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Abstract

A multi-analytical geochemical investigation of Pb-contaminated collocated road dust and soils, 

at two size fractions, was performed in Fishtown, Philadelphia, PA, USA. The combinations 

of methods employed in this case study were chosen to better characterize the contamination, 

enhance identification of pollution sources, improve understanding of the impact of former Pb 

smelters, and to study the relationships between two media and between two size fractions. High 

concentrations of Cu and Sn were observed in both bulk and finer road dust, whereas large 

concentrations of Zn and Pb were found in both bulk and finer soil samples, implying pollution. 

There were no obvious associations between Pb soil concentrations and former smelter locations. 

Therefore, the primary source of the high mean Pb content in bulk (595 ppm) and fine soils (687 

ppm) was likely legacy lead paint and/or leaded-gasoline products. Using electron microscopy, 

we found that Pb particles were mainly 0.1–10 μm in diameter and were ubiquitous in both soil 

and dust samples. Two-way analysis of variance tests revealed that, for most chemical elements 

explored here, there were statistically significant differences in concentrations based on media and 

size fractions, with finer sizes being more polluted than bulk. The mineralogical composition and 

the sources of several pollutant elements (Cr, Cu, Zn, Pb), however, were similar for both soil and 

dust, pointing to material exchange between the two media. We suggest that future investigations 

of collocated road dust and soils in urban environments use the methodologies applied in this 

study to obtain detailed insights into sources of roadside pollution and the relationships between 

neighboring media.
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Introduction

Contamination of urban environments is of mounting concern due to growing populations 

and increased urbanization (United Nations, 2014). The consequences of intensifying soil 

and air pollution as a byproduct of expanding cities and peri-urban spaces need to be fully 

explored (Alves et al., 2020; Kong et al., 2011; Lim et al., 2012). This pollution represents 

a potential human health hazard (e.g., Adimalla, 2020; Alves et al., 2020; Ferreira-Baptista 

and De Miguel, 2005). Environmental media, such as urban road dust and soils, can be used 

to better assess the impacts on health caused by the pollution (e.g., Acosta et al., 2015; 

Christofordidis and Stamatis, 2009; Ordonez et al., 2003; Padoan et al., 2017).

Urban road dust is defined as particles that collect on impervious outdoor surfaces, such 

as roadways or parking lots (e.g., Liu et al., 2014). These particles consist of a wide array 

of materials of anthropogenic or natural origin (Pant and Harrison, 2013; Shi et al., 2011; 

Teran et al., 2020; Thorpe and Harrison, 2008) and include dust from local soils, industrial 

activities, and both exhaust and non-exhaust traffic emissions (Pant and Harrison, 2013; 

Thorpe and Harrison, 2008; Varrica et al., 2003). Road dust and soil particles that are 

small enough can be re-suspended by vehicles’ movement and wind, potentially contributing 

to particulate air pollution (Amato et al., 2009; Laidlaw et al., 2012). As a result of its 

interactions with local soil and atmosphere, road dust is both source and sink for pollutants 

(Biasioli et al., 2006; Christoforidis and Stamatis, 2009). Consequently, soils and road dust 

have been studied to determine contamination in the urban environment (e.g., Bavec et al., 

2014; Dietrich et al., 2019; Filippelli et al., 2015; Filippelli et al., 2020; Gaberšek and 

Gosar, 2018; Gaberšek et al., 2020; Gaberšek and Gosar, 2021; Laidlaw and Filippelli, 2008; 

Laidlaw et al., 2017; Padoan et al., 2017).

Previous assessments of road dust and soils were typically focused on bulk elemental 

concentrations (e.g., Apeagyei et al., 2011; Lanzerstorfer, 2020; Wei and Yang, 2010) 

and less frequently included descriptions of mineralogical composition or particle size 

distributions, organic content, and/or particle morphology (e.g., Dietrich et al., 2018; 

Gaberšek and Gosar, 2021; Gunawardana et al., 2012; Legalley and Krekeler, 2013; O’Shea 

et al., 2020; Padoan et al., 2017). Some previous inquiries examined both road dust and 

soils, (e.g., Acosta et al., 2015; Kelepertzis et al., 2020; Kelepertzis et al., 2021; Ordonez et 

al., 2003) but few performed collocated sampling (e.g., Christofordidis and Stamatis, 2009; 

Padoan et al., 2017).

Humans are primarily exposed to pollutants in road dust and soils through ingestion, 

inhalation, and epidermal contact (Ferreira-Baptista and De Miguel, 2005). For most road

dust and soil particles, ingestion is the primary exposure pathway (Ruby and Lowney, 2012; 

Siciliano et al., 2009). The dangers of contaminated soil or road-dust ingestion have been 

documented by previous investigations (e.g., Agency for Toxic Substances and Disease 
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Registry (ATSDR), 2019; Calabrese et al., 1997; Davis and Mirick, 2006; Elom et al., 2014; 

Okorie et al., 2012; Stanek et al., 1997; Stanek et al., 2012).

Philadelphia, PA, was chosen as the field location for the current study. The climate in 

Philadelphia is typical for the Northeastern United States, having a mean annual temperature 

of 12.25 °C, an average annual precipitation >100 cm, with a dominant SW wind (NOAA, 

2019). These factors and the local geological formations, traffic activity, land use, industrial 

activity, commercial activity, and roadway materials were inferred to have influenced the 

composition and transport of road dust and soils (e.g., O’Shea et al., 2020). A prominent 

local geological unit, exposed in numerous places across the city, is the Wissahickon 

Formation, consisting largely of Wissahickon schist of which the principal minerals are 

quartz, mica, and plagioclase (Weiss, 1949).

Philadelphia, founded in 1682, is known for its long history of shipping and industry. 

Former sources of industrial pollution (e.g., Cr, Hg, Pb) in Philadelphia include chemical 

processing, tanning, metalworking, and textile production (e.g., Scranton, 1989). In addition, 

Pb smelting was a major industry, primarily from the late 19th century through the mid 

20th century. At one point, Philadelphia had 36 active Pb smelters (Lusby et al., 2015; 

Ruderman et al., 2017a), and thus, Pb pollution is a major concern. Exposure to Pb has 

well-documented human health impacts: it can result in the development of neurobehavioral 

disorders and reduced cognitive abilities, with toxicity affecting most internal organs 

(Council on Environmental Health, 2016; Lanphear et al., 2005; Latimer et al., 2016; 

Tong et al., 2000). Children are at the highest risk for ingesting Pb-contaminated soils and 

road dust due to their high rates of hand-to-mouth contact compared with adults and for 

physiological reasons (e.g., Council on Environmental Health, 2016; Ko et al., 2007; United 

States Environmental Protection Agency [USEPA], 2001).

The River Wards in Northeastern Philadelphia, including our study area, Fishtown, are home 

to many former Pb smelters. A previous study in Philadelphia found that concentrations of 

Pb in soils were higher near former Pb smelters compared with residential sites (Lusby et 

al., 2015). However, the authors also noted that Pb contamination is likely widespread and 

not limited to areas near former smelters (Lusby et al., 2015). Other primary sources of 

Pb include legacy Pb paint, which has been identified as a major source of Pb poisoning 

across the globe (e.g., (e.g., Gieré et al., 2020; Laidlaw and Taylor, 2011; Lusby et 

al., 2015; O’Shea et al., 2021; Turner et al., 2016; Turner and Sogo, 2012; Turner and 

Solman, 2016). A study of national blood Pb level (BLL) data in the U.S. noted that dust 

in and near homes from Pb paint was a good predictor of BLLs in children (Lanphear 

et al., 1998). Furthermore, an investigation using French data found that most children 

with elevated BLLs resided in homes with Pb paint (Pichery et al., 2011). Another key 

source of Pb pollution is leaded-gasoline (e.g., Filippelli et al., 2020; Lusby et al., 2015; 

Shotyk et al., 2002; Weiss et al., 1999). Previous research found that the ban of leaded 

gasoline led to a dramatic decrease of Pb concentrations in road dust ten years following 

its prohibition (MacKinnon et al., 2011). However, this was not the case for soils or 

vegetation, demonstrating that Pb is persistent in the environment (MacKinnon et al., 2011). 

Additionally, resuspension of soil and dust is often associated with seasonally elevated BLLs 

(e.g., Filippelli et al., 2005; Laidlaw and Filippelli, 2008; Laidlaw et al., 2012; Filippelli 
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et al., 2020). Indeed, Pb concentrations in soils and children’s BLLs are intimately linked 

(Mielke et al., 2019).

The primary goal of the present study was to examine the level of pollution in road dust 

and soils at collocated sites. We investigated two different size fractions of these media to 

assess elemental distributions and to specifically better understand the distribution of Pb 

near historic sources. We used a multi-analytical approach that provides a framework for 

future investigations to better assess pollution sources and relationships between collocated 

media.

Methods

Road-dust and soil samples were collected in October 2017. All sampling took place before 

the first snowfall to avoid the presence of winterizing agents.

Road-dust sampling

Twenty sites within the Fishtown neighborhood of Philadelphia were selected for sampling 

(Figure 1). Some sites were chosen because of their proximity to former smelting locations. 

The remaining sites were semi-randomly selected in a grid pattern, provided that they were 

adjacent to publicly accessible soil patches. We focused on streets in residential areas; 

highways were not sampled. Road dust was collected according to the methods described in 

O’Shea et al. (2020).

Soil sampling

Collocated soil samples were obtained within 2 m of the sites where road dust was collected. 

Public spaces were targeted for this assessment due to the ease of access and their proximity 

to the streets. At each site, five random subsamples within one square meter were removed 

from the top 5 cm of soil using disposable plastic spoons (e.g., Acosta et al., 2015; Padoan 

et al., 2017). The five subsamples were combined into a single sample, which was then 

homogenized in a polyethylene bag by vigorous shaking for five minutes (e.g., Padoan et al., 

2017; Wei et al., 2010). A new spoon was used at each site.

Analytical methods

All road-dust and soil samples were dried in an oven at 100°C for five hours prior to analysis 

(Faiz et al., 2009; Wei et al., 2014). After drying, each dust and soil sample was dry sieved 

using an 841-μm (No. 20 mesh) stainless-steel hand-held sieve (O’Shea, et al., 2020). Below, 

the size fraction passing through this sieve is referred to as bulk dust (BD) or bulk soil 

(BS). The sample weights for BD ranged from 23–222 g, whereas the BS weight range was 

32–156 g. Sufficient BD and BS were set aside for subsequent analysis by X-ray powder 

diffraction (XRD), inductively coupled plasma-optical emission spectrometry (ICP-OES), 

scanning electron microscopy (SEM), transmission electron microscopy (TEM), and for the 

determination of loss on ignition (LOI). The remaining portion of each sample was sieved 

to <125 μm utilizing a stainless-steel hand-held sieve (No. 120 mesh) to produce a more 

health-relevant size fraction. This finer fraction is referred to as fine dust (FD) or fine soil 
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(FS). Note that, as a result of the sample-preparation procedure, BD and BS also contain the 

size fraction <125 μm.

In this study, laser diffraction was only performed on ashed FD and FS samples. Ashing was 

executed to remove organic matter that could interfere with particle size results. For ashing 

and determination of LOI, samples (2 g) were weighed using a Sartorius analytical balance 

before and after being placed in a muffle furnace (Thermolyne model 6000) at 500 °C for 8 

h, following the protocol outlined in O’Shea et al. (2020). All other analyses were completed 

on the non-ashed samples.

Methods and standards used for analysis were those described in O’Shea et al. (2020). 

Briefly, XRD was performed using a Panalytical X’Pert Powder X-ray Diffractometer 

equipped with a Co-Kα radiation source set to 40 kV and 40 mA. Weight percentages 

of each mineral phase were estimated with the reference intensity-ratio technique. For 

the determination of LOI, two g of each sample were weighed before and after muffling 

(Thermolyne model 6000 furnace) at 500°C for eight hours (Ball, 1964). Laser diffraction 

of the ashed FD and FS was performed using a Beckman-Coulter LS 13 320 Particle Size 

Analyzer. A hydrochloric/nitric acid digest (comparable to Method-3050B; USEPA, 1996), 

designed to test environmental availability, was used to prepare samples for analysis by 

ICP-OES (Genesis, Spectro GMBH). The elements analyzed were Na, Mg, Al, P, K, Ca, 

Ti, V, Cr, Mn, Fe, Co, Ni, Cu, Zn, Cd, Sn, Sb, Hg, and Pb. These elements were chosen as 

they are commonly expected from local geological and pollution sources (see O’Shea et al., 

2020). All analytical data as well as other relevant information on land use, road surface, and 

traffic are provided for each site in the supplemental file (Table S1a, b).

SEM was used to investigate selected road-dust (n = 4) and soil (n = 4) samples. 

Characterization was performed with a Zeiss Supra 35 VP electron microscope equipped 

with a field-emission gun (FEG), an Energy-Dispersive X-ray (EDX) spectrometer, and a 

backscatter electron detector. Samples were mounted on 12.7 mm SEM aluminum stubs 

with conductive carbon tabs. The instrument was used in backscatter electron (BSE) and 

variable-pressure modes for imaging. Nitrogen (N2) was used as the compensating gas for 

variable-pressure mode as in Dietrich et al. (2018). This approach is very similar to that 

used in previous investigations of road dust (e.g., LeGalley and Krekeler [2013], Flett et al. 

[2016], and Dietrich et al. [2019]).

TEM was performed on the two soil samples containing the highest Pb and Zn 

concentrations, respectively (FS at sites 1 and 19). Only soil samples were analyzed due 

to instrument time constraints and because of the complexity and detail required of the 

data collection. Furthermore, soil samples were most polluted with Pb (see “Results and 

Discussion“ section), and soil is known to be a medium capable of storing traces of pollution 

through time (e.g., Qiao et al., 2014). To prepare the samples for TEM, a small amount 

of soil was suspended in approximately 2 mL of ethanol in a small glass container and 

vigorously shaken. Then, two aliquots of approximately 20 μL were placed sequentially onto 

a 3-mm copper grid with lacey-carbon film and allowed to air dry between additions. A 

JEOL JEM-2100 transmission electron microscope with a Bruker EDX detector was used 

for bright-field imaging and chemical analysis. The instrument was operated at 200 kV. 
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Images were taken with a Gatan Orius SC 200D CCD camera. High-resolution images 

and selected-area electron diffraction (SAED) patterns were used to determine crystallinity, 

whereas EDX mapping was used for element identification. Similar approaches have been 

used in a previous investigation of road dust (LeGalley and Krekeler, 2013) as well as in 

other studies of fine-grained materials (Barnes et al., 2020; Cymes et al., 2020, Paul et al., 

2017).

EDX analysis of fine-grained mixed media samples with multiple components is 

challenging, and careful attention must be given to peak overlap and the limitations of signal 

contributions from multiple minerals or phases. Lines used to identify elements provided by 

Bruker software include O-K = 0.525 keV; Na-K 1.040 keV; Mg-K = 1.254 keV; Al-K= 

1.487 keV; Si-Kα = 1.740 keV (nominally Kβ = 1.837 keV); P-Kα = 2.010 keV (nominally 

Kβ = 2.139 keV); S-Kα = 2.309 keV (nominally Kβ = 2.465 keV); Cl-Kα = 2.621 keV 

(nominally Kβ = 2.812 keV); K-Kα = 3.312 keV and K-Kβ = 3.590 keV; Ca-Kα = 3.691 

keV and Ca-Kβ = 4.013 keV; Ti-Kα = 4.509 keV and Ti-Kβ = 4.934 keV; Cr-Kα = 5.410 

keV and Cr-Kβ = 5.947 keV; Mn-Kα = 5.895 keV and Mn-Kβ = 6.492 keV; Fe-Kα = 6.399 

keV and Fe-Kβ = 7.060 keV; Cu-Kα = 8.036 keV and Cu-Kβ = 8.903 keV; Zn-Kα = 8.626 

keV and Zn-Kβ = 9.570 keV; Pb-Lα = 10.541 keV (nominally M α = 2.342 keV, Mβ = 2.444 

keV). Common lines that overlap are Mn-Kβ = 6.492 keV and Fe-Kα = 6.399 keV when 

present, and potentially S-Kα = 2.309 keV (nominally Kβ = 2.465 keV) and Pb-M α = 2.342 

keV and Pb-Mβ = 2.444 keV. Lead is identified only when a Pb-Lα line is evident, and Mn 

was identified based on the Mn-Kα line. Although both S and Pb may be present in spectra 

containing Pb lines, Pb-Lα, -M α, and -Mβ lines are in the correct position, proportion, 

and intensity for Pb only for both SEM and TEM data. If S was present in Pb spectra, it 

was interpreted to occur in minor amounts. Moreover, SAED patterns never pointed to the 

presence of a S-bearing Pb phase (e.g., PbS or PbSO4). Carbon sticky tabs, the ubiquitous 

nature of O, and Al stubs may contribute to some of the EDX spectra for SEM data. The 

ubiquitous nature of O and scatter from the Cu grid and the lacey-C substrates contribute to 

TEM-EDX spectra.

The rationale for using the above combination of methods was to investigate 

comprehensively the mineralogical (XRD), chemical (ICP-OES, EDX), and physical 

(laser diffraction, loss on ignition, SEM and TEM analysis) properties of two collocated 

environmental media in unprecedented detail. Furthermore, electron microscopy is rarely 

used in this area of pollution research, even though it allows for sample characterization 

at multiple scales, providing invaluable insight into particle morphology, composition, and 

crystallinity. The main advantage of our expanded, holistic approach is that it facilitates a 

uniquely detailed materials characterization, which aids in the interpretation of the sources 

of environmental pollution. In addition, it enables exploring the interactions between dust 

and soil in two size fractions. Because many past studies focused on only one medium and 

one size fraction and used few analytical techniques, our work represents one of the most 

comprehensive roadside pollution assessments performed to date. The approaches utilized 

here may be applied in similar locations to determine the nature and potential risk of 

contamination.
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Statistical analysis

Statistical tests performed on the elemental concentrations followed O’Shea et al. (2020), 

which included descriptive statistics, Spearman’s correlations coefficients (called Spearman 

correlations herein), and varimax rotated factor analysis separated by major and minor 

elements. The major element group included Na, Mg, Al, P, K, Ca, Ti, and Fe, whereas 

V, Cr, Mn, Co, Ni, Cu, Zn, Cd, Sn, Sb, Hg, and Pb were assigned to the minor 

element category. The normality of the elemental concentrations in all fractions was 

determined using a Shapiro-Wilk test, and most elementals had non-normal distributions. 

Therefore, factor analysis was performed on the Spearman-ranked correlation matrices of 

the elemental concentrations. Additionally, two-way analysis of variance (ANOVA) tests 

of the log-normalized data were performed for each element to determine the statistical 

significance (p<0.05) of size fraction and media for the concentrations found. Interaction 

terms were also determined for all elements in the ANOVA tests. As significant results 

were found in many cases, we proceeded with post-hoc tests (Tukey’s honestly significant 

difference [HSD]). Finally, mean elemental concentrations were normalized to the respective 

mean concentrations in both the continental crust (Rudnick & Gao, 2003) and the local 

Wissahickon Formation (e.g., O’Shea et al., 2020).

Results and discussion

Particle size, LOI, and mineral phases

Figure 2 displays both average (FD, n=20; FS, n=20) and cumulative particle volumes, 

obtained by laser diffraction. The shape of the average volume curves for FD and FS were 

quite different; the FD curve steadily increased with increasing particle size, whereas the 

values for FS increased continuously until approximately 70 μm, where it plateaued before it 

started to decrease from about 100 μm. Notably, the mean particle size was higher for the FD 

(99 μm) than for the FS (73 μm) samples. Using the graphic results, particles less than 10 μm 

in diameter, PM10, comprised 4% of the total FD volume, compared with 6% for FS.

The LOI values of BS and FS were virtually indistinguishable (Figure 3). Similarly, the LOI 

values of BD and FD were nearly identical. However, the mean LOI values of both BS (10.8 

wt%) and FS (11.2 wt%) were considerably higher than those of BD (6.6 wt%) and FD (7.0 

wt%), which was expected, as the LOI data probably reflect mostly organic content.

The main mineral phases identified in all media and fractions were quartz, dolomite, 

calcite, and plagioclase (Table 1). The estimated mineral abundances show that road dust 

(BD and FD) was typically poorer in quartz but richer in dolomite/calcite and feldspar 

compared with soils (BS and FS). Therefore, some of the road dust appears be derived 

from the road aggregate, sidewalk (concrete), and/or concrete construction materials, all of 

which often contain calcite and dolomite (see also Gillott, 1978; El. Machi et al., 2021; 

O’Shea et al., 2020; Sommer et al., 2018). In contrast, mica and/or chlorite were found in 

BS, FS, and BD but not in FD, suggesting that runoff water and/or wind systematically 

removed fine mica flakes from the roadways, even if soils are regularly contributing to road

dust composition. Other phases identified by XRD included rutile and possibly halloysite. 

Despite the differences observed, many of the identified phases occurred in both road dust 
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(BD and FD) and soil (BS and FS), indicating potential interaction between media. Some 

of the quartz, feldspar, mica, and rutile detected in road dust could be derived from the 

Wissahickon Formation, as described in O’Shea et al. (2020).

Major elements

Data from the elemental analyses are summarized in Figure 4 (see also Table S2a,b). 

Among the major elements, Mg and Ca were present at statistically significantly higher 

concentrations in the road dust (BD and FD) than in soil (BS and FS) (Table 2). The 

correlation between the Mg and Ca concentrations was statistically highly significant in 

all sample types (R≥0.93 p<0.05) (Table S3a,b). These correlations were consistent with 

the presence of dolomite in the roadway and neighboring soils. Overall, there were more 

statistically significant (p<0.05) Spearman correlations in the finer fraction (14 for FD, 13 

for FS) than in the bulk (seven BD, five for BS). Compared to the continental crust (CC), 

all major elements were depleted, except for P (for all media and fractions) and Ca (for only 

FD), which showed normalized values >1.0 (Table S4). Relative to the local Wissahickon 

Formation (WF), P and Ca were strongly enriched (>1.0) in all fractions and media (Table 

S4). In addition, Fe was also enriched relative to the WF in all sample types, potentially 

reflecting inputs from traffic (e.g., Apeagyei et al., 2011; Herngren et al., 2006). Magnesium 

was enriched relative to the WF in BD, FD, and FS. However, Na, Al, K, and Ti were 

depleted relative to the WF for all fractions and media. The depletions of two of these 

elements, Al and K, could partially be due to the absence of mica in 12 of the 20 sample 

sites (Table 1). It should be pointed out that, as we used an environmentally focused acid 

extraction technique, lower elemental concentrations would be expected in our samples 

than in the cases of WF and CC, which represent whole-rock analyses preceded by total 

digestion. Therefore, the observed enrichments in Mg, P, Ca, and Fe relative to the WF 

would most likely be even more pronounced, if we would have performed a total digestion. 

For most major elements (Mg, Al, P, Ca, Ti, and Fe), acid-leachable concentrations were 

higher in the finer size fraction of both soil and dust than in the respective bulk samples 

(Figure 4). Previous investigations also observed that finer size fractions generally contained 

higher concentrations of elements compared with larger fractions (e.g., Kong et al., 2011; 

Lanzerstorfer, 2018; Padoan et al., 2017; Zannoni et al., 2016; Zhao et al., 2010). Some 

elements were more concentrated in FD (Mg, Ca, Ti, Fe) than in FS, whereas others were 

more abundant in FS (Na, Al, P, K) than in FD (Figure 4). To find out whether or not 

the differences observed between major element concentrations for both size and media 

were statistically significant (p<0.05), two-way ANOVA tests were performed. These tests 

revealed that, for all soil samples (BS+FS) compared with all dust samples (BD+FD), there 

were statistically significant differences for Mg, Al, P, Ca, Ti, and Fe concentrations (Table 

2). There were also statistically significant differences between all bulk samples (BS+BD) 

and all finer samples (FS+FD) for Na, Mg, Al, P, K, Ca, and Ti concentrations (Table 2).

Factor analysis for the major elements revealed that three factors explained the majority 

of the cumulative variance in BD, FD, and FS (Table 3, S5a, S5b). However, for BS, four 

factors were necessary to explain the variance. Factor 1 for all media and fractions was 

always driven by Mg and Ca, again highlighting dolomite derived from road aggregate, 

sidewalk materials, and/or construction materials as a source. Factors 2 and 3, for all media 
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and fractions, were driven by a similar group of elements (mainly, K, Al, Fe, Na, Ti, and 

P), which most likely reflect the importance of the WF (e.g., micas, albite, rutile) as source 

(e.g., Weiss, 1949). However, P is not abundant in the WF and all samples were enriched 

(≥1.89x) in P relative to this formation. Both BS (6.92x) and FS (8.81x) were considerably 

more enriched in P than BD (1.89x) and FD (3.15x) were; the enrichment of P in the soil 

samples could be due to the addition of fertilizers (e.g., Jiao et al., 2012). The P in road 

dust might be derived from soil, suggesting communication between the two media. Other 

potential sources of P in both media include motor vehicle emissions and/or construction 

activity (e.g., Novotny and Chesters, 1981). Factor 4 for BS (Fe, Al, and P) could represent 

traffic or possibly industrial activity such as metal working; however, this was not clear. 

Based on the factor analysis of all types of samples, the primary sources of the major 

elements were interpreted as road aggregate/sidewalk/construction materials, traffic activity, 

and local geological formations, with fertilizer being an additional source for the soils. 

Overall, the similarities in presumed sources between road dust and soil imply exchange 

between the collocated road dust and soil.

A previous assessment of BD in Philadelphia identified three factors that explained most of 

the observed variance (O’Shea et al., 2020). In that report, the source of Factor 1 (dominated 

by K and Na) was the WF. In contrast, Factor 2 (Fe, Ca, and Ti) was primarily related to 

products of traffic activity, including brake-pad particles, and natural sources such as the 

WF. Finally, the source of Factor 3 (dominated by P and Al) was unclear. In the current 

investigation, P and Al were both present in Factor 2 (for both BD and BS), Factor 3 (FD), 

and Factor 4 (BS). Overall, many of the same sources were identified in both the past and 

the current Philadelphia studies, including traffic and the WF. Magnesium was not analyzed 

in O’Shea et al., 2020; had it been, Mg would probably have contributed strongly to a factor, 

along with Ca, as dolomite was identified at 28 of the 30 studied sample sites.

Minor elements

As was the case for major elements, there were more significant (p<0.05) Spearman 

correlations for the minor elements in the finer fractions (19 for FD; 14 for FS) than in 

the bulk samples (12 for BD; 10 for BS) (Table S6a, 6b). In all media and fractions, there 

were statistically significant correlations between Mn and Co (≥0.64) and between Ni and 

Cu (≥0.51). The correlations between Mn and Co could be associated with steel wear, 

whereas those between Ni and Cu could be related to traffic activities (e.g., Han et al., 2017; 

Zibret et al., 2013). The mean concentrations of most minor elements (V, Cr, Mn, Ni, Cu, 

Zn, Pb) in the finer size fraction of both soil and dust were higher than in the respective bulk 

samples (Figure 4). Some elements (e.g., Mn, Zn, Pb) had their highest mean concentrations 

in FS, whereas others (e.g., V, Cr, Ni, Cu, Sn) were more concentrated in FD (Figure 4; 

Table S2c, d). The higher concentrations of Cr and Cu in FD compared with FS could be 

related to vehicular activity (e.g., Duong and Lee, 2011; Liang et al., 2019; Zglobicki et 

al., 2019; Zhao et al., 2019; Zibret et al., 2013). However, the mean concentration of Zn 

was higher in FS than in FD, even though Zn is often associated with tire-wear particles 

(e.g., Harrison et al., 2012). Previous studies have demonstrated that tire-wear particles 

often end up in soils adjacent to roads and highways (e.g., Councell et al., 2004; Dannis, 

1974; Wik and Dave, 2009). The high concentrations of Zn in FS, therefore, could suggest 
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communication between road dust and soil. Two-way ANOVA tests were performed to 

statistically examine a possible link between size/media and minor element concentrations. 

These tests revealed that there were statistically significant (p<0.05) differences between all 

soil samples (BS+FS) and all dust samples (BD+FD) for V, Mn, Cu, and Pb concentrations 

(Table 2). In terms of size, V, Cr, Mn, Co, Ni, Cu, Zn, and Sn concentrations were 

statistically significantly different in all finer samples (FD+FS) compared with all bulk 

(BD+BS) samples (Table 2). In order to assess the minor element concentrations in our 

samples within a more general natural framework, they were normalized to CC; copper, 

Zn, Sn, and Pb were highly enriched in all sample types, whereas V, Cr, Mn, Co, and Ni 

were depleted (Table S4). These results further highlight the contamination of the studied 

materials by some traffic-related elements (Cu, Zn) as well as elements associated with 

legacy sources (Pb from smelters, paint, and gasoline) and solder (Sn) (e.g., Lu et al., 2010; 

Duong and Lee, 2011; Liu et al., 2014; De Silva et al., 2016; Teran et al., 2020; Zibret et al., 

2013).

Factor analysis for the minor elements revealed that four factors explained the majority of 

the variance in BD and BS, whereas three factors were sufficient to explain the variance 

in FD and FS (Table 3; Table S7a, 7b). Factor 1 for BD and Factor 1 for BS were both 

associated with the same elements (Co, V, Mn), which could be related to the wear of steel 

and other metal alloys (e.g., Han et al., 2017). Factor 1 for FD (Ni, Cr, Mn, Cu, Zn, Co) 

and Factor 1 for FS (Cr, Cu, Ni, Zn, Sn) probably both represent non-exhaust emissions 

from vehicles (e.g., Bernardino et al., 2019; Gaberšek and Gosar, 2018; Hiller et al., 2020; 

Teran et al., 2020; Zibret et al., 2013). Similarly, Factor 2 for BD (Cr, Sn, Zn) and Factor 

3 for BS (Cr, Cu, Ni) could both be related to traffic activity. Lead has the highest factor 

loading in Factor 2 (≥0.87 for BS and FS) and in Factor 3 (≥0.76 for BD and FD), pointing 

to legacy sources of contamination in the area, i.e., smelters and Pb paint (e.g., Komarek et 

al., 2009; Lusby et al., 2015; Smith et al., 2011) or leaded-gasoline products (e.g., Lusby et 

al., 2015). Factor 2 for FD (V and Co) may be associated with alloys, but this was uncertain 

as discerning the varied industrial activities related to each factor was not possible. Factor 

3 for FS (Co and Mn) may be linked to steel wear (e.g., Zibret et al., 2013). Factor 4 for 

BS (primarily Sn) could be related to solder, can coatings, and/or fossil fuel emissions (e.g., 

Zibret et al., 2013). The origin of Factor 4 for BD (Ni, Cu, Mn) was unclear. From the factor 

analysis, we posit that the primary sources of minor elements for all sizes and media were 

mixed industrial activity, traffic, and Pb smelters/paints/gasoline. As previously noted for 

major elements, similarities in sources suggest that there are likely substantial interactions 

between dust and soil.

Our current research is similar to a previous BD investigation in Philadelphia, which found 

four factors that explained most variance in minor element concentrations (O’Shea et al., 

2020). In that past report, Factor 1 (Cr, Cu, Zn) was attributed to traffic, Factor 2 (V and Cr) 

mainly to the wear of steel and other alloys, Factor 3 (Pb) to smelters and paint, and Factor 

4 (Sn) to solder, can coatings, and fossil fuel emissions. In other words, many of the same 

sources, including traffic, alloys, smelters, paints, solder, and emissions, were identified on 

the basis of the minor elements in both the past and the current study, thus providing support 

for the interpretations.
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Mean Pb content recorded in the current investigation (209 ppm for BD) was lower than 

that reported in the previous analysis of bulk road dust in Philadelphia (516 ppm) (O’Shea 

et al., 2020). However, the median Pb concentrations in the current (147 ppm) and previous 

(202 ppm) BD investigations were similar, demonstrating the influence of outlier sites on the 

older data set.

The BD from Fishtown examined here was generally lower in minor element contents 

compared with values from past studies of road dust at international sites (see Table 10 in 

O’Shea et al., 2020). Lead concentrations in BS from Fishtown were similar to values from 

past investigations of soil in U.S. urban residential areas (Frank et al., 2019). However, the 

BS samples studied here were richer in minor elements, especially Pb and Zn, than roadside 

soils from a range of comparable international studies (Table 4).

The high mean Pb concentrations in our BS and FS samples were primarily driven by two 

sites (1 and 5; see Table S1), neither of which were within 0.25 km of former smelters 

(Figure 1). For FS, an additional eight sites (6, 9, 12, 13, 14, 16, 18, and 19) were above 

the 400 ppm threshold listed by the US EPA for bare soils where children play (Council 

on Environmental Health, 2016). Of these sites, six (9, 12, 13, 14, 16, and 19) were within 

0.25 km of former smelters (Figure 1). However, the two sites closest to former smelters, 

Sites 10 and 11 (see Figure 1), had mean FS-Pb concentrations below 400 ppm (199 ppm 

and 117 ppm, respectively), but, to the best of our knowledge, they had not been remediated 

prior to our sampling campaign. On the other hand, remediation did take place in other 

parts of Fishtown: i) after our sampling took place, there were additional efforts (first started 

in 2003) to remediate Pb contamination at the former Anzon Pb-smelting complex located 

directly northeast of Sites 12 and 13 (see Figure 1) (e.g., Pennsylvania Department of 

Environmental Protection [DEP], 2021a; Ruderman et al., 2017b); ii) an area approximately 

0.3 km to the northwest of Site 11 was remediated, beginning in 2006, for leaded gasoline 

pollution (Pennsylvania DEP, 2021b); and iii) after our sampling efforts, an area near Site 2 

was remediated for leaded gasoline pollution (Pennsylvania DEP, 2021b). From our data and 

the information gathered on remediation efforts, we conclude that the Pb measured in soils 

at all our sites was largely derived from legacy Pb paint and/or leaded-gasoline products 

rather than from the past smelting activity.

As Pb was an important focus of this study, we examined samples microscopically to 

determine its physical location in the dust and soil.

Microscopy of Pb-bearing particles

The dust and soil samples richest in Pb were examined by SEM, which revealed that 

numerous Pb particles occur in both road dust and soils. Many of these particles are present 

as irregularly shaped or subrounded aggregates, which are mainly 10 to 60 μm across and 

consist of individual particles with diameters of approximately 0.1 to 10 μm (e.g., Figure 

5A, C, G, I). Note that all SEM images displayed in Figures 5 and 7 were taken in BSE 

mode and that the EDX spectra were gathered from the full image in all cases. Most EDX 

spectra revealed that in addition to Pb, other elements, including Mg, Al, Si, K, Ca, Ti, 

and Fe, were present in the particles (e.g., Figure 5B, D, H, J), suggesting that the Pb-rich 

particles are mingled with various silicates and oxides. The phases previously identified with 
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XRD (Table 1), which included mainly quartz, dolomite, and feldspars, are consistent with 

this interpretation. SEM is a surface-sensitive technique (Kuisma-Kursula, 2000; Mosbah et 

al., 1995), and significant scatter of X-rays occurred during the investigation of our samples, 

because the sample surface is not flat, the particle size ranges widely, and the grains show 

non-uniform rounding and variable arrangements.

Dietrich et al. (2019, Figure 7) observed Pb-rich particles in street sediment, which were 

similar to those found in the Fishtown samples, including larger particles that are tens of 

micrometers in diameter composed of multiple smaller Pb-rich particles (Figure 5G). They 

further documented subhedral to euhedral particles of Pb that have diameters of 3 to 5 μm, 

analogous to those presented in Figure 5A and C. A small Pb-rich particle was observed 

in Figure 5K; the prominent Si peak (Figure 5L) associated with the image is inferred 

to be scatter from the adjacent lower-right grain, interpreted to be quartz. Other images 

(e.g., Figure 5I) demonstrate particles rich in Pb and, based on broad textural similarities 

to those described by Beard and Iske (1995), may show legacy Pb-house paint. Other 

particles contained Pb and Cr and were interpreted as degraded yellow traffic paint as they 

had textures consistent with those observed in past investigations (e.g., Figure 5E) (O’Shea 

et al., 2021; White et al., 2014). These textures are characterized by evenly distributed, 

submicrometer-sized subhedral to euhedral crystals of PbCrO4 in an organic-rich matrix. 

Determining the nature and source of particles is crucial because those factors determine 

how or if particles are bioavailable/bioaccessible (e.g., Kelepertzis et al., 2021). Lead in 

house paint has been found to be 4–100% leachable in simulated gut fluid, whereas Pb in 

yellow traffic paint may be 1% leachable in simulated gut fluid (Le Bot et el., 2011; O’Shea 

et al., 2021).

Figure 5A, C, and I were taken from soil samples, whereas Figure 5E, G, and K were 

dust samples. Similar Pb-rich particles were found in both media. However, both the largest 

(Figure 5G) and smallest (Figure 5K) Pb-rich particles were found in road dust. Based on 

the similarity of Pb-rich particles overall, there is likely significant interaction and transport 

of particles between road dust and soils.

Brightfield TEM images, EDX spectra, and SAED images were collected in an attempt to 

identify some of the Pb-rich phases, which we inferred to be present based on SEM data. 

Only images for FS at Site 1 were displayed due to its richness in Pb (4,148 ppm) and 

because of instrument time constraints. Figure 6A–C shows data for a complex mineral 

aggregate containing O, P, K, Pb, and Zn, but dominated by Ca, Al, and Si. The SAED 

pattern (Figure 6C) shows weak and streaked diffraction spots, which are interpreted as 

resulting from multiple crystals giving rise to a ring diffraction pattern. The primary ring 

spacing is interpreted as the d(104) = 3.03 Å reflections of calcite, with weak and less 

developed reflections of d(110) = 2.49 Å, d(113) = 2.29 Å, d(113) = 1.88 Å. These reflections 

are consistent with ICDD 5–586 as well as Sitepu (2009). A few weak reflections are also 

interpreted to be arising from dolomite with d(104) = 2.88 Å; this reflection is consistent with 

ICDD 11–78. The EDX spectrum has significant Ca and O, and appreciable Mg (not marked 

on figure due to size constraints), which is consistent with calcite being a major component 

of the aggregate and dolomite being a lesser component. Indeed, both calcite and dolomite 

were identified in this sample with XRD (Table 1) and could stem from road material 
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(asphalt), sidewalk (concrete), and/or concrete construction materials (see also Gillott, 1978; 

El. Machi et al., 2021; O’Shea et al., 2020; Sommer et al., 2018). Aluminum, Si, P, Fe, and 

Ti are interpreted to be in poorly crystalline or amorphous phases in the aggregate. A distinct 

Pb-bearing phase was not identified. Similarly, Zn peaks were observed but no Zn-bearing 

phase was found. Both Zn and Pb are interpreted to be adsorbed onto carbonates and poorly 

crystalline clay phases.

Figure 6D–F displays an aggregate of Pb-rich particles, which also contain O, Si, Ca, and 

Fe. The SAED pattern presented (Figure 6F) is from the center cluster of crystals, i.e., 

from multiple crystals, and therefore mimics a powder pattern enabling identification of 

the dominant material. Numerous d-spacings observed in the diffraction rings indicate that 

the predominant phase is hydrocerussite (Pb3(CO3)2(OH)2). Specifically, these measured 

d-spacings are 4.47 Å, 2.63 Å, 2.24 Å, 2.02 Å, 1.88 Å, 1.64 Å, 1.49 Å, 1.35 Å, 1.30 

Å, and 1.21 Å, and they are consistent with ICDD 13–131, and with Cowley (1956) and 

Martinetto et al. (2002). The comparatively high level of Pb in the EDX spectrum reinforces 

this identification. Hydrocerussite has historically been used as a pigment in white Pb paints 

(e.g., Beauchem et al., 2011; Van Alphen, 1998). Furthermore, the particles in Figure 5I 

were interpreted to be Pb paint. The presence of hydrocerussite supports the hypothesis that 

legacy paint plays a major role in soil-Pb contamination. Quantitative contents of both C and 

O cannot be obtained in Figure 6D owing to the lacey carbon grid used, and because Si, Fe, 

and Ca are likely bonded to O as silicates which are interpreted to be from the lower-contrast 

detrital particles in the aggregate (Figure 6E).

Figure 6G–I highlights a particle that was dominated by Ti and O, but also contained Pb 

and much lesser amounts of Al, Si, and Fe. The SAED pattern presented in Figure 6I is a 

square net with minor streaking and is interpreted to be an (hk0) net of rutile. The reflections 

observed include: d(110) = 3.24 Å, d(210) = 2.05 Å, d(220) = 1.62 Å, and d(310) = 1.45 Å, and 

are consistent with diffraction of rutile according to Swope et al. (1995). The dominant Ti 

lines (Kα = 4.509 keV and Kβ = 4.934 keV) and the O line (K = 0.525) strongly support 

this interpretation. Therefore, this particle is likely rutile with minor amounts of Pb adhered 

or adsorbed to the surface. No distinct diffraction of other phases could be identified. This 

suggests that the detected Pb, Al, Si and Fe are contained in amorphous or poorly crystalline 

phases adhered to the surface of the crystal, as can be observed on the edges of the crystal 

displayed in the brightfield TEM image (Figure 6H). Rutile is a common pigment in paints, 

such as white paints and yellow traffic paint (e.g., O’Shea et al., 2021; White et al., 2014).

In addition to the Pb-rich particles, other phases were frequently observed during our SEM 

investigations (Figure 7). Figure 7A and 7C both display low-magnification BSE images of 

soil particles. Image 7A contains Mg, Al, Si, Pb, K, Ca, Ti, and Fe (spectrum shown in 7B); 

there is Al, Si, Pb, K, Ca, and Fe in image 7C (spectrum shown in 7D). Due to the generic 

textures of the majority of particles in both images, it is difficult to interpret the identity 

of individual particles. However, the EDX spectra from both images are consistent with 

minerals previously identified using XRD (Table 1), including quartz, feldspars, dolomite, 

and halloysite. Images 7A and C suggest that Pb occurs as diffuse particles throughout 

the samples at a scale not resolvable here but consistent with many particles observed in 

Figure 6. Image 7E displays particles with Fe, Al, Si, Ti, and Mn EDX peaks (Figure 7F). 
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The particles in the center of the image may be Fe-Ti oxides and Fe-oxides/oxyhydroxides 

and were interpreted as detrital grains and natural in origin as they had features similar 

to those of detrital oxides (e.g., Oglesbee et al., 2020). The Si signature could represent 

surrounding quartz, whereas the origin of Al and Mn was unclear. Figure 7G shows particles 

with Fe, Mg, Al, Si, S, Cl, K, Ca, Ti, Mn, and Cu EDX peaks (Figure 7H). The particles 

in the image are mainly Fe-oxide with minor amounts of Cu (Figure 7G–H). We propose 

that Cu is adsorbed onto these Fe-oxide particles (see also Langmuir, 1997; Martínez and 

McBride, 2001; Peacock and Sherman, 2004; Rose et al., 1993), because there is no clear 

phase contrast that would point to the presence of individual particles of Cu metal or other 

Cu phases. The Si present in Figure 7H was mainly interpreted as scatter from surrounding 

quartz, whereas the Ca and Mg could be related to nearby dolomite. Some of the Al and 

Si could be from clay minerals. The Cl and S could be from tire particles (e.g., Gieré et 

al., 2004). The origin of the remaining elements was uncertain and is interpreted to be from 

surrounding particles in the sample. Figure 7I and 7K both display high-contrast hackly 

fractured Fe-rich particles; the corresponding spectra also display significant Si, Ca, Al, and 

Mg peaks. The particles were interpreted as steel fragments similar to those documented in 

Dietrich et al. (2018), as they have high contrast, euhedral textures mixed with curvilinear 

edges and surfaces. The observed steel fragments contained approximately 1.31–2.48 at.% 

Mn, determined using data from the raw spectrum (not shown), and are consistent with the 

common ASTM A36 steel (e.g., Bhola et al. 2011) or similar steels. The Si present in both 

cases is interpreted as scatter from surrounding quartz and silicate minerals, whereas the Ca 

and Mg peaks are interpreted as scatter from nearby carbonate (calcite, dolomite). Similar to 

other samples studied with SEM above, owing to the sample surface not being flat, the wide 

range in particle size, the non-uniform rounding of grains, and the variable arrangement of 

grains, significant scatter of X-rays occurs.

Figure 7A, C, and E images were taken from soils, whereas Figure 7G, I, and K show 

road dust samples. Overall, Fe-oxides were demonstrated to occur in both media, and 

neighboring quartz, feldspars, and dolomite were potentially present in both road dust and 

soils. However, steel flakes were observed in only road dust. Some images were taken 

from collocated soil (e.g., Figure 7E), and dust (e.g., Figure 7G) samples. These images 

both demonstrate Fe-oxides but only the dust sample contained Cu. Due to the similarities 

observed, both media have similar sources and/or there is mixing of road dust and soil.

Implications

We describe a novel environmental media assessment, the first of its kind in Philadelphia. 

In Fishtown BD and FD, we identified element sources and mineral phases similar to those 

observed in a recent citywide study of bulk road dust (O’Shea et al., 2020).

The use of LOI, ICP-OES, laser diffraction, and XRD allowed us to constrain the potential 

sources and form of pollutants observed, with a focus on Pb. Combining these methods 

with SEM and TEM embodies a significant step forward in research on roadside pollution. 

This paper represents considerable progress in environmental assessments, not only because 

of the applied combination of diverse methods, but also because we investigated samples 
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of two collocated media and two different size fractions, thus yielding considerably deeper 

insights into the relationships between sources and sinks than most previous studies.

Summary and conclusions

The multi-pronged analytical approach utilized in this study created a data set that allows for 

comparison of road dust and soil in a polluted urban environment. By assessing both a bulk 

and a finer (<125 μm) size fraction from the same samples, this study will help in bridging 

the gap between previous bulk studies and health-relevant assessments.

The major findings of this study were: 1) Soil samples in Fishtown were heavily polluted 

with Pb, with higher concentrations in the finer fraction than in the bulk. The mean 

concentrations of Pb in both fine (687 ppm) and bulk (595 ppm) soils exceeded the 400 

ppm EPA threshold, and they are high when compared internationally. 2) The soil samples 

collected closest to former Pb smelters were not those with the highest Pb contents. While 

further work must be performed, the lack of a clear relationship between former smelter 

locations and Pb-soil concentrations suggests that legacy paint and/or leaded-gasoline 

products are the main sources of the Pb present. 3) SEM investigations demonstrated 

that many of the Pb particles were micrometer- to submicrometer-sized; due to this 

small size and their abundance, the Pb particles could pose a health risk. 4) For most 

chemical elements investigated here, there were statistically significant differences in their 

concentration based on size fraction and medium using two-way analysis of variance tests. 

5) Similar sources of contamination and mineralogical components were found in both 

road dust and soil, implying communication between the two media. Compared to most 

past work, the methods utilized broadened the scope of analysis, created a highly detailed 

dataset, improved the assessment of sources of pollution, and provided deep insights into 

the communication between road dust and road-side soils in a post-industrial environment 

at two size fractions. Going forward, we recommend focusing on finer, more health-relevant 

size fractions, utilizing a standard size fraction and a similar multi-analytical approach, 

and using both road dust and soil for more holistic assessments of contamination in urban 

environments.
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Figure 1: 
Locations of road dust and soil sampling sites in Fishtown, Philadelphia. Lower traffic 

(defined as <6,000 annual average daily traffic (AADT)) sites are green and higher traffic 

(defined as ≥6,000 AADT) sites are yellow. Data from the Delaware Valley Regional 

Planning Commission (DVRPC, 2016). Locations of former smelters are shown with red 

triangles. The map was generated in ArcGIS (Esri, 2017) and the inset image from Google 

maps
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Figure 2: 
Average particle size distribution of the finer fractions of road dust and soil (fine dust [FD], 

n = 20; fine soil [FS], n = 20) after ashing. Standard volume per size fraction is on the 

y-axis, whereas cumulative volume is on the y-axis to the right
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Figure 3: 
Box and whisker plot of LOI results (in wt%) for bulk dust (BD), bulk soil (BS), fine dust 

(FD), and fine soil (FS). The x represents mean value, whereas the horizontal line is median 

value. All points outside of the boxes (IQR) and whiskers (min. and max. values—excluding 

outliers) are outliers (1.5× below the 1st quartile or 1.5× above the 3rd quartile)
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Figure 4: 
Acid-extractable elemental concentrations for bulk dust (BD), bulk soil (BS), fine dust (FD), 

and fine soil (FS). Boxes represent 25th-75th percentiles; horizontal lines are median (black) 

and mean (red). Vertical line is 10th to 90th percentile. Dots are outliers. Outliers of 3.67 

wt% and 1.73 wt% Na (BD) and 10.71 wt% Ca (FD) were omitted. The letters (a, b, c, d) 

represent the results of Tukey’s honestly significant difference (HSD) post-hoc tests which 

were performed following the two-way ANOVA tests listed in Table 2. Boxes shown with 

different letters are statistically significantly different (p<0.05). If a group is not significantly 

different from two other groups, but the two other groups are different from each other, two 

letters will be assigned to the first group, to indicate that it is not different from the other two
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Figure 5: 
SEM images and corresponding EDX spectra of Pb particles found in road dust and soil. 

Most Pb particles were on the micrometer scale. (A) BSE image and (B) EDX spectrum of 

a Pb-rich particle from FS at Site 1, demonstrating a commonly observed aggregate texture 

with numerous 0.1 to 3 μm diameter particles. The Mg, Al, Si, K, Ca, Ti and Fe peaks are 

from mineralogical substrate material; (C) BSE image and (D) EDX spectrum of a Pb-rich 

particle showing an aggregate texture commonly observed in FS at Site 1. Elements other 

than Pb are interpreted to be derived from the mineralogical substrate; (E) BSE image and 

(F) EDX spectrum of a degraded PbCrO4 particle from FD at Site 10, possibly from yellow 

traffic paint; (G) BSE image and (H) EDX spectrum of a Pb-rich aggregate from FD at Site 

5, largely composed of numerous 0.1 to 3 μm diameter particles with some larger 10 μm 

diameter particles present; (I) BSE image and (J) EDX spectrum of Pb-containing particles 

approximately 0.1 to 3 μm in diameter from BS at Site 1, possibly Pb paint; (K) BSE image 

and (L) EDX spectrum of a nanoscale Pb-rich particle from BD at Site 5. Note: the first 

major peak not labeled in any of the spectra is carbon. The images were cropped at 12 keV, 

omitting minor Pb peaks at 12.3 keV and 14.35 keV

O’Shea et al. Page 28

Environ Monit Assess. Author manuscript; available in PMC 2022 June 24.

A
uthor M

anuscript
A

uthor M
anuscript

A
uthor M

anuscript
A

uthor M
anuscript



Figure 6: 
EDX spectra, Brightfield TEM images, and selected-area electron diffraction (SAED) 

patterns of particles observed. All images are from FS at Site 1. (A) EDX spectrum, (B) 

TEM image, and (C) SAED pattern of a calcite- and dolomite-rich particle with Pb; (D) 

EDX spectrum, (E) TEM image, and (F) SAED pattern of a hydrocerussite Pb-rich particle; 

(G) EDX spectrum, (H) TEM image, and (I) SAED pattern of a rutile particle with Pb. Note: 

the first major peak not labeled in any of the spectra is carbon. The images were cropped at 

12 keV, omitting minor Pb peaks at 12.3 keV and 14.35 keV. Peaks at 8 keV and 8.45 keV 

are representative of the Cu grid rather than the sample
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Figure 7: 
SEM images and corresponding EDX spectra of common particles found in road dust and 

soil. (A) BSE image and (B) EDX spectrum of FS material from Site 1; (C) BSE image and 

(D) EDX spectrum of BS material from Site 1; (E) BSE image and (F) EDX spectrum of an 

Fe-Ti oxide particle present in BS at Site 1; (G) BSE image and (H) EDX spectrum of an 

Fe-oxide particle with Cu present in FD from Site 1; (I) BSE image and (J) EDX spectrum 

of a steel flake in FD from Site 4; (K) BSE image and (L) EDX spectrum of a different steel 

particle in FD from Site 4. Note: the first major peak not labeled in any of the spectra is 

carbon.
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Table 1:

Sample site number, brief site descriptions, and mineral phases identified (wt%) at each site for bulk dust 

(BD), bulk soil (BS), fine dust (FD), and fine soil (FS).

Site Description Quartz Dolomite/Calcite Feldspar2 Other

BD BS FD FS BD BS FD FS BD BS FD FS BD BS FD FS

1 Commercial 53 ? 60 76 9 ? 101 81 38 ? 30 16 ?(H)

2 Commercial 65 74 47 89 9 9 26 6 44 11 20(M)

3 Near 
Playground 41 70 50 6 16 171 18 411 41* 13 32 53 2(M)

4 Commercial 48 81 39 8 20 9 61 531 32 10 55 39

5 Near School 53 90 59 91 37 9 10 10 32 9

6
South of 
Palmer 

Cemetery
49 92 51 91 28 26 13 8 23 9 9(M)

7
Near 

Recreation 
Center

74 95 76 83 12 5 7 5 14 17 12

8 Konrad Sq. 
Park – Church 61 92 68 40 211 14 18 4 18 4 4(M) 56(M)

9
Smelter3/Near 

Palmer 
Cemetery

62 96 81 91 171 111 21 3 8 9 1(C)

10
Near Gaul St. 

Smelter3 61 86 76 37 121 10 27 14 14 7 56(M)

11
Near E. York 
St. Smelter3 77 92 63 79 19 4 251 10 4 4 12 11

12 Aramingo Ave. 
Lower Traffic 86 98 49 82 6 2 24 4 8 27 14

13 Aramingo Ave. 
Higher Traffic 85 ? 61 73 8 ? 8 9 7 ? 31 18 ?(H)

14 Cione City 
Park 89 97 67 80 7 3 15 6 4 18 14

15 Aramingo 
Square 90 89 94 97 101 6 6 3 5(R)

16 Neighborhood/ 
Commercial 66 89 57 69 17 1 16 3 13 10 27 9 4(M) 19(M)

17 Near Highway 60 85 19 37 22 8 46 7 18 7 35 2 54(M)

18 Near Chem. 
Corp. 90 60 94 69 101 281 6 6 12* 25*

19 Neighborhood 83 75 72 32 12 10 9 12 5* 19* 7 15(M) 49(M)

20 Neighborhood 72 86 71 94 131 7 15* 14 22* 6

1
Calcite present. Calcite was found in only 15 of 80 samples, with concentrations generally 3 wt% or less, except for sites 4 FS (12 wt%) and 

11 FD (5 wt%). As calcite and dolomite are often found together and can be components of road aggregate, sidewalk (concrete), and/or concrete 
construction materials, these values were combined under one column labeled Dolomite/Calcite.

2
Feldspar was identified as albite, except where marked by *, which means anorthite.

3
Former smelter sites.

For other phases, C is chlorite; H is halloysite; M is mica; R is rutile; ? indicates that the quantities could not be determined.
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Table 2-

Logscale two-way ANOVA results of elemental concentrations by size and media with P values listed. 

Interaction terms were calculated and listed. N.S. stands for not significant.

Element Media (P Value) Size (P Value) Interaction Term (P Value)

Na N.S. <0.001 <0.005

Mg <0.0001 <0.005 N.S.

Al <0.0001 <0.0001 N.S.

P <0.0001 <0.0001 N.S.

K N.S. <0.005 <0.002

Ca <0.0001 <0.05 N.S.

Ti <0.05 <0.0001 N.S.

Fe <0.005 N.S. N.S.

V <0.001 <0.0001 N.S.

Cr N.S. <0.001 <0.003

Mn <0.05 <0.005 N.S.

Co N.S. <0.05 N.S.

Ni N.S. <0.005 <0.002

Cu <0.0001 <0.005 N.S.

Zn N.S. <0.001 N.S.

Sn N.S. <0.005 <0.002

Pb <0.02 N.S. N.S.
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Table 3 -

Summary of results from factor analysis. Dominant elements in each factor, arranged in order of factor loading 

weight. Only factor loadings >0.40 were listed. Bold text denotes factor loading ≥ 0.90. Numerical percentage 

is cumulative variance. N/A denotes factors not present. (Additional details in Tables S5a, S5b, S7a, and S7b).

Medium Major Elements

Factor 1 % Factor 2 % Factor 3 % Factor 4 %

Bulk Dust Mg, Ca, P 33 Al, Ti, Fe, P 65 Na, K 91 N/A -

Bulk Soil Mg, Ca, Al 33 K, Al, P, Na 58 Ti, Na, Al 77 Fe, Al, P 95

Fine Dust Mg, Ca, K 33 Fe, Na, Ti 64 P, K, Al 93 N/A -

Fine Soil Ca, Mg, Na, Fe 42 K, Ti, Al 73 Fe, Al 88 N/A -

Minor Elements

Bulk Dust Co, V, Mn 34 Cr, Sn, Zn 56 Pb, Cu, Zn 76 Ni, Cu, Mn 94

Bulk Soil Mn, V, Co 35 Pb, Cu 56 Cr, Cu, Ni 76 Sn, V 90

Fine Dust Ni, Cr, Mn, Cu, Zn, Co 46 V, Co 72 Pb, Sn 88 N/A -

Fine Soil Cr, Cu, Ni, Zn, Sn 34 Pb, V, Cu 58 Co, Mn 80 N/A -

Environ Monit Assess. Author manuscript; available in PMC 2022 June 24.



A
uthor M

anuscript
A

uthor M
anuscript

A
uthor M

anuscript
A

uthor M
anuscript

O’Shea et al. Page 34

Table 4 -

International comparison of selected element concentrations (in ppm) in bulk soil with those reported in 

previous urban soil studies. Median values are shown by normal font and mean by italic font.

City Cu Zn Pb Reference Digestive Fluid Composition Sieve Size (μm)

Philadelphia, PA 92 663 595 This study HCl+HNO3 <841

Beijing, China 29.7 92.1 35.4 Chen et al., 2010 HNO3+HClO4+HF <150

Bratislava, Slovakia 67.1 174 54.2 Hiller et al., 2020 * <2000

Dublin, Ireland 25.0 94.0 39.0 Dao et al., 2014 * <2000

Eskisehir, Turkey 31.2 55.8 21.9 Malkoc et al., 2010 HNO3 <50

Guangzhou, China 35.2 126 49.4 Liang et al., 2019 HNO3+HClO4 <2000

La Coruna, Spain 60 206 309 Cal-Prieto et al., 2001 Unspecified <200

Maribor, Slovenia 40 131 44 Gaberšek and Gosar, 2018 HCl+HNO3 <2000

Turin, Italy 100 242 133 Padoan et al., 2017 HCl+HNO3 <150

Yorkshire, England 80.4 150.0 175.0 Akbar et al., 2006 HCl+HNO3 <2000

*
Samples were analyzed with portable X-Ray fluorescence (PXRF) spectrometers, which does not require a digestion. See original manuscripts for 

additional details.
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