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Abstract A national dataset on concentrations of
mercury in fish, compiled mainly from state and
federal monitoring programs, was used to evalu-
ate trends in mercury (Hg) in fish from US rivers
and lakes. Trends were analyzed on data aggre-
gated by site and by state, using samples of the
same fish species and tissue type, and using fish
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of similar lengths. Site-based trends were evalu-
ated from 1969 to 2005, but focused on a subset
of the data from 1969 to 1987. Data aggregated
by state were used to evaluate trends in fish Hg
concentrations from 1988 to 2005. In addition, the
most recent Hg fish data (1996-2005) were com-
pared to wet Hg deposition data from the Mercury
Deposition Network (MDN) over the same pe-
riod. Downward trends in Hg concentrations in
fish from data collected during 1969-1987 ex-
ceeded upward trends by a ratio of 6 to 1. Declin-
ing Hg accumulation rates in sediment and peat
cores reported by many studies during the 1970s
and 1980s correspond with the period when the
most downward trends in fish Hg concentrations
occurred. Downward Hg trends in both sediment
cores and fish were also consistent with the imple-
mentation of stricter regulatory controls of direct
releases of Hg to the atmosphere and surface
waters during the same period. The southeastern
USA had more upward Hg trends in fish than
other regions for both site and state aggregated
data. Upward Hg trends in fish from the south-
eastern USA were associated with increases in wet
deposition in the region and may be attributed
to a greater influence of global atmospheric Hg
emissions in the southeastern USA. No significant
trends were found in 62% of the fish species from
six states from 1996 to 2005. A lack of Hg trends
in fish in the more recent data was consistent with
the lack of trends in wet Hg deposition at MDN

This article is a U.S. government work, and is not subject to copyright in the United States.
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sites and with relatively constant global emissions
during the same time period. Although few sig-
nificant trends were observed in the more recent
Hg concentrations in fish, it is anticipated that Hg
concentrations in fish will respond to changes in
atmospheric Hg deposition, however, the magni-
tude and timing of the response is uncertain.

Keywords Mercury - Fish - Trends -
Wet deposition - Atmospheric emissions

Introduction

Mercury (Hg) is a ubiquitous environmental pol-
lutant that accumulates to harmful concentrations
in aquatic ecosystems. Atmospheric deposition is
the dominant source of inorganic Hg in many
aquatic ecosystems (Fitzgerald et al. 1998; Downs
et al. 1998; Wiener et al. 2006; Peterson et al.
2007). Industrial and municipal point-sources of
mercury to rivers and lakes were very important
historically, but have been greatly reduced since
the implementation of stricter regulatory controls
in the 1970s (Balogh et al. 1999; Krabbenhoft
et al. 2005). Widespread Hg contamination of fish
in remote areas with low rates of Hg deposition
suggests Hg loading in an ecosystem alone does
not define Hg concentration in fish (Krabbenhoft
et al. 2005; Wiener et al. 2007). Transport of at-
mospheric Hg to aquatic ecosystems and Hg cy-
cling within aquatic systems are complex and not
fully understood. Catchment size, geochemistry,
hydrology, climate, soil, land-use, land cover, and
topography all influence delivery of Hg to aquatic
ecosystems (Balogh et al. 1999). Human activi-
ties contribute atmospheric emissions and direct
point source Hg contamination, and create land
disturbances that enhance Hg delivery to aquatic
ecosystems (Balogh et al. 1999).

Methylation of inorganic atmospheric Hg to
monomethylmercury (MeHg), which bioaccumu-
lates and biomagnifies in fish, is in turn influenced
by a variety of environmental factors such as or-
ganic carbon availability, pH, sulfur cycling, bi-
ological productivity, and temperature (Wiener
et al. 2006). Fish are probably the most widely
studied component of Hg transfer and bioaccu-
mulation in ecosystems because fish consump-

@ Springer

tion is the main Hg exposure pathway for hu-
mans and wildlife. The Hg concentration in fish,
which is generally assumed to be >95% MeHg
(Bloom 1992), ultimately depends on the avail-
ability of MeHg in their diet and the degree to
which the fish can excrete Hg (Downs et al. 1998).
Fish Hg concentrations vary by species due to
food web position and biochemical differences
among species (Wiener et al. 2003). Hg typical-
ly accumulates in fish as their age and size in-
creases due to relative exposure times and food
web position (Downs et al. 1998; Chen and Folt
2005). Variability in fish Hg concentrations can
be reduced by controlling for fish species and
fish age or length (Wiener et al. 2007). Many
federal, state, and local agencies are monitoring
Hg in fish to identify areas with fish Hg concen-
trations of concern to human health. Elevated Hg
concentrations in fish represent a public health
hazard and the primary reason for 80% of the
3,080 fish consumption advisories issued by 48
states in 2006 (http://www.epa.gov/waterscience/
fish/advisories/2006/tech.pd).

Datasets of Hg concentrations in fish collected
by federal, state, and local agencies were com-
piled by the USGS Geographic Analysis and
Monitoring program and the National Institute of
Environmental Health Sciences to be used by en-
vironmental and health researchers in investiga-
tions of Hg in the environment. The result of this
effort was the Environmental Mercury Mapping,
Modeling, and Analysis (EMMMA) database
(http://emmma.usgs.gov/, accessed 30 October
2007). As of 2007, the EMMMA dataset included
74,867 records from 7,759 sites collected by 27
agencies from 1969 to 2005. Samples included
both rivers (5,034 sites) and lakes (2,725 sites).
Fish data were compiled from every state except
Hawaii. The EMMMA database contains 241 fish
species and 14 types of tissues. The objectives of
this paper are (1) to assess whether EMMMA data
can provide evidence of changes in Hg concentra-
tions in fish in the USA between 1969 and 2005
and (2) to compare fish Hg trends to trends in
Hg wet deposition and Hg atmospheric emissions.
Substantial additional data may exist in state,
federal, and other databases; however, additional
efforts to compile data were beyond the scope of
this paper.


http://www.epa.gov/waterscience/fish/advisories/2006/tech.pdf
http://www.epa.gov/waterscience/fish/advisories/2006/tech.pdf
http://emmma.usgs.gov/
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Methods
Trend analyses

Trends were analyzed on 31 different fish species
and three tissue types. Each trend analysis was
limited to one fish species and tissue type. A re-
stricted range of fish lengths were used to normal-
ize data for differences in fish age and size. Data
within 10% of the median length for each species
and tissue type were retained for trend analyses.
Trends were analyzed on data aggregated by site
and by state. Sites were selected for trend evalua-
tion if they had at least seven fish samples within
the restricted range of fish lengths that were of the
same species and tissue type collected for at least
different 5 years over more than a 10-year period
between 1969 and 2005. Ninety of the original
7,759 river and lake sites met the criteria for trend
analyses (Table 1; Supplemental Table A). Site
trends focused on a subset of 50 of the 90 sites
having data in the period 1969-1987 (Table 2).
Statewide trends were analyzed on an aggre-
gate of all samples of a single fish species and
tissue type from a state that met the following
criteria: during the period 1988-2005, fish samples
of one species and tissue type within the restricted
length were collected for at least seven different
years for over at least a 10-year period. In addi-

Table 1 Summary of trend data aggregated by site and by state

tion, for each fish species and tissue type evalu-
ated in the statewide trend, at least 30 sites had to
have been sampled in the state over the 10-year
period, with at least three sites having been sam-
pled in both the first and last years of sample col-
lection. Statewide trends were not analyzed prior
to 1988 because of insufficient data. Statewide
trends were also analyzed from 1996 to 2005 using
the same statewide criteria except that the period
of record was reduced to at least five different
years over at least a 6-year period between 1996
and 2005. The results of the fish Hg trend analyses
from 1996-2005 provide a direct comparison with
Hg wet deposition data that the National Atmo-
spheric Deposition Program Mercury Deposition
Network (NADP MDN) began collecting in 1995.

The EMMMA dataset had no information
about the sampling or analytical methods used by
the 27 agencies that provided data. Changes or
differences in sampling or analytical methods in
this dataset can result in false trends. Differences
in methods used by each agency were minimized
by aggregating data by site and by state. Data from
most sites and states were collected by only one
agency.

Statistical analysis was performed using Ver-
sion 9.1.3 of the Statistical Analysis System (SAS
Institute 2002). Trends were determined through
the use of the SAS LIFEREG (linear regression)

Data aggregation Site State

Period 1969-2005 1969-1987 1988-2005 1996-2005
Sites (n) 90 50 2,609 2,801
States (n) 32 31 8 6

Major sources of data State and federal

programs
Hg concentrations <0.01-2.6

in fish (ng/g)
Median Hg concentration 0.23 0.10

in fish (ng/g)
Dominant fish species Common carp

Largemouth bass

Fish species (n) 26 21

Upper trophic level 50 26
species (%)

Tissue type Whole fish, skin-on

and skin-off fillets

National Contaminant
Biomonitoring Program
<0.01-1.2

Common carp
White sucker

Whole fish

State programs State programs

<0.001-4.8 <0.001-4.8
0.22 0.24

Largemouth bass ~ Largemouth bass

Channel catfish Channel catfish
12 14
73 73

Skin-on and
skin-off fillets

Skin-on and
skin-off fillets

Site-specific data analysis focused on a subset of data from 1969 to 1987. Statewide data were analyzed over one shorter
period, 1996-2005, for a direct comparison with wet Hg deposition data
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Table 2 Trends in Hg concentrations in whole fish from 1969 to 1987 at 50 National Contaminant Biomonitoring Program
sites

Site Site name State Species n Begin End Hg (ng/g) p value Percent
year year median change
1 Apalachicola River, FL SS 13 1969 1986 0.11 0.135 —2.11
J Woodruff Dam
2 Arkansas River AR CcC 9 1969 1984 0.08 0.004 —5.92
3 Chena River AK LNS 8 1969 1981 0.08 0.402 2.41
4 Columbia River, OR/WA LSS 10 1969 1984 0.15 0.005 —9.06
Cascade Locks
5 Connecticut River, CT WCF 12 1969 1984 0.15 0.000 —7.22
Windsor locks
6 Delaware River NJ/PA WS 12 1969 1984 0.06 0.050 —4.59
7 Hudson River NY G 10 1969 1980 0.13 0.414 —2.89
8 Illinois River 1L CcC 13 1969 1986 0.06 0.255 —1.49
9 Klamath River CA YP 7 1969 1986 0.19 0.000 —3.31
10 Lake Erie PA YP 11 1969 1986 0.09 0.000 —8.23
11 Lake Huron MI CcC 14 1969 1986 0.06 0.206 3.11
11 Lake Huron MI YP 10 1969 1986 0.08 0.221 4.68
12 Lake Ontario NY RB 7 1969 1981 0.36 0.000 —10.36
13 Lake Superior WI BL 10 1969 1986 0.11 0.000 —5.36
13 Lake Superior WI LT 7 1969 1986 0.26 0.082 —3.52
14 Missouri River, ND W 7 1969 1986 0.20 0.081 —2.74
Garrison Dam
15 Red River of the North MN/ND S 9 1969 1986 0.45 0.001 —4.86
16 Penobscot River ME wS 13 1969 1986 0.25 0.001 —4.71
17 Rio Grande X GS 9 1969 1986 0.05 0.004 —5.69
18 Sacramento River CA CcC 7 1969 1986 0.10 0.001 —7.13
19 Salmon River 1D LSS 7 1969 1986 0.19 0.179 —4.88
20 Snake River ID/WA LSS 13 1969 1986 0.11 0.679 0.95
21 Utah Lake uT CcC 10 1969 1986 0.04 0.396 2.65
21 Utah Lake uT WB 8 1969 1986 0.06 0.588 1.85
22 White River AR BMBU 8 1969 1986 0.24 0.009 7.66
23 Yakima River WA LSS 8 1969 1986 0.08 0.362 —3.26
24 Verdigris River, OK CC 10 1970 1986 0.06 0.765 —0.60
Bartlesville Reservoir
25 Columbia River WA CcC 8 1970 1980 0.06 0.051 —8.66
26 Cumberland River N CcC 9 1970 1986 0.08 0.125 —1.65
27 Colorado River, AZ/CA CcC 10 1970 1984 0.01 0.001 6.36
Imperial Reservoir
28 James River SD cC 10 1970 1986 0.09 0.453 —1.09
28 James River SD GE 8 1971 1986 0.18 0.677 1.82
29 Kennebec River ME WS 7 1971 1984 0.16 0.091 —1.49
29 Kennebec River ME YP 10 1970 1986 0.50 0.000 —9.13
30 Lake Michigan WI BL 14 1970 1986 0.05 0.003 —5.75
30 Lake Michigan WI LT 7 1971 1986 0.14 0.000 —10.26
31 Colorado River, AZ CcC 13 1971 1986 0.12 0.270 —1.52
Lake Powell
31 Colorado River, AZ LMB 7 1970 1984 0.18 0.126 —3.34
Lake Powell
32 Mississippi River IA/WI CcC 9 1970 1984 0.10 0.213 —3.82
33 Missouri River NE/TIA CcC 13 1970 1986 0.06 0.596 —1.78
33 Missouri River NE/ITA GE 7 1970 1981 0.10 0.000 —10.32
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Table 2 (continued)

Site Site name State Species n Begin End Hg (ng/g) p value Percent

year year median change

34 North Platte River, NE CcC 9 1970 1986 0.10 0.087 —3.21
Lake McConaughy

34 North Platte River, NE W 8 1970 1986 0.08 0.011 —17.37
Lake McConaughy

35 Nueces River D, ¢ GS 10 1970 1986 0.02 0.043 2.47

36 Red River, OK/TX CC 9 1970 1986 0.09 0.962 0.19
Lake Texoma

37 Rogue River, OR BB 10 1970 1986 0.12 0.000 —11.98
Goldray Dam

38 Wisconsin River WI CcC 10 1970 1986 0.17 0.003 —4.78

39 Yazoo River MS SMBU 8 1970 1986 0.17 0.703 0.49

40 Green River uT CC 10 1971 1986 0.11 0.082 2.53

41 Mississippi River MN WS 9 1971 1986 0.23 0.760 —1.29

42 Ohio River IL/KY CcC 8 1971 1984 0.14 0.000 —5.64

43 Ohio River OH/KY CcC 9 1971 1987 0.06 0.006 —3.56

44 Raritan River NJ WS 9 1971 1986 0.18 0.032 3.46

45 Rio Grande CO WS 7 1971 1986 0.03 0.000 —6.31

46 St. Lawrence River NY WS 7 1971 1987 0.11 0.770 —1.02

47 Susquehanna River, MD CC 7 1971 1986 0.08 0.000 —5.37
Conowingo Dam

48 Wabash River IN/IL CcC 8 1971 1986 0.15 0.002 —4.59

49 Des moines River 1A CC 11 1972 1986 0.07 0.041 6.34

50 Cooper River, SC CCF 8 1976 1986 0.04 0.208 3.14

Lake Moultrie

Significant trends (p < 0.05) are shaded. Downward trends starting above and ending below EPA advisory guideline
(0.3 ug/g MeHg) are in italics. All other trends are below EPA guideline

BMBU bigmouth buffalo, BL bloater, BB brown bullhead, CCF channel catfish, CC common carp, GS gizzard shad,
GE goldeye, G goldfish, LT lake trout, LMB largemouth bass, LSS largescale sucker, LNS longnose sucker, RB rock bass,
S sauger, SMBU smallmouth buffalo, SS spotted sucker, W walleye, WB white bass, WCF white catfish, WS white sucker,

YP yellow perch

procedure, which yields estimates of parametric
regression models for censored data using the
method of maximum likelihood (Allison 1995).
Hg concentrations in fish were natural log trans-
formed to remove much of the heterogeneity of
residuals. Linear changes in log Hg concentrations
were considered significant if the p value was
less than 0.05. Three diagnostic statistics, Cook’s
D, leverage, and standardized residual statistics
were used to identify data values that substantially
influenced the fit of the regression line (Helsel and
Hirsch 1992). Data values that diagnostic statistics
identified as outliers were removed resulting in
changes in trends at two sites. The annual percent
change in fish Hg concentrations was calculated
using the equation, (e — 1) x 100, where B is the
slope of the regression line (Hirsch et al. 1991).

Ancillary data

Ancillary data were obtained for the 90 sites
that met the trends criteria. Land use, land
cover, and watershed size were compiled for each
of the trend site watersheds from the National
Hydrography Dataset Plus (NHDPIlus; USEPA
2006; U. S. Geological Survey 2000). NHDPlus
is a compilation of geospatial data that includes
features from the National Hydrography Dataset,
the National Elevation Dataset, and the National
Watershed Boundary Dataset.

Dataset compositions
The 1969-2005 trends data aggregated by site con-

sists of 80 river sites and 10 lake sites. However,
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13 of the river sites were at impoundments, where
conditions were more similar to a reservoir or lake
than a river (Supplemental Table A). Fourteen
rivers had more than one site and 14 sites had
more than one species of fish that met the trend
analyses criteria. The average length of record at
the sites was 17 years, and the maximum 29 years
(Supplemental Table A). The 90 sites were lo-
cated in 32 states; however, 20 of the 90 sites
were in South Carolina. Two data sources pro-
vided 82% of the data—the National Contami-
nant Biomonitoring Program (NCBP; 54 sites),
and the South Carolina Department of Health and
Environmental Conservation (SCDHEC; 20 sites).

The NCBP analyzed Hg concentrations in
whole fish at 117 sites on large rivers and lakes

across the USA from 1969 through 1987 (May
and McKinney 1981; Lowe et al. 1985; Schmitt
and Brumbaugh 1990; Schmitt et al. 1999). The
Biomonitoring of Environmental Status and
Trends (BEST) program, an extension and revi-
sion of the NCBP, collected additional samples at
selected NCBP sites in the Mississippi River and
Columbia River basins during 1995 and 1997, re-
spectively (Schmitt et al. 2005; Hinck et al. 2006a).
Of the original 117 NCBP sites, 54 met our criteria
for trends analyses from 1969 to 2005, and 50 of
the sites met criteria for trends analysis from 1969
to 1987. More than half the fish collected by the
NCBP at the 54 sites were from the lower trophic
level, mainly common carp (Cyprinus carpio,
34%) and sucker species (Catostomus sp., 23%).

Table 3 Trends in Hg concentrations based on fish data aggregated by state from 1988 to 2005

State Sites n Species Begin Median p value Percent Trend
year year Hg (ug/g) change

Southeastern USA
GA 112 266 LMB 1991 2001 0.24 <0.001 7.43 up
GA 56 105 CCF 1991 2001 0.10 0.063 6.76 NONE
LA 324 1049 LMB 1994 2005 039 <0.001 378 up
LA 113 168 CCF 1994 2004 0.10 0.007 11.2 UP
LA 178 328 FD 1994 2004 0.37 0.013 6.23 Up
LA 72 125 RS 1994 2004 0.16 0.075 114 NONE
LA 158 383 wC 1994 2004 0.21 0.601 1.14 NONE
LA 178 378 BC 1995 2005 0.24 0.686 0.83 NONE
LA 169 444 B 1994 2005 0.52 0.019 -3.26 DOWN
LA 42 66 BMBU 1995 2004 0.28 0.045 —0.66 DOWN
NC 37 61 BG 1989 1999 0.10 0.771 0.76 NONE
SC 129 963 B 1993 2004 0.80 0.003 3.02 UP
SC 70 194 CCF 1994 2004 <0.25 0.277 —-2.29 NONE
SC 188 1,556 LMB 1993 2004 0.38 <0.001 -3.13 DOWN

Midwestern USA
1A 31 34 LMB 1994 2005 0.13 0.947 0.25 NONE
1A 44 60 CcC 1993 2005 0.10 0.005 —6.11 DOWN
1A 87 142 CCF 1988 2005 0.09 <0.001 —6.14 DOWN
IN 194 285 CC 1988 2004 0.17 0.856 —0.11 NONE
IN 56 74 CCF 1988 2004 0.14 0.316 —-1.04 NONE
IN 75 91 LMB 1991 2004 0.19 0.999 0.00 NONE
MI 55 158 LMB 1988 1997 0.31 0.632 -0.75 NONE
MN 43 81 CCF 1990 2000 0.21 0.364 1.80 NONE
MN 78 157 CcC 1990 2001 0.13 0.085 -2.16 NONE
MN 53 142 NP 1988 2001 0.27 0.001 —4.89 DOWN
MN 75 202 W 1989 2001 0.23 0.036 -3.16 DOWN

Significant trends (p value < 0.05) are shaded. Trends above EPA advisory guideline (0.3 pg/g MeHg) are in bold text.
Upward trends starting below and ending above EPA guideline are underlined. Downward trends starting above and ending

below EPA guideline are in italics. Trends below EPA guideline are in regular text

BMBU bigmouth buffalo, BC black crappie, BG bluegill, B bowfin, CCF channel catfish, CC common carp, FD freshwater

drum, LM B largemouth bass, NP northern pike, RS redear sunfish, W walleye, WC white crappie
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The latter included white (Catostomus commer-
sonii), largescale (Catostomus macrocheilus), and
longnose (Catostomus catostomus) suckers.

The ScDHEC collected fish samples at 201
sites from 1992 to 2005. Of the 20 ScDHEC
sites that met our criteria for trend analyses,
more than 90% of the fish were upper trophic
level species, predominantly largemouth bass (Mi-
cropterus salmoides; 63%) and bowfin (Amia
calva; 22%). Although median Hg concentrations
in fish from ScDHEC sites were five times higher
than at NCBP sites, 24% of samples were below
the ScDHEC Hg detection level of 0.25 ng/g.

In contrast, only 2% of NCBP samples were
below detection levels, which ranged from 0.05
to 0.01 ug/g. The watersheds of the SCDHEC
sites were roughly one-tenth the size of NCBP
watersheds, but the median percent wetlands
were 10 times higher in the ScDHEC watersheds
than in the NCBP watersheds (Supplemental
Table B). Biases in the data may result from
over-representation of sites in South Carolina be-
cause of the higher percentage of wetlands in
their watersheds and their relatively high Hg con-
centration when compared to other trend sites.
High amounts of wetlands in South Carolina wa-

Table 4 Trends in Hg concentrations based on fish data aggregated by state between 1996 and 2005

State Sites n Species Begin End Median p value Percent Trend
year year Hg (ug/g) change

Southeastern USA
GA 41 53 CCF 1996 2001 0.11 0.303 11.7 NONE
GA 88 174 LMB 1996 2001 0.30 0.399 —-3.28 NONE
LA 102 151 CCF 1996 2004 0.10 0.002 14.9 UP
LA B 74 FCF 1996 2004 0.32 0.005 151 Up
LA 316 988 LMB 1996 2005 0.39 0.003 3.10 UP
LA 62 97 RS 1996 2004 0.16 0.057 15.0 NONE
LA 112 193 BCF 1996 2004 0.14 0.056 7.30 NONE
LA 175 318 FD 1996 2004 0.37 0.223 3.03 NONE
LA 173 373 BC 1996 2004 0.24 0.485 1.47 NONE
LA 153 367 wC 1996 2004 0.21 0.571 —-1.27 NONE
LA 42 63 BMBU 1996 2004 0.28 0.085 —6.49 NONE
LA 169 434 B 1996 2005 0.52 0.011 -3.79 DOWN
SC 128 922 B 1996 2004 0.79 <0.001 5.50 UP
SC S1 179 BCFE 1996 2004 <0.25 0.001 9.06 uUp
SC 143 963 RS 1996 2004 <0.25 0.006 3.38 UP
SC 142 677 BG 1996 2004 <0.25 0.008 4.28 UP
SC 182 1,408 LMB 1996 2004 0.37 0.186 —1.46 NONE
SC 68 186 CCF 1996 2004 <0.25 0.100 —3.88 NONE

Midwestern USA
1A 37 46 CcC 1996 2005 0.09 0.445 —2.48 NONE
1A 44 57 CCF 1996 2005 0.06 0.384 —4.31 NONE
IN 158 185 CcC 1996 2004 0.16 <0.001 8.87 UP
IN 39 45 CCF 1997 2004 0.13 0.302 3.19 NONE
IN 71 84 LMB 1996 2004 0.18 0.980 —0.06 NONE
MN 45 110 CcC 1996 2001 0.13 0.285 3.19 NONE
MN 44 115 \%% 1996 2001 0.20 0.088 6.98 NONE
MN 33 82 NP 1996 2001 0.24 0.002 —12.8 DOWN

Significant trends (p value < 0.05) are shaded. Trends above EPA advisory guideline (0.3 pg/g MeHg) are in bold text.
Upward trends starting below and ending above EPA guideline are underlined. Downward trends starting above and ending

below EPA guideline are in italics. Trends below EPA guideline are in regular text

BMBU bigmouth buffalo, BC black crappie, BCF blue catfish, BG bluegill, B bowfin, CCF channel catfish , CC common
carp, FCF flathead catfish, FD freshwater drum, LM B largemouth bass, NP northern pike, RS redear sunfish, W walleye,

WC white crappie
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tersheds should promote transformation of inor-
ganic Hg to MeHg. In addition, the smaller South
Carolina watersheds would be expected to re-
spond more rapidly to changes in Hg emissions
(Grigal 2002). To minimize potential problems
resulting from differences in site types, collection
protocols, and analytical procedures between the
NCBP and the ScDHEC, site-specific trends fo-
cused on a subset of 50 NCBP sites sampled from
1969 to 1987 (Table 2) before SCDHEC imple-
mented a monitoring program.

Statewide data were used for the evaluation of
trends from 1988 to 2005. The statewide datasets
were composed of 14 fish species and two tis-
sue types (skin-on and skin-off fillets). Of the
fish species collected, 73% were from the up-
per trophic level (Table 1). Data for eight states
(four midwest and four southeast, Table 3) met
the 1988-2005 criteria. The midwestern states im-
plemented their sampling programs earlier than
the southeastern states. The average length of
record for the eight states was 12 years. Only

Fig. 1 Map showing Hg trends in fish tissue at 90 sites
in the USA, 1969-2005. One site in Alaska (no trend) is
not shown. Arrows sites with significant trends (p < 0.05).
Circles sites without significant trends. Black symbols 50
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Iowa had data that spanned the full period from
1988 to 2005. Statewide trends in fish Hg were
analyzed from 1996 to 2005 for comparison with
wet Hg deposition during the same period. Data
for six states (three midwest and three southeast,
Table 4) met the 1996-2005 criteria.

Results
Site trends, 1969-2005

Hg concentrations in fish between 1969 and 2005
from 90 river and lake sites across the USA had no
temporal trends at 57% of the sites, downwards
trends at 32% of the sites, and upward trends at
11% of the sites (Fig. 1; Supplemental Table A).
The direction of trends was similar at river and
lake or impounded sites. Fifty percent of the lake
and impounded sites and 41% of the river sites
had trends, the ratio of downward to upward
trends being 9 to 2 for lakes and impoundments

Midwest

sites sampled 1969-1987. White symbols 40 sites sampled
mostly 1988-2005. Trends in South Carolina are shown in
larger view. Heavy dashed lines mark four regions of the
country
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and 5 to 2 for rivers. The trophic level of fish
species, as defined by their food habits, did not ap-
pear to affect Hg trends. Downward trends were
found in 26% of fish species in the lower trophic
level and in 28% of fish in the upper trophic level.
Twice as many downward trends as upward trends
were found in fish species from both lower and up-
per trophic levels. The overall ratio of downward
and upward trends in fish Hg concentrations were
relatively even at sites across most of the country:
the ratio of downward to upward trends was about
6 to 1 except in the southeast, where it was 4 to 3
(Fig. 2).

Twelve of the 39 sites with temporal Hg trends
in fish had Hg concentrations in fish tissue greater
than 0.3 pg/g, the EPA advisory level for protec-
tion of human health (Supplemental Table A). Of
the 12 sites, six sites in the northern USA had fish
Hg concentrations starting above EPA guidelines
and ending below the guidelines, three sites in
the southeastern USA had fish Hg concentrations
starting below EPA guidelines and ending above
EPA guidelines, and three sites in South Carolina
with downward trends had fish Hg concentrations
that remained above EPA guidelines.

Site trends, 1969-1987

Site trends were focused on a subset of 50 NCBP
sites from 1969 to 1987 (Fig. 1; Table 2). These
trends in Hg concentrations in fish were down-

ward for 22 sites, upward for four sites, and no
trends for 24 sites. More downward Hg trends
were found at sites in the northeast, midwest, and
west than at sites in the southeast (Fig. 2). Thir-
teen of the 22 sites with downward trends had an
inflection point around 1980, from an initial rapid
decrease in fish Hg concentrations in the 1970s
to a more gradual decrease, or to no decrease in
fish Hg concentration in the 1980s (Fig. 3). May
and McKinney (1981), Lowe et al. (1985), Schmitt
and Brumbaugh (1990), and Schmitt et al. (1999)
reported similar changes in fish Hg concentra-
tions from NCBP data. May and McKinney (1981)
found the only significant decrease in national
geometric mean fish Hg concentrations in the
NCBP data was from 1972 to 1977. No significant
changes in national geometric mean Hg concen-
tration were found in the NCBP data from 1978
to 1981 (Lowe et al. 1985) or from 1976 to 1984
(Schmitt and Brumbaugh 1990).

Statewide trends, 1988-2005

Fish data, aggregated by state and by species,
were used for evaluation of trends in fish Hg con-
centrations from 1988 to 2005 (Table 3). No trends
in fish Hg concentrations were found in 52% of
fish species from eight states. The only upward
statewide trends in fish Hg concentrations were
found in southeastern states (Supplemental Fig. A).
Upward statewide trends in Hg concentrations

Fig. 2 Direction and 20
magnitude of significant
trends (p value < 0.05) in 15 L

Hg concentration in fish
tissue between 1969 and
2005. Black bars trends at
26 sites sampled
1969-1987. White bars
trends at 13 sites sampled
mostly 1988-2005

10

percent annual change
in Hg concentration
[6)]
T

-10

-15

IR '’

Northeast

Southeast Midwest West

U.S. region
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4 ' ' ' ' were downward in midwestern states (Table 3).
35 L * i Downward trends were detected in lowa common

Normalized Fish Hg
N
T

1965 1970 1975 1980 1985 1990
Year

Fig. 3 Normalized Hg concentrations in whole fish col-
lected by the National Contaminant Biomonitoring Pro-
gram from 22 sites with significant (p < 0.05) downward
trends, 1969-1987. Fish Hg concentrations were normal-
ized by expressing the Hg concentrations of each fish
as a percentage of the mean Hg concentration for that
fish species and site. The curve is fitted using the locally
weighted least squared error method. Trend analysis re-
sults for these sites are in Table 2

in fish were detected in Louisiana largemouth
bass, channel catfish (Ictalurus punctatus), and
freshwater drum (Aplodinotus grunniens); in
South Carolina bowfin (A. calva); and in Georgia
largemouth bass. Upward trends were above
EPA advisory level for protection of human
health guidelines in South Carolina bowfin.
Upward trends in Louisiana largemouth bass and
freshwater drum and Georgia largemouth bass
started below EPA guidelines in the early 1990s
and ended above the guidelines in the early to
mid-2000s. Downward trends were detected in
Louisiana bowfin and bigmouth buffalo (Ictiobus
cyrinellus) and in South Carolina largemouth
bass. Downward trends in Louisiana bowfin
and South Carolina largemouth bass remained
above the EPA advisory level into the mid-2000s
(Supplemental Fig. A). States in the midwest
had fewer trends than states in the southeast.
No trends were detected in eight out of 12 fish
species from states in the midwest (Table 3). All
the statewide trends in fish Hg concentrations
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carp (C. carpio) and channel catfish and in
Minnesota northern pike (Esox lucius) and wall-
eye (Sander vitreus) (Supplemental Fig. A). Down-
ward Hg trends in lowa common carp and channel
catfish were below EPA guidelines from the late
1980s and early 1990s to 2005. Downward trends
in Minnesota northern pike and walleye started
at or above EPA guidelines in the late 1980s
and fell below the guidelines by 2001. Downward
trends in midwestern states have been observed in
other studies. Downward trends in walleye from
northern Wisconsin lakes were also reported by
Madsen and Stern (2007) between 1982 and 2005.
Rasmussen et al. (2007) found trends between
1982 and 2005 in Wisconsin walleye varied with
latitude; northern lakes had downward trends,
middle latitude had no trends, and southern lakes
had upward trends.

Some of the differences in fish Hg trends be-
tween states in the midwest and states in the
southeast may reflect the period in which the
samples were collected. Data from most states did
not span the entire period from 1988 to 2005. In
the midwest, most of the samples were collected
during the late 1980s and 1990s, whereas most of
the samples in the southeast were collected during
the late 1990s and early 2000s. Monson (2009)
reported downward trends for Hg concentrations
in northern pike and walleye fromMinnesota lakes
before the mid-1990s, followed by upward trends
after the mid-1990s.

Statewide trends, 1996-2005

Fish Hg data, aggregated by state and by species,
were also evaluated from 1996 to 2005 for com-
parison with wet Hg deposition during the same
period (Table 4). No Hg trends were found in
62 % of fish species from six states. Fish Hg trends
from states in the southeast were mostly upward.
Upward trends were found in four South Carolina
fish species [bowfin, blue catfish (I. furcatus), re-
dear sunfish (Lepomis microlophus), and bluegill
(Lepomis macrochirus)]. In Louisiana, upward
trends in Hg concentrations were found in three
species [flathead catfish (Pylodictis olivaris), chan-
nel catfish, and largemouth bass], and a downward
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trend in one species (bowfin). Trends in Hg con-
centrations in the midwest were mixed; upward
trends in Indiana channel catfish and downward
trends in Minnesota northern pike (Table 4).

Discussion
Comparison to atmospheric emissions

An important question is whether trends in fish
Hg concentration mirror trends in Hg emissions
or trends in Hg inputs to aquatic ecosystems, or
both. Major sources of anthropogenic Hg include
mining, emissions from fossil fuel combustion, in-
dustrial processes (metal smelting and refining,
chemical production, cement, and pulp and pa-
per), and waste incineration (USEPA 1997). From
about 1940 to 1970, a period of rapid industrial
growth and inadequate wastewater treatment, lo-
cal point-sources were the dominant source of
Hg in many urbanized areas (Pirrone et al. 1998;
Balogh et al. 1999). Improved wastewater treat-
ment, stricter regulation of discharges to air and
surface waters (USEPA Clean Water Act, Clean
Air Act, Safe Drinking Water Act, and Toxic
Substance Control Act), and reductions in indus-
trial use of Hg since the 1960s have eliminated
most Hg point-sources in urban areas (Balogh
et al. 1999). The rapid decrease in Hg concen-
trations in fish collected by the NCBP in the
1970s likely results from this overall reduction
of Hg in direct releases to the atmosphere and
surface waters (Fig. 3; May and McKinney 1981;
Krabbenhoft et al. 2005). Regulations since 1990
have targeted air emissions (Clean Air Amend-
ments; USEPA 2004; USEPA 2007). Estimated
anthropogenic Hg emissions from the USA have
decreased by almost 50% in the northeast and
over 30% in the southeast and midwest between
the mid-1990s and 2002 (Supplemental Fig. B).
Over a similar period from the mid-1980s through
the early 2000s, the BEST program reported
that temporal trends in fish Hg concentrations
were not evident in nine major river basins
(Mississippi, Columbia, Rio Grande, Yukon,
Colorado, Mobile, Apalachicola, Savannah, and
PeeDee; Schmitt 2002; Hinck et al. 2006a; Schmitt
et al. 2005; Hinck et al. 2007; Hinck et al. 2006b;

Hinck et al. 2004). We also found few downward
trends in Hg concentrations in fish during this
period (Tables 3 and 4).

Several factors could eliminate or delay any
response in fish Hg concentrations to changes in
anthropogenic Hg emissions. About half of the
anthropogenic emissions contributing to Hg depo-
sition in the USA originate from other countries
(Seigneur et al. 2004). Although US emissions
are decreasing, emissions from Asia and Africa
are increasing (Pacyna et al. 2006), with the re-
sult that the global anthropogenic emission in-
ventory has remained almost constant since the
1990s (Slemr et al. 2003). Estimated global an-
thropogenic emissions were between 1,270 and
2,140 tons per year in 1990, 1,900 tons per year in
1995 (Pacyna and Pacyna 2002), and 2,200 tons per
year in 2000 (Pacyna et al. 2006). A lag between
actual reductions in anthropogenic Hg emissions
and decreases in atmospheric Hg occurs because
re-emitted, natural, and anthropogenic emission
sources each contribute roughly equal amounts of
Hg to the atmosphere (Seigneur et al. 2004). Thus,
measures of Hg deposition are better indicators of
Hg loading than anthropogenic emissions.

Comparison to sediment cores

Although few records of atmospheric Hg de-
position exist before 1995 (http:/nadp.sws.uiuc.
edu/mdn/), Hg deposition back to pre-industrial
times can be estimated from sediment, peat, and
ice cores (Schuster et al. 2002). Dated depth
profiles of Hg in sediment cores show changes in
Hg accumulation rates over time that correlate
well with documented Hg utilization and envi-
ronmental releases and have been shown to be
an accurate record of changes in external loading
(Krabbenhoft et al. 2007; Lockhart et al. 2000;
Lamborg et al. 2002; Pirrone et al. 1998; Engstrom
and Swain 1997). Declining Hg accumulation rates
in lake sediments and bog peat have been re-
ported for many areas of the USA from 1970
through 1990 (Norton et al. 1997; Engstrom and
Swain 1997; Balogh et al. 1999; Lorey and Driscoll
1999; Kamman and Engstrom 2002; Van Metre
et al. 2004; Perry et al. 2005; Mahler et al. 2006).
These declining Hg accumulation rates have been
at least partially attributed to improved wastewa-
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ter treatment, stricter regulatory controls on dis-
charges to air and surface waters, and reductions
in industrial use of Hg during the 1960s and 1970s.
Fish Hg trends corresponded with the declining
Hg accumulation rates found in many sediment
cores and the implementation of stricter regula-
tory controls on direct releases to the atmosphere
and surface waters in the 1970s. Most downward
trends in fish Hg occurred between 1969 and
1987 (Fig. 2), with the most rapid decreases in
Hg concentrations during the 1970s (Fig. 3). In
particular, the direction of fish Hg trends at the
50 NCBP sites from 1969 to 1987 was similar to
that in trends found in the USGS National Water
Quality Assessment program sediment cores from
35 lake and reservoir sites characterizing Hg from
1970 to 2001 (Mabhler et al. 2006). No trends in
Hg concentrations were found in about half of the
sediment core and fish tissue sites. In addition,
there were more downward Hg trends in sediment
cores and fish (35% and 44%, respectively) than
upward trends (17% and 8%, respectively).

Comparison to wet deposition

Hg deposition occurs in two forms: wet deposi-
tion (associated with precipitation) and dry de-
position (direct deposition of gaseous Hg(0) and
Hg(II), and deposition of particles containing Hg;
Lindberg et al. 2007). Many studies have demon-
strated that dry deposition processes may con-
tribute amounts of mercury to the landscape equal
to or greater than wet deposition (Miller et al.
2005; Seigneur et al. 2004; Grigal 2002; Cohen
et al. 2004; Driscoll et al. 2007) however, in-
sufficient dry deposition data are available at this
time to quantify trends. Wet deposition of at-
mospheric Hg in the USA has been measured
by the Mercury Deposition Network since the
mid-1990s. Forty-nine MDN sites were tested
for trends using a Seasonal Kendall approach
(Prestbo and Gay 2009). These were primarily
rural sites in the eastern USA and Canada. No
trends in annual Hg wet deposition rate were
found in 76% of the sites (Prestbo and Gay
2009). Downward trends in wet Hg deposition
were found at 18% of the sites and upward trends
were found in 6% of the sites. Trends in wet Hg
deposition were complicated by trends in amounts
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of precipitation. Of the nine sites with downward
trends in wet Hg deposition, three sites also had
decreasing amounts of precipitation that could
account for the decrease in wet deposition. Simi-
larly, two of the three sites (in Louisiana) with up-
ward trends in wet deposition also had increasing
amounts of precipitation, possibly explaining the
increase in wet deposition over that period. The
use of volume-weighted concentrations avoids the
effect of variations in precipitation on deposition,
but is less relevant when comparing to fish. What
affects Hg concentrations in fish is not so much
the concentration of Hg in wet deposition, but the
amount of Hg entering the ecosystem, in other
words, deposition.

Site-specific and statewide trend analyses con-
sistently showed more upward trends in Hg con-
centrations in fish in southeastern states than
other regions of the country (Figs. 1 and 2;
Tables 3 and 4; Supplemental Table A). More
upward Hg trends in fish in the southeast cor-
responded with the increased wet deposition in
the region. Louisiana was the only state in which
upward trends in Hg wet deposition were found
(Fig. 4). Butler et al. (2008) also reported an
upward trend in Hg wet deposition in the south-
eastern USA from 1998 to 2005, however, the
upward trend was at a MDN site in Florida not
Louisiana. The southeastern states may be more
heavily influenced by long-range global transport
resulting from large convective summer storms
that scavenge Hg from the middle and upper tro-
posphere (Butler et al. 2008). Increasing Asian Hg
emissions may therefore have a greater impact in
the southeastern USA than elsewhere in North
America.

Fewer Hg trends in fish and wet deposition
from 1996 to 2005 were found in the midwest than
in the southeast. Only one downward trend in
Hg wet deposition was detected among 14 MDN
sites in the midwest (Fig. 4). Of eight midwest
fish species analyzed for statewide Hg trends from
1996 to 2005, only two trends were detected:
one upward (channel catfish in Indiana) and one
downward (northern pike in Minnesota; Table 4).
Butler et al. (2008) also reported downward Hg
trends in wet deposition at two sites in Minnesota.

Although there were insufficient fish data from
the northeastern USA for statewide trend analy-
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Fig. 4 Comparison of Hg
trends in channel catfish
fillets to Hg trends in wet
deposition at Mercury
Deposition Network sites
in the eastern USA and
Canada, 1996-2005.
Trends in channel catfish
were analyzed in five
states: Iowa, Illinois,
Louisiana, South
Carolina, and Georgia.
Grey states upward trends
in channel catfish fillets.
Black states no trends in
channel catfish fillets.
Arrows direction of wet
deposition trends at
MDN sites. Circles MDN
sites without wet
deposition trends. Dashed
lines mark regions of the
USA

ses, site-specific data (1969-1987) indicate down-
ward trends at six out of 10 sites in the northeast-
ern USA (Fig. 1; Table 2). More recently, Simonin
et al. (2009) reported an average decrease of 14%
in Hg concentrations in yellow perch from lakes
in New York from 1987 to 2005. These results
correspond with those for MDN sites in the north-
east, including Nova Scotia and Newfoundland,
where downward trends in Hg wet deposition
were found at six out of 15 sites (Fig. 4). In con-
trast, Butler et al. (2008) reported no trends in Hg
wet deposition at 12 MDN sites in the northeast
from 1998 to 2005. Overall, no trends were found
in 62% of statewide fish Hg data and in 80% of
MDN wet deposition sites in the eastern USA
from 1996 to 2005 (Table 4; Fig. 4). By compari-
son, Butler et al. (2008) reported no trends in wet
deposition at 88% of MDN sites in the eastern
USA from 1998 to 2005. Differences between Hg
wet deposition trends reported by Prestbo and
Gay (2009) and Butler et al. (2008) most likely
were due to the different ways of data aggregation
(weekly data, versus annual and warm season,

Canada

respectively), and lengths of record (1996-2005
versus 1998-2005, respectively).

Response time

Although few Hg trends were detected in either
fish tissue or atmospheric wet deposition from
1996 to 2005 in the eastern USA, it is anticipated
that Hg concentrations in fish will respond to
changes in atmospheric Hg loading. Recent
studies have linked levels of atmospheric
Hg loading with Hg concentrations in fish
(Hrabik and Watras 2002; Atkeson et al.
2003; Hammerschmidt and Fitzgerald 2006),
loons (Evers et al. 2007), and mosquitoes
(Hammerschmidt and Fitzgerald 2005), and
directly with MeHg production (Orihel et al. 2006;
Hammerschmidt et al. 2006). Hammerschmidt
and Fitzgerald (2006) reported that Hg wet
deposition between 1992 and 2004 accounted for
about two-thirds of Hg variation in largemouth
bass between 1990 and 1995. Hammerschmidt
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and Fitzgerald (2006) suggested that reductions
in anthropogenic Hg emissions could result in
proportionally lower levels of Hg concentrations
in fish, but that the magnitude and timing of the
response are unclear. The response to reductions
in Hg emissions near sources (mostly inorganic
Hg) is expected to be more rapid than at remote
locations dominated by input from the global Hg
pool (mostly elemental Hg; Lindberg et al. 2007).
Slower response times are expected in systems
with large watershed to water surface ratios due
to retention of Hg in the watershed (Grigal 2002).
The storage of previously deposited Hg within
the watershed coupled with gradual delivery
downstream can create a time lag between
implementation of Hg emission controls and
reductions in Hg accumulation in lake sediments
and aquatic biota (Kamman and Engstrom 2002).
Therefore, the watershed could remain a major
source of Hg to lakes and rivers for many years
and delay the response of aquatic ecosystems to
changes in emissions (Yang et al. 2002). However,
recent Hg emissions appear to be more readily
methylated, suggesting at least an initial rapid
decrease in fish Hg concentration after reductions
in Hg emissions (Harris et al. 2007; Hintelmann
et al. 2002). As a result of these complexities
and uncertainties, Hg concentrations in fish
could respond over months, years, or decades
following changes in atmospheric Hg emissions.
If the reduction in Hg emissions is relatively
small compared to the inventories of Hg in the
ecosystem, the response of fish Hg concentrations
is expected to occur more slowly and be smaller
in magnitude (Krabbenhoft et al. 2007).

Conclusions

A national compilation of fish Hg data from state
and federal monitoring programs was used to an-
alyze trends in Hg concentrations in fish. Most
downward trends in fish Hg occurred between
1969 and 1987, with the most rapid decreases
in Hg concentrations during the 1970s. Fish Hg
trends corresponded with the declining Hg accu-
mulation rates found in many sediment cores and
the implementation of stricter regulatory controls
on direct releases to the atmosphere and surface
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waters in the 1970s. The southeastern USA had
more upward Hg trends in fish than other regions
for both site and state aggregated data. Upward
Hg trends in fish from the southeastern USA
were associated with increases in wet deposition in
the region. The southeastern states may be more
heavily influenced by long-range global transport
and increases in distant Hg emissions. No Hg
trends were found in 62% of fish data, and 76% of
wet deposition sites from 1996 to 2005. Although
few trends were detected in Hg data in fish or wet
atmospheric deposition from 1996 to 2005, it is
anticipated that Hg concentrations in fish will de-
crease in response to decreases in atmospheric Hg
loading; however, the magnitude and the timing of
the response are uncertain.
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Supplemental Figure A. Significant trends (p<0.05) in Hg concentrations based on fish data aggregated by
state, 1988-2005. Dashed line is 0.3 mg/g MeHg in fish, the EPA advisory level for protection of human health.
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Supplemental Table A Trends in Hg concentrations in fish tissue from 1969 to 2005 at 90 sites. Significant trends (p<0.05) are shaded. Trends
above EPA advisory guideline (0.3 ng/g MeHg) are in bold text. Upward trends starting below and ending above EPA guideline are underlined.
Downward trends starting above and ending below EPA guideline are in italics. Trends below EPA guideline are in regular text.

. . .o | Site | Trophic H / Percent | Begin | End ¢ |Tissue
Site Site name State | Species typ e | Level® n Me di% rg“g gl\)/lax p-value change | year | year Source type®
1 Apalachicola River, J Woodruff Dam FL SS | M 13 0.11 023 | 0135 | -2.11 1969 | 1986 NCBP 1
2 Arkansas River AR CcC R L 11 0.07 0.16 | 0.002 | -2.82 1969 | 1995 [NCBP/BEST| 1
3 Chena River AK LNS R L 8 0.08 0.14 | 0.402 2.41 1969 | 1981 NCBP 1
4 Columbia River, Cascade Locks OR/WA LSS | L 11 0.11 0.27 | 0.013 | -4.22 1969 | 1997 |NCBP/BEST| 1
5 Connecticut River, Windsor locks CT WCF | M 12 0.15 0.22 | 0.000 -7.22 1969 | 1984 NCBP 1
6 Delaware River NJ/PA WS R L 12 0.06 0.18 | 0.050 | -4.59 1969 | 1984 NCBP 1
7 Hudson River NY G R L 10 0.13 0.19 | 0.414 | -2.89 1969 | 1980 NCBP 1
8 Illinois River IL CcC R L 15 0.07 0.10 | 0.447 | -0.55 1969 | 1995 |NCBP/BEST| 1
9 Klamath River CA YP R U 7 0.19 0.22 | 0.000 | -3.31 1969 | 1986 NCBP 1
10 Lake Erie PA YP L U 11 0.09 0.23 | 0.000 | -8.23 1969 | 1986 NCBP 1
11 Lake Huron MI CccC L L 14 0.06 0.23 | 0.206 3.11 1969 | 1986 NCBP 1
11 Lake Huron MI YP L U 10 0.08 0.09 | 0.221 4.68 1969 | 1986 NCBP 1
12 Lake Ontario NY RB L U 7 0.36 0.65 | 0.000 | -10.36 | 1969 | 1981 NCBP 1
13 Lake Superior WI BL L M 10 0.11 0.20 | 0.000 | -5.36 1969 | 1986 NCBP 1
13 Lake Superior Wi LT L U 7 0.26 0.46 | 0.082 | -3.52 1969 | 1986 NCBP 1
14 Missouri River, Garrison Dam ND W | U 7 0.20 0.30 | 0.081 -2.74 1969 | 1986 NCBP 1
15 Red River of the North MN/ND S R U 9 045 0.75 | 0.001 | -4.86 1969 | 1986 NCBP 1
16 Penobscot River ME WS R L 13 025 0.60 | 0.001 | -4.71 1969 | 1986 NCBP 1
17 Rio Grande TX GS R L 9 0.05 0.15 | 0.004 | -5.69 1969 | 1986 NCBP 1
18 Sacramento River CA CcC R L 7 0.10 0.18 | 0.001 | -7.13 1969 | 1986 NCBP 1
19 Salmon River ID LSS R L 8 0.19 042 | 0.289 | -1.95 1969 | 1997 [NCBP/BEST| 1
20 Snake River ID/WA LSS R L 13 0.11 0.23 | 0.679 0.95 1969 | 1986 NCBP 1
21 Utah Lake uT CccC L L 10 0.04 0.07 | 0.396 2.65 1969 | 1986 NCBP 1
21 Utah Lake uT WB L U 8 0.06 0.08 | 0.588 1.85 1969 | 1986 NCBP 1
22 White River AR BMBU R L 8 0.24 0.38 | 0.009 7.66 1969 | 1986 NCBP 1
23 Yakima River WA LSS R L 8 0.08 030 | 0.362 | -3.26 1969 | 1986 NCBP 1
24 Verdigris River, Bartlesville Reservoir OK CcC | L 10 0.06 0.13 | 0.765 -0.60 1970 | 1986 NCBP 1
25 Columbia River WA CcC R L 8 0.06 0.12 | 0.051 | -8.66 1970 | 1980 NCBP 1
26 Cumberland River TN CcC R L 9 0.08 0.12 | 0.125 -1.65 1970 | 1986 NCBP 1
27 Colorado River, Imperial Reservoir AZICA cC | L 10 0.01 0.02 | 0.001 6.36 1970 | 1984 NCBP 1
28 James River SD CccC R L 11 0.10 0.14 | 0.845 0.21 1970 | 1995 [NCBP/BEST| 1
28 James River SD GE R M 10 0.21 032 | 0.198 2.35 1971 | 1995 [NCBP/BEST| 1
29 Kennebec River ME WS R L 7 0.16 0.2 | 0.091 | -1.49 1971 | 1984 NCBP 1
29 Kennebec River ME YP R U 10 050 0.71 | 0.000 | -9.13 1970 | 1986 NCBP 1
30 Lake Michigan WI BL L M 14 0.05 0.16 | 0.003 | -5.75 1970 | 1986 NCBP 1
30 Lake Michigan Wi LT L U 7 0.14 052 | 0.000 | -10.26 | 1971 | 1986 NCBP 1
31 Colorado River, Lake Powell AZ CcC | L 13 0.12 0.15 | 0.270 -1.52 1971 | 1986 NCBP 1




. . . a | Site | Trophic H / Percent | Begin | End ¢ | Tissue
Site Site name State | Species type® | Level® n Me di% rg“g gl\)/lax p-value change | year | year Source type®
31 Colorado River, Lake Powell AZ LMB | U 7 0.18 0.23 | 0.126 | -3.34 | 1970 | 1984 NCBP 1
32 Mississippi River IA/WI CcC R L 11 0.10 0.18 | 0.433 | -0.98 1970 | 1995 |NCBP/BEST| 1
33 Missouri River NE/IA CcC R L 15 0.06 0.20 | 0.853 | -0.38 1970 | 1995 |NCBP/BEST| 1
33 Missouri River NE/IA GE R M 7 0.10 0.20 | 0.000 | -10.32 | 1970 | 1981 NCBP 1
34 North Platte River, Lake McConaughy NE CcC | L 9 0.10 0.21 | 0.087 | -3.21 1970 | 1986 NCBP 1
34 North Platte River, Lake McConaughy NE W | U 8 0.08 0.21 | 0.011 | -7.37 1970 | 1986 NCBP 1
35 Nueces River TX GS R L 10 0.02 0.04 | 0.043 247 1970 | 1986 NCBP 1
36 Red River, Lake Texoma OK/TX cC | L 9 0.09 0.14 | 0.962 0.19 1970 | 1986 NCBP 1
37 Rogue River, Goldray Dam OR BB | M 10 0.12 051 | 0.000 | -11.98 | 1970 | 1986 NCBP 1
38 Wisconsin River Wi CcC R L 12 0.16 0.42 | 0.000 | -4.04 | 1970 | 1995 |[NCBP/BEST| 1
39 Yazoo River MS SMBU R L 8 0.17 0.21 | 0.703 0.49 1970 | 1986 NCBP 1
40 Green River uT CcC R L 10 0.11  0.17 | 0.082 2.53 1971 | 1986 NCBP 1
41 Mississippi River MN WS R L 11 0.20 043 | 0.727 0.60 1971 | 1995 |NCBP/BEST| 1
42 Ohio River IL/IKY CcC R L 8 0.14 0.23 | 0.000 | -5.64 | 1971 | 1984 NCBP 1
43 Ohio River OH/KY CcC R L 9 0.06 0.09 | 0.006 | -3.56 1971 | 1987 NCBP 1
44 Raritan River NJ WS R L 9 0.18 0.34 | 0.032 3.46 1971 | 1986 NCBP 1
45 Rio Grande Co WS R L 7 0.03 0.06 | 0.000 | -6.31 1971 | 1986 NCBP 1
46 St. Lawrence River NY WS R L 7 0.11 0.19 | 0.770 | -1.02 1971 | 1987 NCBP 1
47 Susquehanna River, Conowingo Dam MD CcC | L 7 0.08 0.12 | 0.000 | -5.37 1971 | 1986 NCBP 1
48 Wabash River IN/IL CcC R L 8 0.15 0.28 | 0.002 | -4.59 1971 | 1986 NCBP 1
49 Des moines River 1A CcC R L 11 0.07 0.10 | 0.041 6.34 1972 | 1986 NCBP 1
50 Cooper River, Lake Moultrie SC CCF | U 8 0.04 0.05 | 0.208 3.14 1976 | 1986 NCBP 1
51 Rock River Wi CcC R L 9 0.04 0.09 | 0.643 3.20 1977 | 1988 | WIiDNR 1
52 Columbia River WA w R U 7 0.12 0.15 | 0.000 1.12 1970 | 1997 |NCBP/BEST| 1
53 Willamette River OR LSS R L 9 024 037 | 0.286 | -2.63 1970 | 1997 |[NCBP/BEST| 1
54 Tennessee River TN CcC R L 8 021 0.28 | 0.000 | -1.78 1971 | 1995 |NCBP/BEST| 1
55 Mississippi River Wi CcC R L 9 0.08 0.10 | 0.069 8.35 1978 | 1990 | WIDNR 1
56 Canadian River, Eufaula Reservoir OK CcC | L 9 0.08 0.14 | 0.017 3.81 1979 | 1995 |NCBP/BEST| 1
57 Abbotts Creek NC BG R M 19 0.07 0.28 | 0.002 | -6.89 1981 | 1996 | NLFWA 7
58 Root River wi CcC R L 7 0.03 0.06 | 0.001 | 13.39 | 1981 | 1991 | WIiDNR 1
59 Wisconsin River Wi W R U 17 031 047 | 0.393 | -0.89 1981 | 1994 | WIDNR 7
60 Wisconsin River Wi NP R U 9 045 059 | 0.659 | -0.61 1981 | 1996 WIDNR 7
61 Des moines River 1A CcC R L 12 0.11 0.24 | 0.021 | -6.80 1984 | 1995 | DMRWQN 7
62 Des moines River 1A CcC R L 11 0.15 0.25 | 0.000 | -11.83 | 1985 | 1995 | DMRWQN 7
63 Saylorville Reservoir 1A CcC L L 11 0.08 0.34 | 0.167 | -8.96 1985 | 1995 | DMRWQN 7
64 Kankakee River IN CcC R L 7 0.12 0.17 | 0.127 244 1988 | 2004 INDEM 8
65 Kankakee River IN CcC R L 7 0.15 0.16 | 0.520 1.32 1988 | 2004 INDEM 8
66 Lake Superior MN CS L L 34 0.22 0.38 | 0.790 0.34 1983 | 2001 MnPCA 7
67 Wabash River IN CcC R L 10 021 031 | 0.227 | -3.24 | 1989 | 2004 INDEM 8
68 Black River SC LMB R U 17 130 256 | 0.014 | -8.02 | 1993 | 2004 | ScDHEC 7
69 Combahee River SC B R U 18 0.51 2 0.781 1.14 1993 | 2004 | ScDHEC 7
69 Combahee River SC LMB R U 26 087 190 | 0.274 4,52 1993 | 2004 | ScDHEC 7




. . . a | Site | Trophic H / Percent | Begin | End ¢ | Tissue
Site Site name State | Species type® | Level® n Me di% rg“g gl\)/lax p-value change | year | year Source type®
70 Edisto River SC LMB R U 17 065 163 | 0.109 | -7.02 | 1993 | 2003 | ScDHEC 7
71 Edisto River sC LMB R U 20 1.02 175 | 0.794 | -0.73 | 1993 | 2003 | ScDHEC 7
72 Great Pee Dee sC B R U 16 0.84 220 | 0.166 5.89 1993 | 2003 | ScDHEC 7
72 Great Pee Dee SC LMB R U 19 054 240 | 0573 2.36 1993 | 2004 | ScDHEC 7
73 Great Pee Dee SC LMB R U 19 0.83 1.67 | 0.020 | -5.57 | 1993 | 2004 | ScDHEC 7
73 Great Pee Dee SC RS R M 25 | <025 0.94 | 0.090 8.85 1993 | 2004 | ScDHEC 7
74 Langley Pond SC LMB L U 41 111 164 | 0.885 | -0.29 | 1993 | 2004 | ScDHEC 7
75 Pocotaligo River SC B R U 17 139 227 | 0.801 | -0.49 | 1993 | 2003 | ScDHEC 7
75 Pocotaligo River SC LMB R U 12 156 2.04 | 0.841 1.10 1993 | 2004 | ScDHEC 7
76 Santee River SC LMB R U 18 052 100 | 0.383 | -3.42 | 1993 | 2004 | ScDHEC 7
77 Santee River SC B R U 18 052 160 | 0.736 | -2.29 | 1993 | 2004 | ScDHEC 7
77 Santee River SC LMB R u 17 | 035 1.70 | 0.038 | 11.05 | 1993 | 2004 | ScDHEC 7
78 Waccamaw River SC LMB R U 8 129 194 | 0.046 | -6.78 | 1993 | 2003 | ScDHEC 7
79 Waccamaw River SC LMB R U 17 149 230 | 0.219 | -2.37 | 1993 | 2004 | ScDHEC 7
80 Waccamaw River SC BG R M 16 029 044 | 0.111 | -2.36 | 1993 | 2004 | ScDHEC 7
80 Waccamaw River SC LMB R U 24 | 076 145 | 0.719 0.64 1993 | 2004 | ScDHEC 7
80 Waccamaw River SC RS R M 24 0.30 0.85 | 0.563 | -1.53 1993 | 2004 | ScDHEC 7
81 Bogue Chitto LA LMB R U 12 0.68 1.03 | 0.556 1.97 1994 | 2004 LaDEQ 8
82 Congaree River SC LMB R U 18 | <025 0.81 | 0.088 | -13.29 | 1994 | 2004 | ScDHEC 7
83 Cooper River SC B R U 21 034 135 | 0.834 1.19 1994 | 2004 | ScDHEC 7
83 Cooper River SC LMB R U 29 | <025 0.89 | 0536 | -5.12 1994 | 2004 | ScDHEC 7
84 East Fork Cooper River SC B R U 30 045 1.10 | 0.816 | -0.80 1994 | 2004 | ScDHEC 7
84 East Fork Cooper River SC LMB R U 27 039 216 | 0992 | -0.04 | 1994 | 2004 | ScDHEC 7
85 Lake Marion SC LMB L u 26 | <025 041 | 0.033 | 17.03 | 1994 | 2004 | ScDHEC 7
86 Mermentau River LA LMB R u 7 049 0.64 | 0.004 | 6.49 1994 | 2004 LaDEQ 8
87 Savannah River SC LMB R U 21 038 258 | 0.759 | -2.12 | 1994 | 2004 | ScDHEC 7
88 Savannah River SC LMB R U 15 | 043 0.76 | 0.227 | -3.72 | 1994 | 2004 | ScDHEC 7
89 Savannah River SC B R U 21 056 1.70 | 0.264 5.96 1994 | 2004 | ScDHEC 7
89 Savannah River SC LMB R U 20 | 026 0.76 | 0.067 | -5.06 | 1994 | 2004 | ScDHEC 7
90 Maquoketa River 1A CcC R L 7 0.07 022 | 0470 | -4.77 1995 | 2005 laDNR 1

# BMBU = Bigmouth Buffalo, BL = Bloater, BG = Bluegill, B = Bowfin, BB= Brown Bullhead, CCF = Channel Catfish, CS = Chinook Salmon, CC = Common Carp, GS
= Gizzard Shad, G = Goldfish, GE = Goldeye, LT = Lake Trout, LMB = Largemouth Bass, LSS = Largescale Sucker, LNS = Longnose Sucker, NP = Northern Pike, RS =
Redear Sunfish, RB = Rock Bass, S= Sauger, SMBU = Smallmouth Buffalo, SS = Spotted Sucker, W = Walleye, WB = White Bass, WCF = White Catfish, WS = White
Sucker, YP = Yellow Perch; "R = river, | = impoundment, L = lake; © L = lower, M = middle, U = upper;  NCBP = National Contaminant Biomonitoring Program, BEST =
Biomonitoring of Environmental Status and Trends, WiDNR = Wisconsin Department of Natural Resources, NLFWA = National Listing of Fish and Wildlife Advisories,
INDEM = Indiana Department of Environmental Monitoring, DMRWQN = Des Moines River Water Quality Network, MnPCA = Minnesota Pollution Control Agency,
ScDHEC = South Carolina Department of Health and Environmental Conservation, LaDEQ = Louisiana Department of Environmental Quality, laDNR = lowa Department
of Natural Resources; ® 1 = whole, 7 = skin-on fillet, 8 = skin-off fillet




Supplemental Table B Watershed size and 1992 National land cover data for 90 trend sites.

. . Watershed Land use (percent)®
Site Site name State (sq km) |Natural Wetland Ag Urban
1 Apalachicola River, J Woodruff Dam FL 44,421 65 6.5 | 250 | 3.2
2 Arkansas River AR 393,219 67 0.6 | 30.8 1.2
3 Chena River AK -- -- -- -- --
4 Columbia River, Cascade Locks OR/WA | 578,663 71 04 | 104 0.5
5 Connecticut River, Windsor locks CT 25,184 81 45 9.1 3.8
6 Delaware River NJ/PA 17,702 76 26 | 17.0 4.1
7 Hudson River NY 30,803 74 24 | 18.3 4.8
8 Illinois River IL 47,264 13 21 | 78.4 6.6
9 Klamath River CA 19,388 86 4.4 9.2 0.3
10 Lake Erie PA -- -- -- -- --
11 Lake Huron M -- -- -- -- --
12 Lake Ontario NY -- -- -- -- --
13 Lake Superior Wi - - - - -
14 Missouri River, Garrison Dam ND 454,757 75 0.6 | 19.6 0.2
15 Red River of the North MN/ND 19,208 93 49 1.3 0.3
16 Penobscot River ME 83,023 13 95 | 724 0.7
17 Rio Grande TX 457,884 50 0.1 0.9 0.3
18 Sacremento River CA 49,232 85 0.8 | 13.3 0.9
19 Salmon River ID 31,005 98 0.6 15 0.1
20 Snake River ID/WA | 210,030 89 0.7 9.9 0.3
21 Utah Lake uT 5,235 89 0.8 7.8 2.8
22 White River AR 59,642 67 1.6 | 30.5 0.9
23 Yakima River WA 9,453 88 0.1 9.9 1.8
24 | Verdigris River, Bartlesville Reservoir OK 11,064 56 20 | 416 | 08
25 Columbia River WA 258,041 52 0.2 7.0 0.6
26 Cumberland River TN 36,858 76 05 | 20.7 2.4
27 Colorado River, Imperial Reservoir | AZ/CA | 428,944 98 0.2 1.7 0.3
28 James River SD 46,429 16 3.3 | 80.2 0.4
29 Kennebec River ME 10,540 94 3.0 2.8 0.5
30 Lake Michigan WI -- -- -- -- --
31 Colorado River, Lake Powell AZ 275,685 97 0.2 2.3 0.2
32 Mississippi River 1A/WI 198,095 35 | 114 | 51.8 1.7
33 Missouri River NE/IA 946,557 67 1.3 | 29.4 0.4
34 North Platte River, Lake McConaughy NE 72,404 89 14 | 93 0.4
35 Nueces River ™ 42,632 83 0.2 | 16.1 0.5
36 Red River, Lake Texoma OK/TX 81,877 54 0.2 | 447 0.8
37 Rogue River, Goldray Dam OR 5,304 89 03 | 95 1.4
38 Wisconsin River WI 27,853 50 | 10.2 | 38.6 1.2
39 Yazoo River MS 29,917 36 8.0 | 54.6 0.9
40 Green River uT 65,020 96 0.9 2.6 0.3
41 Mississippi River MN 27,117 51 | 259 | 21.4 1.2
42 Ohio River IL/KY 522,299 57 1.2 | 39.1 2.9
43 Ohio River OH/KY | 188,418 67 06 | 29.1 3.3
44 Raritan River NJ 2,023 45 50 | 36.1 | 135
45 Rio Grande CO 4,240 95 0.2 4.2 0.3
46 St. Lawrence River NY 5,372 70 83 | 21.2 0.9
47 Susquehanna River, Conowingo Dam MD 70,632 68 05 289 | 30
48 Wabash River IN/IL 75,880 17 1.7 | 78.1 2.8
49 Des moines River 1A 35,955 12 2.4 | 82.9 2.8
50 Cooper River, Lake Moultrie SC 38,262 72 3.1 | 189 6.2
51 Rock River WI 5,798 13 6.1 | 78.5 2.4
52 Columbia River WA 190,067 50 0.2 3.7 0.4
53 Willamette River OR 25,724 71 03 | 26.4 25
54 Tennessee River TN 85,098 74 1.0 | 22.0 2.6




) . Watershed Land use (percent)?
Site Site name State (sq km) |Natural Wetland Ag Urban
55 Mississippi River Wi 114,706 28 | 13.8 | 56.1 2.2
56 Canadian River, Eufaula Reservoir OK 121,893 77 02 | 218 0.9
57 Abbotts Creek NC 456 52 1.1 | 265 | 20.7
58 Root River Wi 514 13 13 | 66.9 | 18.8
59 Wisconsin River Wi 16,142 55 | 13.7 | 30.5 1.2
60 Wisconsin River Wi 3,336 67 | 264 | 5.7 0.5
61 Des moines River 1A 31,587 9 21 | 85.6 2.8
62 Des moines River 1A 14,931 7 1.8 | 89.2 2.2
63 Saylorville Reservoir 1A 14,870 7 18 | 89.3 2.2
64 Kankakee River IN 899 15 32 | 796 | 20
65 Kankakee River IN 4,905 15 3.2 | 80.3 1.9
66 Lake Superior MN -- -- -- -- --
67 Wabash River IN 75,750 17 17 | 782 | 238
68 Black River sC 3,971 38 | 189 | 405 | 24
69 Combahee River SC 2,836 43 | 229|331 | 08
70 Edisto River SC 4,801 55 | 12.4 | 31.2 1.4
71 Edisto River SC 7,018 51 | 15.2 | 32.2 1.6
72 Great Pee Dee SC 36,334 54 | 10.7 | 30.8 4.0
73 Great Pee Dee SC 28,042 60 6.9 | 28.7 4.7
74 Langley Pond SC 231 79 1.1 | 10.6 9.1
75 Pocotaligo River SC 1,058 35 | 16.9 | 41.7 6.1
76 Santee River SC 38,847 71 37 | 189 | 6.3
77 Santee River SC 38,372 71 34 | 189 | 6.3
78 Waccamaw River SC 3,260 47 | 30.2 | 22.1 0.8
79 Waccamaw River SC 3,120 48 | 28.8 | 22.6 0.8
80 Waccamaw River SC 4,057 46 | 30.7 | 21.6 1.7
81 Bogue Chitto LA 3,066 60 4.0 | 345 1.4
82 Congaree River SC 22,072 73 20 | 196 | 57
83 Cooper River SC 38,274 72 3.1 | 189 6.2
84 East Fork Cooper River SC 357 76 | 214 | 2.7 0.1
85 Lake Marion SC 38,007 72 3.1 | 19.0 6.3
86 Mermentau River LA 3,615 23 99 | 64.7 2.4
87 Savannah River sC 25,493 74 44 | 186 | 27
88 Savannah River SC 21,490 78 21 | 167 | 3.0
89 Savannah River SC 19,961 79 11 | 168 | 3.1
90 Magquoketa River 1A 4,114 17 06 | 805 | 23
sq km = square kilometers, -- = not determined, Ag = agricultural, Natural = natural vegetation — wetland

(forest + shrub + grassland + barren + open water) , * Land use data only available for conterminous U.S.
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Supplemental Table A Trends in Hg concentrations in fish tissue from 1969 to 2005 at 90 sites. Significant trends (p<0.05) are shaded. The
trend at site 27 was not considered significant because the range of Hg concentrations was not greater than the lowest detection level (0.01
ug/g). Trends above EPA advisory guideline (0.3 ng/g MeHg) are in bold text. Upward trends starting below and ending above EPA guideline
are underlined. Downward trends starting above and ending below EPA guideline are in italics. Trends below EPA guideline are in regular text.

Site Site name State | Species® t§g§b Tl_rg\;/)gllcc n Megi%;\ rg“g/ gl\)/lax p-value EE;Z? %/Z%Irn Eenadr Source® '[;lss:ee
1 Apalachicola River, J Woodruff Dam FL SS | M 13 0.11 0.23 | 0.135 | -2.11 | 1969 | 1986 NCBP 1
2 Arkansas River AR CcC R L 11 | 0.07 0.16 | 0.002 | -2.82 | 1969 | 1995 |[NCBP/BEST| 1
3 Chena River AK LNS R L 8 0.08 0.14 | 0.402 241 1969 | 1981 NCBP 1
4 Columbia River, Cascade Locks OR/WA LSS | L 11 0.11 0.27 | 0.013 | -4.22 | 1969 | 1997 |[NCBP/BEST| 1
5 Connecticut River, Windsor locks CT WCF | M 12 0.15 0.22 | 0.000 | -7.22 | 1969 | 1984 NCBP 1
6 Delaware River NJ/PA WS R L 12 | 0.06 0.18 | 0.050 | -4.59 | 1969 | 1984 NCBP 1
7 Hudson River NY G R L 10 | 0.13 0.19 | 0.414 | -2.89 | 1969 | 1980 NCBP 1
8 llinois River IL CC R L 15 | 0.07 0.10 | 0.447 | -0.55 | 1969 | 1995 |[NCBP/BEST| 1
9 Klamath River CA YP R U 7 0.19 0.22 | 0.000 | -3.31 | 1969 | 1986 NCBP 1
10 Lake Erie PA YP L U 11 | 0.09 0.23 | 0.000 | -8.23 | 1969 | 1986 NCBP 1
11 Lake Huron Ml CC L L 14 | 0.06 0.23 | 0.206 | 3.11 1969 | 1986 NCBP 1
11 Lake Huron Ml YP L U 10 | 0.08 0.09 | 0.221 | 4.68 1969 | 1986 NCBP 1
12 Lake Ontario NY RB L U 7 0.36 0.65 | 0.000 | -10.36 | 1969 | 1981 NCBP 1
13 Lake Superior Wi BL L M 10 | 0.11 0.20 | 0.000 | -5.36 | 1969 | 1986 NCBP 1
13 Lake Superior Wi LT L U 7 0.26 0.46 | 0.082 | -3.52 | 1969 | 1986 NCBP 1
14 Missouri River, Garrison Dam ND w | U 7 020 0.30 | 0.081 | -2.74 | 1969 | 1986 NCBP 1
15 Red River of the North MN/ND S R U 9 045 0.75 | 0.001 | -4.86 | 1969 | 1986 NCBP 1
16 Penobscot River ME WS R L 13 025 0.60 | 0.001 | -4.71 | 1969 | 1986 NCBP 1
17 Rio Grande TX GS R L 9 0.05 0.15 | 0.004 | -5.69 | 1969 | 1986 NCBP 1
18 Sacramento River CA CcC R L 7 0.10 0.18 | 0.001 | -7.13 | 1969 | 1986 NCBP 1
19 Salmon River ID LSS R L 8 0.19 042 | 0289 | -1.95 | 1969 | 1997 |[NCBP/BEST| 1
20 Snake River ID/WA LSS R L 13 | 011 0.23 | 0.679 | 0.95 1969 | 1986 NCBP 1
21 Utah Lake uT CC L L 10 | 0.04 0.07 | 0.396 | 2.65 1969 | 1986 NCBP 1
21 Utah Lake uT WB L U 8 0.06 0.08 | 0.588 1.85 1969 | 1986 NCBP 1
22 White River AR BMBU R L 8 024 0.38 | 0.009 | 7.66 1969 | 1986 NCBP 1
23 Yakima River WA LSS R L 8 0.08 0.30 | 0.362 | -3.26 | 1969 | 1986 NCBP 1
24 Verdigris River, Bartlesville Reservoir OK cC | L 10 0.06 0.13 | 0.765 | -0.60 | 1970 | 1986 NCBP 1
25 Columbia River WA cC R L 8 0.06 0.12 | 0.051 | -8.66 | 1970 | 1980 NCBP 1
26 Cumberland River TN cC R L 9 0.08 0.12 | 0.125 | -1.65 | 1970 | 1986 NCBP 1
27 Colorado River, Imperial Reservoir AZICA cC | L 10 0.01 0.02 | 0.001 6.36 1970 | 1984 NCBP 1
28 James River SD CC R L 11 | 010 0.14 | 0.845 | 0.21 1970 | 1995 |[NCBP/BEST| 1
28 James River SD GE R M 10 | 021 0.32 | 0.198 | 2.35 1971 | 1995 |[NCBP/BEST| 1
29 Kennebec River ME WS R L 7 0.16 0.2 | 0.091 | -1.49 | 1971 | 1984 NCBP 1
29 Kennebec River ME YP R U 10 | 050 0.71 | 0.000 | -9.13 | 1970 | 1986 NCBP 1
30 Lake Michigan Wi BL L M 14 | 0.05 0.16 | 0.003 | -5.75 | 1970 | 1986 NCBP 1
30 Lake Michigan Wi LT L U 7 0.14 052 | 0.000 | -10.26 | 1971 | 1986 NCBP 1




Site Site name State | Species® tig:b Tl_rg\?gllcc n Me;'i%l rg“g/ gl\)/lax p-value iﬁ;ﬁg Ii/:%lrn 5:; Source* 'I;;/spsgee
31 Colorado River, Lake Powell AZ cC | L 13 | 012 045 | 0.270 | -1.52 | 1971 | 1986 NCBP 1
31 Colorado River, Lake Powell AZ LMB | U 7 0.18 0.23 | 0.126 | -3.34 | 1970 | 1984 NCBP 1
32 Mississippi River IA/WI cC R L 11 | 0.10 0.18 | 0.433 | -0.98 | 1970 | 1995 |NCBP/BEST| 1
33 Missouri River NE/IA cC R L 15 | 0.06 0.20 | 0.853 | -0.38 | 1970 | 1995 |[NCBP/BEST| 1
33 Missouri River NE/IA GE R M 7 0.10 0.20 | 0.000 | -10.32 | 1970 | 1981 NCBP 1
34 North Platte River, Lake McConaughy NE CC | L 9 0.10 0.21 | 0.087 | -3.21 | 1970 | 1986 NCBP 1
34 North Platte River, Lake McConaughy NE W | U 8 0.08 0.21 | 0.011 | -7.37 | 1970 | 1986 NCBP 1
35 Nueces River TX GS R L 10 | 0.02 0.04 | 0.043 | 247 1970 | 1986 NCBP 1
36 Red River, Lake Texoma OK/TX CC | L 9 0.09 0.14 | 0962 | 0.19 1970 | 1986 NCBP 1
37 Rogue River, Goldray Dam OR BB | M 10 | 0.12 0.51 | 0.000 | -11.98 | 1970 | 1986 NCBP 1
38 Wisconsin River Wi CcC R L 12 | 0.16 042 | 0.000 | -4.04 | 1970 | 1995 |[NCBP/BEST| 1
39 Yazoo River MS SMBU R L 8 0.17 021 | 0.703 | 0.49 1970 | 1986 NCBP 1
40 Green River uT cC R L 10 | 0.11  0.17 | 0.082 2.53 1971 | 1986 NCBP 1
41 Mississippi River MN WS R L 11 | 020 043 | 0.727 | 0.60 1971 | 1995 |NCBP/BEST| 1
42 Ohio River IL/KY cC R L 8 0.14 0.23 | 0.000 | -5.64 | 1971 | 1984 NCBP 1
43 Ohio River OH/KY cC R L 9 0.06 0.09 | 0.006 | -3.56 | 1971 | 1987 NCBP 1
44 Raritan River NJ WS R L 9 0.18 0.34 | 0.032 | 3.46 1971 | 1986 NCBP 1
45 Rio Grande CoO WS R L 7 0.03 0.06 | 0.000 | -6.31 | 1971 | 1986 NCBP 1
46 St. Lawrence River NY WS R L 7 0.11 0.19 | 0.770 | -1.02 | 1971 | 1987 NCBP 1
47 Susquehanna River, Conowingo Dam MD CcC | L 7 0.08 0.12 | 0.000 | -5.37 1971 | 1986 NCBP 1
48 Wabash River IN/IL CC R L 8 0.15 0.28 | 0.002 | -459 | 1971 | 1986 NCBP 1
49 Des moines River 1A CcC R L 11 | 0.07 0.10 | 0.041 | 6.34 1972 | 1986 NCBP 1
50 Cooper River, Lake Moultrie SC CCF | U 8 0.04 0.05 | 0.208 3.14 1976 | 1986 NCBP 1
51 Rock River Wi cC R L 9 0.04 0.09 | 0.643 | 3.20 1977 | 1988 | WIDNR 1
52 Columbia River WA w R U 7 0.12 0.15 | 0.000 1.12 1970 | 1997 |NCBP/BEST| 1
53 Willamette River OR LSS R L 9 024 0.37 | 0286 | -2.63 | 1970 | 1997 |[NCBP/BEST| 1
54 Tennessee River TN CcC R L 8 021 0.28 | 0.000 | -1.78 | 1971 | 1995 |[NCBP/BEST| 1
55 Mississippi River Wi cC R L 9 0.08 0.10 | 0.069 8.35 1978 | 1990 | WIDNR 1
56 Canadian River, Eufaula Reservoir OK CcC | L 9 0.08 0.14 | 0.017 3.81 1979 | 1995 [NCBP/BEST| 1
57 Abbotts Creek NC BG R M 19 | 0.07 0.28 | 0.002 | -6.89 | 1981 | 1996 | NLFWA 7
58 Root River Wi CcC R L 7 0.03 0.06 | 0.001 | 13.39 | 1981 | 1991 | WIiDNR 1
59 Wisconsin River Wi w R U 17 | 031 047 | 0393 | -0.89 | 1981 | 1994 | WIiDNR 7
60 Wisconsin River Wi NP R U 9 045 059 | 0659 | -0.61 | 1981 | 1996 | WIiDNR 7
61 Des moines River 1A cC R L 12 0.11 0.24 | 0.021 | -6.80 1984 | 1995 | DMRWQN 7
62 Des moines River 1A cC R L 11 | 0.15 0.25 | 0.000 | -11.83 | 1985 | 1995 | DMRWOQN 7
63 Saylorville Reservoir 1A cC L L 11 | 0.08 0.34 | 0.167 | -8.96 | 1985 | 1995 | DMRWQN 7
64 Kankakee River IN cC R L 7 0.12 0.17 | 0.127 2.44 1988 | 2004 INDEM 8
65 Kankakee River IN cC R L 7 0.15 0.16 | 0.520 1.32 1988 | 2004 INDEM 8
66 Lake Superior MN CSs L L 34 | 022 038 | 079 | 034 1983 | 2001 MnPCA 7
67 Wabash River IN CC R L 10 | 021 0.31 | 0.227 | -3.24 | 1989 | 2004 INDEM 8
68 Black River SC LMB R U 17 130 256 | 0.014 | -8.02 | 1993 | 2004 | ScDHEC 7
69 Combahee River SC B R U 18 | 0.51 2 0.781 1.14 1993 | 2004 | ScDHEC 7




Site Site name State | Species® ti::)t:b Tl_rg\r/):I'CC n Me;'i%\ rg“g/ gl\)/lax p-value Eﬁ;ﬁg ii%'rn Eenati Source* -I;;/Ss:ee
69 Combahee River SC LMB R U 26 | 0.87 1.90 | 0.274 | 452 1993 | 2004 | ScDHEC 7
70 Edisto River SC LMB R U 17 | 065 163 | 0.109 | -7.02 | 1993 | 2003 | ScDHEC 7
71 Edisto River SC LMB R U 20 1.02 175 | 0.794 | -0.73 | 1993 | 2003 | ScDHEC 7
72 Great Pee Dee SC B R U 16 | 0.84 2.20 | 0.166 5.89 1993 | 2003 | ScDHEC 7
72 Great Pee Dee SC LMB R U 19 | 054 240 | 0.573 2.36 1993 | 2004 | ScDHEC 7
73 Great Pee Dee SC LMB R U 19 | 083 1.67 | 0.020 | -5.57 | 1993 | 2004 | ScDHEC 7
73 Great Pee Dee SC RS R M 25 | <0.25 0.94 | 0.090 8.85 1993 | 2004 | ScDHEC 7
74 Langley Pond SC LMB L U 41 111 164 | 0.885 | -0.29 | 1993 | 2004 | ScDHEC 7
75 Pocotaligo River SC B R U 17 139 227 | 0.801 | -0.49 | 1993 | 2003 | ScDHEC 7
75 Pocotaligo River SC LMB R U 12 156 2.04 | 0.841 1.10 1993 | 2004 | ScDHEC 7
76 Santee River SC LMB R U 18 | 052 1.00 | 0.383 | -3.42 | 1993 | 2004 | ScDHEC 7
77 Santee River SC B R U 18 | 052 160 | 0.736 | -2.29 | 1993 | 2004 | ScDHEC 7
77 Santee River SC LMB R U 17 035 1.70 | 0.038 | 11.05 1993 | 2004 | ScDHEC 7
78 Waccamaw River SC LMB R U 8 129 194 | 0.046 | -6.78 1993 | 2003 | ScDHEC 7
79 Waccamaw River SC LMB R U 17 149 230 | 0.219 | -2.37 | 1993 | 2004 | ScDHEC 7
80 Waccamaw River SC BG R M 16 029 044 | 0111 | -2.36 1993 | 2004 | ScDHEC 7
80 Waccamaw River SC LMB R U 24 | 076 145 | 0719 | 0.64 1993 | 2004 | ScDHEC 7
80 Waccamaw River SC RS R M 24 | 030 0.85 | 0563 | -1.53 | 1993 | 2004 | ScDHEC 7
81 Bogue Chitto LA LMB R U 12 | 0.68 1.03 | 0.556 1.97 1994 | 2004 LaDEQ 8
82 Congaree River SC LMB R U 18 | <0.25 0.81 | 0.088 | -13.29 | 1994 | 2004 | ScDHEC 7
83 Cooper River SC B R U 21 | 0.34 1.35 | 0.834 1.19 1994 | 2004 | ScDHEC 7
83 Cooper River SC LMB R U 29 | <025 0.89 | 0536 | -5.12 | 1994 | 2004 | ScDHEC 7
84 East Fork Cooper River SC B R U 30 045 110 | 0.816 | -0.80 | 1994 | 2004 | ScDHEC 7
84 East Fork Cooper River SC LMB R U 27 039 216 | 0.992 | -0.04 | 1994 | 2004 | ScDHEC 7
85 Lake Marion SC LMB L u 26 | <025 041 | 0.033 | 17.03 | 1994 | 2004 | ScDHEC 7
86 Mermentau River LA LMB R U 7 049 0.64 | 0.004 6.49 1994 | 2004 LaDEQ 8
87 Savannah River SC LMB R U 21 | 0.38 258 | 0.759 | -2.12 | 1994 | 2004 | ScDHEC 7
88 Savannah River SC LMB R U 15 | 043 0.76 | 0.227 | -3.72 | 1994 | 2004 | ScDHEC 7
89 Savannah River SC B R U 21 | 056 1.70 | 0.264 5.96 1994 | 2004 | ScDHEC 7
89 Savannah River SC LMB R U 20 | 0.26 0.76 | 0.067 | -5.06 | 1994 | 2004 | ScDHEC 7
90 Maquoketa River 1A CC R L 7 0.07 0.22 | 0.470 | -4.77 | 1995 | 2005 laDNR 1

8 BMBU = Bigmouth Buffalo, BL = Bloater, BG = Bluegill, B = Bowfin, BB= Brown Bullhead, CCF = Channel Catfish, CS = Chinook Salmon, CC = Common Carp, GS
= Gizzard Shad, G = Goldfish, GE = Goldeye, LT = Lake Trout, LMB = Largemouth Bass, LSS = Largescale Sucker, LNS = Longnose Sucker, NP = Northern Pike, RS =
Redear Sunfish, RB = Rock Bass, S= Sauger, SMBU = Smallmouth Buffalo, SS = Spotted Sucker, W = Walleye, WB = White Bass, WCF = White Catfish, WS = White
Sucker, YP = Yellow Perch; °R = river, | = impoundment, L = lake; ® L = lower, M = middle, U = upper;  NCBP = National Contaminant Biomonitoring Program, BEST =
Biomonitoring of Environmental Status and Trends, WiDNR = Wisconsin Department of Natural Resources, NLFWA = National Listing of Fish and Wildlife Advisories,
INDEM = Indiana Department of Environmental Monitoring, DMRWQN = Des Moines River Water Quality Network, MnPCA = Minnesota Pollution Control Agency,
ScDHEC = South Carolina Department of Health and Environmental Conservation, LaDEQ = Louisiana Department of Environmental Quality, laDNR = lowa Department
of Natural Resources; ® 1 = whole, 7 = skin-on fillet, 8 = skin-off fillet




Supplemental Table B Watershed size and 1992 National land cover data for 90 trend sites.

. . Watershed Land use (percent)®
Site Site name State (sq km) [Natural Wetlan((l'.:i) Ag )Urban
1 Apalachicola River, ] Woodruff Dam FL 44,421 65 6.5 | 25.0 32
2 Arkansas River AR 393,219 67 0.6 | 30.8 1.2
3 Chena River AK - - - - -
4 Columbia River, Cascade Locks OR/WA | 578,663 71 04 | 104 0.5
5 Connecticut River, Windsor locks CT 25,184 81 4.5 9.1 3.8
6 Delaware River NJ/PA 17,702 76 26 | 17.0 4.1
7 Hudson River NY 30,803 74 2.4 | 18.3 4.8
8 Illinois River IL 47,264 13 2.1 | 784 6.6
9 Klamath River CA 19,388 86 4.4 9.2 0.3
10 Lake Erie PA - - - - -
11 Lake Huron MI -- - - - -
12 Lake Ontario NY - - - - -
13 Lake Superior WI -- -- -- -- --
14 Missouri River, Garrison Dam ND 454,757 75 0.6 | 19.6 0.2
15 Red River of the North MN/ND 19,208 93 49 1.3 0.3
16 Penobscot River ME 83,023 13 95 | 724 0.7
17 Rio Grande TX 457,884 50 0.1 0.9 0.3
18 Sacremento River CA 49,232 85 0.8 | 13.3 09
19 Salmon River ID 31,005 98 0.6 1.5 0.1
20 Snake River ID/WA | 210,030 89 0.7 9.9 0.3
21 Utah Lake uT 5,235 89 0.8 7.8 2.8
22 White River AR 59,642 67 1.6 | 30.5 0.9
23 Yakima River WA 9,453 88 0.1 9.9 1.8
24 Verdigris River, Bartlesville Reservoir OK 11,064 56 2.0 | 41.6 0.8
25 Columbia River WA 258,041 52 0.2 7.0 0.6
26 Cumberland River ™ 36,858 76 0.5 | 20.7 2.4
27 Colorado River, Imperial Reservoir | AZ/CA | 428,944 98 0.2 1.7 0.3
28 James River SD 46,429 16 3.3 | 80.2 0.4
29 Kennebec River ME 10,540 94 3.0 2.8 0.5
30 Lake Michigan WI -- -- - -- --
31 Colorado River, Lake Powell AZ 275,685 97 0.2 2.3 0.2
32 Mississippi River IA/WI 198,095 35 114 | 51.8 1.7
33 Missouri River NE/IA 946,557 67 1.3 | 294 0.4
34 | North Platte River, Lake McConaughy NE 72,404 89 1.4 9.3 0.4
35 Nueces River X 42,632 83 0.2 | 16.1 0.5
36 Red River, Lake Texoma OK/TX 81,877 54 0.2 | 44.7 0.8
37 Rogue River, Goldray Dam OR 5,304 89 0.3 9.5 1.4
38 Wisconsin River WI 27,853 50 | 10.2 | 38.6 1.2
39 Yazoo River MS 29,917 36 8.0 | 54.6 0.9
40 Green River UuT 65,020 96 0.9 2.6 0.3
41 Mississippi River MN 27,117 51 | 259 | 214 1.2
42 Ohio River IL/KY 522,299 57 1.2 | 39.1 2.9
43 Ohio River OH/KY | 188,418 67 0.6 | 29.1 33
44 Raritan River NJ 2,023 45 5.0 | 36.1 13.5
45 Rio Grande CO 4,240 95 0.2 4.2 0.3
46 St. Lawrence River NY 5,372 70 83 | 212 0.9
47 Susquehanna River, Conowingo Dam MD 70,632 68 0.5 | 28.9 3.0
48 Wabash River IN/IL 75,880 17 1.7 | 78.1 2.8
49 Des moines River 1A 35,955 12 24 | 829 2.8
50 Cooper River, Lake Moultrie SC 38,262 72 3.1 | 18.9 6.2
51 Rock River WI 5,798 13 6.1 | 78.5 2.4
52 Columbia River WA 190,067 50 0.2 3.7 04
53 Willamette River OR 25,724 71 0.3 | 264 2.5
54 Tennessee River TN 85,098 74 1.0 | 22.0 2.6




. . Watershed Land use (percent)”

Site Site name State (sq km) [Natural Wetland Ag Urban
55 Mississippi River WI 114,706 28 13.8 | 56.1 2.2
56 Canadian River, Eufaula Reservoir OK 121,893 77 02 | 21.8 0.9
57 Abbotts Creek NC 456 52 1.1 | 26.5 | 20.7
58 Root River WI 514 13 1.3 | 66.9 | 18.8
59 Wisconsin River WI 16,142 55 | 13.7 | 305 1.2
60 Wisconsin River WI 3,336 67 | 264 | 5.7 0.5
61 Des moines River IA 31,587 9 2.1 | 85.6 2.8
62 Des moines River 1A 14,931 7 1.8 | 89.2 2.2
63 Saylorville Reservoir 1A 14,870 7 1.8 | 89.3 2.2
64 Kankakee River IN 899 15 32 | 79.6 2.0
65 Kankakee River IN 4,905 15 32 | 80.3 1.9
66 Lake Superior MN -- -- -- -- --
67 Wabash River IN 75,750 17 1.7 | 78.2 2.8
68 Black River SC 3,971 38 | 18.9 | 40.5 2.4
69 Combahee River SC 2,836 43 | 229 | 33.1 0.8
70 Edisto River SC 4,801 55 124 | 31.2 1.4
71 Edisto River SC 7,018 51 152 | 32.2 1.6
72 Great Pee Dee SC 36,334 54 10.7 | 30.8 4.0
73 Great Pee Dee SC 28,042 60 69 | 28.7 4.7
74 Langley Pond SC 231 79 1.1 | 10.6 9.1
75 Pocotaligo River SC 1,058 35 | 169 | 41.7 6.1
76 Santee River SC 38,847 71 3.7 | 189 6.3
77 Santee River SC 38,372 71 34 | 18.9 6.3
78 Waccamaw River SC 3,260 47 30.2 | 22.1 0.8
79 Waccamaw River SC 3,120 48 28.8 | 22.6 0.8
80 Waccamaw River SC 4,057 46 30.7 | 21.6 1.7
81 Bogue Chitto LA 3,066 60 4.0 | 345 1.4
82 Congaree River SC 22,072 73 2.0 | 19.6 5.7
83 Cooper River SC 38,274 72 3.1 | 189 6.2
84 East Fork Cooper River SC 357 76 | 214 | 2.7 0.1
85 Lake Marion SC 38,007 72 3.1 19.0 6.3
86 Mermentau River LA 3,615 23 99 | 64.7 2.4
87 Savannah River SC 25,493 74 44 | 18.6 2.7
88 Savannah River SC 21,490 78 2.1 16.7 3.0
89 Savannah River SC 19,961 79 1.1 | 16.8 3.1
90 Magquoketa River 1A 4,114 17 0.6 | 80.5 2.3

sq km = square kilometers, -- =not determined, Ag = agricultural, Natural = natural vegetation — wetland

(forest + shrub + grassland + barren + open water) , * Land use data only available for conterminous U.S.
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