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ABSTRACT

Coastal eutrophication is a major environmental issue worldwide. In the Baltic Sea, eutrophication affects both
the coastal waters and the open sea. Various policy frameworks aim to hinder its progress but eutrophication-
relevant water quality variables, such as chlorophyll-a concentrations, still exhibit opposite temporal trends in
various Baltic Sea marine and coastal waters. In this study, we investigate the temporal-trend linkages of mea-
sured water quality variables and their various anthropogenic, climatic and hydrospheric drivers over the period
1990-2020 with focus on the Swedish coastal waters and related marine basins in the Baltic Sea.

We find that it is necessary to distinguish more and less isolated coastal waters, based on their water exchanges
with the open sea, to capture different coastal eutrophication dynamics. In less isolated coastal waters, eutrophi-
cation is primarily related to nitrogen concentrations, while it is more related to phosphorus concentrations in
more isolated coastal waters. In the open sea, trends in eutrophication conditions correlate best with trends in
climatic and hydrospheric drivers, like wind speed and water salinity, respectively. In the coastal waters, driver
signals are more mixed, with considerable influences from anthropogenic land-based nutrient loads and sea-
ice cover duration. Summer chlorophyll-a concentration in the open sea stands out as a main change driver of
summer chlorophyll-a concentration in less isolated coastal waters. Overall, coastal waters are a melting pot of
driver influences over various scales, from local land-based drivers to large-scale total catchment and open sea
conditions. The latter in turn depend on long-term integration of pathway-dependent influences from the vari-
ous coastal parts of the Baltic Sea and their land-based nutrient load drivers, combined with overarching climate
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conditions and internal feedback loops. As such, our results challenge any unidirectional local source-to-sea par-
adigm and emphasize a need for concerted local land-catchment and whole-sea measures for robust coastal eu-
trophication management.

© 2021 The Authors. Published by Elsevier B.V. This is an open access article under the CC BY license (http://

creativecommons.org/licenses/by/4.0/).

1. Introduction

Coastal eutrophication affects more than 400 coastal waters world-
wide, with only 13 of these waters in recovery (Selman et al., 2008).
The effects can lead to ecological and economic damages through
algae blooms, loss of biodiversity, oxygen depletion, fish deaths and
dead zones (Altieri and Diaz, 2019). In the Baltic Sea, a semi-enclosed
brackish sea situated in Northern Europe (shown in Fig. 1), several
coastal waters are eutrophicated (Voss et al., 2011). Due to its large
catchment area and limited water exchange with the North Sea, the
open sea waters also suffer from eutrophication (Andersen et al.,
2017), which further complicates the management of coastal waters
(Vigouroux et al., 2019).

Eutrophication is generally driven by anthropogenic pressures,
which increase nutrient inputs to the coastal waters (Nixon, 1995).
This is also the case for the Baltic Sea, where most of the nitrogen and
phosphorus loads are of anthropogenic nature, reflecting the impor-
tance of human activities in its catchment area (Gustafsson et al.,
2012). About 90 million people inhabit its catchment area and around
26% of its area is used for agriculture and pasture (HELCOM, 2011). Ac-
tivities in the catchment area have dramatically increased nutrient loads
to the Baltic Sea in the past century, considered responsible for the onset

of coastal and marine eutrophication (Voss et al., 2011; Meier et al.,
2019). Several measures have been taken to reduce the nutrient loads.
Improved wastewater treatment, for example, has resulted in a general
decrease of both nitrogen and phosphorus loads since the 1990s
(Reusch et al., 2018). However, further nutrient load reduction and
water quality improvement is still needed. For this, various manage-
ment frameworks have been implemented, both on regional scale
through the Baltic Sea Action Plan (BSAP) of the Helsinki Commission
(HELCOM), and on local inland and coastal scales through the Water
Framework Directive (WFD).

The decrease in nutrient loads to the Baltic Sea since the 1990s
(Reusch et al., 2018) has slowed down in the past decade, possibly
due to increasing share of diffuse nutrient loads, representing cumula-
tive consequences of anthropogenic activities that can be distant both
in time and space (Le Moal et al., 2019). Moreover, despite achieved
reductions in nutrient loads, chlorophyll-a concentrations during the
summer months are still increasing in large parts of the Baltic Sea.
Fig. 2 presents the evolution of summer chlorophyll-a concentrations
(Summer Chl-a), a eutrophication indicator, for coastal and open sea
waters with enough data availability during the period 1990-2020.
Indeed, on the marine scale, Summer Chl-a has been increasing during
the past three decades in most of the open sea waters (Fig. 2, panels
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Fig. 1. Map of the Baltic Sea study area, situated in northern Europe. Coastal Basins (CBs) included in the study are divided into more isolated basins (in orange) and less isolated basins (in
green). The classification is explained in Section 2.1. Baltic Sea Marine Basins (in light blue circled by black lines) associated to the CBs included in the study are Skagerrak (Ska), Kattegat
(Kat), the Arkona Sea (Ark S), the Bornholm Sea (Bor S), the Eastern Gotland Sea (EGot S), the Western Gotland Sea (WGot S), the Northern Gotland Sea (NGot S), the Bothnian Sea (Bot
S) and the Bothnian Bay (Bot B). The black dots show the locations of the monitoring stations that provide inland nutrient concentrations. The thin dark grey lines confine local catchment
areas (in grey) that together build up and constitute the whole Baltic Sea catchment. (For interpretation of the references to color in this figure legend, the reader is referred to the web

version of this article.)
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C-I). On the local coastal scale, trends in Summer Chl-a are more di-
verse, with both increasing and decreasing trends seen in even nearby
situated coastal waters, for example in the coastal waters of the
Northern Gotland Sea (Fig. 2, panel G). Thereby, other drivers than
just nutrient loads may play important roles for the recent development
of coastal eutrophication in the Baltic Sea. This has strong implications
for management of coastal eutrophication, as implementation of effec-
tive management measures requires knowledge about the key drivers
and their coastal effects.

Other anthropogenic drivers than just nutrient inputs can also affect
eutrophication. For example, water cycling in the Baltic catchment area
has been modified by flow regulation, hydropower and agricultural
developments on land (Destouni et al., 2013), altering freshwater dis-
charges and the nutrient loads they carry to the coast, as well as coastal
hydrodynamics. In addition to land-based anthropogenic pressures,
coastal and marine eutrophication conditions are also affected by atmo-
spheric climate drivers (Meier et al., 2012; Savage et al., 2010). Climate-
driven changes in precipitation and its partitioning between runoff and
evapotranspiration also alter the freshwater discharge and the nutrient
loads they carry to the coastal and open sea waters, in addition to such
alterations driven by developments on land mentioned above. Climate
drivers also influence the coastal and marine eutrophication conditions
both by direct biogeochemical effects (Vigouroux et al., 2020) and by
indirect effects on underlying hydrodynamics (Lips et al., 2017; Chen
et al.,, 2019). As such, Vigouroux et al. (2020) found that high air-to-
ocean net heat flux conditions complicate the effectiveness of manage-
ment measures taken to reduce nutrient concentrations and eutrophi-
cation in the coastal case example of the Baltic Himmerfjarden
bay, even under relatively low nutrient load conditions. Moreover,
prolonged sea-ice cover can create nutrient-rich river plumes under
ice, by reducing wind mixing, and lead to increased spring bloom bio-
mass production in coastal areas (Kari et al., 2018).

Marine eutrophication depends on nutrient concentrations in the
sea, physical water properties (e.g. water temperature) and internal
processes governing the recycling of the nutrients, such as internal
phosphorus loading under hypoxia (Meier et al., 2012). The Baltic
Sea has a residence time of more than 30 years (Stigebrandt and
Gustafsson, 2003), thereby changes in its eutrophication conditions de-
pend on long term integration of both anthropogenically and
hydroclimatically driven changes in catchment conditions, on direct cli-
matic changes over coast and sea, and on the dynamics of coastal and
sea responses to such changes. For example, salinity of coastal and ma-
rine surface water affects the stratification and thereby the growth of
algae, and depends on both runoff from land and sea water exchange
with the North Sea, with the latter also depending on variations in
atmospheric pressure (Chen et al., 2019). Open coastal zones are af-
fected by interactions between the open sea and the coastal waters as
well as by freshwater and nutrient discharges from land (Almroth-
Rosell et al., 2016). Moreover, marine eutrophication also influences
coastal eutrophication, even in relatively isolated bays of the Baltic Sea
(Vigouroux et al., 2020). Therefore, coastal eutrophication depends on
a combination of variations and changes indirectly on land, and directly
in the coastal areas as well as in the open sea.

Understanding the responses and feedbacks of coastal eutrophica-
tion to different parts of various driver combinations is necessary for de-
veloping robust and successful management strategies. The Swedish
coastal waters of the Baltic Sea have experienced both increasing and
decreasing eutrophication trends (Fig. 2). While modelling studies
have examined the roles of various drivers in past and potential future

Science of the Total Environment 779 (2021) 146367

evolution of eutrophication conditions in the Baltic Sea (e.g. using sce-
nario simulations (Meier et al., 2012, 2019)), data-driven studies have
mostly focused on drivers in the hydrosphere itself, i.e., within the
coastal and marine waters, such as coastal hypoxia (Caballero-Alfonso
et al., 2015) and coastal eutrophication in the Gulf of Bothnia
(Lundberg et al., 2009), and in the anthroposphere and hydrosphere
in the Gulf of Finland (Raateoja and Kauppila, 2019). No studies have
systematically investigated observation based, data-given, interlinkages
of eutrophication with combined anthropospheric, atmospheric, and
hydrospheric drivers and variables. In this study, we aim to do this,
with focus on data-given relationships emerging between dynamics of
coastal Baltic eutrophication and its drivers on land and in the coastal
and open sea parts of the coupled catchment-coast-sea system. With
this aim, our research questions are: i) To what extent do temporal
trends in various drivers explain observed trends in coastal eutrophica-
tion? ii) To what extent do identified driver-response relationships de-
pend on influence locations and scales? To ensure consistency of data
availability for different investigated coastal zones, we focus our study
on the Swedish coast of the Baltic Sea, which encompasses a large vari-
ety of coasts, from the Bothnian Bay to Kattegat, spanning the whole
hydroclimatic gradient experienced by the Baltic Sea system, for the
recent period 1990-2020. The investigated drivers span the
anthroposphere, the atmosphere, and the hydrosphere, and the local
land catchment and coast scales along with the large open sea scale of
the Baltic Sea and its whole catchment area.

2. Methods
2.1. Definition and classification of Coastal and Marine Basins

In this study, we have investigated dynamics and potential drivers of
coastal eutrophication during medium to long-term periods (10 to
30 years). We focus on the Swedish coastal waters, which extend
from the westernmost to the northernmost waters of the Baltic Sea
varying from archipelagoes to open bays. The Swedish coastal waters
have been partitioned into Coastal Basins (CBs). This partitioning has
been made according to the basins used in the Swedish implementation
of the WFD (Naturvardsverket, 2006). The open Baltic Sea has been
partitioned into Marine Basins (MBs) that are used both in the analysis
and as drivers of coastal conditions and follow the spatial definition
from HELCOM (HELCOM, 2017). For the analysis of coastal water quality
variables and drivers, the CBs have been further classified into more iso-
lated CBs and less isolated CBs, following the existing classification de-
fined by the Swedish Environmental Protection Agency (2000). The
Swedish Environmental Protection Agency (2000) have classified
the CBs into three water exchange classes (water exchange rate of
0-9 days, 10-39 days, and >40 days), based on their morphologies
(representing their link to the next CB or to the open sea) and basin se-
quences (representing the number of CBs between a given CB and the
open sea), and has been verified by modelling the exchange rates for
139 of the 560 Swedish CBs. The water exchange class with a rate of
0-9 days corresponds to the less isolated CBs in this study (open coasts
and open bays directly linked to the open sea or to an open coast that is
linked to the open sea). Together, the water exchange classes with rates
of 10-39 days and >40 days corresponds to the more isolated CBs (CBs
in the basin sequence 1 with a narrow straight or a shelf in the seaward
margin, or in an archipelago, and in higher basin sequences). CBs that
have been changed or added CBs between the initial classification by
the Swedish Environmental Protection Agency (2000) and their current

Fig. 2. Summer chlorophyll-a concentrations (Chl-a) based on yearly averaged data for the Marine Basins (in blue) and their associated Coastal Basins (CBs) from 1990 to 2020 that have at
least a 20-year long time series for Summer Chl-a. The data sources and aggregation are presented in Sections 2.2.1 and 2.3.1, respectively. More isolated CBs are shown in orange and less
isolated CBs in green, and their average in the respective color in bold. Panel A: Skagerrak, panel B: Kattegat, panel C: Arkona Sea, panel D: Bornholm Sea, panel E: Eastern Gotland Sea,
panel F: Western Gotland Sea, panel G: Northern Gotland Sea, panel H: Bothnian Sea, and panel I: Bothnian Bay. The sole more isolated CB (orange) in the Western Gotland Sea
(shown in Supplementary materials Fig. S1) represents an outlier point in the analysis of relationships between water quality variables, with strong variations in its Summer Chl-a.
Note the varying vertical scales between the panels. (For interpretation of the references to color in this figure legend, the reader is referred to the web version of this article.)
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definition (Naturvardsverket, 2006) have been reclassified using the
same criteria. Fig. 1 shows the CBs included in the analysis (green for
less isolated and orange for more isolated) and their associated MBs
(light blue). CBs and MBs were selected based on their water quality
data availability, as described in the Section 2.3.1 and the number of
CBs associated with each MB is presented in Supplementary materials
(SM) Table S1. Morphological properties of the CBs are given in SM
Table S2 per CB class and associated MB. Both the drivers and the
water quality variables were aggregated for these selected basin classes
(All CBs, more isolated CBs, less isolated CBs, MBs), as described in the
Section 2.3.1.

2.2. Data sources

This section presents and justifies the choice of water quality and
driver data used in the analysis of the relationships between temporal
trends in eutrophication-relevant water quality variables, and between
temporal trends in water quality variables and drivers. The study fo-
cuses on the recent period 1990-2020, which has experienced the
greatest range of hydroclimatic changes in terms of water temperature
and sea-ice cover (The BACC Il Author Team, 2015), as well as decreas-
ing nutrient loads to the whole Baltic Sea. Table 1 summarizes the
datasets used in the study as well as their sources. Data processing is de-
scribed in the Section 2.3.

Table 1

Science of the Total Environment 779 (2021) 146367

2.2.1. Water quality variables

In this study, we mainly focus on eutrophication-relevant water
quality indicators, defined by and related to the Swedish implementa-
tion of the WFD (Havs- och vattenmyndigheten, 2019), which also
provide a consistent framework for data access and analysis. For the var-
iable analysis, summer has been defined as the months of June-August
or July-August and winter as the months of November/December-
February/March, depending on the CB or MB location (given per MB
in SM Table S3), following the Swedish implementation of the WFD
(Havs- och vattenmyndigheten, 2019). Definitions of summer and win-
ter months depend on the water quality dynamics in the different
coastal and marine locations. Winter months correspond to the period
following the growth season and preceding the spring bloom (when
dissolved nutrient levels are highest), and summer months cover the
growth season after the spring bloom (HELCOM, 2017). For all the
variables, surface measurements have been used, corresponding to
measurements within the 0-10 m depth zone.

Hydrospheric variables that are part of the ecological status
definition for coastal waters of the Swedish implementation in the
WEFD (Havs- och vattenmyndigheten, 2019) are defined below. Surface
concentration of chlorophyll-a (Chl-a) during summer (Summer Chl-a)
is a commonly used proxy for eutrophication, indicating summer algae
and cyanobacteria blooms. Thus, Summer Chl-a was chosen as the main
variable for this study. Nutrient concentrations were also investigated to

Dataset information of variables and drivers considered in the present study. Data processing is detailed in Supplementary materials S1.2 Coastal Basin (CB); Marine Basin (MB).

Type Name Short description Period with Data time Data source
data resolution
Hydrosphere variables within CBs and Water quality variables Concentration of water quality variable ~ Varying Yearly SMHI SHARK?,
MBs concentrations in CBs and MBs (DIN,  in the surface waters of the CBs and MBs (longest ICES® (HELCOM
DIP, TN, TP, Chl-a) 1990-2019) stations)
Large-scale land-catchment drivers QtoMB Freshwater discharge (Q) into the MB 1994-2010 Yearly HELCOM PLC 5.5¢
associated with MBs Nutrient concentrations in the Q to Nutrient concentrations in the 1994-2010 Yearly HELCOM PLC 5.5¢
MB (DIN, DIP, TN, TP) freshwater flowing into the MB
Nutrient loads into MB (DIN, DIP, TN,  Nutrient loads entering the MB 1995-2010 Yearly HELCOM PLC 5.5¢
TP)
Multi-scale land-catchment drivers Large-scale Q to CB-related MB Freshwater discharge into the specific 1994-2010 Yearly HELCOM PLC 5.5¢
associated with CBs MB associated with the CB
Local Q to CB Freshwater discharge from local 1990-2019 Monthly ~ SMHI HYPE
catchment into the CB (version 5.9)¢
Nutrient concentrations in local Qto  Nutrient concentrations in the local Varying Varying MVM®
CB (DIN, DIP, TN, TP) freshwater flow into the CB (longest
1990-2019)
Nutrient loads by local Q to CB (DIN,  Local nutrient loads by the freshwater Varying Monthly ~ MVM¢, SMHI
DIP, TN, TP) discharge entering the CB (longest HYPE (version
1990-2019) 5.9)¢
Hydroclimate conditions over multi-scale  Precipitation, Temperature Precipitation/air temperature over the 1990-2018 Monthly ~ CRU TS 4.03"
land-catchments associated with CBs catchment of the MB/CB
and MBs
Multi-scale climate drivers in/over CBs and Last day with ice Last day with 10% or more ice cover over 1993-2006 Yearly FMI®
MBs the MB/CB
Duration 10% ice cover Duration of the period with 10% or more 1994-2006 Yearly FMI®
ice cover over the MB/CB
Wind speed Wind speed at 10 m over the MB/CB 1990-2019 Monthly ~ ERA5"
Net shortwave radiation, total cloud Net shortwave radiation and total cloud 1990-2019 Monthly ~ ERA5"
cover cover over the MB/CB
Multi-scale hydrosphere drivers within Water temperature and salinity Average temperature and salinity over ~ Varying Monthly ~ SMHI SHARK?
CBs and MBs the surface layer of the MB/CB (longest
1990-2019)
Large-scale hydrosphere variable in Variable concentration in CB-related ~ Concentration of Chl-a and Ratio Winter Varying Yearly SMHI SHARK?®,
CB-related MB MB (Chl-a, Ratio Winter TN:TP) TN:TP in the specific MB associated with (longest ICES® (HELCOM
the CB 1990-2019) stations)

SMHI SHARK (The Swedish Ocean Archive) database.

a
b
¢ Helsinki Commission (HELCOM) Pollution Load Compilation (PLC) 5.5 (HELCOM, 201
d

€ Soil, Water, Environment (MVM) database from SLU university (https://miljodata.slu
f Climate Research Unit Time Series version 4.03 (CRU TS 4.03) (Harris et al., 2020).

& Finnish Meteorological Institute (FMI) ice dataset (Berglund and Eriksson, 2015).

h ERAS5 dataset (Copernicus Climate Change Service (C3S), 2017).

3).

ICES (International Council for the Exploration of the Sea) Dataset on Ocean Hydrography (keeping only the HELCOM monitoring stations).

Swedish Meteorological and Hydrological Institute (SMHI) Hydrological Predictions for the Environment (HYPE) (version 5.9) (Lindstrém et al., 2010).
.se/mvm/Default.aspx).
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understand the dynamics of the system and their relationships with
Summer Chl-a. The investigated nutrient variables include surface win-
ter and summer Total Nitrogen (TN) concentrations (Winter TN
and Summer TN) and Total Phosphorus (TP) concentrations (Winter
TP and Summer TP), and surface winter Dissolved Inorganic Nitrogen
and Phosphorus (DIN and DIP, respectively) concentrations (Winter
DIN and Winter DIP, respectively).

Moreover, we included surface summer DIN and DIP concentra-
tions (Summer DIN and Summer DIP, respectively), Winter limiting
Dissolved Inorganic (DI) nutrient, and the ratio between Winter TN
and Winter TP (Winter TN:TP) into the analysis. Summer DIN and
DIP are related to the algal growth and can indicate nutrient excess
during the growth period. The Winter limiting DI nutrient was calcu-
lated using the Redfield ratio (in mass) as the minimum between
Winter DIN divided by the mass Redfield ratio between nitrogen
and phosphorus in algae (7.2) and Winter DIP (Redfield, 1958).
This gives the nutrient concentration (in DIP equivalent concentra-
tion) that limits the algal growth according to the stoichiometric
nutrient ratio contained in algae. Winter TN:TP describes the relative
evolution of winter TN and TP. Winter ammonium, nitrite, and
nitrate surface concentrations, which summed together form the
Winter DIN variable, were also considered individually as potentially
important variables (SM Section S6). The summer bottom dissolved
oxygen concentration (Summer bottom 02) during the months of
August and September was also considered as an additional poten-
tially important variable (SM Section S6).

2.2.2. Drivers

Different types of drivers were considered in order to investigate
how their variations and changes relate to those in studied water
quality variables (Table 1). The drivers were divided into three
main categories, based on their locations and scales within the
overall land-coast-sea system: i) land-catchment drivers, ii) Coastal
or Marine Basin drivers (i.e., drivers acting within or over the Coastal
or Marine Basin in question), and iii) open sea drivers (acting over
the larger scale of the whole Baltic Sea and/or its total land
catchment).

First, land-catchment drivers represent anthropogenic, land-use and
hydroclimatic changes in the local coast catchment or the larger Baltic
catchment that can influence the local coastal water or the open sea
water conditions, respectively. Freshwater discharges and their TN, TP,
DIN and DIP concentrations and loads to coastal and open sea waters
were considered, as they represent some of the main anthropogenic eu-
trophication drivers (Nixon, 1995). We also considered precipitation
and air temperature conditions over the catchment areas associated
with Coastal and Marine Basins in the analysis.

Second, local coastal and larger-scale marine drivers represent
variations and changes in the hydrospheric local coastal and larger-
scale marine water subsystems and their atmospheric forcing,
respectively. Sea-ice, in addition to its direct biogeochemical and
physical effects (Kari et al., 2018), is also an indicator of winter cli-
matic conditions and thus, we included the length of ice season and
the last winter/spring day with ice cover as related drivers. Seawater
salinity and temperature conditions were also considered. Moreover,
wind conditions over the CBs and MBs can be expected to affect
the horizontal mixing between basins (Chen et al., 2019; Lehmann
et al., 2002) and the vertical mixing and stratification within a
basin (Lips et al., 2017). Net shortwave heat flux at the CB and MB
water surface and related cloud cover conditions can indicate energy
balance and light available for photosynthesis, as well as affect both
hydrodynamic and water quality conditions through water temper-
ature and stratification (Omstedt et al., 2014).

Third, considered open sea drivers represent variations and changes
in water quality conditions of the open sea, which can further influence
coastal water quality conditions through the water exchanges between
coastal and open sea waters.
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2.3. Data analysis

This section summarizes the temporal, and CB and MB scale data ag-
gregation methods, which are described in further detail in SM
Section S1.2, and explains the temporal trends and correlation analysis.

2.3.1. Spatial and temporal aggregation

In order to analyze the effects of the identified drivers on water qual-
ity variables, various datasets were retrieved and aggregated onto each
CB and MB. Table 1 summarizes, references and abbreviates the datasets
used for the investigated variables and drivers. Sets of directly measured
data were preferred, but reanalysis data were also used for drivers for
which direct measurements were unavailable or too challenging to in-
terpolate. To calculate temporal trends, all variables were resampled
to a yearly resolution, as well as to seasonal resolutions if possible.

The different hydrospheric variables of Summer Chl-a, Summer and
Winter DIN, DIP, TN and TP, the winter limiting DI nutrient, and Winter
TN:TP were aggregated onto CBs and MBs, following the Swedish
implementation of the WFD (Havs- och vattenmyndigheten, 2019) for
the CBs and the HELCOM BSAP calculations for the MBs. Data require-
ments imposed by these management frameworks were slightly re-
laxed for the winter variables to have enough data from the CBs and
MBs for the statistical analysis. For each variable, surface concentration
measurements (0-10 m) from monitoring stations within a CB were av-
eraged to obtain yearly mean concentration values. For the Summer
Chl-a variable, both measurements at a given depth within 0-10 m
and depth-integrated measurements within 0-10 m were used. For
the nutrient variables, only measurements at a given depth within
0-10 m were used. CBs and MBs with at least 50% data availability for
every 6-year period within at least a 10-year long time series were in-
cluded. Every CB is also associated either with the MB that has the
highest water exchange with it, or with the nearest MB with sufficient
data availability. These pairs of CB and MB were used to calculate the
open sea influence on the coastal waters for the investigated hydro-
spheric variables. The selected CBs and MBs with at least a 20-year
long time series for Summer Chl-a are those with data variations and
trends shown in Fig. 2.

The land-catchment drivers of freshwater discharges (abbrevi-
ated as Q in tables and figures) and associated nutrient loads of TN
and TP into the MBs were obtained from the HELCOM PLC5.5 dataset.
Flux average riverine concentrations of TN and TP were further cal-
culated as the ratio of reported nutrient load divided by the corre-
sponding reported freshwater discharge to a MB (according to SM
Eq. (2)). For the CBs, data from concentration monitoring stations
in the local coastal catchments of CBs were obtained from the SLU
MVM database (Table 1, with source reference). The official Swedish
data reported for freshwater discharges in that database represent
validated simulation results by the hydrological HYPE model of the
Swedish Meteorological and Hydrological Institute (SMHI) for the
mouths of rivers with corresponding concentration measurement
stations for DIN, DIP, TN and TP in the SLU MVM database
(Table 1). Associated loads were further calculated by multiplying
discharge and concentration for each given station and adding the
loads for all stations associated with each investigated CB. Total
flux averaged concentrations for DIN, DIP, TN and TP were further
calculated by dividing the total load by the total freshwater inflow
for each CB (according to SM Eq. (1)). Precipitation and temperature
conditions were averaged over the land-catchments of different
scales of each CB and MB (local catchment for CB, larger-scale
catchment for the CB-related MB).

Coastal and Marine Basin drivers were aggregated over the corre-
sponding CB or MB. Sea water temperature and salinity were calculated
in a similar way to the water quality variables, using surface measure-
ments of monitoring stations within the CB or MB. Sea-ice concentration
data were obtained from the Finnish Meteorological Institute (FMI,
Table 1) and averaged over each CB or MB area to calculate the last
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winter/spring day of the year with more than 10% sea-ice concentration
and the number of days with more than 10% concentration of sea-ice
cover over the CB or MB. Wind speed, net surface shortwave radiation
and total cloud cover were obtained from the ERA5 reanalysis dataset
(Table 1) and averaged over each CB or MB area.

2.3.2. Trend and correlation analysis

Trend correlation analysis was carried out to investigate the trend
relationship between two variables or between a variable and a
driver. Temporal trend slopes of each variable and driver (if applica-
ble) were calculated for each variable-variable or variable-driver
pair during their intersecting period with available data for each CB
and MB. These trends were further compared with and trend
correlations with corresponding variable or driver trends were cal-
culated across all basins in each class (more or less isolated CBs, all
CBs, all MBs; Fig. 1) using the Pearson correlation. Resulting coeffi-
cients of determination and p-value ranges, showing the significance
(used here strictly in its statistical meaning) of the correlation, for
each and all variable-variable and variable-driver pairs are displayed
in form of heatmaps in the following Section 3. The number of CBs
and MBs included in the correlation analysis, as well as the average
length and standard deviation of the periods used are presented in
SM Figs. S6-S11.

Due to the varying temporal availability of both variable and driver
data, the time series for temporal trend correlation analysis were
optimised to ensure a sufficient amount of data. For variable-driver
comparison the minimum time-series length was 10 years, due to
shorter time-series lengths of some drivers, such as the sea-ice and
the MB nutrient load and concentration drivers. For the variable-
variable comparison, as well as for the comparison between coastal var-
iable and open sea drivers, the minimum time-series length was set to
20 years. This was chosen as both time series allowed for up to 50%
missing data and for possible higher measurement uncertainties in nu-
trient and Chl-a concentration measurements since measurement
depths and stations could vary for a given CB or MB, and such measure-
ments can also be subject to horizontal heterogeneity (Scheinin et al.,
2020).

This analysis allows for investigation of linear relationships between
temporal trends in variable-variable or variable-driver pairs. Results in-
dicate the relative part of the temporal trend variation of a studied var-
iable that can be explained by the variation in temporal trend of another
possible explanatory variable or driver. However, the analysis cannot
show relationships for variable-driver pairs without temporal trends.
In such cases, the interannual variations may be greater than the overall
temporal trend. Drivers without any evident such trend are thus not
considered in this analysis, even if their interannual variability influence
may be strong. Moreover, drivers may also lead to nonlinear or delayed
variable responses, which would necessitate further and other types of
analysis, outside the scope of the present study.

Outlier data points may further affect trend correlations in ways
that do not represent characteristic relationships for most of the
CBs or MBs. Spearman's rank correlations, assessing the monotonic-
ity of a relationship without testing its linearity, have then also been
carried out in this study, in a similar way to the aforementioned
method, but less susceptible to outliers. However, Pearson correla-
tions are used in the main analysis because they give information
about linearity of a relationship and thereby indicate how dominant
a driver is in explaining variable temporal trends. Spearman's rank
correlations are used as a complement, to verify that the Pearson
correlations are not driven by outliers, and are presented in SM
Figs. S3-5. Finally, for the variable-variable analysis, the northern
CBs are underrepresented as no northern CB has available data for
a20-year period for Summer Chl-a, and only two have such availabil-
ity for the nutrient variables. Thereby, emerging statistical relation-
ships between hydrospheric variables may not be representative
for the Bothnian Sea and Bothnian Bay.
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3. Results and discussion
3.1. Relations between hydrospheric variables

Fig. 3 presents trend correlations between the water quality vari-
ables for the investigated CBs in different coastal classes (all CBs, more
isolated CBs and less isolated CBs). This figure shows to which extent
trend variations in a local coastal water quality variable are related to
trend variations in another local coastal variable, thereby indicating me-
dium to long term local internal dynamics and feedbacks. The analysis
focuses on Summer Chl-a and its relationship with other variables.

For the more isolated CBs (panel B in Fig. 3, shown in orange in
Fig. 1), trends in Summer Chl-a correlate strongly and significantly
with trends in Summer TN, moderately and nonsignificantly with
trends in Winter nitrite and nitrate (negative, coefficient of determina-
tion (?) of 0.3, SM Fig. S13) as well as moderately and negatively with
trends in the Winter TN:TP (significant, > of 0.4). Thus, in more isolated
CBs, an increase in this ratio is associated with a decrease in Summer
Chl-a. Trends in the ratio are further significantly correlated with trends
in Winter TN and TP (small positive and moderate negative, respec-
tively) and very strongly with Winter DIP (negative, r* of 0.8). This
shows that Winter TN:TP is more influenced by phosphorus than by ni-
trogen for the more isolated CBs. Given the correlation between trends
in Summer Chl-a and in Winter TN:TP, Summer Chl-a trends could be
expected to be more affected by winter phosphorus trends than by ni-
trogen trends. This influence does not emerge from the analysis of all
more isolated CBs (panel B), but is indicated by the moderate correla-
tion between trends in Summer Chl-a and Winter DIP (12 of 0.3, non-
significant) when removing the outlying CB of Inre Oskarshamomradet
(panel A in Fig. 3, location shown in SM Fig. S1, and Summer Chl-a con-
centration shown in Fig. 2, panel F).

For the less isolated CBs (panel C in Fig. 3, shown in green in Fig. 1),
trends in Summer Chl-a also correlate strongly and significantly with
trends in Summer TN, as well as with trends in Winter DIN and TN (1°
of 0.6 and 0.5, respectively), and with their component trends in Winter
nitrate and ammonium (r° of 0.4, SM Fig. S13). However, trends in Sum-
mer Chl-a do not correlate with trends in the phosphorus variables.
Summer Chl-a trends are also moderately but significantly correlated
with trends in Winter TN:TP (12 of 0.4). Thus, for the less isolated CBs,
an increase in the ratio is associated with an increase in Summer Chl-
a. Trends in the Ratio Winter TN:TP are also moderately and signifi-
cantly correlated with Winter TN trends, while the correlation with
Winter TP trends is significant but small. Trends in Winter TN:TP also
correlate strongly and significantly with trends Summer bottom 02
(* of 0.6, SM Fig. S13).

The less isolated CBs exhibit similar water quality dynamics to the
MBs (panel E in Fig. 3), for which the trends in Summer Chl-a are best
explained by those in the nitrogen variables (Winter TN and DIN).
Moreover, for both the less isolated CBs and the MBs, trends between
Summer Chl-a and Winter TN:TP are similarly correlated, suggesting a
nitrogen limitation in both cases. Indeed, anoxic conditions in large
areas of the open sea can cause internal phosphorus release from the
sediments (supported by strong, negative and significant correlations
of Summer bottom 02 with Winter TP and DIP in SM Fig. S13 panel
D) and enhance the denitrification process (supported only for the
less isolated CBs in SM Fig. S13 panel C) (Savchuk, 2018). Both of
these processes contribute to nitrogen-limited conditions in the open
sea, especially in the Baltic Proper, favourable to cyanobacteria blooms
(Vahtera et al., 2007; Meier et al., 2019). The similarity in water quality
dynamics between the less isolated CBs and the MBs is consistent with
the classification of the less isolated CBs as those with a strong water ex-
change with the open sea (residence time lower than 10 days). The
trend correlation results support that water quality variables and pro-
cesses in the less isolated CBs are relatively homogenized with the
open sea. Thereby, in both the less isolated CBs and the MBs, the results
indicate that medium to long term changes in Summer Chl-a conditions
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Fig. 3. Coefficient of determination (%) for correlations between trends in coastal water quality variables for A: the more isolated Coastal Basins (CBs) except the outlier point from the Inre
Oskashamnsomradet CB (shown in Supplementary materials Fig. S1), B: all the more isolated CBs, C: the less isolated CBs, D: all the studied CBs, and E: the Marine Basins (MBs). Excluding
the outlier point influenced most the Winter DIP concentration (circled in A and B in black). The main variables in this study, Summer Chl-a and Ratio Winter TN:TP, shown in the lowest
row and in the leftmost column, respectively, are written in red. 12 is given by the number in the cell. - sign indicates a negative correlation. *: p<0.05; **: p<0.01; ***: p<0.001. (For
interpretation of the references to color in this figure legend, the reader is referred to the web version of this article.)

are mostly linked to changes in the nitrogen variables (Summer and
Winter TN, and Winter DIN).

For all CBs (panel D in Fig. 3), trends in Summer Chl-a only appear as
strongly and significantly correlated to Summer TN (r? of 0.5), and to
Summer DIN (2 of 0.3). However, these relationships bring limited ad-
ditional information on system dynamics as phytoplankton are

accounted for in both the Summer Chl-a and the Summer TN variables,
and as Summer DIN is directly related to algal growth. Moreover, the ab-
sence of other significant correlations between trends in Summer Chl-a
and those in other key variables indicates that the relationships distin-
guished for more and less isolated CBs, are masked when mixing all
CBs in the analysis. Indeed, for the more isolated CBs, separated from
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the open sea through channels or straits, the significant negative corre-
lation seen between trends in Summer Chl-a and those in Winter TN:TP
supports that Summer Chl-a is more strongly limited by phosphorus, in
contrast to the less isolated CBs (Walve et al.,, 2021). This is consistent
with freshwater systems being generally phosphorus limited and ma-
rine systems being generally nitrogen limited (Paerl, 2009). The more
isolated CBs act as a buffer between freshwater and open sea waters,
suggesting greater variability in their water quality dynamics. This
would explain the lower correlations seen between trends in Summer
Chl-a and those in the other local coastal variables for the more isolated
CBs. Winter TN:TP, which correlates strongly with Summer Chl-a for
both more and less isolated CBs, is a standard indicator of nutrient lim-
itation, and captures the relative evolution of winter nutrient concen-
trations, is therefore also used in the following driver analysis
(comparison with other ratios used in Baltic Sea studies in SM
Section S5). It should be noted that the northernmost CBs (in the
Bothnian Sea and Bay) are not included in the variable analysis due to
lack of 20-year long time series for these. The Bothnian Sea is reported
to have transitioned from a phosphorus and nitrogen limited system
to a nitrogen limited one over the past 20 years, while the Bothnian
Bay still experiences general phosphorus limitation (Rolff and Elfwing,
2015; Tamminen and Andersen, 2007).

3.2. Relations between drivers and key hydrospheric variables

Local land-catchment drivers in Fig. 4, feeding directly into the local
coastal zone, represent integrated anthropogenic and hydroclimatic
changes in these catchments, influencing their local river discharges,
nutrient concentrations in these, and associated nutrient loads to the
coast (blue arrows in Fig. 5). For the larger-scale MBs, increasing
precipitation trends are significantly correlated with decreasing
Summer Chl-a trends, in consistency with the (weaker) relationship
seen also between trends in freshwater discharge and Summer Chl-a in
the MBs. The stronger correlation of catchment precipitation than fresh-
water discharge trends with those in Summer Chl-a may indicate precip-
itation effects due to its covariation with the saltwater inflow as well as
with the freshwater discharges to the Baltic Sea (Chen et al,, 2019).

For the MBs, trends in Summer Chl-a are further moderately corre-
lated to those in TN and TP concentrations (> of 0.3), but not to those
in TN and TP loads. These results may differ from expectations of
climate-driven increase in precipitation increasing nutrient loads and
leading to increased eutrophication (Bring et al., 2015; Meier et al.,

More isolated Less isolated

Science of the Total Environment 779 (2021) 146367

2012). However, the residence time of phosphorus in the Baltic Sea is
longer (28 to 46 years; Eilola et al., 2011) than the 15-year trend periods
investigated here for the MBs, which may be influenced by climate var-
iability. The long phosphorus residence times affect the Baltic Sea inter-
nal dynamics (Stigebrandt, 2018) and may delay MB responses to
changes in nutrient loads (Gustafsson et al., 2012).

For the coastal waters, in contrast to the open sea, trends in Summer
Chl-a correlate with those in nutrient loads, rather than with nutrient
concentrations in the freshwater discharges to the coast, in consistency
with previous results for coastal waters (Voss et al., 2011). Trends in DIN
load are significantly and positively correlated with those in Summer
Chl-a (% of 0.4 and 0.5 for the more and less isolated CBs, respectively).
Trends in DIP load correlate with those in Summer Chl-a only for the less
isolated CBs (r* of 0.6), while correlation of Summer Chl-a trends with
those in TN and TP loads is weak for all coastal classes (1 of 0.1-0.2).

From the coastal variable analysis in the previous section, increasing
DIN loads could be expected to increase Winter TN:TP for the more iso-
lated CBs, while increasing DIP loads could be expected to decrease it for
the less isolated ones. While the driver analysis does not show this
(Fig. 4), the complementary Spearman's rank correlation results (SM
Fig. S4) do show a strong and significant negative influence of DIP
load on Winter TN:TP for the more isolated CBs, and the opposite for
the less isolated ones. Overall, freshwater DIN loads exhibit a robust
strong influence on Summer Chl-a for both the more and the less iso-
lated CBs. Surprisingly, the local nutrient loads appear to have slightly
stronger influence on the less than the more isolated CBs. However,
for the less isolated CBs, only 8 CBs are considered in the analysis, com-
pared to 26 more isolated CBs (SM Fig. S8). This sample size imbalance
implies higher uncertainty in the less isolated CB results, which may un-
derlie such small counterintuitive result differences compared with the
more isolated CB results.

The direct CB and MB drivers in Fig. 4 represent direct climate-
related conditions over and in the water bodies themselves. Sea-ice con-
ditions, and especially the last day of the year with ice coverage, show
the strongest and most robust correlations with Summer Chl-a, with co-
efficient of determination of 0.4 (significant), 0.3 (significant) and 0.2
(non-significant), for all, the most isolated, and the less isolated CBs, re-
spectively (black arrows in Fig. 5). Summer Chl-a thus tends to increase
with earlier thawing of sea-ice. This could be due to freshwater plumes
that commonly develop under the sea-ice in coastal waters with fresh-
water inflow (Kari et al., 2018; Merkouriadi and Leppdranta, 2014),
which have been observed in the Himmerfjarden Bay (Kari et al.,

A CBs CBs All CBs B 2
1.0
Q to Marine Basin 0.2 0.0 -0.2 -0.1 0.1 -0.0 Q to Marine Basin 0.2 0.0
Q to Coastal Basin 0.0 0.1 -0.1 -0.0 0.0 0.1
- ipitati -0.5" 0.1
Precipitation 0.0 0.1 0.0 0.0 0.0 0.1 Precipitation
DIN concentration 0.0 -0.0 -0.0 -0.0 -0.0 -0.0 TN concentration 0.3 -0.1 08
TN concentration 0.0 0.0 -0.1 -0.0 -0.0 -0.0 Land- i
Catchment TP concentration 0.3 0.2
Land- DIP concentration -0.1 -0.1 0.0 0.0 -0.1 -0.1
Catchment
TP concentration -0.0 -0.0 -0.0 0.0 -0.0 -0.0 TOTN Load -0.1 0.2
0.4™ 0.0 0.0 0.4 0.0
DIN load TP load 0.0 03 o6
TN load 0.2 0.2 0.1 0.2 0.2"" 0.2""
DIP load 0.0 0.2 “ 0.2 0.0 0.2" Temperature 0.0 0.1
TP load 0.2 0.2 0.2 0.2 0.2 0.2 Last day with ice 05 on
_— Temperature -0.0 0.0 0.0 -0.1 -0.0 0.0
i % i il -0.2 o4
Last day with ice -0.3™ -0.0 -0.2 -0.0 -0.4™ -0.0 Duration 10% ice cover 0. 0.
Duration 10% ice cover ~ -0.2" -0.1 -0.2 0.0 0.3 -0.1 Water salinity m -0.0
Water salinity 0.0 -0.1 0.0 -0.4™ 0.0 -0.1°" ) )
_ g Marine Basin Water temperature -0.3 -0.3
Coastal Basin Water temperature -0.1 0.0 0.2 0.0 -0.0 0.0
. -0.2
Wind speed -0.1° -0.0 -0.0 -0.0 -0.1° 0.0 Wind speed -0.5 0.1
iati 0.1 -0.3™ 0.2" 0.0 0.1" -0.1""
Net shortwave radiation Net shortwave radiation 01
Total cloud cover 0.0 -0.1 0.0 0.0 0.0 -0.0
Open Sea Variable concentration 0.1 0.2 0.0 0.1 0.1" Total cloud cover @O R0C
-0.0
k4 Q 2 Q k4 Q 2 Q
N4 & & S N4 ) N4 )
[ & [ & [ & [ &
£ < e e
& & & & & & 9 &
& & @& & ‘o& & & &
& & & « & & & &

Fig. 4. Coefficient of determination (r?) for correlations between trends in water quality variables and in drivers for A: the investigated Coastal Basins (CBs) classes and B: the Marine Basins.
12 is given by the number in the cell. - sign indicates a negative correlation. *: p<0.05; **: p<0.01; ***: p<0.001.
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Fig. 5. Schematic illustration of the main drivers (identified in Fig. 4) and their dominant influences on the coastal and marine scales. The magenta arrow represent hydrospheric drivers
within the Coastal Basin (CB) or Marine Basin (MB). The red arrows represent hydrospheric influences between coastal and marine scales (solid line: investigated in the study, dotted lines:
possible influences not investigated here). The blue arrows represent land-catchment drivers, the black arrows represent sea-ice drivers and the orange arrow represents hydroclimatic
drivers. (For interpretation of the references to color in this figure legend, the reader is referred to the web version of this article.)

2018). Under-ice plumes have been found to indicate a more intense
growth period during the spring bloom, despite delaying its onset, and
to modify the phytoplankton species composition (Kari et al., 2018),
which can further influence the summer productivity.

For the MBs, trends in Summer Chl-a are also strongly and signifi-
cantly correlated with those surface water salinity (1 of 0.6), with
MBs that experience decreasing trends in the latter more likely to
have increasing trends of Summer Chl-a (magenta arrow in Fig. 5).
This indicates increased summer stratification, favouring summer
cyanobacteria blooms (Loick-Wilde et al., 2019), which is also consis-
tent with the strong negative correlation between trends in Summer
Chl-a and those in wind speed (12 of 0.5, orange arrow in Fig. 5), and fur-
ther supported by the frequency of cyanobacteria blooms being nega-
tively correlated to strong westerly winds (Kahru et al., 2007). Higher
wind speeds can also increase the mixed layer depth, leading to less
phytoplankton, and reduced cyanobacteria blooms, associated hypoxia,
and subsequent internal phosphorus loading (Meier et al., 2019). These
effects are less evident when considering the CBs, possibly due to vary-
ing CB responses depending on depth, stratification conditions and
wind exposure (Raateoja and Kauppila, 2019). Moreover, the monthly
resolution of the wind dataset may not be able to capture
eutrophication-relevant coastal wind conditions.

For all CB classes, seasonal trends in spring net shortwave radiation,
and in winter and spring total cloud cover show moderate correlations
(r* between 0.2 and 0.4) with trends in both Summer Chl-a and Winter
TN:TP (SM Fig. S2), in contrast to trends in corresponding annual aver-
ages. This, together with the relationship between sea-ice cover and
Summer Chl-a trends, indicates that sea-ice conditions could be a
proxy for relevant seasonal aggregation of winter and spring
hydroclimatic conditions that influence Summer Chl-a possibly through
the spring stratification. For the MBs, summer net surface radiation
shows significant and strong (r? of 0.8) positive correlation with
Summer Chl-a. Moreover, the negative correlations between trends in
Summer Chl-a and those in yearly precipitation, wind speed and
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water salinity are mainly determined by their summer component for
the MBs (SM Fig. S2). Thereby, for the MBs, summer hydroclimatic con-
ditions show a dominant effect on Summer Chl-a, and conditions asso-
ciated with increased summer stratification and light availability are
also associated with increased Summer Chl-a (Meier et al., 2019;
Loick-Wilde et al., 2019).

In general, correlations between open sea drivers and local coastal
variables may represent influences of the open sea on the CBs and/or
of other drivers on both the coastal and marine scales (red arrows in
Fig. 5). For the less isolated CBs, correlations are weak between drivers
of the open sea conditions and the local coastal variables, indicating di-
rect influences of open sea conditions on these coasts (SM Fig. S16). Cor-
relations are similar (* of 0.5) for both the less and the moderately
isolated CBs (subset of the more isolated CBs defined in SM Fig. S1), in-
dicating commonly strong open sea influences on Summer Chl-a condi-
tions for most of the coastal waters except the most isolated ones, as
well as for Winter DIP across all coastal classes (SM Fig. S17). Indeed,
Raateoja and Kauppila (2019) has shown that sea-based conditions
dominate after the outer brinks of estuaries in the Gulf of Finland and
Ménesguen et al. (2018) has shown that even non eutrophic open sea
conditions may account for a large share of the inorganic nutrients pres-
ent in coastal zones. Mitigation of local coastal eutrophication thus re-
quires large-scale management of open sea eutrophication conditions
and not just nutrient load reduction in the local coastal land catchment
(Almroth-Rosell et al., 2016; Vigouroux et al., 2020). However, local
coastal eutrophication management cannot passively wait for measures
to be taken in other coastal land catchments for improving the open sea
conditions, to in turn reduce eutrophication in their own local coastal
waters. Nutrient load mitigation is required over the total land catch-
ment of the whole Baltic Sea and all its coastal waters in order to im-
prove the open sea conditions, such that they can then reinforce the
local efforts. Moreover, coastal ecosystem management that increases
nutrient retention in the coastal zone can help to trap nutrients from
the open sea (Carstensen et al., 2020).
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Each such analysis is specific for its study period with available data
(1990-2020 in the present study), beyond which uncovered relation-
ships may not hold. Additional studies of longer data time series with
use of expanded statistical methods are called for to also capture delays
and nonlinearities (study limitations mentioned in Section 2.3.2). More-
over, variations of morphological properties within a CB class (SM
Table 2), along with topographical variations, can influence CB suscepti-
bility to hypoxia (Virtanen et al., 2019). This can explain the lack of cor-
relation between Summer Chl-a and Summer bottom 02 (SM Fig. 13),
and also influence coastal eutrophication responses to other drivers.
Finer coastal classification, for example based on more detailed mor-
phological and topographical characterizations, can add further insights,
but requires also greater data availability. Other ecological conditions
not considered in this work may also influence coastal eutrophication,
such as fish communities (Bergstrom et al., 2019), and macrophyte habi-
tats (Berthold et al,, 2018; Donadi et al., 2018). However, such ecological
conditions are also influenced by eutrophication, and thus their effects on
eutrophication cannot be distinguished via trend correlation analysis.
Nevertheless, the relatively long time period with data investigated in
this study, covering three decades, has revealed some key temporal-
trend relationships of recent coastal eutrophication developments for
and across conditions prevailing along the long Swedish Baltic Sea coast.

4. Conclusions

In this study, we have analyzed data-given relationships of temporal
trends in water quality variables and those in their combined anthropo-
genic, atmospheric and hydrospheric drivers. The analysis has focused
on Swedish coastal waters, partitioned into more and less isolated
Coastal Basin classes, and their associated open sea Marine Basins for
the period 1990-2020. Key conclusions from this analysis are summa-
rized as follows:

* Local internal dynamics of coastal water quality differ between more
and less isolated coastal waters. In general, phosphorus plays a domi-
nant role for Summer chlorophyll-a concentrations and eutrophication
in more isolated coastal waters, while nitrogen is dominant for less iso-
lated ones. The latter coastal waters exhibit similar relationships be-
tween eutrophication related water quality variables as in open sea
waters.

* On the coastal scale, trends in sea-ice conditions, possibly representing a

eutrophication-relevant aggregation of winter and spring hydroclimatic

conditions, and in local nutrient loads emerge as the main drivers
influencing trends in Summer chlorophyll-a concentrations. On the
larger open sea scale, trends in Summer chlorophyll-a concentrations
are primarily influenced by trend in wind and salinity, likely relating
to stratification, and by precipitation and nutrient concentrations in
freshwater discharges. Overall, climate conditions emerge as the stron-
gest influences on water quality in the open sea over the past 30 years.
For less isolated coastal waters, trends in Summer chlorophyll a concen-
trations correlate best with those in corresponding open sea concentra-
tions, emphasizing a key role of open sea conditions for these coastal
waters. More isolated coastal waters exhibit more mixed influence sig-
nals of combined, overlapping and competing, land, climate, coast and
open sea drivers. At any rate, coastal classification based on simple esti-
mation of water exchange with the open sea can provide valuable infor-
mation for coastal eutrophication management by identifying different
dynamics and driver responses of more and less isolated coastal waters.

» The dominant roles of either or both nitrogen and phosphorus in differ-
ent coastal and open sea parts of the Baltic system emphasize the im-
portance of dual nutrient management strategies for reducing both
coastal and marine eutrophication.

Overall, our results challenge a simplified unidirectional source-to-
sea consideration of the coastal waters as recipients of mainly land-
based nutrient loads, without also accounting for the possible even

11

Science of the Total Environment 779 (2021) 146367

stronger influences of the open sea on the coastal conditions. Such over-
simplification may be exemplified by the WFD, which focuses on im-
proving water quality in inland and coastal waters, with conditions in
the latter viewed as relatively straightforward reflections of nutrient
and pollutant management measures in the local land catchment of
each coast. In contrast, our results indicate that improvement of water
quality in any local coast requires relevant measures to be taken over
the whole large-scale Baltic Sea catchment with associated open sea
improvements then further feeding into and reinforcing the local catch-
ment and coastal efforts. For such combined cross-scale efforts, analysis
of trend correlations between water quality and eutrophication
variables and their drivers on different scales can provide essential
information on likely management responses and feedbacks.

CRediT authorship contribution statement

Guillaume Vigouroux: Conceptualization, Methodology, Software,
Formal analysis, Investigation, Writing - original draft, Data curation,
Visualization. Elina Kari: Methodology, Investigation, Writing - review
& editing, Visualization. José M. Beltran-Abaunza: Data curation, Writ-
ing - review & editing, Visualization. Petteri Uotila: Validation, Writing
- review & editing. Dekui Yuan: Validation, Writing - review & editing.
Georgia Destouni: Conceptualization, Methodology, Supervision, Writ-
ing - review & editing, Visualization, Funding acquisition.

Declaration of competing interest

The authors declare that they have no known competing financial
interests or personal relationships that could have appeared to influ-
ence the work reported in this paper.

Acknowledgements

This study was funded by The Swedish Research Council Formas
[grant number 2016-02045], and the European Commission COASTAL
project [grant number 773782]. The following institutions are acknowl-
edged for providing data:

» The Swedish Agency for Marine and Water Management (SHARK)
and the Swedish Meteorological and Hydrological Institute (SMHI)
kindly provided monitoring data.

* ICES (The International Council for the Exploration of the Sea,
Copenhagen, 2014, http://ices.dk) kindly provided datasets on
Ocean hydrography.

« SMHI kindly provided river discharge and nutrient loading datasets.

* The freshwater nutrient concentrations were extracted from the
Miljodata MVM database maintained by the Department of Aquatic
resources and the Department of Aquatic Sciences and Assessment
(SLU).

 The Finnish Meteorological Institute (FMI, Helsinki, Finland) kindly
provided sea-ice concentration charts.

Appendix A. Supplementary materials

Supplementary materials to this article can be found online at
https://doi.org/10.1016/j.scitotenv.2021.146367.

References

Almroth-Rosell, E., Edman, M., Eilola, K., Meier, M., Sahlberg, ]., 2016. Modelling nutrient
retention in the coastal zone of an eutrophic sea. Biogeosciences 13 (20), 5753-5769.

Altieri, A. H. and Diaz, R. ]. (2019). Chapter 24 - dead zones: oxygen depletion in coastal
ecosystems. In Sheppard, C., editor, World Seas: an Environmental Evaluation (Sec-
ond Edition), pages 453-473. Academic Press, second edition edition.

Andersen, J.H., Carstensen, ]., Conley, D.J., Dromph, K., Fleming-Lehtinen, V., Gustafsson,
B.G., Josefson, A.B., Norkko, A, Villnds, A., Murray, C., 2017. Long-term temporal and
spatial trends in eutrophication status of the Baltic Sea. Biological Reviews, 92(1):
135-149. Publisher, Wiley Online Library.


http://ices.dk
https://doi.org/10.1016/j.scitotenv.2021.146367
http://refhub.elsevier.com/S0048-9697(21)01435-2/rf0005
http://refhub.elsevier.com/S0048-9697(21)01435-2/rf0005
http://refhub.elsevier.com/S0048-9697(21)01435-2/rf0010
http://refhub.elsevier.com/S0048-9697(21)01435-2/rf0010
http://refhub.elsevier.com/S0048-9697(21)01435-2/rf0010
http://refhub.elsevier.com/S0048-9697(21)01435-2/rf0010
http://refhub.elsevier.com/S0048-9697(21)01435-2/rf0010

G. Vigouroux, E. Kari, ].M. Beltran-Abaunza et al.

Berglund, R., Eriksson, P.B., 2015. National ice service operations and products around the
world. Cold Regions Science and Marine Technology, pp. 1-20.

Bergstrom, L., Karlsson, M., Bergstrom, U., Pihl, L., Kraufvelin, P., 2019. Relative impacts of
fishing and eutrophication on coastal fish assessed by comparing a no-take area with
an environmental gradient. Ambio 48 (6), 565-579.

Berthold, M., Karstens, S., Buczko, U., Schumann, R., 2018. Potential export of soluble reac-
tive phosphorus from a coastal wetland in a cold-temperate lagoon system: buffer ca-
pacities of macrophytes and impact on phytoplankton. Sci. Total Environ. 616, 46-54.

Bring, A., Rogberg, P., and Destouni, G. (2015). Variability in climate change simulations
affects needed long-term riverine nutrient reductions for the Baltic Sea. AMBIO, 44
(3): 381-391. Number: 3.

Caballero-Alfonso, A.M., Carstensen, ]., Conley, D.J., 2015. Biogeochemical and Environ-
mental Drivers of Coastal Hypoxia. Journal of Marine Systems, 141:190-199. Elsevier,
Publisher.

Carstensen, J., Conley, D.J., Almroth-Rosell, E., Asmala, E., Bonsdorff, E., Fleming-Lehtinen,
V., Gustafsson, B.G., Gustafsson, C., Heiskanen, A.-S., Janas, U, et al., 2020. Factors reg-
ulating the coastal nutrient filter in the Baltic Sea. Ambio 49 (6), 1194-1210.

Chen, Y., Vigouroux, G., Bring, A., Cvetkovic, V., and Destouni, G. (2019). Dominant hydro-
climatic drivers of water temperature, salinity, and flow variability for the large-scale
system of the Baltic coastal wetlands. Water, 11(3):552. Number: 3.

Copernicus Climate Change Service (C3S), 2017. ERAS: fifth generation of ECMWF atmo-
spheric reanalyses of the global climate. Copernicus Climate Change Service Climate
Data Store (CDS), 2020-06-03.

Destouni, G., Jaramillo, F., and Prieto, C. (2013). Hydroclimatic shifts driven by human
water use for food and energy production. Nature Climate Change, 3(3):213-217.
Number: 3.

Donadi, S., Austin, A., Svartgren, E., Eriksson, B.K., Hansen, J., EKI&f, ].S., 2018. Density-
dependent positive feedbacks buffer aquatic plants from interactive effects of eutro-
phication and predator loss. Ecology 99 (11), 2515-2524.

Eilola, K., Gustafsson, B. G., Kuznetsov, I, Meier, H. E. M., Neumann, T., and Savchuk, O. P.
(2011). Evaluation of biogeochemical cycles in an ensemble of three state-of-the-art
numerical models of the Baltic Sea. Journal of Marine Systems, 88(2):267-284. Num-
ber: 2.

Gustafsson, B. G., Schenk, F., Blenckner, T., Eilola, K., Meier, H. M., Miiller-Karulis, B., Neu-
mann, T., Ruoho-Airola, T., Savchuk, O. P., and Zorita, E. (2012). Reconstructing the
development of Baltic Sea eutrophication 1850-2006. Ambio, 41(6):534-548. Num-
ber: 6 Publisher: Springer.

Harris, L., Osborn, T. J., Jones, P., and Lister, D. (2020). Version 4 of the CRU TS monthly
high-resolution gridded multivariate climate dataset. Scientific data, 7(1):1-18.
Number: 1 Publisher: Nature Publishing Group.

Havs- och vattenmyndigheten, 2019. Havs-och vattenmyndighetens foreskrifterom
klassificering och miljokvalitetsnormer avseende ytvatten. HVMFS 2019:25,
pp. 49-88.

HELCOM (2011). Fifth Baltic Sea pollution load compilation (PLC-5). In Baltic Sea environ-
ment proceedings no. 128, page 220.

HELCOM (2013). Review of the fifth Baltic Sea pollution load compilation for the 2013
HELCOM ministerial meeting. In Baltic Sea environment proceedings no. 141, pages
10-27.

HELCOM, 2017. Manual for Marine Monitoring in the COMBINE Programme of HELCOM.

Kahru, M., Savchuk, O., Elmgren, R., 2007. Satellite measurements of cyanobacterial bloom
frequency in the Baltic Sea: interannual and spatial variability. Mar. Ecol. Prog. Ser.
343, 15-23.

Kari, E., Merkouriadi, I, Walve, J., Leppdranta, M., Kratzer, S., 2018. Development of under-
ice stratification in Himmerfjdarden bay, North-Western Baltic proper, and their effect
on the phytoplankton spring bloom. J. Mar. Syst. 186, 85-95.

Le Moal, M., Gascuel-Odoux, C., Ménesguen, A., Souchon, Y., Etrillard, C., Levain, A.,
Moatar, F., Pannard, A., Souchu, P., Lefebvre, A., others, 2019. Eutrophication: A New
Wine in an Old Bottle? Science of the Total Environment, 651:1-11. Elsevier,
Publisher.

Lehmann, A., Kraul8, W., Hinrichsen, H.-H., 2002. Effects of remote and local atmospheric
forcing on circulation and upwelling in the Baltic Sea. Tellus Ser. A Dyn. Meteorol.
Oceanogr. 54 (3), 299-316.

Lindstrém, G., Pers, C., Rosberg, J., Stromqvist, J., and Arheimer, B. (2010). Development
and testing of the HYPE (Hydrological Predictions for the Environment) water quality
model for different spatial scales. Hydrology research, 41(3-4):295-319. Number:
3-4 Publisher: IWA Publishing.

Lips, U., Laanemets, J., Lips, I, Liblik, T., Suhhova, L, Suursaar, U., 2017. Wind-driven resid-
ual circulation and related oxygen and nutrient dynamics in the Gulf of Finland (Bal-
tic Sea) in winter. Estuarine, Coastal and Shelf Science, 195:4-15. Baltic Sea,
Understanding the.

Loick-Wilde, N., Ferndndez-Urruzola, ., Eglite, E., Liskow, I, Nausch, M., Schulz-Bull, D.,
Wodarg, D., Wasmund, N., Mohrholz, V., 2019. Stratification, nitrogen fixation, and
cyanobacterial bloom stage regulate the planktonic food web structure. Glob.
Chang. Biol. 25 (3), 794-810.

Lundberg, C., Jakobsson, B.-M., Bonsdorff, E., 2009. The spreading of eutrophication in the
eastern coast of the Gulf of Bothnia, northern Baltic Sea - an analysis in time and
space. Estuarine, Coastal and Shelf Science, 82(1):152-160. Elsevier, Publisher.

12

Science of the Total Environment 779 (2021) 146367

Meier, H. E. M., Miiller-Karulis, B., Andersson, H. C,, Dieterich, C,, Eilola, K., Gustafsson, B.
G., Hoglund, A., Hordoir, R., Kuznetsov, I, Neumann, T., and et al. (2012). Impact of cli-
mate change on ecological quality indicators and biogeochemical fluxes in the Baltic
Sea: a multi-model ensemble study. AMBIO, 41(6):558-573. Number: 6.

Meier, H., Eilola, K., Almroth-Rosell, E., Schimanke, S., Kniebusch, M., Héglund, A.,
Pemberton, P., Liu, Y., Vdli, G,, Saraiva, S., 2019. Disentangling the impact of nutrient
load and climate changes on Baltic Sea hypoxia and eutrophication since 1850. Cli-
mate Dynamics, 53(1-2):1145-1166. Springer, Publisher.

Ménesguen, A., Desmit, X., Duliére, V., Lacroix, G., Thouvenin, B., Thieu, V., Dussauze, M.,
2018. How to avoid eutrophication in coastal seas? A new approach to derive river-
specific combined nitrate and phosphate maximum concentrations. Science of the
Total Environment, 628: 400-414. Elsevier, Publisher.

Merkouriadji, I, Leppdranta, M., 2014. Long-term analysis of hydrography and sea-ice data
in Tvdarminne, Gulf of Finland, Baltic Sea. Clim. Chang. 124 (4), 849-859.

Naturvardsverket, 2006. Naturvardsverkets foreskrifter om kartlaggning och analys av
ytvatten enligt férordningen (2004:660) om forvaltning av kvaliteten pdvattenmiljén
(in Swedish). NFS 2006:1, p. 13.

Nixon, S. W. (1995). Coastal marine eutrophication: a definition, social causes, and future
concerns. Ophelia, 41(1):199-219. Number: 1.

Omstedt, A, Elken, ., Lehmann, A., Leppdranta, M., Meier, H., Myrberg, K., Rutgersson, A.,
2014. Progress in physical oceanography of the Baltic Sea during the 2003-2014 pe-
riod. Prog. Oceanogr. 128, 139-171.

Paerl, H. W. (2009). Controlling eutrophication along the freshwater-marine continuum:
dual nutrient (N and P) reductions are essential. Estuaries and Coasts, 32(4):
593-601. Number: 4 Publisher: Springer.

Raateoja, M., Kauppila, P., 2019. Interaction between the land and the sea: sources and
patterns of nutrients in the scattered coastal zone of a eutrophied sea. Environ.
Monit. Assess. 191 (1), 1-17.

Redfield, A. C. (1958). The biological control of chemical factors in the environment.
American Scientist, 46(3):230A-221. Number: 3 Publisher: JSTOR.

Reusch, T. B., Dierking, ., Andersson, H. C., Bonsdorff, E., Carstensen, J., Casini, M.,
Czajkowski, M., Hasler, B., Hinsby, K., Hyytidinen, K., and et al. (2018). The Baltic
Sea as a time machine for the future coastal ocean. Science Advances, 4(5):
eaar8195. Number: 5.

Rolff, C. and Elfwing, T. (2015). Increasing nitrogen limitation in the Bothnian Sea, poten-
tially caused by inflow of phosphate-rich water from the Baltic Proper. Ambio, 44(7):
601-611. Number: 7 Publisher: Springer.

Savage, C, Leavitt, P. R,, and Elmgren, R. (2010). Effects of land use, urbanization, and cli-
mate variability on coastal eutrophication in the Baltic Sea. Limnology and Oceanog-
raphy, 55(3):1033-1046. Number: 3.

Savchuk, O.P., 2018. Large-scale nutrient dynamics in the Baltic Sea, 1970-2016. Front.
Mar. Sci. 5, 95.

Scheinin, M., Asmala, E., et al., 2020. Ubiquitous Patchiness in Chlorophyll A Concentration
in Coastal Archipelago of Baltic Sea (Frontiers in Marine Science).

Selman, M., Greenhalgh, S., Diaz, R., Sugg, Z., 2008. Eutrophication and Hypoxia in Coastal
Areas: A Global Assessment of the State of Knowledge. vol. 284. World Resources In-
stitute, pp. 1-6.

Stigebrandt, A. (2018). On the response of the Baltic proper to changes of the total phos-
phorus supply. Ambio, 47(1):31-44. Number: 1.

Stigebrandt, A., Gustafsson, B.G., 2003. Response of the Baltic Sea to Climate Change-
Theory and Observations. Journal of Sea Research, 49(4):243-256. Elsevier, Publisher.

Swedish Environmental Protection Agency (2000). Coasts and Seas. In Environmental
Quality Criteria, volume Report 5052, page Appendix I.

Tamminen, T., Andersen, T., 2007. Seasonal phytoplankton nutrient limitation patterns as
revealed by bioassays over Baltic Sea gradients of salinity and eutrophication. Mar.
Ecol. Prog. Ser. 340, 121-138.

The BACC II Author Team, 2015. Second Assessment of Climate Change for the Baltic Sea
Basin. Springer.

Vahtera, E., Conley, D. J., Gustafsson, B. G., Kuosa, H., Pitkdnen, H., Savchuk, O. P.,
Tamminen, T., Viitasalo, M., Voss, M., Wasmund, N., and Wulff, F. (2007). Internal eco-
system feedbacks enhance nitrogen-fixing cyanobacteria blooms and complicate
management in the Baltic Sea. AMBIO, 36(2/3):186-194. Number: 2/3.

Vigouroux, G., Destouni, G., Jonsson, A., Cvetkovic, V., 2019. A scalable dynamic character-
isation approach for water quality management in semi-enclosed seas and archipel-
agos. Mar. Pollut. Bull. 139, 311-327.

Vigouroux, G., Chen, Y., Jonsson, A., Cvetkovic, V., Destouni, G., 2020. Simulation of nutri-
ent management and hydroclimatic effects on coastal water quality and ecological
status - the Baltic Himmerfjarden Bay case. Ocean Coast. Manag. 198, 105360.

Virtanen, E.A., Norkko, A., Nystrom Sandman, A., Viitasalo, M., 2019. Identifying areas
prone to coastal hypoxia-the role of topography. Biogeosciences 16 (16), 3183-3195.

Voss, M., Dippner, ]. W., Humborg, C., Hiirdler, J., Korth, F., Neumann, T., Schernewski, G.,
and Venohr, M. (2011). History and scenarios of future development of Baltic Sea eu-
trophication. Estuarine, Coastal and Shelf Science, 92(3):307-322. Number: 3.

Walve, |, Sandberg, M., Elmgren, R., Lannergren, C., Larsson, U., 2021. Effects of load re-
ductions on phosphorus concentrations in a Baltic Estuary - long-term changes, sea-
sonal variation, and management implications. Estuar. Coasts 44 (1), 30-43.


http://refhub.elsevier.com/S0048-9697(21)01435-2/rf0015
http://refhub.elsevier.com/S0048-9697(21)01435-2/rf0015
http://refhub.elsevier.com/S0048-9697(21)01435-2/rf0020
http://refhub.elsevier.com/S0048-9697(21)01435-2/rf0020
http://refhub.elsevier.com/S0048-9697(21)01435-2/rf0020
http://refhub.elsevier.com/S0048-9697(21)01435-2/rf0025
http://refhub.elsevier.com/S0048-9697(21)01435-2/rf0025
http://refhub.elsevier.com/S0048-9697(21)01435-2/rf0025
http://refhub.elsevier.com/S0048-9697(21)01435-2/rf0030
http://refhub.elsevier.com/S0048-9697(21)01435-2/rf0030
http://refhub.elsevier.com/S0048-9697(21)01435-2/rf0030
http://refhub.elsevier.com/S0048-9697(21)01435-2/rf0035
http://refhub.elsevier.com/S0048-9697(21)01435-2/rf0035
http://refhub.elsevier.com/S0048-9697(21)01435-2/rf0040
http://refhub.elsevier.com/S0048-9697(21)01435-2/rf0040
http://refhub.elsevier.com/S0048-9697(21)01435-2/rf0040
http://refhub.elsevier.com/S0048-9697(21)01435-2/rf0045
http://refhub.elsevier.com/S0048-9697(21)01435-2/rf0045
http://refhub.elsevier.com/S0048-9697(21)01435-2/rf0045
http://refhub.elsevier.com/S0048-9697(21)01435-2/rf0050
http://refhub.elsevier.com/S0048-9697(21)01435-2/rf0050
http://refhub.elsevier.com/S0048-9697(21)01435-2/rf0050
http://refhub.elsevier.com/S0048-9697(21)01435-2/rf0055
http://refhub.elsevier.com/S0048-9697(21)01435-2/rf0060
http://refhub.elsevier.com/S0048-9697(21)01435-2/rf0060
http://refhub.elsevier.com/S0048-9697(21)01435-2/rf0060
http://refhub.elsevier.com/S0048-9697(21)01435-2/rf0065
http://refhub.elsevier.com/S0048-9697(21)01435-2/rf0065
http://refhub.elsevier.com/S0048-9697(21)01435-2/rf0065
http://refhub.elsevier.com/S0048-9697(21)01435-2/rf0070
http://refhub.elsevier.com/S0048-9697(21)01435-2/rf0070
http://refhub.elsevier.com/S0048-9697(21)01435-2/rf0070
http://refhub.elsevier.com/S0048-9697(21)01435-2/rf0075
http://refhub.elsevier.com/S0048-9697(21)01435-2/rf0075
http://refhub.elsevier.com/S0048-9697(21)01435-2/rf0075
http://refhub.elsevier.com/S0048-9697(21)01435-2/rf0080
http://refhub.elsevier.com/S0048-9697(21)01435-2/rf0080
http://refhub.elsevier.com/S0048-9697(21)01435-2/rf0080
http://refhub.elsevier.com/S0048-9697(21)01435-2/rf0080
http://refhub.elsevier.com/S0048-9697(21)01435-2/rf0085
http://refhub.elsevier.com/S0048-9697(21)01435-2/rf0085
http://refhub.elsevier.com/S0048-9697(21)01435-2/rf0085
http://refhub.elsevier.com/S0048-9697(21)01435-2/rf0090
http://refhub.elsevier.com/S0048-9697(21)01435-2/rf0090
http://refhub.elsevier.com/S0048-9697(21)01435-2/rf0090
http://refhub.elsevier.com/S0048-9697(21)01435-2/rf0095
http://refhub.elsevier.com/S0048-9697(21)01435-2/rf0095
http://refhub.elsevier.com/S0048-9697(21)01435-2/rf0095
http://refhub.elsevier.com/S0048-9697(21)01435-2/rf0100
http://refhub.elsevier.com/S0048-9697(21)01435-2/rf0100
http://refhub.elsevier.com/S0048-9697(21)01435-2/rf0100
http://refhub.elsevier.com/S0048-9697(21)01435-2/rf0105
http://refhub.elsevier.com/S0048-9697(21)01435-2/rf0105
http://refhub.elsevier.com/S0048-9697(21)01435-2/rf0110
http://refhub.elsevier.com/S0048-9697(21)01435-2/rf0110
http://refhub.elsevier.com/S0048-9697(21)01435-2/rf0110
http://refhub.elsevier.com/S0048-9697(21)01435-2/rf0115
http://refhub.elsevier.com/S0048-9697(21)01435-2/rf0115
http://refhub.elsevier.com/S0048-9697(21)01435-2/rf0120
http://refhub.elsevier.com/S0048-9697(21)01435-2/rf0120
http://refhub.elsevier.com/S0048-9697(21)01435-2/rf0120
http://refhub.elsevier.com/S0048-9697(21)01435-2/rf0125
http://refhub.elsevier.com/S0048-9697(21)01435-2/rf0125
http://refhub.elsevier.com/S0048-9697(21)01435-2/rf0130
http://refhub.elsevier.com/S0048-9697(21)01435-2/rf0130
http://refhub.elsevier.com/S0048-9697(21)01435-2/rf0135
http://refhub.elsevier.com/S0048-9697(21)01435-2/rf0135
http://refhub.elsevier.com/S0048-9697(21)01435-2/rf0135
http://refhub.elsevier.com/S0048-9697(21)01435-2/rf0140
http://refhub.elsevier.com/S0048-9697(21)01435-2/rf0140
http://refhub.elsevier.com/S0048-9697(21)01435-2/rf0145
http://refhub.elsevier.com/S0048-9697(21)01435-2/rf0145
http://refhub.elsevier.com/S0048-9697(21)01435-2/rf0145
http://refhub.elsevier.com/S0048-9697(21)01435-2/rf0150
http://refhub.elsevier.com/S0048-9697(21)01435-2/rf0150
http://refhub.elsevier.com/S0048-9697(21)01435-2/rf0155
http://refhub.elsevier.com/S0048-9697(21)01435-2/rf0155
http://refhub.elsevier.com/S0048-9697(21)01435-2/rf0155
http://refhub.elsevier.com/S0048-9697(21)01435-2/rf0160
http://refhub.elsevier.com/S0048-9697(21)01435-2/rf0160
http://refhub.elsevier.com/S0048-9697(21)01435-2/rf0160
http://refhub.elsevier.com/S0048-9697(21)01435-2/rf0165
http://refhub.elsevier.com/S0048-9697(21)01435-2/rf0165
http://refhub.elsevier.com/S0048-9697(21)01435-2/rf0170
http://refhub.elsevier.com/S0048-9697(21)01435-2/rf0170
http://refhub.elsevier.com/S0048-9697(21)01435-2/rf0170

