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Abstract: We assessed the health risks of fine particulate matter (PM; 5) ambient air pollution and
its trace elemental components in a rural South African community. Air pollution is the largest
environmental cause of disease and disproportionately affects low- and middle-income countries.
PM; 5 samples were previously collected, April 2017 to April 2018, and PM; 5 mass determined.
The filters were analyzed for chemical composition. The United States Environmental Protection
Agency’s (US EPA) health risk assessment method was applied. Reference doses were calculated
from the World Health Organization (WHO) guidelines, South African National Ambient Air Quality
Standards (NAAQS), and US EPA reference concentrations. Despite relatively moderate levels of
PM; 5 the health risks were substantial, especially for infants and children. The average annual PM; 5
concentration was 11 pg/ m?3, which is above WHO guidelines, but below South African NAAQS.
Adults were exposed to health risks from PMj 5 during May to October, whereas infants and children
were exposed to risk throughout the year. Particle-bound nickel posed both non-cancer and cancer
risks. We conclude that PM; 5 poses health risks in Thohoyandou, despite levels being compliant with
yearly South African NAAQS. The results indicate that air quality standards need to be tightened
and PM,; 5 levels lowered in South Africa.

Keywords: air pollution; PM, 5; health risk assessment; children; South Africa; trace elements

1. Introduction

Particulate matter with an aerodynamic diameter less than 2.5 um (PM; 5) in ambient
air is the largest environmental cause of morbidity and premature mortality, causing an
estimated 2.9 million premature deaths globally in 2017 [1]. Over the last decades, there has
emerged substantial epidemiological evidence for an association between PM; 5 exposure
and all-cause, cardiopulmonary and lung cancer mortality, as well as a variety of non-
communicable diseases, such as cardiovascular, respiratory, and metabolic diseases [2,3].

Due to higher exposures, less surveillance and fewer preventative health care ser-
vices, the burden of disease caused by PM; 5 disproportionately affects populations in
low- and middle-income countries, and especially vulnerable groups such as pregnant
women, infants, and young children [4]. Children and infants have immature physiological
system, higher inhalation rate [5-7] and larger lung surface area in relation to body weight,
which puts them at higher risk to adverse health effects due to ambient air pollution [8].
Additionally, in comparison with adults, children generally have a higher activity level,
which increases their inhalation rate, and often spend more time outdoors [9,10].

The air quality guidelines set by the World Health Organization (WHO) in 2005 estab-
lish recommended maximum targets of PM, 5 concentrations in ambient air at 10 pg/m?3
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for the annual and 25 pg/ m?3 for the 24-h mean [11]. The South African national ambient
air quality standards (NAAQS) for PM; 5 were established with the Air Quality Act of 2004,
with stepwise tightened regulations until 2030 [12]. The current annual and 24-h NAAQS
are 20 pg/m?® and 40 pg/m?3, respectively, permitting a maximum of four exceedances of
the 24-h mean per year.

It has been previously established that a reduction of PM; 5 exposure in South Africa
would lead to substantial health benefits [13]. Rural South Africa is currently undergoing
an epidemiological transition with a rise in non-communicable diseases [14], which are
connected with exposure to ambient air pollution. However, few studies in South Africa
have reported on PM; 5 levels and no study has yet focused on health effects of ambient
PM; 5 air pollution in rural South Africa. Lack of air pollution monitoring and scarce health
data mean that knowledge of the health risks of air pollution in sub-Saharan Africa is
limited [15].

The US Environmental Protection Agency’s (US EPA) human health risk assessment
(HRA) module [16] has previously been applied in South Africa to assess health risks of
exposure to coarse particle air pollution [17,18] and sulfur dioxide [19], but not of PM, 5 or
PM; 5-bound trace elements. However, this has been done in many other countries [20-24].
The purpose of this study was to use US EPA HRA model to assess the health risks caused by
PM; 5 and PM; 5-bound trace elements in Thohoyandou, a rural South African community.

2. Materials and Methods
2.1. Study Area and Population

Thohoyandou is a town in the Thulamela municipality in northern South Africa. It is
located in Vhembe, a predominantly rural district bordering Zimbabwe and Mozambique
with a few interspersed urban settlements. It is also one of the poorest districts in South
Africa and has a very young population, with 40 percent of the population in Thohoyandou
being less than 20 years old [25]. Thulamela is a mostly agricultural municipality with
few industries and no large-scale mining operation [26]. The climate in Thohoyandou is
semi-arid to arid and precipitation occurs primarily during the summer [27]. There is no
active air quality monitoring station with data available through the South African Air
Quality Information System within the district [28].

2.2. Sampling and Data Analysis

PM,; 5 samples were collected for 24 h (from 9 a.m. to 9 a.m.) every third day between
18 April 2017 and 16 April 2018. Duplicate samples were collected every fifteenth day.
Gravimetric analysis was used to determine PM, 5 mass. The sampling site (22°58.650" S
and 030°26.646’ E) was located nine meters above ground at the University of Venda, close
to the center of Thohoyandou but away from major roads. Due to technical issues two
PMj; 5 measurements were missing, for 23 and 26 March 2018. The sampling process has
been described in detail by Novela et al. [29].

X-ray fluorescence spectrometry (XRF; using a XEPOS 5, SPECTRO Analytical In-
struments GmbH, Kleve, Germany) was used to determine concentrations of all elements
between aluminum and uranium in the periodic table. Measurements below the limit
of detection (LoD) were registered as LoD divided by /2 [30]. The duplicate sample
values were averaged. Precision was estimated using the root mean square method on the
duplicate sample values [31]. The significance of concentration differences between cold
and dry vs. warm and humid months was assessed using Welch’s unequal variances t-test.

Pearson’s correlation analysis was performed for PM; 5 and all analyzed trace el-
ements. Microsoft Excel (Microsoft Corporation, Redmonton, WA, USA) was used to
calculate air concentrations from the XRF data; all further calculations were performed in
MATLAB R2019b (Mathworks, Natick, MA, USA). Ethics approval (reference No. 19/2020)
was received from the Ethics Committee at the Faculty of Health Sciences, University of
Pretoria, on the 22nd of January 2020.
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2.3. Health Risk Assessment

We performed HRAs both for PM; 5 and separately for the nine detectable elements
for which the United States Environmental Protection Agency (US EPA) lists reference
concentrations in their Regional Screening Levels (RSL; US EPA 2019). We followed the stan-
dardized US EPA human health risk assessment framework [16]. Inhalation was assumed
to be the only route of exposure and exposure was considered to be continuous, in order to
account for the large degree to which ambient air infiltrates indoor spaces. Equation (1)
was used to calculate average daily doses (ADD) from ambient air concentrations:

ADD = (C x IR)/BW, 1)

where C signifies concentration (ng/ m3), IR inhalation rate (m3/ day), and BW body
weight (kg). Exposures were assessed by calculating field average daily doses (FADD)
using Equation (1) with the average yearly concentrations measured in Thohoyandou.
Inhalation rates and body weights used for the different subpopulations are found in
Table 1. American values were used for the reference population in order to be in line with
the studies on which the WHO guidelines were based [11,32].

Table 1. Variables and assumptions used for the health risk assessment.

Variable Population Value Source

Adults (Limpopo) 68.1 kg US AID [33]

Bodv weight Children (South Africa) 13.8 kg US AID [33]

ywels Infants (South Africa) 7.6 kg US AID [33]
Reference 73.7 kg Ogden et al. [32]

Adults and reference 14.9 m3/ day US EPA [9]

Inhalation rate Children 9.0m3/ day US EPA [9]

Infants 5.4 m®/day US EPA [9]

Equation (1) was also used to estimate safe average daily doses (SADD). For PM; 5,
SADD were calculated both from the yearly WHO guidelines (10 j1g/m3) and from the
yearly South African NAAQS (20 ug/ m?). For the trace elements, SADD were based on the
US EPA reference concentrations (RfC), below which non-cancer health risks are assumed
to be low [32]. The SADD based on WHO guidelines and US EPA reference concentrations
were calculated using body weight data from an adult American reference population,
whereas the SADD based on the South African NAAQS were based on a local body weight
data. Separate FADD were calculated for each age-group, using local data when available
(see Table 1). We used US EPA recommended values for inhalation rates, since no local
data were available. Non-cancer health risks, expressed as unitless hazard quotients (HQ),
were then calculated for each exposure using Equation (2):

HQ = FADD/SADD. @)

Out of the detected trace elements, nickel was the only element classified as carcino-
genic by the IARC and with an inhalation unit risk (IUR), listed in the "Regional Screening
Levels" for inhalation exposure [34,35]. The carcinogenic risk of nickel exposure from PM, 5
was estimated using Equation (3), following the method described by the US EPA [36]:

CR =C x IUR 3)

where CR signifies an upper bound estimate of the number of excess cancer cases caused
by the exposure. We used the IUR listed by the US EPA for nickel refinery dust, which was
2.4 x 10~* [34], as an approximation of the carcinogenic potential of PM, 5-bound nickel.
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3. Results
3.1. PM; 5 Concentrations

The annual average ambient air PM, 5 concentration for the study period was 11 pg/ m3,
which is above the yearly WHO guidelines (10 pg/m?), but below the yearly South African
NAAQS (20 ug/ md). During the study period the 24-h WHO guideline of 25 ug/m3 was ex-
ceeded in nine samples, but the 24-h South African NAAQS of 40 ng/m? was not exceeded
at any time. Six of the nine exceedances of the WHO guidelines took place during the cold
and dry months (May—October) and three during the warm and humid (November—April).
The average PM; 5 levels were significantly higher during the cold and dry than during the
warm and humid months (13 compared to 8.3 ug/m3, p < 0.01). The estimated precision of
the PM, 5 measurements was 43 percent, where a smaller number indicates higher preci-
sion, whereas the precision for the different trace element measurements varied between
33 and 89 percent.

3.2. Trace Element Concentrations

Median concentrations of the 17 elemental components detected in Thohoyandou
are presented in Table 2 (mean concentrations in Table S1). Together, the detected trace
elements explained 13 percent of the total PM; 5 mass. The element found in the highest
concentrations in PM, 5 was sulfur, followed by silicon, potassium, and iron. These ele-
ments, along with titanium, zinc, and bromine, were found in significantly higher levels
during the cold and dry months than during the warm and humid. A few elements were
found in higher concentrations during the warm and humid months; however, none of
these showed a statistically significant difference. In contrast, nickel levels showed high
day-to-day variations but remained stable throughout the year (see Figure S1).

Table 2. Median trace elemental concentrations in ambient PM; 5 in Thohoyandou, for the whole year and separately for

warm and humid months (November to April) and cold and dry months (May to October). Results from Chimidza and

Moloi [37], who conducted their sampling during winter (June to July), are included for comparison. All figures are in

ng/ mS3.
Thohoyandou Chimidza and Moloi, 2000
Annual St. dev. Nov-Apr  May-Oct Value Median Median Median
Median : Median Median P (Serowe) (Selibe-Phikwe) (Francis-Town)

PMy 5 8000 8300 6300 11,000 0.007 - - -
Si 160 300 120 220 <0.001 *1 * 1 * 1
S 350 650 270 460 <0.001 1100 280 320
Cl 22 120 21 24 0.911 60 63 62
K 100 220 62 180 <0.001 390 250 290
Ca 65 82 53 75 0.030 170 67 44
Ti 27 27 22 37 <0.001 15 18 7.1

A% 0.64 10 0.64 0.64 0.727 * * *
Mn 3.90 44 4.7 3.2 0.276 6.3 5.1 2.6
Fe 110 120 80 140 <0.001 210 260 100
Ni 14 5.0 14 14 0.924 1.7 2.3 0.6
Cu 2.3 5.2 2.3 2.2 0.972 2.3 2.3 1.1
Zn 1.9 3.2 1.0 2.9 0.002 6.8 34 3.7
Br 3.7 4.1 2.7 5.2 <0.001 8.0 8.5 8.3
Sr 2.2 1.3 24 2.0 0.853 1.1 0.6 0.3

Sb 25 18 27 24 0.877 - - -

Ba 20 11 21 20 0.310 - - -

U 2.5 2.3 2.6 2.4 0.091 - - -

-, not measured; *, below limit of detection (LoD) (elements below LoD in Thohoyandou not shown); !, Chimidza and Moloi have a LoD for

silicon at 720 ng/m?.
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3.3. Correlation of PM; 5 Trace Elements

Table 3 shows the correlations between PM, 5 and the trace elements. Iron, silicon, and
titanium were highly correlated with each other and, to a lesser degree, with potassium
and bromine. Additionally, sulfur, calcium, and zinc were associated with this group of
elements, although with somewhat weaker correlations. All of these substances were

significantly correlated with changes in the total PM, 5 mass.

Table 3. Pearson’s correlation coefficients for PM; 5 and detected trace elements. Correlations significant at o« = 0.05 level

after Holm-Bonferroni correction are in bold figures.

PM,5 Si S Cl K Ca Ti A% Mn Fe Ni Cu n Br Sr Sb Ba U
PM,5 1.0 0.6 0.6 0.0 0.6 0.3 06 —-01 —-02 06 0.1 0.0 04 0.6 0.0 01 -03 00
Si 1.0 0.7 0.1 0.8 0.6 09 —-01 —-02 09 0.0 0.0 0.5 0.6 0.0 0.1 0.0 0.0
S 1.0 0.0 0.5 0.2 06 —-01 -02 06 —02 —-02 04 0.6 0.0 01 -01 00
Cl 1.0 0.0 0.3 0.1 00 -01 01 —-02 0.1 0.1 0.1 0.0 0.0 00 -01
K 1.0 0.5 08 -01 -02 0.8 0.0 -01 04 0.8 0.1 0.1 0.0 0.0
Ca 1.0 07 —-01 00 0.6 0.1 0.2 0.5 0.4 0.1 0.1 0.2 0.0
Ti 1.0 -01 -02 0.9 0.0 0.0 0.5 0.6 0.1 0.2 0.1 0.1
v 1.0 00 -=01 0.0 00 —-01 00 00 —-01 00 0.0
Mn 1.0 -02 0.1 0.2 00 -03 —-01 0.1 0.1 0.0
Fe 1.0 00 —-01 05 07 00 0.1 0.0 0.0
Ni 1.0 0.2 01 -01 0.2 01 -01 01
Cu 1.0 05 —-01 0.1 0.1 0.0 0.1
Zn 1.0 0.4 0.1 0.1 0.0 0.0
Br 1.0 0.0 01 -01 -01
Sr 1.0 0.1 0.0 0.4
Sb 1.0 0.0 0.2
Ba 1.0 0.0
U 1.0

3.4. Health Risk Assessment

The HQ for the population of Thohoyandou was 1.18 or 0.54, using the WHO guide-
lines and the SA NAAQS as benchmarks, respectively, see Table 4. HQs for the colder
and drier months (1.44 or 0.67 using WHO guidelines or SA NAAQS, respectively) were
higher than for warm and humid months (0.90 or 0.42). The risks for children and infants
were higher than those for adults because of their higher breathing rate in relation to body
weight. The HQ for children was 3.29 and 1.52 using the WHO guidelines and SA NAAQS,

respectively, as the benchmark, and for infants 3.58 and 1.65.

Table 4. Benchmark concentrations and hazard quotients (HQs) for PM; 5 and the detected trace elements for which US

EPA gives reference concentrations. HQs > 1, indicating a health risk, are in bold figures.

Benchmark Adults Children Infants
(ug/m®) Annual Nov-Apr  May-Oct Annual Nov-Apr  May-Oct Annual Nov-Apr  May-Oct

PM, 5 20* 0.54 0.42 0.67 1.52 1.16 1.87 1.65 1.27 2.04
PM; 5 10 ** 1.18 0.90 1.44 3.29 2.51 4.03 3.58 2.74 4.39
Si 3 0.09 0.06 0.12 0.26 0.18 0.34 0.28 0.20 0.37
Cl 0.15 0.44 0.53 0.35 1.23 1.48 0.97 1.33 1.62 1.05
Ti 0.1 0.37 0.27 047 1.03 0.77 1.30 1.13 0.83 1.42
\% 0.1 0.05 0.05 0.05 0.14 0.13 0.14 0.15 0.14 0.16
Mn 0.05 0.11 0.12 0.09 0.30 0.34 0.26 0.33 0.37 0.28
Ni 0.014 1.10 1.13 1.06 3.06 3.15 2.97 3.33 343 3.23
Sb,y,O3 0.2 0.10 0.09 0.10 0.27 0.26 0.28 0.29 0.28 0.30
Ba 0.5 0.04 0.04 0.04 0.12 0.12 0.12 0.13 0.13 0.13
U 0.04 0.08 0.09 0.07 0.22 0.24 0.20 0.24 0.26 0.22

*, yearly South African national ambient air quality standards (NAAQS); **, yearly WHO air quality guidelines.
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HQs for the nine trace elements are found in Table 4. Nickel was the only element
with HQ above one for adults (HQs at 1.10, 3.06, and 3.33, for adults, children, and infants,
respectively). Furthermore, the excess cancer risk of nickel was 3.4 x 107°.

4. Discussion

The average yearly PM, 5 concentration measured in Thohoyandou (11 pg/m?) is
slightly above the yearly WHO guidelines (10 pg/m?), but below the yearly South African
NAAQS (20 ug/ m3). However, the daily PM; 5 limits set by the WHO (25 ug/ m?) were
exceeded in nine out of the 120 measurement days, suggesting that exceedances of the
daily limits are common.

The HRA indicates that PM; 5 and particle-bound nickel levels recorded in Thohoyan-
dou pose health risks to all age-groups, but especially to younger individuals. The HQ
for PM; 5 for adults was 1.18, as compared to the WHO benchmarks, which signifies an
increased risk compared to internationally accepted guidelines. The HRA indicated sub-
stantially higher risks for children (HQ at 3.29) and infants (3.58) and higher during the
cold and dry months than during the warm and humid months. The results also indicate
that the high nickel content of the PM; 5 contributes to both cancer and non-cancer risk
that exceed the acceptable standards set by the US EPA.

4.1. PMj 5 and Trace Element Concentrations

The PM; 5 concentrations recorded in Thohoyandou were relatively moderate in
comparison to what has been reported elsewhere in South Africa, although previous
knowledge of PM; 5 levels in rural South Africa is very limited. A population-weighted
average PM; 5 concentration of 26.6 ug/ m?3 for urban areas in South Africa was calculated
by Norman et al. based on data from 2000, with levels ranging from 17.0 pg/m? in City
of Cape Town to 39.5 pig/m3 in the Vaal Triangle [38]. Morakinyo et al. reported similar
PMj; 5 concentrations from an industrial area in Pretoria (38.2 pg/ m? for winter, June and
July, and 22.3 pg/ m?3 for summer, January, and February) [39].

The levels recorded in Thohoyandou are more similar to those reported from high-
income countries. For example, they are in line with or higher than those recorded for
some major urban centers in Europe and higher than all of the seven urban centers in
Sweden included in the 2017 EU "Urban PM; 5 Atlas" [40]. A much lower seasonal average
(5.6 ug/m?3) was also recorded during winter in a rural community in western Sweden [41].

Particle levels were significantly higher during the cold and dry months than during
the warm and humid months. This is in line with many previous studies [39,42,43].
Meteorological factors, domestic fuel burning, and varying agricultural activities may
contribute to this difference. The trace element analysis showed that not only levels but also
the composition of PM; 5 varied throughout the year. We found high correlations between
trace elements typically connected to crustal origins (see Table 3), similar to Chimidza and
Moloi, who conducted a similar trace element analysis with source apportionment in three
locations in eastern Botswana in 2000 [37]. These elements were also highly correlated
with total PM; 5 mass, indicating that crustal material is an important source of PM; 5
in Thohoyandou.

The most common elemental component in the recorded PM; 5 was sulfur. The median
levels of sulfur recorded in Thohoyandou during the cold and dry season (see Table 2)
were between those recorded in different locations by Chimidza and Moloi. Regarding
biomass burning and coal combustion as potential sources of sulfur, Chimidza and Moloi
concluded that “the most probable source for [sulfur] in Serowe is coal combustion” [37].
In Thohoyandou, however, other indicators of coal combustion, namely chlorine and
bromine, were neither as present as in Botswana, nor showed any correlation with sulfur
(see Table 3, ). Additionally, there are no large coal-fired power-plants in the vicinity of
Thohoyandou, indicating that biomass burning is instead the most likely source of sulfur
in PMj 5 in Thohoyandou.
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4.2. Health Risks

The HQs presented in Table 4 show that despite PM; 5 levels in Thohoyandou only
exceeded the WHO guidelines slightly and were well below South African NAAQS, HQs
were above one, indicating health risks. The lower average body weight of the adult South
African population compared to the US American reference population contributed to
the higher HQs. Furthermore, as noted above, the levels recorded in Thohoyandou were
comparable to or higher than levels recorded in North American and European cities. The
substantial health effects reported from these countries suggest that the levels recorded
in Thohoyandou could be similarly harmful, despite being moderate in a South African
context. It has also been strongly suggested that exposure at concentrations below the WHO
guidelines can also negatively impact human health [44,45]. The WHO also stated in their
2013 review of the guidelines that “recent long-term studies show associations between
PM and mortality at levels well below the current annual WHO air quality guideline level
for PMy5” [46].

Whereas the HRA indicates that the adult population faces health risks only during
the cold and dry months, children and infants are exposed to doses much higher than those
affecting adults throughout the year. Due to their higher inhalation rate-to-body weight
ratio, infants and children face HQs approximately three times those of adults. In addition
to this, children are in general exposed to higher levels of soil dust, both since they usually
spend more time outdoors and since they are inherently closer to the ground [7,8]. Likewise,
there are likely to be other groups with higher vulnerability and susceptibility, e.g., elderly
or people with diseases who are at higher risk for the relevant adverse health effects.

Thabethe et al. [18] has previously applied the HRA method in South Africa with
special regards to the younger population. However, Thabethe et al. calculated different
SADDs for different age groups, resulting in equal HQs. This method implies that the
same concentration poses the same risk to adults, children, and infants, even though the
latter two are exposed to a higher dose. In this study, HQs were also calculated separately
for each age group. However, these were calculated using the same SADD, i.e., under
the assumption that the same inhaled amount per body weight would pose the same
risk to adults, children, and infants, similar to Traczyk and Gruszecka-Kosowska [24].
Presumably, this is also an underestimation, since the method does not consider that
younger individuals have a higher susceptibility and vulnerability.

Under the present South African NAAQS for PM; 5 the highest acceptable average
PM, 5 level will be successively lowered in three steps [12]. The current regulations
stipulate a maximum yearly average of 20 pg/m? and will be lowered to 15 pg/m?3
in 2030. These are both above the current WHO guidelines and the levels we report
from Thohoyandou, rendering the regulation non-effective in protecting the health of the
population in Thohoyandou. In order to reach levels where the risk posed by exposure to
ambient air PM, 5 no longer exceeds accepted health risks for adults, children, and infants
in Thohoyandou (i.e., a HQ < 1) these regulations would need to be lowered to 9.2 ug/m?,
3.3 ug/m3, or 3.0 pg/m3, respectively. A revision of the WHO guidelines is currently
ongoing but not yet published.

For adults, the only trace element with non-cancerous HQ above one was nickel.
Nickel from particulate matter has been connected to increased wheeze during the first
two years of life [47]. Moreover, PM; 5 containing nickel, as well as a variety of other metals
(e.g., iron, copper, and zinc), have been shown to increase the prevalence of respiratory
infections as well as asthma in both children and adults [48]. Nickel was also the only
element with carcinogenic potential documented by the IARC that was found in detectable
levels. The excess cancer risk calculated using the method indicated by the US EPA
showed that nickel causes an excess of 3.4 cancer cases per million inhabitants per year
in Thohoyandou.

Chloride and titanium resulted in HQs above one for children and infants, but not
for adults. Exposure to inhaled chlorine can cause respiratory symptoms and disease, e.g.,
wheeze, cough, dyspnea, shortness of breath, pneumonitis, and abnormalities in diagnostic
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imaging [49]. Particle-bound titanium can cause negative health effects and have been
linked to an increase in biomarkers related to endothelial function as well as increased
mortality [50,51].

4.3. Strengths and Limitations

Since few studies, including health risk assessments, on the health effects of PM; 5
in ambient air pollution have been undertaken in sub-Saharan Africa and regular mon-
itoring is not well-developed [15], this study adds an important insight on the health
effects of PMj 5 air pollution in rural southern Africa. A strength of this study is that
Thohoyandou, as a comparably non-industrialized rural town in a semi-arid climate, with
both agricultural activities and some persistence of biological fuel combustion for heating
and cooking, is presumably representative of the PM; 5 exposure faced by a relatively
large and little studied population. This study is limited by using data from only one
measuring station and by the relatively low precision of the concentration data. However,
the data were collected at a background site with no known local sources of pollution,
which would be similar to residential areas at a distance from larger thoroughfares without
local fuel combustion.

The HRA methodology is standardized by the US EPA and is, in its simplest form,
a way to relate the risk of a certain exposure to the risk associated with a pre-defined
acceptable exposure, which in practice is used as a “unit risk”. Strengths of the method
is that it is cost-efficient, standardized, and requires no health data. However, the HRA
method assumes that there is a threshold level below which exposure is risk-free, and that
risks associated with exposure above this level increase linearly. The HRA method also
does not account for synergies between exposure to different pollutants, variability in the
toxicity of a certain exposure, e.g., depending on particle composition, or differences in
population sensitivity.

The use of the WHO guidelines and SA NAAQS as benchmarks to establish a “safe”
exposure level is both a strength and a limitation. It is problematic insofar that there is no
toxicologically established lowest observed adverse effect level for PM; 5, and because the
guidelines may be seen less as a threshold, below which there may be expected no health
effects of exposure, but rather as a target towards which countries may strive in order to
improve public health. However, the use of epidemiologically established benchmarks also
means that the problem of calculating the effective dose, i.e., the amount of the pollutant
that comes into contact with or traverses the respiratory membrane is much lower than the
concentration in ambient air, is largely circumvented [52]. Since both the WHO guidelines
and the US EPA RfC values are epidemiologically derived these effects are considered from
the outset.

A further limitation to this study is the lack of local data on inhalation rates. Instead,
we have used standard values for inhalation rate from US EPA “Exposure Factors” Hand-
book”. However, the recommended inhalation rates are both subdivided according to age
group and consider the correlation between body weight and inhalation rates and can
therefore be expected to be similar to the inhalation rates of the Thohoyandou population.
We used local estimates for body weights, but decided to retain the US estimates for the
reference population, since the WHO PM,; 5 guidelines were developed based on studies
conducted in an adult US study population.

Lastly, it is worth noting that the equations we used for calculating the HQ (Equation (2))
are analogous to the ones used by a number of other studies [20-22,53], but different from
others [17,54]. We define the HQ as the quotient between the actual dose of the exposed
subgroup (FADD) and the established safe dose (SADD) calculated from exposure to a
benchmark concentration of PM; 5 in a standard population. In this way, we obtain a
unitless HQ. In contrast, Jan et al. [54] and Morakinyo et al. [17] define their HQ as the
quotient of the field dose and the benchmark concentration itself, i.e., a quotient of a dose
and a concentration, which, apart from making the HQ unit dependent, bears the risk of
understating health risks, with potential implications on public health.
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5. Conclusions

The results of this study indicate that PM; 5 ambient air pollution in Thohoyandou, de-
spite levels being seemingly reassuring in the South African context, could have substantial
adverse effects on health of the population in Thohoyandou. The health risk assessment
indicates that the general adult population faces health risks only during the cold and dry
months, while children and infants are exposed to doses much higher than those affecting
adults throughout the entire year. Levels of particle-bound nickel surpassed reference
concentrations and the carcinogenic hazard of nickel exposure exceeded the accepted risk
level established by the US EPA, with the carcinogenic health risk assessment indicating an
upper bound estimate of 3.4 excess cancer cases per million inhabitants. However, it is diffi-
cult to point out the source of nickel emissions in Thohoyandou, which highlights the need
for further research into the sources of PM; 5 and the health effects of the high nickel levels,
in addition more immediate measures to reduce nickel emissions affecting Thohoyandou.

We conclude that current South African air quality regulations are not sufficiently
effective in protecting the health of the population in Thohoyandou. In order for the
regulations to be effective in protecting the health of all age-groups the accepted levels
would need to be substantially lowered. The rise in non-communicable diseases, which
are generally exacerbated by exposure to air pollution, in rural South Africa as part of the
epidemiological transition, makes it probable that the health impact caused by air pollution
will increase.

Supplementary Materials: The following are available online at https://www.mdpi.com/1660-4
601/18/3/1359/s1, Figure S1: Time-levels graph of nickel levels measured in Thohoyandou, Table
S1: Yearly average ambient air concentrations in ng/ m? of PM, 5 and PM, 5-bound trace elements
measured in Thohoyandou, South Africa, between 18 April 2017 and 16 April 2018.

Author Contributions: Conceptualization, J.W.; methodology, KK.E., FK,, and ].W,; formal analysis,
K.XK.E. and FK,; investigation, J.B.; resources, ].B.; data curation, K.K.E. and FK.; writing—original
draft preparation, K.K.E. and FK.; writing—review and editing, ].W., L.S., and P.M.; supervision,
J.W., L.S. and PM. All authors have read and agreed to the published version of the manuscript.

Funding: KK.E. and EK. both received the Axel Lennart Larsson travel grant. L.S. was funded by the
Swedish state under the agreement between the Swedish government and the county councils, the
ALF-agreement (ALFGBG-872511). ].W. received funding from the South African National Research
Foundation (Collaborative Postgraduate Training Programme grant CPT160424162937). The sources
of funding had no influence on the project.

Institutional Review Board Statement: Not applicable.
Informed Consent Statement: Not applicable.

Data Availability Statement: Data are available upon request, but if used in another manuscript the
authors wish to be included as co-authors.

Acknowledgments: The authors wish to thank Rirhandzu Novela for the PM; 5 sampling.

Conflicts of Interest: The authors declare no conflict of interest.

References

1.

Stanaway, J.D.; Afshin, A.; Gakidou, E.; Lim, S.S.; Abate, D.; Abate, K.H.; Abbafati, C.; Abbasi, N.; Abbastabar, H.; Abd-Allah,
E; et al. Global, regional, and national comparative risk assessment of 84 behavioural, environmental and occupational, and
metabolic risks or clusters of risks for 195 countries and territories, 1990-2017: A systematic analysis for the Global Burden of
Disease Stu. Lancet 2018, 392, 1923-1994. [CrossRef]

Pope, C.A.; Coleman, N.; Pond, Z.A; Burnett, R.T. Fine particulate air pollution and human mortality: 25+ years of cohort studies.
Environ. Res. 2020, 183, 108924. [CrossRef]

Landrigan, PJ.; Fuller, R,; Acosta, N.J.R.; Adeyi, O.; Arnold, R.; Basu, N.; Baldé, A.B.; Bertollini, R.; Bose-O’Reilly, S.; Boufford, ].I;
et al. The Lancet Commission on pollution and health. Lancet 2018, 391, 462-512. [CrossRef]

Mannucci, PM.; Franchini, M. Health effects of ambient air pollution in developing countries. Int. ]. Environ. Res. Public Health
2017, 14, 1048. [CrossRef]


https://www.mdpi.com/1660-4601/18/3/1359/s1
https://www.mdpi.com/1660-4601/18/3/1359/s1
http://doi.org/10.1016/S0140-6736(18)32225-6
http://doi.org/10.1016/j.envres.2019.108924
http://doi.org/10.1016/S0140-6736(17)32345-0
http://doi.org/10.3390/ijerph14091048

Int. J. Environ. Res. Public Health 2021, 18, 1359 10 of 11

10.

11.

12.

13.

14.

15.

16.

17.

18.

19.

20.

21.

22.

23.

24.

25.

26.

27.

28.

29.

30.

31.

Bennett, W.D.; Zeman, K.L. Effect of body size on breathing pattern and fine-particle deposition in children. J. Appl. Physiol. 2004,
821-826. [CrossRef]

Rosenthal, M.; Bush, A. The growing lung: Normal development, and the long-term effects of pre- and postnatal insults. In
European Respiratory Monograph; European Respiratory Society Journals Ltd.: Sheffield, UK, 2002; pp. 1-24. ISBN 1904097227.
Sly, P.D.; Flack, E. Susceptibility of children to environmental pollutants. Ann. N. Y. Acad. Sci. 2008, 1140, 163-183. [CrossRef]
US EPA. Child-Specific Exposure Factors Handbook; Government Publishing Office: Washington, DC, USA, 2008; ISBN EPA /600/R-
06/096F.

US EPA. Exposure Factors Handbook: 2011 Edition; Government Publishing Office: Washington, DC, USA, 2011; ISBN EPA /600/R-
090/052F.

Rissler, J.; Gudmundsson, A.; Nicklasson, H.; Swietlicki, E.; Wollmer, P.; Londahl, J. Deposition efficiency of inhaled particles
(15-5000 nm) related to breathing pattern and lung function: An experimental study in healthy children and adults. Part. Fibre
Toxicol. 2017, 14, 1-12. [CrossRef]

WHO Regional Office for Europe. Air Quality Guidelines for Particulate Matter, Ozone, Nitrogen Dioxide and Sulfur Dioxide: Global
Update 2005; World Health Organization Regional Publications: Copenhagen, Denmark, 2005; ISBN 92 890 2192 6.

Department of Environmental Affairs. National ambient air quality standard for particulate matter with aerodynamic diameter
less than 2.5 micron metres (PM2.5). Gov. Gaz. 2012, GN35463, 7-9.

Altieri, K.E.; Keen, S.L. Public health benefits of reducing exposure to ambient fine particulate matter in South Africa. Sci. Total
Environ. 2019, 684, 610-620. [CrossRef]

Kabudula, C.W.; Houle, B.; Collinson, M.A; Kahn, K.; Gomez-Olivé, EX.; Clark, S.J.; Tollman, S. Progression of the epidemiological
transition in a rural South African setting: Findings from population surveillance in Agincourt, 1993-2013. BMC Public Health
2017, 17, 1-15. [CrossRef]

Katoto, PD.M.C.; Byamungu, L.; Brand, A.S.; Mokaya, J.; Strijdom, H.; Goswami, N.; De Boever, P.; Nawrot, T.S.; Nemery, B.
Ambient air pollution and health in Sub-Saharan Africa: Current evidence, perspectives and a call to action. Environ. Res. 2019,
173,174-188. [CrossRef]

US EPA. Conducting a Human Health Risk Assessment. Available online: https://www.epa.gov/risk/conducting-human-
health-risk-assessment (accessed on 15 October 2019).

Morakinyo, O.M.; Adebowale, A.S.; Mokgobu, M.I.; Mukhola, M.S. Health risk of inhalation exposure to sub-10 um particulate
matter and gaseous pollutants in an urban-industrial area in South Africa: An ecological study. BMJ] Open 2017, 7, e013941.
[CrossRef]

Thabethe, N.D.L.; Engelbrecht, ]J.C.; Wright, C.Y.; Oosthuizen, M.A. Human health risks posed by exposure to PM10 for four life
stages in a low socio-economic community in South Africa. Pan. Afr. Med. ]. 2014, 18, 1-12. [CrossRef]

Matooane, M.; Diab, R. Health risk assessment for sulfur dioxide pollution in South Durban, South Africa. Arch. Environ. Health
2003, 58, 763-770. [CrossRef]

Feng, J.; Yu, H.; Liu, S; Su, X,; Li, Y.; Pan, Y.; Sun, ]. PM2.5 levels, chemical composition and health risk assessment in Xinxiang, a
seriously air-polluted city in North China. Environ. Geochem. Health 2017, 39, 1071-1083. [CrossRef]

Chalvatzaki, E.; Chatoutsidou, S.E.; Lehtomiki, H.; Almeida, S.M.; Eleftheriadis, K.; Hinninen, O.; Lazaridis, M. Characterization
of human health risks from particulate air pollution in selected European cities. Atmosphere 2019, 10, 96. [CrossRef]

Slezakova, K.; Morais, S.; do Carmo, PM. Trace metals in size-fractionated particulate matter in a Portuguese hospital: Exposure
risks assessment and comparisons with other countries. Environ. Sci. Pollut. Res. 2014, 21, 3604-3620. [CrossRef]

Agarwal, A.; Mangal, A.; Satsangi, A.; Lakhani, A.; Kumari, K.M. Characterization, sources and health risk analysis of PM2.5
bound metals during foggy and non-foggy days in sub-urban atmosphere of Agra. Atmos. Res. 2017, 197, 121-131. [CrossRef]
Traczyk, P.; Gruszecka-Kosowska, A. The Condition of Air Pollution in Krakéw, Poland, in 2005-2020, with Health Risk
Assessment. Int. |. Environ. Res. Public Health 2020, 17, 6063. [CrossRef]

Statistics South Africa Thohoyandou. Available online: http:/ /www.statssa.gov.za/?page_id=4286&id=12542 (accessed on 24
December 2019).

Massyn, N.; English, R.; McCracken, P.; Ndlovu, N.; Gerritsen, A.; Bradshaw, D.; Groenewald, P. Disease Profile for Vhembe Health
District; Health Systems Trust: Durban, South Africa, 2015; ISBN 9781919839820.

Kottek, M.; Grieser, J.; Beck, C.; Rudolf, B.; Rubel, F. World map of the Képpen-Geiger climate classification updated. Meteorol. Z.
2006, 15, 259-263. [CrossRef]

Department of Environmental Affairs South African Air Quality Information System. Available online: http://saaqis.environment.
gov.za/ (accessed on 11 February 2020).

Novela, R]J.; Gitari, W.M.; Chikoore, H.; Molnar, P.; Mudzielwana, R.; Wichmann, J. Chemical characterization of fine particulate
matter, source apportionment and long-range transport clusters in Thohoyandou, South Africa. Clean Air J. 2020, 30, 1-12.
[CrossRef]

Hornung, R.W,; Reed, L.D. Estimation of Average Concentration in the Presence of Nondetectable Values. Appl. Occup. Environ.
Hyg. 1990, 5, 46-51. [CrossRef]

Hyslop, N.P.; White, W.H. Estimating precision using duplicate measurements. J. Air Waste Manag. Assoc. 2009, 59, 1032-1039.
[CrossRef]


http://doi.org/10.1152/japplphysiol.01403.2003
http://doi.org/10.1196/annals.1454.017
http://doi.org/10.1186/s12989-017-0190-8
http://doi.org/10.1016/j.scitotenv.2019.05.355
http://doi.org/10.1186/s12889-017-4312-x
http://doi.org/10.1016/j.envres.2019.03.029
https://www.epa.gov/risk/conducting-human-health-risk-assessment
https://www.epa.gov/risk/conducting-human-health-risk-assessment
http://doi.org/10.1136/bmjopen-2016-013941
http://doi.org/10.11604/pamj.2014.18.206.3393
http://doi.org/10.3200/AEOH.58.12.763-770
http://doi.org/10.1007/s10653-016-9874-5
http://doi.org/10.3390/atmos10020096
http://doi.org/10.1007/s11356-013-2316-3
http://doi.org/10.1016/j.atmosres.2017.06.027
http://doi.org/10.3390/ijerph17176063
http://www.statssa.gov.za/?page_id=4286&id=12542
http://doi.org/10.1127/0941-2948/2006/0130
http://saaqis.environment.gov.za/
http://saaqis.environment.gov.za/
http://doi.org/10.17159/caj/2020/30/2.8735
http://doi.org/10.1080/1047322X.1990.10389587
http://doi.org/10.3155/1047-3289.59.9.1032

Int. J. Environ. Res. Public Health 2021, 18, 1359 11 of 11

32.

33.
34.

35.
36.

37.

38.

39.

40.

41.

42.

43.

44.

45.

46.

47.

48.

49.

50.

51.

52.

53.

54.

Ogden, C.L,; Fryar, C.D.; Carroll, M.D.; Flegal, KM. Mean Body Weight, Height, and Body Mass Index, United States 1960—-2002.
Adv. Data 2004, 347.

US AID. The DHS Program. Available online: https://dhsprogram.com/ (accessed on 21 February 2020).

US EPA Regional Screening Levels. Available online: https:/ /www.epa.gov /risk/regional-screening-levels-rsls-generic-tables
(accessed on 10 March 2020).

IARC. Agents Classified by the IARC Monographs; IARC: Lyon, France, 2019; Volumes 1-116.

US EPA. Guidelines for Carcinogen Risk Assessment (EPA/630/P-03/001B); Government Publishing Office: Washington, DC, USA,
2005.

Chimidza, S.; Moloi, K. Identification of sources of aerosol particles in three locations in eastern Botswana. J. Geophys. Res. Atmos.
2000, 105, 17811-17818. [CrossRef]

Norman, R.; Cairncross, E.; Witi, ].; Bradshaw, D.; South African Comparative Risk Assessment Collaborating Group. Estimating
the burden of disease attributable to urban outdoor air pollution in South Africa in 2000. S. Afr. Med. J. 2007, 97, 782-790.
Morakinyo, O.M.; Mukhola, M.S.; Mokgobu, M.I. Concentration levels and carcinogenic and mutagenic risks of PM2.5-bound
polycyclic aromatic hydrocarbons in an urban—industrial area in South Africa. Environ. Geochem. Health 2019, 2. [CrossRef]
Thunis, P.; Degraeuwe, B.; Pisoni, E.; Trombetti, M.; Peduzzi, E.; Belis, C.A.; Wilson, J.; Vignati, E. Urban PM2.5 Atlas—Air Quality
in European Cities; Publications Office of the European Union: Luxembourg, Luxembourg, 2017.

Molnar, P; Sallsten, G. Contribution to PM2.5 from domestic wood burning in a small community in Sweden. Environ. Sci.
Process. Impacts 2013, 15, 833-838. [CrossRef]

Kalisa, E.; Nagato, E.G.; Bizuru, E.; Lee, K.C.; Tang, N.; Pointing, S.B.; Hayakawa, K.; Archer, S.D.J.; Lacap-Bugler, D.C.
Characterization and Risk Assessment of Atmospheric PM2.5 and PM10 Particulate-Bound PAHs and NPAHs in Rwanda,
Central-East Africa. Environ. Sci. Technol. 2018, 52, 12179-12187. [CrossRef]

Kumar, M.K,; Sreekanth, V.; Salmon, M.; Tonne, C.; Marshall, ].D. Use of spatiotemporal characteristics of ambient PM2.5 in rural
South India to infer local versus regional contributions. Environ. Pollut. 2018, 239, 803-811. [CrossRef]

Brook, R.D.; Rajagopalan, S.; Pope, C.A.; Brook, ].R.; Bhatnagar, A.; Diez-Roux, A.V.; Holguin, E; Hong, Y.; Luepker, R.V.;
Mittleman, M.A; et al. Particulate matter air pollution and cardiovascular disease: An update to the scientific statement from the
american heart association. Circulation 2010, 121, 2331-2378. [CrossRef]

Burnett, R.; Chen, H.; Szyszkowicz, M.; Fann, N.; Hubbell, B.; Pope, C.A.; Apte, ].S.; Brauer, M.; Cohen, A.; Weichenthal, S.; et al.
Global estimates of mortality associated with longterm exposure to outdoor fine particulate matter. Proc. Natl. Acad. Sci. USA
2018, 115, 9592-9597. [CrossRef]

WHO. Review of Evidence on Health Aspects of Air Pollution—REVIHAAP Project: Technical Repor; World Health Organisation:
Copenhagen, Denmark, 2013; Volume 49, pp. 35-42.

Patel, M.M.; Hoepner, L.; Garfinkel, R.; Chillrud, S.; Reyes, A.; Quinn, ].W.; Perera, E; Miller, R.L. Ambient Metals, Elemental
Carbon, and Wheeze and Cough in New York City Children through 24 Months of Age. Am. . 2009. [CrossRef]

Gehring, U.; Beelen, R.; Eeftens, M.; Hoek, G.; De Hoogh, K.; De Jongste, ]J.C.; Keuken, M.; Koppelman, G.H.; Meliefste, K;
Oldenwening, M.; et al. Particulate matter composition and respiratory health the PIAMA birth cohort study. Epidemiology 2015,
26, 300-309. [CrossRef]

White, C.W.; Martin, ].G. Chlorine gas inhalation: Human clinical evidence of toxicity and experience in animal models. Proc. Am.
Thorac. Soc. 2010, 7, 257-263. [CrossRef]

Wu, S.; Yang, D.; Pan, L.; Shan, J.; Li, H.; Wei, H.; Wang, B.; Huang, J.; Baccarelli, A.A.; Shima, M.; et al. Chemical constituents and
sources of ambient particulate air pollution and biomarkers of endothelial function in a panel of healthy adults in Beijing, China.
Sci. Total Environ. 2016, 560-561, 141-149. [CrossRef]

Basagaria, X.; Jacquemin, B.; Karanasiou, A.; Ostro, B.; Querol, X.; Agis, D.; Alessandrini, E.; Alguacil, J.; Artifiano, B.; Catrambone,
M.; et al. Short-term effects of particulate matter constituents on daily hospitalizations and mortality in five South-European
cities: Results from the MED-PARTICLES project. Environ. Int. 2015, 75, 151-158. [CrossRef]

US EPA. Exposure Assessment Tools by Routes—Inhalation. Available online: https://www.epa.gov/expobox/exposure-
assessment-tools-routes-inhalation (accessed on 10 March 2020).

Ramirez, O.; de la Campa, A M.S.; Sanchez-Rodas, D.; de la Rosa, ].D. Hazardous trace elements in thoracic fraction of airborne
particulate matter: Assessment of temporal variations, sources, and health risks in a megacity. Sci. Total Environ. 2020, 710, 136344.
[CrossRef]

Jan, R.; Roy, R.; Yadav, S.; Satsangi, P.G. Chemical fractionation and health risk assessment of particulate matter-bound metals in
Pune, India. Environ. Geochem. Health 2018, 40, 255-270. [CrossRef]


https://dhsprogram.com/
https://www.epa.gov/risk/regional-screening-levels-rsls-generic-tables
http://doi.org/10.1029/2000JD900182
http://doi.org/10.1007/s10653-019-00493-2
http://doi.org/10.1039/c3em30864b
http://doi.org/10.1021/acs.est.8b03219
http://doi.org/10.1016/j.envpol.2018.04.057
http://doi.org/10.1161/CIR.0b013e3181dbece1
http://doi.org/10.1073/pnas.1803222115
http://doi.org/10.1164/rccm.200901-0122OC
http://doi.org/10.1097/EDE.0000000000000264
http://doi.org/10.1513/pats.201001-008SM
http://doi.org/10.1016/j.scitotenv.2016.03.228
http://doi.org/10.1016/j.envint.2014.11.011
https://www.epa.gov/expobox/exposure-assessment-tools-routes-inhalation
https://www.epa.gov/expobox/exposure-assessment-tools-routes-inhalation
http://doi.org/10.1016/j.scitotenv.2019.136344
http://doi.org/10.1007/s10653-016-9900-7

	Introduction 
	Materials and Methods 
	Study Area and Population 
	Sampling and Data Analysis 
	Health Risk Assessment 

	Results 
	PM2.5 Concentrations 
	Trace Element Concentrations 
	Correlation of PM2.5 Trace Elements 
	Health Risk Assessment 

	Discussion 
	PM2.5 and Trace Element Concentrations 
	Health Risks 
	Strengths and Limitations 

	Conclusions 
	References

