall of wastewater treatment plant (WWTP) in Beijing,
Environ. Pollut., 2008, 156, 1298-1303.

67 A. D. Delinsky, M. J. Strynar, P. J. McCann, J. L. Varns,
L. McMillan, S. F. Nakayama and A. B. Lindstrom,
Geographical distribution of perfluorinated compounds in
fish from Minnesota lakes and rivers, Environ. Sci.
Technol., 2010, 44, 2549-2554.

68 U. Berger, A. Glynn, K. E. Holmstrom, M. Berglund,
E. H. Ankarberg and A. Toérnkvist, Fish consumption as
a source of human exposure to perfluorinated alkyl
substances in Sweden-Analysis of edible fish from Lake
Vittern and the Baltic Sea, Chemosphere, 2009, 76, 799-804.

69 H. M. Starnes, K. D. Rock, T. W. Jackson and S. M. Belcher, A
critical review and meta-analysis of impacts of per-and
polyfluorinated substances on the brain and behavior,
Front. Toxicol., 2022, 4, 881584.

70 K. E. Pedersen, N. Basu, R. Letcher, A. K. Greaves, C. Sonne,
R. Dietz and B. Styrishave, Brain region-specific
perfluoroalkylated sulfonate (PFSA) and carboxylic acid
(PFCA) accumulation and neurochemical biomarker
responses in east Greenland polar bears (Ursus maritimus),
Environ. Res., 2015, 138, 22-31.

71]. Wang, Y. Pan, Q. Cui, B. Yao, J. Wang and ]. Dai,
Penetration of PFASs across the blood cerebrospinal fluid
barrier and its determinants in humans, Environ. Sci.
Technol., 2018, 52, 13553-13561.

72 K. 1. Van de Vijver, L. Holsbeek, K. Das, R. Blust, C. Joiris and
W. De Coen, Occurrence of perfluorooctane sulfonate and
other perfluorinated alkylated substances in harbor
porpoises from the Black Sea, Environ. Sci. Technol., 2007,
41, 315-320.

73 H. Barrett, X. Du, M. Houde, S. p. Lair, ]J. Verreault and
H. Peng, Suspect and nontarget screening revealed class-
specific temporal trends (2000-2017) of poly-and
perfluoroalkyl substances in St. Lawrence Beluga Whales,
Environ. Sci. Technol., 2021, 55, 1659-1671.

74 R. Bossi, F. F. Riget, R. Dietz, C. Sonne, P. Fauser, M. Dam
and K. Vorkamp, Preliminary screening of perfluorooctane
sulfonate (PFOS) and other fluorochemicals in fish, birds

1610 | Environ. Sci.; Adv, 2025, 4, 1599-1611

View Article Online

Paper

and marine mammals from Greenland and the Faroe
Islands, Environ. Pollut., 2005, 136, 323-329.

75 S. Huber, L. Ahrens, B.-J. Bardsen, U. Siebert, J. O. Bustnes,
G. A. Vikingsson, R. Ebinghaus and D. Herzke, Temporal
trends and spatial differences of perfluoroalkylated
substances in livers of harbor porpoise (Phocoena
phocoena) populations from Northern Europe, 1991-2008,
Sci. Total Environ., 2012, 419, 216-224.

76 L. Tao, K. Kannan, N. Kajiwara, M. M. Costa, G. Fillmann,
S. Takahashi and S. Tanabe, Perfluorooctanesulfonate and
related fluorochemicals in albatrosses, elephant seals,
penguins, and polar skuas from the Southern Ocean,
Environ. Sci. Technol., 2006, 40, 7642-7648.

77 Y. Guo, W. Shi, Y. Liang, Z. Liu, Q. Xie, J. Wu, Y. Wu and
X. Sun, Spatiotemporal and life history related trends of
per-and polyfluoroalkyl substances in Indo-Pacific finless
porpoises from south China sea (2007-2020), Chemosphere,
2023, 310, 136780.

78 N. Hamid, M. Junaid, M. Sultan, S. T. Yoganandham and
O. M. Chuan, The untold story of PFAS alternatives:
insights into the occurrence, ecotoxicological impacts, and
removal strategies in the aquatic environment, Water Res.,
2024, 250, 121044.

79 S.-M. Banyoi, T. Porseryd, ]J. Larsson, M. Grahn and
P. Dinnétz, The effects of exposure to environmentally
relevant PFAS concentrations for aquatic organisms at
different consumer trophic levels: systematic review and
meta-analyses, Environ. Pollut., 2022, 315, 120422.

80 L. L. Bilela, I. Matijosyté, J. Krutkevi¢ius, D. A. Alexandrino,
I. Safarik, J. Burlakovs, S. P. Gaudéncio and M. F. Carvalho,
Impact of per-and polyfluorinated alkyl substances (PFAS)
on the marine environment: raising awareness, challenges,
legislation, and mitigation approaches under the one
health concept, Mar. Pollut. Bull., 2023, 194, 115309.

81 A. Podder, A. A. Sadmani, D. Reinhart, N.-B. Chang and
R. Goel, Per and poly-fluoroalkyl substances (PFAS) as
a contaminant of emerging concern in surface water:
a transboundary review of their occurrences and toxicity
effects, J. Hazard. Mater., 2021, 419, 126361.

82 C. Vendl, M. D. Taylor, J. Brdunig, L. Ricolfi, R. Ahmed,
M. Chin, M. J. Gibson, D. Hesselson, G. G. Neely and
M. Lagisz, Profiling research on PFAS in wildlife:
systematic evidence map and bibliometric analysis, Ecol.
Solut. Evid., 2024, 5, €12292.

83 A. Galatius, R. Bossi, C. Sonne, F. F. Rigét, C. C. Kinze,
C. Lockyer, ]J. Teilmann and R. Dietz, PFAS profiles in three
North Sea top predators: metabolic differences among
species?, Environ. Sci. Pollut. Res., 2013, 20, 8013-8020.

84 M.-Y. Xie, Z.-Y. Lin, L.Y. Liu, C.-C. Wu, Y.-W. Liu,
G.-L. Huang and E. Y. Zeng, Use of glioma to assess the
distribution patterns of perfluoroalkyl and polyfluoroalkyl
substances in human brain, Environ. Res., 2022, 204, 112011.

85 W. Wen, X. Xia, D. Zhou, H. Wang, Y. Zhai, H. Lin, J. Chen
and D. Hu, Bioconcentration and tissue distribution of
shorter and longer chain perfluoroalkyl acids (PFAAs) in
zebrafish (Danio rerio): effects of perfluorinated carbon

© 2025 The Author(s). Published by the Royal Society of Chemistry


http://creativecommons.org/licenses/by/3.0/
http://creativecommons.org/licenses/by/3.0/
https://doi.org/10.1039/d5va00061k

Open Access Article. Published on 29 2025. Downloaded on 22/11/25 17:25:09.

Thisarticleislicensed under a Creative Commons Attribution 3.0 Unported Licence.

(cc)

View Article Online

Paper Environmental Science: Advances
chain length and zebrafish protein content, Environ. Pollut., Rodent Tissues: Rat liver a suitable proxy for evaluating
2019, 249, 277-285. emerging PFAS?, Environ. Sci. Technol., 2024, 58, 14641-14650.

86 S. Ryu, W. Burchett, S. Zhang, X. Jia, S. M. S. Modaresi, 87 F. Nielsen, F. C. Fischer, P. M. Leth and P. Grandjean,
J. Agudelo Areiza, D. Rodrigues, H. Zhu, E. M. Sunderland Occurrence of major perfluorinated alkylate substances in
and F. C. Fischer, Unbound fractions of PFAS in Human and human blood and target organs, Environ. Sci. Technol.,

2023, 58, 143-149.

© 2025 The Author(s). Published by the Royal Society of Chemistry Environ. Sci.: Adv, 2025, 4, 1599-1611 | 1611


http://creativecommons.org/licenses/by/3.0/
http://creativecommons.org/licenses/by/3.0/
https://doi.org/10.1039/d5va00061k

	Presence of per- and poly-fluoroalkyl substances (PFAS) in brain samples of marine mammals from the St. Lawrence Estuary and Gulf, Canada
	Presence of per- and poly-fluoroalkyl substances (PFAS) in brain samples of marine mammals from the St. Lawrence Estuary and Gulf, Canada
	Presence of per- and poly-fluoroalkyl substances (PFAS) in brain samples of marine mammals from the St. Lawrence Estuary and Gulf, Canada
	Presence of per- and poly-fluoroalkyl substances (PFAS) in brain samples of marine mammals from the St. Lawrence Estuary and Gulf, Canada
	Presence of per- and poly-fluoroalkyl substances (PFAS) in brain samples of marine mammals from the St. Lawrence Estuary and Gulf, Canada
	Presence of per- and poly-fluoroalkyl substances (PFAS) in brain samples of marine mammals from the St. Lawrence Estuary and Gulf, Canada

	Presence of per- and poly-fluoroalkyl substances (PFAS) in brain samples of marine mammals from the St. Lawrence Estuary and Gulf, Canada
	Presence of per- and poly-fluoroalkyl substances (PFAS) in brain samples of marine mammals from the St. Lawrence Estuary and Gulf, Canada
	Presence of per- and poly-fluoroalkyl substances (PFAS) in brain samples of marine mammals from the St. Lawrence Estuary and Gulf, Canada
	Presence of per- and poly-fluoroalkyl substances (PFAS) in brain samples of marine mammals from the St. Lawrence Estuary and Gulf, Canada

	Presence of per- and poly-fluoroalkyl substances (PFAS) in brain samples of marine mammals from the St. Lawrence Estuary and Gulf, Canada
	Presence of per- and poly-fluoroalkyl substances (PFAS) in brain samples of marine mammals from the St. Lawrence Estuary and Gulf, Canada
	Presence of per- and poly-fluoroalkyl substances (PFAS) in brain samples of marine mammals from the St. Lawrence Estuary and Gulf, Canada
	Presence of per- and poly-fluoroalkyl substances (PFAS) in brain samples of marine mammals from the St. Lawrence Estuary and Gulf, Canada


