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Abstract

Land-use regression (LUR) models have been developed to estimate spatial distributions of
traffic-related pollutants. Several studies have examined spatial autocorrelation among residuals in
LUR models, but few utilized spatial residual information in model prediction, or examined the
impact of modeling methods, monitoring site selection, or traffic data quality on LUR
performance. This study aims to improve spatial models for traffic-related pollutants using
generalized additive models (GAM) combined with cokriging of spatial residuals. Specifically, we
developed spatial models for nitrogen dioxide (NO,) and nitrogen oxides (NOy) concentrations in
Southern California separately for two seasons (summer and winter) based on over 240 sampling
locations. Pollutant concentrations were disaggregated into three components: local means, spatial
residuals, and normal random residuals. Local means were modeled by GAM. Spatial residuals
were cokriged with global residuals at nearby sampling locations that were spatially auto-
correlated. We compared this two-stage approach with four commonly-used spatial models:
universal kriging, multiple linear LUR and GAM with and without a spatial smoothing term.
Leave-one-out cross validation was conducted for model validation and comparison purposes. The
results show that our GAM plus cokriging models predicted summer and winter NO2 and NOy
concentration surfaces well, with cross validation /2 values ranging from 0.88 to 0.92. While local
covariates accounted for partial variance of the measured NO, and NO, concentrations, spatial
autocorrelation accounted for about 20% of the variance. Our spatial GAM model improved A2
considerably compared to the other four approaches. Conclusively, our two-stage model captured
summer and winter differences in NO, and NO, spatial distributions in Southern California well.
When sampling location selection cannot be optimized for the intended model and fewer
covariates are available as predictors for the model, the two-stage model is more robust compared
to multiple linear regression models.
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1. Introduction

An increasing body of literature links exposure to traffic-related air pollutants to mortality
and morbidity (Aguilera et al., 2008;Bassok et al., 2010; Iniguez et al., 2009). Air pollutant
concentrations are influenced by both local sources (e.g., traffic exhaust and industrial
emissions) and regional/background pollutant contributions from atmospheric transport and
chemistry. Developing adequate models for traffic exposures is essential for health effects
studies.

Kriging has been used widely to model spatial dependence of air pollutant concentrations
(Beelen et al., 2009). Traditional kriging estimates pollutant concentrations at un-sampled
locations as the combination of mean predictions from the nearby samples or polynomial
trend models of spatial coordinates with smoothing of the residuals (Johnston et al., 2003).
An increasing number of studies recently have developed land-use regression (LUR) models
to estimate local variability in air pollutant concentrations. These models estimated local
pollutant concentrations using spatially-resolved variables reflecting emission intensity,
proximity to sources, and atmospheric dispersion (Hart et al., 2009; Hoek et al., 2008).
Unlike kriging that takes into account spatial autocorrelation of residuals, most of the
previous LUR models assumed independence of residuals. Many kriging and LUR models
have performed moderately well as assessed by r-square (/A2) values, ranging from 0.52 to
0.76 (Hart et al., 2009).

In terms of sampling approach for spatial model development, some studies employed a
location-allocation algorithm for locating monitoring sites (Su et al., 2009a, 2009b). This
approach, in combination with development of a distance decay regression selection
strategy, resulted in a much improved LUR model performance [R2 of 0.88 for nitrogen
dioxide (NO,) and 0.91 for nitrogen oxides (NOy) for models developed in Los Angeles,
California] (Su et al., 2009b). However, the location-allocation approach may be impractical
for many air pollution epidemiological studies due to logistical and funding constraints. The
Multi-Ethnic Study of Atherosclerosis and Air Pollution study arranged the majority of
monitors in clusters of six, with three on either side of a major road at distances of
approximately 50, 100, and 300 m from the road (Mercer et al., 2011). This approach
maximizes the variability of measured concentrations near roadways but may be insufficient
to capture spatial variability of concentrations across the entire study region.

Most existing LUR models were developed using multiple linear regression. Generalized
additive models (GAM) can capture both linear and non-linear relations between covariates
and air pollution concentrations, are semi-parametric and multiple-dimensional, and use
penalized splines (Hastie, 1990). GAM has previously been used to predict spatially-
resolved concentrations of fine particulate matter and NO, based on land-use, traffic,
satellite, and/or meteorological data in two studies, and both included spatial smoothing
terms of sampling site coordinates as predictor variables in the models (Hart et al., 2009; Liu
et al., 2009).

Although several studies reported moderate spatial autocorrelation in residuals (Hystad et
al., 2011; Liu et al., 2009; Su et al., 2009a), most previous LUR models did not take into
account spatial autocorrelation of residuals, which may moderately or substantially affect
the predicted values for regional pollution surfaces (Mercer et al., 2011; Paciorek, 2010).
Furthermore, most previous LUR models focused on annual average concentrations. An
exception is Mercer et al.’s recent study (2011) that predicted spatial variability of NOy in
three seasons using a two-stage model combining linear LUR with universal kriging
although their model performance was no better than that of most previous studies (A2 up to
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0.75). Some studies added temporal profiles using data from nearby continuous monitoring
stations (Aguilera et al., 2009;Brauer et al., 2010), but the assumption of stable spatial
variability over time may be invalid (Wu et al., 2011). The estimation of seasonally
changing exposures is important when examining health outcomes with shorter periods of
vulnerability (e.g. pregnancy outcomes). In addition, there may be considerable variability
between seasons for coefficient estimates, thus it may be inappropriate to combine seasonal
data to develop a single annual average model to account for spatial variability of pollutant
concentrations over seasons.

In this study, we combined GAM with cokriging of spatial residuals to estimate summer and
winter NO, and NOy pollution surfaces in Southern California, assuming that spatial
variations in concentrations are substantially influenced by both local variation due to
proximity to emission sources and by global variation due to atmospheric transport (Ainslie
et al., 2008;Beelen et al., 2009; Liu et al., 2009). Local means were predicted by GAM,
while spatial residuals from GAM were assumed to be second-order stationary (Gartan and
Guyon, 2010) and modeled through cokriging with global residuals (representing global
variations) at sampling locations nearby. We compared the GAM plus cokriging model with
four other methods: universal kriging, multiple linear LUR, and GAM with and without
spatial smoothing of coordinates. We also examined the impact of sampling location
selection and different types of predictor variables on the model performance.

2. Materials and methods

2.1. Study domain

The study domain covered Los Angeles and Orange counties in Southern California, with an
area of 160 x 161 km?2 and over 12 million residents in 2008. The urban core of the area
(Los Angeles-Long Beach-Santa Ana) had a population density of 2729 inhabitants per km?
and was the most densely-populated urbanized area in the United States (U.S. Census
Bureau, 2000). The region has been one of the most polluted places in the country
(American Lung Association, 2011). Port emissions, trucks, automobiles airports, and
industry contributed to local air pollution problems (Kunzli et al., 2003). The region
encompassed the nation’s largest marine port complex (American Association of Port
Authorities, 2010) and had six major commuter and truck transport freeways. It is also
bordered by mountain ranges and frequently experiences surface inversion with limited
vertical mixing (Lu and Turco, 1994). All of these factors contributed to high pollutant
concentrations in the region.

2.2. Measured NO, and NO, concentrations

2.2.1. Measurements collected by University of California, Los Angeles
(UCLA)—AII NOy and NOy samples (/= 201) were collected in Los Angeles County
using passive air samplers from Ogawa & Company USA, Inc. (Pompano Beach, FL) in two
continuous weeks in a late summer warm season (September 9-22, 2006) and a mid-winter
season (February 10-23, 2007). The sampling locations were selected using a location-
allocation algorithm that maximized the potential variability in measured concentrations and
the spatial distribution of the health study population (i.e., participants in the Los Angeles
Family and Neighborhood Study) (Su et al., 2009b). Each sampler was deployed for a 2-
week period (maximum variability was 72 h). There were a total of 181 valid measurements
in each season. Co-located samples were collected at 14 South Coast Air Management
District (SCAQMD) stations.

2.2.2. Measurements collected by University of California, Irvine (UCI)—AII
NO, and NO, samples were collected using the same Ogawa samplers as above in south Los
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Angeles County and Orange County in two alternate weeks in the summer (July 10-18 and
July 24-August 1) and the winter (November 13-21 and December 4-12) in 2009. The
sampling sites were residential outdoor locations of 45 pregnant women who enrolled in our
prospective Air Pollution and Birth Outcomes Study and 9 volunteers who were employees
or students at UCI. Co-located samples were collected at 11 SCAQMD stations. Each
sampler was deployed for a one-week period (maximum variability was 24 h). Overall, we
obtained valid measurements at 53 sites in the summer and 64 sites in the winter.

2.2.3. Government-based monitoring data from SCAQMD—Hourly NO, and NOy
measures were obtained from the SCAQMD monitoring network at 31 sites (including sites
collocated with passive samplers) in Southern California. The measurements were
conducted by federal designated automated chemiluminescence methods using active
instruments. To remove systematic bias between different types of instruments (passive vs.
active), we aggregated hourly active concentrations measures and regressed them against
integrated passive measurements at the collocated SCAQMD sites during the same sampling
periods. We then converted all passive measurements to concentrations based on the
chemiluminescence methods. The correlation coefficients between the passive and active
measurements were all above 0.9 (Supplemental Materials Table S1).

2.3. Spatial data and covariates

2.3.1. Roadway data—We obtained roadway data from the ESRI StreetMap™ North
America 9.3 (http://www.esri.com). This dataset included 2003 TeleAtlas® street polylines,
which — as we previously demonstrated — are more accurate than TIGER 2000-based streets
(Wu et al., 2005). We classified roadways into four categories based on the U.S. Census
Feature Class Code (U.S. Census Bureau, 1993): primary highways, typically interstates,
with limited access (Al); primary roads without limited access, non-interstate roads (A2);
smaller, secondary or connecting roads, usually with more than two lanes (A3); and local,
neighborhood and rural roads, usually with a single lane of traffic in each direction (A4). We
calculated the nearest distance from a sampling site to each roadway type and the total
roadway length within different buffer sizes around the sampling site.

2.3.2. Total traffic and truck volumes—We compiled a comprehensive traffic database
for freeways and major surface streets in the study region based on measurements and
estimated values. Hourly total traffic and truck counts on freeways and highways were
obtained from the California Department of Transportation (Caltrans) Performance
Measurement System (PeMS) (http://pems.dot.ca.gov/). The truck counts from the PeMS
algorithm were not measured but estimated from 5-min aggregated count and occupancy
data (Urban Crossroads, Inc., 2006). We averaged the total and truck traffic counts at the
PeMS monitoring sites for each of our sampling periods and assigned the point PeMS data
to adjacent roadway segments (<300 m) with matching street names, which were then
extended to contiguous road segments (within 15 km) with matching street names. For
surface streets without hourly measurements, we used Caltrans annual average daily traffic
(AADT) counts derived from a combination of tri-annual measurements and estimated
values. We calculated inverse distance-weighted vehicle and truck counts within different
buffer sizes around each sampling location (Wilhelm and Ritz, 2003).

2.3.3. Population density—We obtained block level population data from U.S. Census
2000 (U.S. Census Bureau, 2004). Population kernel density was calculated in ArcGIS
(version 9.3; ESRI, Redlands, CA) using a 5000 m search radius and a 30 m resolution.

2.3.4. Land-use type—We obtained the 2001 land-use data from the Southern California
Association of Government (SCAG) (Aerial Information Systems, 1996; Park and
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Stenstrom, 2008). The SCAG land-use data were first developed using 1990 aerial and
photographs and updated using computer interactive photo interpretation techniques and
digital orthophotography with 1 m resolution (Park and Stenstrom, 2008). We classified the
original 108 land-use types into four major categories: transportation; agriculture, open
space and vacant; industrial; and residential. We calculated the percentage of area for each
land-use category within different buffer sizes (50 m-15 km) around each sampling location.

2.3.5. Remote Sensing data—We obtained 30 m x 30 m ETM+data from Landsat’s
thematic mapper (http://landsat.gsfc.nasa.gov/) for 3-5 cloud-free days in each sampling
period. From the ETM+ data, we extracted land surface temperature (LST) and a normalized
difference vegetation index (NDVI) using Environment for Visualizing Images (ENVI)
software (ITT Visual Information Solutions, Boulder, CO). LST was calculated using the
transform equation between temperature and radiance (YCEO, 2010); NDVI was calculated
using a standard algorithm and the data near infrared band and red band (ENVI, 2011).

2.3.6. Atmospheric stability—We obtained Pasquill atmospheric stability classes every
3 h at approximately 40 km by 40 km spatial resolution from the National Oceanic and
Atmospheric Administration (NOAA) AIR Resources Laboratory archive of the Eta 4-D
Data Assimilation System (EDAS) (http://www.arl.noaa.gov/ready.html). We assigned the
atmospheric stability from the nearest modeling grid to each sampling site. We classified
stability classes E, F and G as stable, A, B, and C unstable, and D as neutral. The percentage
of time with stable air conditions was calculated for each sampling period.

2.4. Modeling approach

2.4.1. Selection of spatial covariates for prediction of local means—The decay
buffering and correlation analysis method (Su et al., 2009a) was used to select optimized
buffer between 50 m and 15 km for all spatial variables besides nearest distance to the
roadways and atmospheric stability. A variable was dropped from further analysis if the
absolute correlation coefficient with the measured concentrations was less than 0.3.

2.4.2. GAM: local mean modeling—The general equation for predicting air pollution
concentrations at the location, u was:

Yu=tu (X) +&ys (Z) +eupwithy, > 0 (1)

where 7y, is the estimated concentration at location u, 7z, is the estimate of local mean at u,
determined by spatial covariates, X, g, is the estimate of the spatial residual at u,
determined by spatial residuals of neighborhood samples around u, Zy Nb(u), and e, is a
random residual at ¢, with normal distribution, e,~M0,1), and ignored.

We used the GAM package in R statistical software (R version 2.11.1) to conduct the GAM
part (local mean modeling) of our model. Since both NO, and NO concentrations followed
a normal distribution in this study (-1 < skewness < 1, Supplemental Materials Fig. S1), no
log transform was required. The following is the GAM equation for local mean:

9 () =po+ Y fi(Z,df)+ D" ;2 withg (@) =0 ()
i=1

Jj=m+1

where g is the model intercept, x’ or x/ e x are local covariates, #(...) is the smooth
function consisting of series basis functions (representing the non-linear relationship), df is
degrees of freedom that controls the smooth degree of the curve fit, £ are the linear
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parameters used to construct the linear relationship between x/ and g (i, ), and nis the
number of covariates. For normally distribution, the link function is g{,) = . For log
transformed concentrations, we can remove the constraint in [2], g (i,) < 0. To avoid the
problem of over-fitting, we used small degrees of freedom (2-8) in our models. Smooth
terms of spatial location were not incorporated in the model because we considered spatial
variability in the second stage by cokriging spatial residuals.

We selected the covariates in three steps. To avoid multi-collinearity, we first divided the
covariates into two groups: one group of weakly correlated covariates with variance
inflation factors (VIFs) < 10 and independent groups of highly correlated covariates with
VIF = 10 (O’Brien, 2007). From each group of the highly correlated covariates we selected
one variable at a time and combined them with all the weakly correlated covariates to
construct a combination of covariates for the model. Then Akaike’s information criterion
(AIC) or R2 was used to further backward-select the variables in each combination: the
covariates with pvalues =0.1 were removed until £2 remained the same, improved, or
decreased least when all possible combinations of the remaining covariates were considered.
Finally, the covariate combination with the maximum A2 or minimum AIC was selected as
optimal inputs in the model.

2.4.3. Cokriging of spatial residuals to minimize error variance—Spatial residuals
from GAM were cokriged with global residuals at nearby sampling locations, assuming that
after removal of local means, the space domain is stable:

ny

Eus:z/lﬂ,-’g\us (Zy;) +Z/lgigg s (Zu) (3
i=1 i=1

where 3 e = [es]~MO0,V(0)), @is the vector of variogram parameters,Z = [Z,] is the set of
neighborhood samples around ¢, g=[&,,JN (0, V (6)), @ is the estimate of spatial residuals at
Z,, and is derived by subtracting the GAM-predicted local mean from the measured or
observed concentration at each sampling site, eqs(zy,) is the estimate of the global residual or
the total variation of the measured values on a regional scale, deriving by subtracting the
global mean concentration (average of measured concentrations at all sites) from the

measured concentration at each sampling site. 1, and 4, are the optimal weights generated
by maximum likelihood based on the estimates of 6.

Spatial residuals are influenced by both local variability (affected by local covariates) and
background/regional variability (affected by global trend). VVariogram was used to model the
spatial residuals and regional variability not captured by the GAM. Variogram reflects a
feature’s variability along a certain distance in a spatial field. According to the optimal
principle of unbiased estimation and minimal error variance of cokriging, error variance of
spatial residuals will decrease substantially if variogram of spatial and global residuals is
precisely captured (Goovaerts, 1997). We used theoretical variogram to fit the experimental
variogram of spatial and global residuals and the cross covariance between them. Two
parameters were used to describe the variogram: sill (the maximum value of the variogram
as the lag distance approaches infinity) and range (the distance where the difference of the
variogram from the sill becomes negligible). A longer range and a smaller sill indicate a
more continuous spatial surface. We examined the semi-variogram cloud, tested different
lag sizes and number of lags, and different variogram models to find the best reasonable fit
using ArcGIS’s Geostatistical Analyst.
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2.5. Model comparison

We compared our GAM plus cokriging model with four other methods: universal kriging,
multiple linear LUR, and GAM with and without spatial smoothing terms of coordinates.
Universal kriging estimates local means based on coordinates and incorporates spatial
residuals without use of supplemental information such as local covariate. The multiple
linear LUR assumes a linearly additive relationship between concentrations and spatial
covariates. GAM incorporates non-linear relationships (Hart et al., 2009; Liu et al., 2009).
We also examined the contribution of cokriging to model improvement by comparing the
GAM plus cokriging model with the GAM with and without spatial smoothing terms of
coordinates.

Since certain models may be more vulnerable to less-thanoptimal siting of monitors than
others, we compared the models using all the data and the UCLA data alone since the UCLA
sites were optimally sited through a location-allocation algorithm (no separate models were
built for the UCI data because of the small number of sites). We examined whether simple
models (e.g. multiple linear LUR) perform as well as more complex models (e.g. GAM plus
cokriging) in the context of an optimized monitoring protocol and which model(s) perform
better with more arbitrary placing of monitors due to study restrictions. In addition, we
compared our modeled annual average concentrations with those from previously published
LUR models based on the same UCLA data (Su et al., 2009b). Finally, we examined the
contribution of different types of variables on model performance, particularly the factors
that may not be easily available in other parts of the world such as traffic counts and
atmospheric stability.

2.6. Cross validation

3. Results

We used leave-one-out cross validation (LOOCV) for model evaluation. LOOCV uses a
single observation from the original sample as the validation data and the remaining
observations as the training data. This is repeated such that each observation in the sample is
used once as the validation data. We used four measures to compare the performance of the
models: A2, inter-quartile range (IQR) of prediction errors, the square root of the mean of
the squared prediction errors (RMSPE), and box plots of precision errors. A higher /2 value,
a smaller IQR and RMSPE, a mean and IQR close to 0, and a narrower confidence interval
(CI) were used to identify a better model.

3.1. Distance decay correlation analysis

Five types of covariates were selected for training the model: atmospheric stability, NDVI
and land surface temperature, distance-weighted vehicle and truck counts, three land-use
types, and roadway variables (nearest distance to roadways and road lengths) (see
Supplemental Materials Table S2 for Pearson’s correlations of all the covariates and their
optimal buffering distances).

The four models for summer and winter NO, and NOy each had different sets of predictors
(Table 1). NDVI had a moderate predictability in all models, explaining 9.5e25.4% of the
variances in measured concentrations. Atmospheric stability was a statistically significant
predictor for summer NO, and NOy (variance explained: 13.8-14.3%) but not for winter
concentrations. Residential land-use for summer NOy and winter NO, and NOy had
moderate predictive power (variance explained: 7.1e11.8%). Other land-use patterns
(transportation, and farm and open fields), length of local roads (A4) within 15 km, and
nearest distance to major freeways (A1) and local streets (A4) were included in different
models resulting in a range of variances explained. As expected, annual average daily traffic
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counts had less predictive power than the average daily traffic volume integrated over each
sampling period from hourly measurements on freeways and highways (R2: 0.35-0.40 vs.
0.59-0.78 for NOy; 0.35-0.41 vs. 0.52-0.74 for NOy).

3.2. Variogram modeling of spatial residuals

Global residuals had longer ranges (8969-17,105 m vs. 2199-3020 m) and higher sills
(15.7-25.6 ppb vs. 5.1-8.5 ppb for NO, and 269.5-320.0 ppb vs. 84.0-137.5 ppb for NOy)
than local spatial residuals, indicating a global spatial variability at a regional scale
(Supplemental Materials Table S3). Cross covariance between spatial and global residuals
was moderate. Variogram of global residuals in the summer had a shorter range (8969 m vs.
10,526 m for NO,; 10,861 m vs. 17,105 m for NOy) and higher sills (25.6 ppb vs. 15.7 ppb
for NO»; 320.0 ppb vs. 269.5 ppb for NOy) than those in the winter (Supplemental Materials
Fig. S2 and Table S3). Similarly, variogram of spatial residuals in the summer had a slightly
shorter range and slightly higher sills than those in the winter, indicating a higher spatial
heterogeneity in the summer than in the winter.

3.3. Comparison of different models

Among the five models, the GAM plus cokriging model had the highest cross validation /2
(0.88-0.92), 1QR closest to zero (—0.31-0.09 ppb), and the smallest RMSPE (1.67-7.83
ppb) (Table 2). For prediction errors, this model also had a narrower 95% CI, closer-to-zero
median, and fewer outliers (Fig. 1). The GAM plus cokriging model improved the cross
validation A2 for about 16.7—26.0% over GAM with spatial smoothing, 22.2-35.3% over
GAM without spatial smoothing, 33.8-58.6% over universal kriging, and 39.7-53.3% over
multiple linear LUR (with coordinates as additional predictors) (Supplemental Materials Fig.
S3). GAM with spatial smoothing outperformed GAM without spatial smoothing with 7.0—
21.0% higher A2 and smaller RMSPE. In addition, we found that incorporating the
coordinates moderately to substantially improved the performance of the linear LUR (Table
2), likely because the coordinates accounted for partial spatial variability not captured by
other variables included in the model. Besides seasonal predictions (Table 2), the GAM plus
cokriging model also had the best performance in comparison with the other four models
(Supplemental Materials Table S4) for annual average concentrations using all the
measurement data.

3.4. Prediction of summer and winter pollution surfaces

Noticeable differences were observed across season for the spatial patterns of pollution
surfaces (1 km x 1 km) predicted by the GAM plus cokriging model. For both NO, and
NOy, pollution surfaces were steeper in the summer and more continuous in the winter (Fig.
2). In addition, the concentrations were substantially lower in Orange County than Los
Angeles in the summer but not in the winter (Supplemental Materials Fig. S4). Despite the
heterogeneity of spatial distributions by season, we obtained high levels of agreement
between the predictive and measured values in the two sub-regions (Supplemental Materials
Fig. S4).

3.5. GAM plus cokriging model vs. multiple linear LUR (UCLA data only)

For seasonal predictions, the GAM plus cokriging model was slightly or moderately better
than multiple linear LUR with coordinates (0.88-0.94 vs. 0.79-0.83) (Supplemental
Materials Table S5). For annual average predictions, despite differences in the selection of
spatial covariates in our study and Su et al. (2009b) study, similar prediction performance
was observed between our GAM plus cokriging model, our multiple linear model, and Su et
al.”’s multiple linear model (R2: 0.92 vs. 0.87 vs. 0.87 for NO,; 0.91 vs. 0.87 vs. 0.92 for
NOy) (Supplemental Materials Table S5).
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4. Discussion

We developed two-stage models to estimate NO, and NOy concentrations in Southern
California. Our GAM plus cokriging model performed well in predicting summer and winter
concentrations (R2 = 0.88-0.92). This study adds to the literature on air pollution exposure
assessment in several ways: (1) it is one of the first studies to account for spatial residuals by
cokriging them with global residuals; (2) we compared the performance of the two-stage
model with four other commonly-used methods; (3) we demonstrated the importance of
developing models to capture substantial differences in spatial distributions of pollutants
between seasons (summer and winter), which is important for studies of short-term or sub-
chronic health effects; and (4) we examined the influence of sampling site selection and
different types of spatial covariates on model performance.

Cokriging spatial residuals with global residuals moderately to substantially improved the
predictions over the other four methods. Several previous LUR studies examined spatial
autocorrelation of residuals. Liu et al. (2009) observed residual spatial auto-correlation using
semi-variogram. Su et al. (2009b) and Hystad et al. (2011) tested spatial auto-correlation of
the residuals using Moran’s I. Paciorek (2010) summarized the general phenomenon of
spatial auto-correlation in residuals of regression models. However, most LUR models did
not utilize spatial residual information, with an exception of the study of Mercer et al.
(2011).Su et al. (2009a, 2009b) partially accounted for spatial autocorrelation by adding a
census tract cluster variable or using coordinates as predictors in the models. However, their
models did not directly incorporate spatial residuals and did not consider spatial variability
of global residuals, which could influence predicted concentrations with regional
contributions (e.g. NO and fine particulate matter). Traditional universal kriging models
residuals with variogram, but it relies on coordinates to predict local means and does not
incorporate potentially important covariates such as traffic, land-use, and meteorology.
Mercer et al. (2011) developed a two-stage model combining prediction of local means by
linear LUR with universal kriging of the residuals. Our two-stage models achieved higher
RZ than that reported by Mercer et al. (2011) (0.88-0.92 vs. 0.75) for both seasonal and
annual NOy predictions. The consideration of non-linearity and large-scale variability may
at least partially account for the better performance of our model.

Interestingly, the cross validation /2 for the GAM plus cokriging models were similar to the
multiple linear LUR results reported by Su et al. (2009b) using only UCLA data
(Supplemental Materials Table S5). The use of a location-allocation algorithm approach for
site selection might partially account for the good performance of the simple linear LUR.
However, it may be difficult to generalize the location-allocation sampling approach
because it requires intensive effort in data collection and sometimes may not be practical
(Mercer et al., 2011). For example, because of study constraints, the UCI study collected
samples at subjects’ homes with less-than-ideal placement of sampling sites for spatial
model development. Nevertheless, our two-stage model seems to have been able to
overcome some of the problems of hon-optimal sampling locations and achieved good
performance for the entire study region (A2: 0.88-0.92). The two-stage model may provide
better results than the other models when resources are limited or when investigators have to
rely on existing data or convenience and non-optimal sampling locations.

We found the spatial distribution of NO, and NOy being more continuous in winter than in
summer, similar to the study of Mercer et al. (2011). In this region the atmosphere is less
stable in the summer than in the winter, which leads to more rapid disperse of pollutants in
the summer and consequently faster decrease in concentrations within a short distance of
sources. Our results are also consistent with previous studies that showed narrower impact
zones (e.g., 300 m downwind) of primary traffic emissions in the daytime with good mixing
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(Zhu et al., 2002) and a wider impact zone (e.g., as far as 2600 m) before sunrise with stable
atmosphere (Hu et al., 2009). The NO2/NOy ratios predicted by our models were expected:
lower ratios near roadway sources and higher ratios in areas with high ozone concentrations
(Supplemental Materials Fig. S5).

Variables that may not be readily available in other regions (e.g. total traffic counts, truck
counts, NDVI, and LST) individually increased /2 by about 6-16% in multiple linear LUR
and 1-7% in the two-stage models (Supplemental Materials Table S6, S7 and S8). These
covariates did not contribute substantially to the performance of GAM plus cokriging model
(Table S8), partly because the two-stage model incorporated spatial autocorrelation of
residuals that accounted for a significant portion of variance explained (>22%). Accounting
for the spatial autocorrelation of residuals somewhat compensates for the loss in prediction
power due to missing covariates. This has significant implications because in many locations
around the world, researchers may not have access to the variables we employed. Our results
suggest that one can probably still develop reliable spatial models for NO, and NOy as long
as sufficient sampling data and some limited covariate data are available. Although
incorporating the influence of residuals may mask the importance of certain prediction
variables not accounted for in the models, it is a practical approach for improving exposure
assessment in epidemiologic studies when data on important prediction variables are not
available (Mercer et al., 2011).

When possible, we used spatial variables specific to each sampling period. Likely due to
data limitations, few previous investigators included hourly vehicle and truck count data in
their models. We found the variables “vehicle and truck counts on free-ways and highways’
based on hourly averages to be stronger predictors than ‘annual average daily traffic counts’
(r: 0.52-0.78 vs. 0.35-0.41). Estimated hourly truck counts had similar correlation with
pollutant concentrations as hourly vehicle counts (r: 0.60-0.68 vs. 0.59-0.65). NDVI and
LST were found to be good predictors for local means of pollutant concentrations. LST may
reflect population density and emission sources (e.g. traffic exhaust) while NDVI may
reflect less urbanized areas with fewer emission sources.

Atmospheric stability in the summer explained 16.3% and 17.2% of variation in NO, and
NOy concentrations, respectively, but had less predictive ability in the winter. Only a few
previous studies explored the usefulness of these data for predicting exposure to traffic-
related air pollutants (Kwon et al., 2006). We acknowledge that there may be substantial
uncertainties in the atmospheric stability data since they were derived from model outputs
rather than upper air measurements. In addition, there were less differences in the stability
class estimates for the limited number of EDAS modeling grids (V= 12) in our study area in
the winter than in the summer, which partially explained the poor predictive power of
stability class in the winter.

This study has several limitations. First, the measured concentrations were derived from
slightly different approaches (i.e. two alternate one-week measurements at UCI and two-
week measurements at UCLA in two seasons) and from different years (2006, 2007 and
2009). To minimize potential bias from different monitoring period lengths, we used
SCAQMD measurement data as the benchmark and standardized the UCLA and UCI
measurements to SCAQMD values. Second, the 2001 SCAG land-use data may be
associated with uncertainty and errors. Park and Stenstrom (2008) reported that the SCAG
data may contain varying degrees of mixed land-use information and thus may not be as
precise as the high resolution Landsat data. However, in this study we only used four land-
use categories (i.e. transportation; agriculture, open space and vacant; industrial; and
residential) and the buffer size of the land-use covariates in the final models ranged from 2
km to 15 km. We expected that the uncertainty of the SCAG land-use data had limited
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effects on the covariates of area ratios for different land-use types within the relatively large
area. Third, although measures were taken to minimize over-fitting (e.g. restricting the
degrees of freedom for each covariate to 2-8 in GAM and no use of the coordinates of the
sampling sites in GAM), our two-stage model may still potentially over-fit the data. Finally,
we modeled summer and winter seasons separately rather than systematically integrating
temporal and spatial variability in the models using more advanced techniques such as those
used in Szpiro et al. (2010). This is partly because of the limited number of monitoring sites
with long-term NO, and NO, measurements in our study region. More importantly, we
focused on temporal variability over longer periods (e.g. season and trimesters during
pregnancy), thus the more comprehensive spatial-temporal modeling with a higher temporal
resolution is beyond the scope of the current paper.

5. Conclusion

We developed a two-stage model that combined GAM with cokriging of spatial residuals to
estimate spatial variability of NO, and NOy in summer and winter seasons in Southern
California. Our models generated reasonably accurate predictions for NO, and NOy
pollution surfaces and captured summer and winter differences in NO, and NOy spatial
distributions. Compared to multiple linear regression models, the two-stage model was more
robust in predicting concentration measurements when sampling locations may have been
selected in a less-than-optimal manner and when fewer spatial covariates were available as
predictors for the model.

Supplementary Material

Refer to Web version on PubMed Central for supplementary material.
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