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ABSTRACT: ThlS paper evaluates the current state Of hfe cycle FATE AND TRANSPORT OF NUTRIENTS (N, P) CONTRIBUTING TO EUTROPHICATION

impact assessment (LCIA) methods used to estimate potential G

eutrophication impacts in freshwater and marine ecosystems s C M

and presents a critical review of the underlying surface water L

quality, watershed, marine, and air fate and transport (F&T) |Eiomess: Soil Freshwater Marine
models. Using a criteria rubric, we assess the potential of each A&?s%‘fpﬁ)n |§:>

method and model to contribute to further refinements of life C’ Biomass: C C

cycle assessment (LCA) eutrophication mechanisms and 'Tf,,eéiz" i _

nutrient transformation processes as well as model structure, ﬁﬂ Sediment ﬁ ﬁﬁ%& m
availability, geographic scope, and spatial and temporal resolu- Degg"é’r‘:;’:z;rater T

tion. We describe recent advances in LCIA modeling and
provide guidance on the best available sources of fate and expo-
sure factors, with a focus on midpoint indicators. The critical
review identifies gaps in LCIA characterization modeling regarding the availability and spatial resolution of fate factors in the
soil compartment and identifies strategies to characterize emissions from soil. Additional opportunities are identified to leverage
detailed F&T models that strengthen existing approaches to LCIA or that have the potential to link LCIA modeling more
closely with the spatial and temporal realities of the effects of eutrophication.

C Nutrient cycling and :> Transport within and between
chemical transformations media compartments

1. INTRODUCTION Erie demonstrated the potential for impairment of the United
States water supply as a result of anthropogenic nutrient
loading and subsequent eutrophication impacts.” Human N
inputs to the national landscapes and surface waters are domi-

Human contributions to the increased cycling of nitrogen (N)
and phosphorus (P) through the biosphere threaten the health
of freshwater and marine ecosystems and the economic and
life-support functions they have.' Harmful algal blooms (HABs) nated by fertilizer application, atmospheric deposition, and

are caused by the rapid or exponential growth of algae and agricultural N fixation.” Scientists and managers alike need
cyanobacteria and can result from excess nutrient availability improved and reliable quantitative tools to address the chal-
(ie., eutrophication). Algal blooms can have a number of harm- lenges of eutrophication.

ful effects, such as species shifts that alter food webs, depletion Life cycle assessment (LCA) supports sustainable decision-
of oxygen due to algal decay, nuisance algae that physically making by providing a comprehensive and structured accounting
affect other organisms, and, in some cases, the production of of the potential environmental and human health impacts asso-
cyanotoxins that are harmful to fish, wildlife, pets, and humans.” ciated with a product, service, or policy.” To ensure that LCA
HABs are also responsible for billions of dollars in economic methods reflect the best science available, the methods and
impacts associated with recreational activities, commercial fishing,

property values, human health, and drinking water systems.” They Received: February 19, 2018

are linked to eutrophication resulting from human activities Revised:  May 25, 2018

(hereafter eutrophication) and usually result from elevated Accepted: July 23, 2018

nutrient inputs to the system.” The 2014 algal bloom in Lake Published: July 23, 2018
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their underlying models must be updated. Historically, LCA
studies have estimated eutrophication impacts based on global
or continental average models. However, the science is advancing
toward methods that utilize location-specific characteristics
[e.g, soil and water data layers in geographic information
systems (GIS)] to better characterize and quantify nutrient
fate and transport (F&T) through air, land, and water as well
as the associated ecosystem responses. In this paper, we review
F&T models that can be used to improve estimates of nutrient-
related impacts in LCA and thereby advance efforts to mitigate
eutrophication of surface waters.

The process of eutrophication begins with increases in
nutrient loading to ecosystems, typically limited by N or P.
The availability of these formerly limiting nutrients stimulates
primary production leading to adverse effects, including the
accumulation of algal toxins and taste and odor problems in
drinking water.® The death and microbial respiration of algae
leads to decreases in dissolved oxygen (DO), resulting in hyp-
oxia, mortality of benthic organisms, and habitat compression,
all of which can have negative consequences for higher trophic
level species.9 Over time, as nutrients and organic matter accu-
mulate, hypoxic events can become seasonal, leading to long-
term changes in ecosystem structure and function.” Each of
these changes can have implications for human health, recrea-
tion, fisheries, property values, and other economic activities.

LCA and life cycle impact assessment (LCIA) aim to esti-
mate this cause-effect chain for freshwater and marine ecosys-
tems. However, without quantifying site-specific fate, transport,
and loading of nutrients at appropriate spatial scales, the cal-
culated relevance for eutrophication may be limited. Further-
more, current LCA characterization models combine marine
and freshwater environments into a single impact category
(e.g., eutrophication potential) or employ the simplifying
assumption that P is limiting in freshwater ecosystems and N is
limiting in marine ecosystems. However, these assumptions do
not hold true in all situations, and current studies indicate that
it is important to provide management for both N and P."~"?
It is also commonly assumed that atmospheric transport of P is
negligible and, thus, that it is safe to exclude this pathway from
characterization models. However, several recent studies demon-
strate that atmospheric P transport occurs, 71 indicating that
this assumption is worth revisiting.

Our study aims to improve the characterization of eutro-
phication impacts in LCA with a focus on identifying oppor-
tunities to improve LCIA’s representation of nutrient F&T
through air, land, and water. To do this, a review of current
models that address eutrophication-impact categories in LCA
and LCIA, and the nutrient fate and transport models that
inform them, is critical.

Our specific goals are to:

(1) explore and document the current state of the science
regarding the eutrophication impact category in LCA
and LCIA methods, providing short-term guidance for
method selection among practitioners;

(2) review and compare selected nutrient F&T models that

&)

(4)

can be used for assessing eutrophication in LCA and LCIA;
discuss potential linkages of these models to LCIA for
eutrophication; and
make recommendations for improving the eutrophica-
tion impact category in LCA and LCIA.

Our review of select nutrient F&T models focuses on
sources of nutrient loading to each environmental compartment
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(e.g, water compartments, soil, and air), representation of
nutrient speciation, and F&T mechanisms. We distinguish four
model categories: (1) surface water quality models, (2) water-
shed models, (3) marine models, and (4) air-quality models.
Through structured model comparison and analysis, we iden-
tify candidate models for improving the representation of
nutrient-related impacts in LCA, delineate which parameters
are most important, and suggest ways to improve methods for
characterizing eutrophication impacts in LCA while minimiz-
ing the practitioner’s burden of data collection.

2. METHODS

Abundant models are available that address different aspects of
estimating the eutrophication impact category for LCA and
LCIA. Therefore, to limit the scope of the paper and provide a
succinct review, criteria were developed to select models for
this analysis. A list of candidate F&T and LCIA models was
created based on the results of Google Scholar and Google
Web searches for peer-reviewed publications and model docu-
mentation published between 2007 and 2017. The searches
combined the keywords “eutrophication” and “(nitrogen OR
phosphorus OR nutrient) AND (pollution OR fate OR impact
OR hypoxia)”. Sources were added if they were referenced by
multiple authors in the original search. Priority was given to
models actively maintained and updated, regularly used, espe-
cially in the United States, applied by the U.S. Environmental
Protection Agency (EPA), and considered to have potential to
contribute to LCIA of eutrophication.

Each model was documented using a spreadsheet to assess
its suitability for estimating eutrophication-related impacts in
LCA. Refer to the Supporting Information for rubric details.
General metadata documented included model type, institu-
tional origin and ongoing support, public availability, and
aspects of scope, including geographic coverage, time step, and
spatial resolution. Nutrient-related metadata included model
representations of nutrient loading sources, nutrient species or
groupings tracked, transport and removal mechanisms (i.e.,
processes that facilitate or minimize transport, respectively,
through the biosphere), and nutrient transformation processes
(which change the form or speciation of a nutrient). Figure 1
illustrates the relationship between nutrient input, transport,
removal, and transformation as N and P cycle through the bio-
sphere. Ideally, F&T models and LCIA methods would reflect
accurately and precisely all relationships shown in Figure 1.
Due to practical factors, however, such as lack of model
sophistication, lack of site specificity, and technical challenges
associated with determining spatial and temporal distribution
of releases and emissions, simplifying assumptions must be
made. The approach taken in this Review is to include as much
scientific detail as necessary and available and continually work
toward methods and models that more-realistically reflect
observed environmental processes.

2.1. Assessment of Eutrophication in Life Cycle
Assessment: State of the Practice. LCIA models are
used to characterize environmental and human health impacts
associated with the release of substances to the environment
and the use of natural resources. For a given impact category
(here, eutrophication), LCIA estimates the relative severity of
releases and emissions to various environmental compartments.

Environmental impacts in LCA are characterized at the
endpoint or midpoint level. Endpoint are the ultimate impacts
of interest, e.g., human health effects measured in disability-
adjusted life years (DALYs) or ecological impacts measured as
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Figure 1. Fate and transport considerations relevant for eutrophication modeling.

time-integrated species loss.'” Midpoints estimate the relative
contribution of releases to an endpoint at an earlier point
(i.e., midpoint) on the cause-effect chain where an equivalency
between substances can be established.'” Examples of eutro-
phication midpoints include concentration equivalents of phos-
phate for freshwater environments and concentration equivalents
of nitrogen compounds for marine environments. Midpoint CFs
are the product of fate factors (FF) and an optional exposure
factor (XF). Endpoint CFs are the product of midpoint CFs,
effect factors (EFs), and an optional damage factor (DF)."

Eq 1 describes the basic framework used in LCA to calculate
environmental and human health impacts:'

L=
xmn

where I, is the potential impact of all chemicals (x) released to
all media compartments (m) with all modeled exposure routes
(n) for a given impact category (e.g., eutrophication potential).
For a given chemical, x, F,,, represents the F&T pathway; P},
represents the potency; and M,,, represents the mass.

This paper focuses on models that quantify the FFs for N
and P. Biological or chemical oxygen demand (BOD and COD)
are also often characterized in LCIA methods.” Consideration
of BOD and COD F&T is excluded from this analysis due to
limited treatment in the reviewed models.

Development or selection of an appropriate LCIA eutro-
phication method should also consider the capacity to spatially
differentiate impact potential based on location and the
environmental compartment(s) involved. The feasibility and
importance of spatial differentiation has been demonstrated for
other impact categories and is partially employed within
existing LCIA eutrophication methods.”*~>* An ideal LCIA
method will achieve practical simplicity while being scientifi-
cally robust and globally applicable. During the selection of
models for a specific application, a trade-off often exists between
model fidelity and available project resources.”® Flexibility and

F_piMm

xmn— Xy xm

(1)
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adaptability are also advantageous, given the spectrum of life
cycle inventory (LCI) data quality, product system definitions,
and scopes of study.

2.2. Model Introduction. We consider four common
LCIA methods and a new marine LCIA eutrophication method
as a basis for discussing the advancement of F&T models in
midpoint assessment of eutrophication. A total of 15 F&T
models are reviewed that consider nutrient F&T in multiple
environmental compartments. The application of nutrient F&T
models for multiple environmental compartments could improve
the quantification of LCIA eutrophication midpoint assessment
by providing site-specific and mechanistic estimates of N and P
loadings. This section introduces the LCIA and F&T models
and describes their structure and essential features. Table 1
documents these features, allowing a quick comparison of
structure and function of all reviewed models. This section
frames the modeling landscape considered in this analysis,
providing a foundation for further review and discussion.
Additional descriptions of all models are provided in Table S2.

2.2.1. Life Cycle Impact Assessment Methods Included in
the Review. TRACI, the Tool for the Reduction and
Assessment of Chemical and other environmental Impacts
(TRACI), provides eutrophication midpoint CFs representa-
tive of average U.S. conditions,”* ¢ combining P-related
freshwater and N-related marine impacts based on the Redfield
ratio. The Redfield ratio describes a generic elemental com-
position of algae that is used to develop an equivalency between
elements and nutrient forms based on stoichiometric relation-
ships. Atmospheric FFs are developed from source receptor
matrices based on the ASTRAP model.”” Estimated F&T of N
in surface freshwaters and of atmospherically deposited N is
based on the fraction of river basin precipitation reaching the
ocean. All P releases to surface freshwater systems are assumed
to reach a P-limited waterbody.

ReCiPe 2016 provides midpoint CFs for freshwater eutro-
phication for 157 countries using cumulative P FFs developed

DOI: 10.1021/acs.est.8000967
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by Helmes et al.”' Releases to soil are characterized by
assuming 10% of the P reaches freshwater.””*® Endpoint CFs
are based on an emission-weighted global average effect fac-
tor.””** Marine eutrophication is not included. The previous
version, ReCiPe 2008, provided CFs for freshwater and marine
eutrophication at the midpoint and endpoint levels. ReCiPe
2008 re?resents average European conditions using the CARMEN
model>"** for solil, groundwater, and surface freshwater F&T
of N and P and EUTREND for F&T of N releases to air.
ReCiPe 2008 users are encouraged to report freshwater and
marine eutrophication results separately,” although combined
CFs are provided based on the Redfield ratio. Endpoint CFs
are presented in terms of species loss.

IMPACT World+ provides eutrophication midpoint CFs
using cumulative fate factors for P in freshwater using those
from Helmes et al,”' similar to ReCiPe 2016. The fate of N
in surface freshwater is based on CARMEN’s estimate of the
European average, as was used in ReCiPe 2008 and EDIP
2003.** No FFs are provided for the soil compartment, leaving
these estimations to the LCI phase. Endpoint impacts are
estimated in terms of partially disappeared fraction (PDF) of
species per unit area over a given period.”>** IMPACT World+
will replace the IMPACT 2002 LCIA method” once it is
released.

Cosme et al. provides marine eutrophication midpoint and
endpoint CFs based on inland N F&T as estimated by the
NEWS 2 model. Novel simplified F&T models are developed
and applied within 66 large marine ecosystems (LMEs) to
develop the first set of global, spatially differentiated marine
CFs. The research expands the existing LCIA eutrophication
cause—effect chain, developing a new midpoint indicator based
on oxygen depletion.'®**~*" An early version of this work was
presented as part of the LC-IMPACT project.””

CML provides aquatic midpoint CFs for releases to soil, air,
and water based on the Redfield ratio and the stoichiometric
ratio of N and P in the releases.”’ The CFs for release of a
given substance to soil and water are equivalent because F&T
is not considered and terrestrial and aquatic eutrophication are
combined. CFs for air emissions were last updated in 2002 and
incorporate atmospheric F&T using the RAINS model.** The
CML method does not distinguish freshwater and marine
eutrophication, nor does it include endpoint metrics.

2.2.2. Nutrient Fate and Transport Models Included in the
Review. Based on our model-selection criteria, we describe a
select set of surface water quality models, watershed models,
marine models, and air-quality models with the potential for
integration into LCIA (Table 1). Additional model details are
provided in Table S2.

AQUATOX ™" and WASP* are surface water quality models,
which differ from watershed models in that they only model
surface freshwater systems at the reach or river network scale.
Both models facilitate more-detailed representation of F&T
processes within surface freshwater bodies than typical watershed
or LCIA models. WASP and AQUATOX track nutrient
transformations within the water column including biological
cycling, dual-nutrient growth limitation, light limitation, and
temperature-dependent reaction kinetics. Both AQUATOX
and WASP are U.S. EPA models used to estimate water quality
concentrations and fluxes in individual stream reaches and river
networks for monitoring and regulatory purposes. Further details
on the F&T models are provided in the Supporting Information.

CARMEN,*"** He et al. (2011),**"” SPARROW,"® NEWS
2, SWAT,*® and IMAGE-GNM>"** are watershed models
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that simulate runoff and F&T processes in soil, groundwater,
and surface freshwater compartments within topography-
delimited watersheds. Terrestrial biological processes are con-
sidered as they relate to the loading or retention of nutrients.
SPARROW and NEWS 2 are hybrid models relying on mech-
anistic and empirical approaches to F&T modeling. SPARROW
and IMAGE-GNM both facilitate uncertainty analysis of model
results, whereas other models are primarily deterministic.
IMAGE-GNM is a module within the IMAGE integrated assess-
ment model. He et al. and SWAT are on the more-mechanistic
end of the spectrum, and the latter generally allows for the
incorporation of a wider suite of agricultural management prac-
tices than other models.

NCOM-CGEM,** FVCOM-GEM,** FVCOM-WQM,** and
EEDC-WQM>*"** are examples of linked hydrodynamic water
quality models. The hydrodynamic component of each model
simulates fluid flow in estuarine and coastal regions, consi-
dering the influence of complex coastal geometry, tides, and
forcing factors such as solar radiation and wind. Water-quality
modules simulate the response of biological communities to
nutrient loading.

CMAQ,”™*" GEOS-Chem,”* and CAMx®* are all multiscale
air-quality models that track the F&T of N compounds, ozone,
particulate matter, toxins, and other airborne pollutants
through the atmosphere. Multiscale models utilize a nested
grid structure to allow for higher grid resolution in select regions.
Boundary conditions are established using a coarser regional
or global grid resolution. All described models facilitate the
simultaneous modeling of multiple pollutants in an integrated
“one-atmosphere” model.”” The one-atmosphere structure facil-
itates interactions between chemical species and mechanisms.

3. RESULTS

3.1. Fate and Transport Approaches to Assisting LCIA
for Eutrophication. It is well-recognized that a wide range of
F&T models can be used to support LCIA for eutrophication,
and this is true across water quality, watershed, marine, and air
F&T model types. However, current midpoint eutrophication
methods generally lack site-specific F&T factors and precise
modeling of nutrient loading at appropriate spatial scales and
domains (e.g, global coverage) is often preferable but not
available.

To fully explore how F&T models can be used most
efficiently in the context of LCIA and provide recommenda-
tions to improve (and ultimately revise) the LCIA eutro-
phication category, a review and description of pertinent model
elements and processes is first required. This section describes
and evaluates how F&T is estimated in four primary envi-
ronmental compartments and the example models that are
used to simulate the respective F&T, as documented in the
criteria rubric (see Table S4). The F&T compartments, and
associated subsections presented here, include surface fresh-
water systems, soils and groundwater, marine systems, and the
atmosphere.

3.2. Fate and Transport in Surface Freshwaters. The
surface water quality models and watershed models that best
inform LCIA methods include diverse sources of nutrient
loading and approaches to modeling in-stream transport. A total
of three of these models (SWAT, WASP, and AQUATOX) also
simulate nutrient transformation processes (Table 2). Most
F&T models including surface freshwaters do not simulate
nutrient transformation but are useful for transport and reten-
tion processes.

DOI: 10.1021/acs.est.8000967
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SPARROW does not model F&T mechanisms directly
(except in-stream retention). However, it does include
terrestrial non-point loading via F&T input data describing
land-use regimes, management practices, topography, climate,
and soil type. It then uses these inputs to fit a nonlinear
regression equation to estimate the non-conservative transport
of N and P from diffuse and point sources on the land surface
to rivers and streams and through river and stream systems.
A primary benefit of SPARROW’s empirical approach is its
limited mechanistic complexity and built-in statistical vali-
dation against available monitoring data.

Watershed models simulate nutrient loading from surface
runoff, lateral subsurface flow, and erosion. SWAT and
IMAGE-GNM differentiate between lateral subsurface flow
and groundwater percolation. CARMEN, NEWS 2, SWAT,
and IMAGE-GNM include nutrient loading associated with
particulate nutrient erosion.

WASP, AQUATOX, TRACI 2.1, and IMPACT World+
accept user-defined point and nonpoint sources of nutrient
loading but do not calculate releases to surface freshwater from
soil applications. ReCiPe 2016 uses a simplifying assumption
that 10% of P released to soil reaches freshwater. More details
on nonpoint sources of nutrient loading are provided in the
section on soil and groundwater. Model consideration of
nutrient loading directly affects life cycle impact assessment.
For watershed or water-quality models under consideration for
FF development, the approach to nutrient loading has impli-
cations for data collection and validation procedures.

Models vary widely in how they track N and P species in
surface freshwaters, which relates directly to emission species
resolution of FFs that can ultimately be developed. CARMEN,
ReCiPe 2016, TRACI 2.1, IMPACT World+, and IMAGE-
GNM track total N and total P in the surface freshwater
compartment. He et al. aggregates N species tracked in the soil
compartment into total N and dissolved inorganic nitrogen
(DIN) within surface freshwater. He et al. does not model P
compounds. SWAT, WASP, and AQUATOX provide signifi-
cantly more detail, modeling nutrient classes (e.g., organic N/P
and detrital N/P) and specific chemical species (e.g., ammo-
nium and phosphate).

Representation of nutrient transport and retention within
bodies of water also varies among models. TRACI calculates
N transport to coastal ecosystems based on the fraction of
watershed area that drains to the ocean, assuming that N
transport is proportional to hydrologic transport.”” In TRACI,
100% of P input to freshwater is assumed to reach a body of
water where it is the limiting nutrient. In contrast (for N),
CARMEN assumes that 30% of N released or transported to
surface freshwater is lost via denitrification, while the remain-
der is transported to coastal ecosystems.”® Rather than assuming
a percentage, other models consider specific in-stream transport
and retention mechanisms such as advection, settling, sediment
exchange, and denitrification. Model coverage of specific mech-
anisms is listed in Tables 2 and S3. Finally, the model docu-
mentation for He et al. notes that nutrient transmission losses
are considered, but no rates of detention are given. These
considerations primarily impact LCIA development to the
extent that they affect model accuracy and the scientific validity
of FFs ultimately developed.

In addition to retention mechanisms, SWAT, WASP, and
AQUATOX track transformation of nutrients through several
organic and inorganic forms. All three models account for advec-
tive transport. AQUATOX additionally accounts for diffusion,
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which can occur both between surface freshwater grid cells and
stratified layers of a lake or reservoir.

Each model represents different biological processes that
affect activities such as sedimentation. SWAT uses generic algal
growth, whereas WASP distinguishes between suspended and
attached growth. AQUATOX models a multilevel food web.
Biological categories in AQUATOX include algae, macro-
phytes, invertebrates, fish, and final bioaccumulative species,
such as bald eagles or minks.

As organisms die and decompose, they become available for
mineralization or dissolution into dissolved inorganic forms.
SWAT, WASP, and AQUATOX include representation of
mineralization, nitrification, and track levels of DO. Atmos-
pheric diffusion (i.e., reaeration and the photosynthetic pro-
duction of oxygen by algae and aquatic macrophytes) increases
the concentration of DO. Respiration, sediment oxygen
demand, CBOD, and nitrification all decrease concentrations
of DO, which can ultimately lead to hypoxia. In-stream trans-
formation processes represent a level of modeling detail that
is not currently included in any available freshwater LCIA
method. To the extent that these models provide meaningful
connections between nutrient loading and DO concentrations,
they provide additional insight into the LCIA cause—effect
chain.

3.3. Fate and Transport in Soil and Groundwater. Soil
and groundwater compartments are handled inconsistently in
current LCIA methods. Several methods exclude F&T in these
compartments, preferring to include them as part of the
inventory phase of LCA. Table 3 summarizes key attributes of
five watershed models with potential to more-fully incorporate
the soil and groundwater compartments and thus provide
more-consistent guidance for LCA practitioners.

ReCiPe 2008 uses the CARMEN model, which is currently
the only model to provide spatially differentiated soil FFs for
P. However, these FFs are specific to Europe and are being
phased out with the release of ReCiPe 2016. The N soil FFs
from Cosme et al.’® are based on the NEWS 2 model and
provide the only example of global soil FFs. No global, spatially
differentiated FFs are available for P, and none of the current
freshwater LCIA methods provide soil FFs based on detailed
F&T modeling. The watershed models may yield insights into
filling these gaps.

CARMEN and IMAGE-GNM represent nutrient species in
the soil ecosystem as total N and total P. NEWS 2 uses aggre-
gated nutrient categories that distinguish between dissolved
organic, dissolved inorganic, and particulate forms. Both SWAT
and He et al. model specific nutrient species, which facilitates
representation of nutrient transformation within soil and ground-
water grid cells. Both track vegetative, detrital, and humic N
and P. More-detailed representation of nutrient species raises
the possibility of species-specific FF development.

In CARMEN, the ratio of N transported by surface water
runoff and via groundwater flow is determined by landscape
factors including aquifer type, soil texture, topography, land
cover, and seasonal temperature. CARMEN assumes that the
exclusive transport route for agricultural P to surface freshwater
is via P that is attached to eroding sediments. P losses are
calculated based on loading and sediment yield. Sediment yield
is a function of an empirical constant that fits factors for rainfall
intensity, slope, soil texture, and land use to observed values of
sediment transport.”” In contrast to CARMEN, SPARROW
employs probabilistic, statistical methods, described in the
surface freshwater section, that consider variables related to

DOI: 10.1021/acs.est.8000967
Environ. Sci. Technol. 2018, 52, 9562—9578


http://pubs.acs.org/doi/suppl/10.1021/acs.est.8b00967/suppl_file/es8b00967_si_001.xlsx
http://dx.doi.org/10.1021/acs.est.8b00967

Critical Review

Environmental Science & Technology

‘wadontu oruedio ayemonted ‘NOJ ‘snioydsoyd
sruedo ayenonred ‘qOd ‘snaoydsoyd sty ‘qH fuaBoxu sruny ‘NH ‘snroydsoyd [eytep ‘g ‘usSonru [eymep ‘N ‘snroydsoyd residojorq ‘{qg ‘uaonmu [esrdojorq ‘Ng ‘ereydsoyd Yo q ‘eruourure
YN fwmmuowure ‘YEN ‘ejentu €QN ‘eymmu CON ‘uaSonru ayemonred ‘N ‘snroydsoyd ayemonred ‘qq ‘snxoydsoyd osrueSio paajossp ‘qO ‘snroydsoyd srueSrour pasjossip ‘1 ‘uaSonru oruedio
paaossip ‘NO{ ‘uadoniu [e303 ‘NI, ‘snxoydsoyd e303 ‘g 1, *I2yempunoid pue [10s Y} UI $313ds PaIRID0SSE JO UOHEIIUDUOD UT ISLIIIIP IO ISLIIOUT UL 0} SIYSI UOHLIOU (—) 10 (+) Y, "SWIOJ JUSINU
UIIMJDq SIUSLIINU ULIOJSUBI) JEY) 3SOY) woy paysmunsip are juswiredurod [10s 3y} JO JNO PuUE OJUI SJUSLIINU da0W Jey) sassadoxd 197 ‘uonexy N [ed130[01q IapIsuod ‘NAAYYD 10§ 1deoxs ‘erpaur
asrdnnw weds jeyy sppow Iy *N jo uonisodap sueydsoune pue ‘vonesdde amuew ‘19zin19) Surpnjour ‘SPPOT [[e 10§ JULISISU0D A[[erousd are L3y} 9snesaq J[qe) AY) WO PIPNIXs dIe $301Mos Jurpeo],

JRE)
- (-) fon - - - 133empunoid
- (+) dH ‘(+) NH ‘(=) da ‘() Na - - - £edap
uonezIIqels
- (F) d1d “(F) dH (F) NH ‘(F) 4d (F) Na - (+) NH ‘(=) Na - sy
- (+) *ON/*ON ‘(=) "HN - (+) *ON/*ON ‘(=) "HN - uoneIYLIIU
—  (+) *ON/°ON ‘(=) dH ‘(—) NH “(¥) da ‘(¥) N ‘(+) Y04 - (+) Y"HN ‘(=) NH ‘(=) Na — uonEZI[EISUI
(+) aL - (+) dia - - Sumayyeam
Amzou pusd Efrsv
- (=) od - - (=) dr uondiospe sassad01d uoneurojsuen samads justnnu
asn
- (=) foN - - - 193empunoid
=) _ (+) Na (=) dL SurpAd>
dL ‘(=) NL Hda‘F)NA‘H) g+ NT(-)'od ‘(=) 'ON (m)aia‘(-)NIa ‘(F) N2 ‘(-) 'ON (=) '"HN  “(-) NL aane3adan
(=) NL (-) *ON - (-) fON - uonEdYLIIUSP
- - - (=) *oN - uonEdYIHIU
(=) NL (=) "HN - (=) "HN - UOTEZI[JE[0A
_ +) £ON _ — — uonezurodeaar
1ajempunoxd
_ (-) fON — — NL dasp
dL ‘N.L NOd ‘did dd ‘Nd - dL uorsors
NL ‘ON - fON NL MoJy [e1a3e]
dL ‘NL *Od “ON - fON N.L gounx adeyns
40 uonuIRx (se2 pus yo
- - ‘NOd ‘NId ‘d1a =) N — 4rodxa  jno pue 03UT) SWISIUBYOIW [EAOWISI puUe 11odsuen
aL dId ‘dg ‘dod “0d ‘dH ‘dd dd ‘d1d ‘doda - aL snzoydsoyd
NL N4 ‘NOd ‘NH ‘Nd “ON “HN Nd ‘NI ‘NOa fON “HN ‘NH ‘Nd ‘Ng NL uadonu sjood jusLnu [1os
NND-dOVINIT LVMS T SMAN Te 32 dH NANIYD J)SLI2)ORIRYD abowﬁmu

QuWeu [opowr

,S[OPOTAl PIYSISIEA OISIUBYDIIIA 0] SWSTULYII [I.)94 [I0S Jo uostredwo)) *¢ I[qe],

DOI: 10.1021/acs.est.8000967

Environ. Sci. Technol. 2018, 52, 9562—9578

9569


http://dx.doi.org/10.1021/acs.est.8b00967

Environmental Science & Technology

Critical Review

sources, land (including soil permeability), and freshwater
explanatory variables when estimating nutrient yield.

IMAGE-GNM tracks total N and P soil transport through
overland flow and three soil and groundwater layers. The
PCRaster Global Water Balance (PCR-GLOBWB) model is
used to estimate runoff and simulate waterborne nutrient
transport. The hydrological model considers land cover, soil
texture, slope, and aquifer porosity. Additional soil and climatic
factors are taken into consideration when estimating losses via
specific mechanisms listed in Table 3. For example, denitri-
fication rates are modulated by soil factors such as texture,
aeration, and organic carbon content.*

NEWS 2 aggregates soil and groundwater F&T mech-
anisms for DIN and DIP into a single coeflicient. DON, DOP,
and an additional DIP export (for soil weathering) are calcu-
lated using a global export coefficient in combination with a
runoff modulation function. The DON and DOP exports
represent a combination of leaching losses associated with soil
organic matter as well as a generic export from terrestrial
nutrient loading. Erosion of PN and PP are addressed in a
separate submodel using regression techniques that incorpo-
rate soil, groundwater, and surface-water inputs to estimate
total suspended solids transport. Empirical relationships to
total suspended solids are used to calculate particulate nutrient
transport. The removal of N and P via crop harvest and live-
stock consumption is also included empirically.

SWAT and He et al. track species-specific soil nutrient pools.
Both models include losses due to volatilization and denitri-
fication. In addition, He et al. estimates gaseous N losses via
nitrification. Both models include nutrient flows related to
vegetation, e.g., plant uptake of inorganic nutrients, litter fall,
conversion to detrital forms, and harvesting of crop biomass
and removal from the watershed. He et al. does not include
erosion as a transport mechanism, whereas SWAT links erosion
rates to the movement of particulate inorganic P (PIP) and
particulate organic N (PON). SWAT and He et al. differ in
their treatment of surface runoff and leaching. He et al. uses an
aggregated transport factor as a function of runoff and soil
water storage whereas SWAT includes separate representation
of surface runoff, lateral subsurface flow, and percolation to
groundwater. Groundwater percolation in SWAT represents
movement to deep groundwater, which prohibits lateral flow
into surface waters. SWAT assumes that only nitrate reaches
bodies of water via movement through the soil. Both DIP and
nitrate are transported in surface runoff. The use of ground-
water from both deep and shallow aquifers returns some nitrate
to the soil surface. SWAT also considers upward movement
of water, and nitrate in solution, from shallow aquifers into
unsaturated soil layers to replace water lost via evapotranspira-
tion, termed “revaporization”.

Additional cycling between nutrient species and forms is
represented in both SWAT and He et al. Both models include
mineralization, nitrification, and stabilization and humification.
SWAT divides humic N and P and PIP into active and stable
pools. Stable forms must first move into the active pool before
they can be mineralized. Detrital and humic N and P are
mineralized to dissolved inorganic nutrient forms. SWAT
assumes that mineralization increases the nitrate pool, whereas
He et al. assume the increase affects the ammonia pool.
(Ammonia is transformed into nitrate via nitrification.) Fresh,
detrital forms of N and P are stabilized as humus in both
models. SWAT differentiates the direct transformation of detri-
tus to active humic forms, termed “decay”. The active form of
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PIP rapidly reaches equilibrium with DIP. Stable PIP is immo-
bilized but can rejoin the active system via transfer to active
forms. SWAT includes a nitrate decay term for N entering a
deep aquifer, which represents removal of nitrate via general
chemical and biological processes.”

3.4. Fate and Transport in the Marine Ecosystem.
LCA research has traditionally ignored marine-specific impact
categories due to the inherent complexity of the science.’®
Many of the common LCIA methods, including TRACI, EDIP
2003, LUCAS, and CML 2002, present eutrophication results
as a single impact based on the Redfield ratio, overlooking the
distinction between freshwater and marine environments.
IMPACT World+ and ReCiPe 2008 treat marine and surface
freshwater eutrophication separately, relying on the assump-
tion that marine ecosystems tend to be limited by N. Both
models use a simplified N F&T assumption, whereby 70% of N
inputs into surface freshwater ecosystems make their way to
coastal waters. None of these models include F&T processes
directly within the marine compartment. Recently, Cosme et
al. have developed a new set of global, spatially differentiated N
FFs based on the NEWS 2-DIN model that integrate with XFs
and EFs for 66 LMEs.*”%

The new Cosme et al.”® model represents N F&T in the
marine compartment as the sum of advective and denitrifica-
tion losses (Table 4). Advective losses are determined based
on an inverse function of residence time in the coastal region,
with longer residence times leading to lower removal rates
and increased quantities of N available to contribute to eutro-
phication.

Surface freshwater FFs for Cosme et al. stem from DIN
removal coefficients from the NEWS 2-DIN submodel.*”*’
The XFs translate N loading into primary production and then
track the fate of the resulting biological N (BN). A fraction of
BN sinks to the bottom of the euphotic zone, where it contri-
butes to oxygen demand as it is broken down by micro-
organisms. EFs translate oxygen depletion into the potentially
affected fraction (PAF) of species. Together these develop-
ments significantly advance marine LCIA modeling, adding
in-compartment nutrient transformation processes (DIN to ON)
and expanding the eutrophication cause-effect chain to include
oxygen depletion.

AQUATOX includes an estuarine submodel that handles
stratification, tidal amplitude, water balance, and mixing. The
submodel also represents the effects of salinity on mortality
and gamete loss, sinking rates of suspended particulates, and
volatilization.

The remaining four models (NCOM-CGEM, FVCOM-
WQS, FVCOM-GEM, and EFDC-WQM) have capabilities
specific to both estuarine ecosystems and coastal ocean regions
(ie., those on the continental shelf). All four models rely on
complex hydrodynamic models to estimate the circulation of
water within the specified modeling region, utilizing regionally
specific data sets that include information on tides, temper-
ature, bathymetry, heat flux, wind, and precipitation. The
models track speciated N and P through various organic and
inorganic forms, modeling specific chemical reactions such as
nitrification, denitrification, and mineralization. The rate of
reaction in each of these cases is formulated as a function of
temperature, salinity, and oxygen availability, as applicable. The
models diverge notably in their representation of organic mate-
rial, sediment layer dynamics, and biological state variables.
FVCOM-GEM is the only model to not explicitly track DO
concentration as a state variable.

DOI: 10.1021/acs.est.8000967
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The advantages of the linked hydrodynamic—water-quality
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Z T®A jolia) o 0o L=< ©° . 26,68,70,71
z z a4 85 demonstrating the use of SRMs for LCA.
$E0 The air quality models GEOS-Chem, CMAQ, and CAMx
o A feature similar coverage of pollutants and F&T mechanisms.
= = {-‘; 9 8 Each model uses emissions data as input, which in all three
5 E é = 2 cases includes industrial and mobile sources, biomass burning,
g n = n E é -_% agricultural emissions, and dust, with the flexibility to include
S ot ~ 5 o o = additional sources. Emissions data are mapped to a geographic
A Z A g 8 o grid using a tool such as the Sparse Matrix Operator Kernel
% i ?éo Emissions Modeling System (SMOKE).”> All three models
- . 3 g E include advection, diffusion, and wet- and dry-deposition pro-
U ™~ § 4. _: cesses to simulate transport between grid cells in the atmosphere.
—~ <+ 17}
g Z &2 ERES Chemistry modules specify chemical mechanisms and reac-
g 27 = = ~g tion rates that facilitate the models’ key function of projecting
= oy \L: ®nEg~e the concentration of chemical species resulting from specified
g 23 % a g %0% global emissions scenarios and meteorological input data.
= nen nt ~ 25 g Multiple chemistry modules are available to achieve better
< ;% ;;% P g2 % regional performance or chemistry representation for a species

z Z 88 g§g é or chemical class of interest. All modules include chemistry

g3 - mechanisms that cover gas-phase reactions, aqueous chemistry,

. _é % g organic and inorganic aerosol formation and partitioning, photo-

Z 5 5 o lysis, and adsorption to dust. Each of the air quality models

2 g 28 includes nitrogenous chemicals that contribute to eutrophica-
o g < O O & p
Z E < 5E é tion. Few models include atmospheric F&T of P, which is a
8 g § £388% shortcoming given the emerging opinion that windblown P can
g g E ¢4 &5 §8 &g op 13—16,73,74
5 = . ¢ agles contribute to nutrient loading in surface water. "~ ">
S 3 § g g 2§44 CAMx and CMAQ are regional models that can be applied

2 5 8 5 ug g globally when linked with GEOS-Chem or other global models

b = . e ege ey .
= ¢ =8 =~ to provide initial boundary conditions. All models provide
55 ¢ P ry p
o % - E nested grid capability, which allows local areas of interest to be
e 2 §o © treated at a finer level of spatial and temporal resolution than
3
g -~ £z surrounding regions. CAMx and CMAQ are commonly oper-
g S et 3 i ated on 36, 12, or 4 km grids over large regions, with a finer
© go C°Eg grid resolutions of 1—2 km used in more-limited local areas.
:': b LB GEOS-Chem operates on a coarser grid that varies between
= ﬁ" e approximately 28 and 140 km (0.25° and 1.25°) on each side.
= v 02z Grid size influences air pollutant concentration, particularly for
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species with short atmospheric lifespans and compact dispersal
ranges, which are often under-estimated at coarse model
resolutions.””’® Secondary particulates, some of which are
nitrogenous, are thought to be less-affected by coarse grid
resolutions.”” NO, has a relatively short atmospheric lifespan,
on the order of 4 h to 1 day, indicating that accurate modeling of
its atmospheric transport may require fine grid resolutions.””””

Recent work at the global scale has modeled atmospheric
N and P deposition. The Community Atmospheric Model
(CAM) was used to estimate P deposition across the globe.73’80
The global aerosol chemistry-climate model LMDZ-INCA
coupled modeling system improves upon the prior estimates
of P deposition by incorporating more information about fuel
combustion sources of P.*"** Emissions data from LMDZ-
INCA include sea salt and dust for P, primary biogenic aerosol
particles, and fuel combustion for P. In contrast to N, there
has historically been little focus on atmospheric P deposition.
Challenges associated with measuring P deposition, combined
with the presumption that other P sources drive P availability
in land and water, has meant that few studies have focused
on the atmospheric P source. The U.S. National Atmospheric
Deposition Program does not report P in de;)osition. Increasing
P concentrations in U.S. lakes and streams’***> may be linked
to changing P deposition; thus, better methods are needed for
monitoring and estimating this potentially important flux-
affecting freshwater eutrophication.

Built-in source apportionment methods may be an alterna-
tive to SRMs for the development of atmospheric FFs. Source
apportionment relates emission sources to their impact on
ambient air quality. CAMx, CMAQ, and GEOS-Chem can each
perform source apportionment during a model run (as a func-
tion of a source attribution algorithm), after a model run via
additional processing, or as part of a sensitivity analysis. Both
CAMx and CMAQ store mass throughput data for individual
chemical mechanisms and time steps, which requires signifi-
cant computing resources over large model extents.** Sensitivity
analyses, in which all or part of an individual source of interest
are removed from a model run, provides an opportunity to
quantify the effect of the source on dependent air-quality results.
These are often called zero-out simulations and constitute a
“brute force” sensitivity analysis that can be applied to all air-
quality models.”?

4. DISCUSSION

The model comparisons provided in the preceding sections
highlight strengths and weaknesses of the reviewed models that
directly pertain to the development of improved LCIA eutro-
phication methods. The intention of this section is to clearly
link the goals of LCIA eutrophication with the features of the
reviewed models, working toward specific recommendations.

The five LCIA models reviewed (including Cosme et al.)

vary considerably in approach and level of detail by which they
quantify eutrophication midpoint impacts. Midpoint eutrophi-
cation impacts are expressed in three ways depending on the
method selected:

(1) The Redfield ratio describes a generic elemental com-
position of algae. The ratio is used to develop an equi-
valency between elements and nutrient forms based on
stoichiometric relationships, calculating biomass growth
as a function of nutrient loading.

(2) The residence time of nutrients in freshwater or marine
environments is calculated as a function of nutrient
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loading, retention, and removal and approximates the
availability of nutrients to contribute to eutrophication.
Given an emission rate, these residence times also indi-
cate steady-state mass in each compartment.

(3) Oxygen depletion expresses midpoint impacts as kg O,
depleted per kg of N influent to the marine ecosystem.
The XF calculation is based on a simple ecological response

model.*°

The three midpoint indicators represent a progression of
LCIA modeling detail (from 1 to 3) and associated expansion
of the LCIA cause—effect chain. Early LCIA eutrophication
models, such as CML, did not model nutrient F&T and instead
assumed that increased nutrient emissions would yield
increased impacts regardless of environmental compartment
or location. More recent modeling efforts identify the
importance of capturing F&T spatial variability in eutrophica-
tion impacts and recommend the use of F&T models when
information is available to LCA practitioners on the location of
a nutrient release. Consideration of F&T mechanisms
facilitated the development of a midpoint indicator based on
residence time, which considers not only presence but also the
duration of a nutrient load. The consideration of nutrient
transformation processes and their interaction with DO
concentration from Cosme et al. leverages additional F&T
processes to more-directly link nutrient emissions to environ-
mental effects.

These developments clearly demonstrate the role and impor-
tance of F&T modeling within LCIA eutrophication charac-
terization. The next step is to move toward the use of F&T
models that most-accurately reflect the real-world processes
they represent. The challenge is to do so without placing undue
burden on developers and practitioners.

TRACI uses advection as a proxy indicator of N F&T,
providing a novel, simplified approach that was well-suited to
historical data availability and LCA tools. More-sophisticated
approaches to nutrient F&T estimation are now available that
simulate nutrient retention, water use, and denitrification.”"*¥%¢
While ReCiPe 2008 is limited to the European geographic
scope, it remains the only freshwater LCIA method that incor-
porates P soil and groundwater F&T modeling when calcu-
lating midpoint CFs, a feature that is lost in the ReCiPe 2016
update and in the proposed IMPACT World+ method. ReCiPe
2016 and IMPACT World+ do, however, improve upon the
simplified approach to nutrient F&T in surface freshwater used
by ReCiPe 2008 via the cumulative FFs of Helmes et al.*'
while expanding to a global geographic scope. No significant
advancements are made to the marine eutrophication impact
category in IMPACT World+, and ReCiPe 2016 excludes this
impact category altogether.

Cosme et al. advanced LCA's ability to assess marine eutro-
phication impacts by providing the first set of global, regionally
differentiated fate, effect, and damage factors for 66 LMEs. >
Cosme et al. also introduce new soil and freshwater FFs for N
emissions across 5772 global river basins.”®

The LCIA methods currently available provide limited guid-
ance to practitioners on estimating F&T in the soil compart-
ment. While Helmes and Cosme et al. rectify this problem for
the freshwater and marine compartments, respectively, the
question of model fidelity remains. Additionally, Cosme et al.
notes that the use of an annual time-step and LME size restrict
the ability to reflect the temporal and spatial reality of real-
world hypoxic events."®
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Of the six watershed models, NEWS 2, SWAT, and IMAGE-
GNM provide the best opportunity to yield further improve-
ments in LCIA eutrophication. He et al. does not provide a
comprehensive option because it lacks representation of F&T
pathways for P releases, which is essential to the estimation
of freshwater eutrophication impacts. SPARROW is limited
by the need for high-quality global monitoring data and by
challenging model calibration when the model simulates large
spatial extents.

NEWS 2 has demonstrated its usefulness in developing soil
and surface freshwater FFs but is currently limited to the
spatial scale of basins as defined in the STN-30p river network.
Still, basin-level resolution may be sufficient for LCA studies
when the exact location of emissions is unknown. Additionally,
NEWS 2 FFs are based only on DIN export; there is potential
for further development based on transport of DON or PN, as
estimated by other NEWS 2 submodels.

SWAT estimates the yield of ON, OP, nitrate, and DIP to
each stream reach within a watershed and could be used to
calculate speciated and spatially differentiated CFs at the reso-
lution of user-defined hydrologic response units (HRUs).*
Feasibility of applying SWAT in an LCA context is limited by
the fact that SWAT is run at the basin scale, though studies
have demonstrated that wide geographic coverage across multi-
ple basin scales can be achieved.™

IMAGE-GNM provides the most-comprehensive option to
develop global, spatially differentiated soil and freshwater FFs
for both N and P at the 0.5° X 0.5° grid scale, as was observed
by Cosme et al."® The model calculates discharge to surface-
water grid cells, N and P soil budgets, ammonia emissions from
soil, and wastewater discharge to surface freshwater. IMAGE-
GNM also estimates nutrient concentration in surface
freshwater bodies facilitating validation with monitoring data
and estimation of annual export fractions for use in the devel-
opment of FFs using an annual average or marginal approach.

The surface-freshwater models WASP and AQUATOX pro-
vide detailed mechanistic representation of nutrient F&T,
transformation processes, and biological interactions that link
nutrient-loading information to organic matter growth and sub-
sequent ecological effects, often as functions of dual-nutrient
limitation, light availability, and temperature. AQUATOX stands
out among the reviewed models in that it estimates endpoint
impacts in the form of ammonia toxicity and lethal and non-
lethal effects of low oxygen. These considerations are largely
absent from current LCIA methods and the reviewed water-
shed models. However, the data collection burden and limited
geographic coverage of WASP and AQUATOX limit their
potential to directly generate FFs or EFs with global applicability.

The hydrodynamic models NCOM, FVCOM, and EFDC
could resolve the issues of spatial and temporal mismatch
noted by Cosme et al.; however, the level of effort required to
achieve global coverage makes implementation more challeng-
ing. The structure of these models allows for simplifications
that could reduce the modeling effort to a reasonable level, as
is demonstrated by current efforts to develop an FVCOM
model of the entire Atlantic Ocean basin.*” When linked with
water quality modules, these models operate at a time-step (in
minutes) that can capture the temporal scale of real-world
eutrophication events, with the potential to open new lines of
inquiry within the scope of LCA. To take advantage of FFs
with subannual resolution, LCA practitioners would need to
provide inventory data with similar temporal scope, which is
not currently common practice.
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Within the atmospheric compartment, the approach of Roy
et al.”” exemplifies the use of a complex, global F&T model to
develop FFs using the SRM approach. These FFs represent the
2005 data year, which is believed to be representative of
average conditions for the preceding period, but patterns of
NO, emissions are shifting rapidly,”*~"" necessitating frequent
updating. Despite this caveat, the implementation of atmo-
spheric N F&T modeling in LCIA eutrophication closely aligns
with the goals of being global, spatially differentiated, and
representative of the most recent science.

Whereas CAMx and CMAQ_offer increased spatial resolu-
tion and better source apportionment methods compared to
GEOS-Chem, these benefits can only be realized in a single,
regional model run. Targeted validation of simulated deposi-
tion would be beneficial in justifying the level of effort needed
to pursue developments using these models.

5. RECOMMENDATIONS

Table S summarizes our recommendations for improving LCIA
modeling for eutrophication. The purpose of these recom-
mendations is to (1) fill gaps in existing characterization models,
(2) provide greater spatial differentiation of FFs, and (3) add
F&T mechanisms as needed to improve the environmental
relevance and scientific robustness of LCIA eutrophication
methods.

5.1. Separation of Freshwater and Marine Eutrophi-
cation Methods. First and foremost, we propose separating
freshwater and marine LCIA eutrophication methods. This
is in line with recent method updates, e.g, ReCiPe 2016
and IMPACT World+, and with the findings of the 2013
LC-IMPACT report.”> The simplifying assumptions that P
and N are limiting in surface freshwater and marine waters,
respectively; the improved availability of FFs, XFs, and EFs;
and the differences in oxygen depletion mechanisms affecting
biomass growth, hypoxia, and endpoint effects all support this
recommendation.

5.2. Freshwater FF Availability. For freshwater eutro-
phication, we recognize Helmes et al. 2012 as the best available
source of freshwater FFs. Factor values are provided at a 0.5° X
0.5° grid scale, allowing the aggregation of FFs with state,
province, watershed, or country boundaries. Both ReCiPe 2016
and IMPACT World+ aggregate FFs at the country level. We
recommend a re-aggregation of FFs for the United States at the
state scale in addition to the currently available watershed
factors. Further performance validation of the Helmes et al.
F&T model will ensure appropriate, regionalized character-
ization. Comparison with the results of NEWS 2 and
SPARROW should also be feasible based on annual nutrient
export fractions. The outcome of this model comparison can
guide future model developments.

5.3. Freshwater Characterization Expansion. An
opportunity exists to expand characterization of the freshwater
cause-effect chain by adapting the oxygen depletion midpoint
indicator of Cosme et al. for freshwater systems. This indicator
would reduce the distance between the midpoint indicator
and ecological effects without introducing the uncertainty
associated with estimates of species-response. This is listed as
being priority 2 in Table 5; however, if stopping at the same
point on the cause—effect chain is considered to be a high
priority to the model developer, it could be considered priority
1. Gaps in characterization would persist, such as the inability to
estimate HAB occurrence.
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Table S. Recommendations for the Improvement of Freshwater and Marine LCIA Eutrophication Methods®

recommendation

Separate freshwater and marine eutrophication LCIA methods.

Use IMAGE-GNM” to develop subwatershed-level, spatially differentiated terrestrial and freshwater FFs.

Adopt freshwater FFs from Helmes et al,, providing state or watershed aggregated fate factors for the United

Adapt the O, depletion midpoint indicator approach developed in ref 18 for freshwater systems.

Validate the performance of Helmes et al. retention rates and resulting FFs against other models and
monitoring data to assess long-term needs for method improvement.

Apply standard emission fractions to terrestrial nutrient loads, as in the ReCiPe approach (e.g, 10% land-

Provide spatially differentiated guidance on emission fractions based on landscape characteristics.

Adopt soil, freshwater, and marine FFs, and marine XFs and EFs from ref 18, reaggregating to the state level

Refine residence time values that serve as the basis of Cosme et al. marine fate and transport factors’.

Use hydrodynamic water quality models to develop marine FFs and XFs, increasing spatial resolution

Adapt the research of Roy et al. to develop global marine eutrophication FFs for atmospheric N emissions.
Consider updating FFs based on more recent inventory data.

environmental level of
LCIA method compartment  priority  effort
freshwater and  all 1 E
marine compartments
soil and 2 D
freshwater
freshwater freshwater 1 E
eutrophication States.
2 M
2 M
soil 1 E
applied P to freshwater).
1 M
marine freshwater and 1 E
eutrophication  marine for the United States.
marine 2 D
3 D
beyond 66 LMEs.
air 2 M
3 D

Run a series of nested CMAQ or CAMx model runs at a regional scale using GEOS-Chem at a coarser grid
resolution to provide boundary conditions. Explore options to apply the SRM approach of Roy et al. or
internal source apportionment functions.

“The priority of each recommendation is assessed on a scale of 1—3 as follows: (1) an immediate need, (2) beneficial in the medium-term, or
(3) requires validation to justify the effort. The level of effort associated with each recommendation is assessed as easy (E), medium (M), or
difficult (D). Easy recommendations represent adoption of the best, currently available methods. Recommendations assessed as medium difficulty
represent extensions of existing approaches. Difficult recommendations require novel modeling techniques or applications. bThis possibility was

suggested in ref 18.

5.4. Best Available Marine LCIA Method. For marine
eutrophication, we recognize the work of Cosme et al. as the
best-available LCIA method because it fills previously existing
gaps in the characterization model and cause—effect chain.
Integrating the Cosme et al. method with the atmospheric FFs
from Roy et al. would close additional gaps in the model.

5.5. Linked Hydrodynamic Water Quality F&T. The
use of linked hydrodynamic water quality F&T models could
increase spatial and temporal resolution of the resulting mid-
point and endpoint CFs. These models could refine residence
time estimates in coastal waters for LMEs (or a smaller spatial
unit) and could help refine the Cosme et al. marine eutro-
phication method. They could likely also help generate marine
FFs and XFs. Feasibility of implementation could be assessed
via a case study for a region where detailed coastal modeling is
already available, e.g., the Louisiana Coastal Shelf >

5.6. Terrestrial F&T of Land-Applied Nutrients. The
terrestrial F&T of land-applied nutrients requires further
research because terrestrial eutrophication modeling is largely
absent from LCIA despite its importance to agricultural and
other land use sectors.”” The assumption by ReCiPe 2016 that
10% of land-applied P reaches surface waters is currently the
best available approach without overburdening the user with
data collection requirements. More-specific guidance needs to
be developed for landscape characteristics such as soil type,
climate, and proximity to freshwater (as given in EDIP 2003)
to better-estimate terrestrial export fractions associated with
land-applied nutrients. Cosme et al. provide the best currently
available soil and freshwater FFs for N based on the NEWS
2 model, spatially differentiated at the 30 min (STN-30p) river
basin scale.

5.7. Development of New Soil and Freshwater FFs.
Finally, we recommend the development of new soil and fresh-
water FFs based on IMAGE-GNM, given the global availability
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of data at the 0.5° X 0.5° grid scale. The potential of this option
was earlier recognized by Cosme et al.'® This approach would
improve upon the general soil F&T guidance of ReCiPe 2016,
increase spatial resolution compared with N FFs from the
NEWS 2 model, and provide a consistent framework for
dealing with N and P F&T in soil and surface freshwater.
IMAGE-GNM runs using an annual time-step. No feasible
means of achieving sub-annual (seasonal) temporal resolution
has been identified that conforms with the preferred global
scope of LCIA modeling,

6. CONCLUSIONS AND OUTLOOK

The goals of this work were to (1) document the current state
of eutrophication methods in LCIA, (2) review and compare
selected nutrient F&T models that could inform existing and
future LCIA eutrophication methods, (3) discuss potential
linkages between these methods and models, and (4) offer
recommendations for how to improve eutrophication impact
categories in LCIA and LCA going forward.

We reviewed 5 LCIA eutrophication methods and 15 nut-
rient F&T models. Based on the outcomes of the review, we
offered several recommendations for the next steps in fresh-
water and marine eutrophication modeling in LCIA. In partic-
ular, our first-order recommendations are to (1) represent
freshwater and marine categories in LCIA eutrophication
modeling separately; (2) to apply published (e.g., Helmes et al.
2012) state- or watershed-aggregated freshwater fate factors for
the United States; and (3) to adopt marine fate, exposure, and
effect factors from Cosme et al,, reaggregating to the state level
for the United States. Wherever possible, the trend for eutro-
phication modeling in LCIA should be to move toward greater
site specificity.

Part of this work involved translating modeling principles
between F&T and LCA communities. As each community
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becomes more aware of the ongoing work and emerging issues
of the other, together we gain a more holistic perspective of the
knowledge gaps and technical needs of the science and better
recognize where opportunities for collaboration may exist. The
scientific advancements here have focused on freshwater and
marine eutrophication. This critical review process could be
replicated for other LCIA impact categories such as acid-
ification or smog formation.
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