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Abstract

The application of plastic film in field crop production elevated the phthalate esters (PAEs) accumulation in wheat grains, which
poses potential risks to human health. However, the variation of grain PAEs contents in different dryland areas is not clear, and
the distribution of PAEs in different tissues of grains has not been studied yet. In the present study, field experiments in five sites
(three provinces) with two treatments (soil with and without film mulching) were carried out to study the concentration and
distribution of PAEs in grains and the effects of environmental factors on them. Results showed that the total PAE concentration
(O_PAEs) in wheat grains ranged from 445 to 764 pg/kg, mainly in the forms of di-(2-ethylhexyl)-phthalate (DEHP), dibutyl
phthalate (DBP), and diisobutyl phthalate (DIBP). Compared with control, total PAE concentrations in soils and wheat grains
were significantly higher in treatments with film mulching. The effects of film on the proportion of PAEs in the flour and bran
varied with experiment sites. Grain PAEs in the control groups presented significantly negative correlation with annual temper-
ature, while there was a positive correlation between soil PAEs and bran PAESs in the film treatment. Results in this study are of

great significance to comprehensively evaluate the effect of film mulching on grain safety in dryland wheat production.
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Introduction

Phthalate acid esters (PAEs, or phthalates), as a synthetic or-
ganic compound, have been extensively used in the produc-
tion of plastics to increase the extensibility and plasticity of
plastics (Benson. 2009, Colombani et al. 2009). The global
plastic production exceeded 150 million tons in 2015, and the
global annual use of PAEs reached approximately 6—8 million
tons (Net et al. 2015). As environmental hormone disrupters,
phthalates are not covalently bonded to the polymer (Abdel
daiem et al. 2012) and can be migrated readily from plastic
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substrates to the environment (Chen et al. 2013, Colombani
et al. 2009). Thus, six PAEs of them have been listed as pri-
ority pollutants in the United States Environmental Protection
Agency (USEPA. 2013a). For example, in the United States,
the highest concentration of Di-(2-ethylhexyl) phthalate
(DEHP) allowed is 0.006 mg/L under the Safe Drinking
Water Act (USEPA, 2013b), and the reference doses
for DEHP recommended is 20 pg/(kg bw-d) (USEPA,
2005).

The wide use of plastic film in crop production has caused the
accumulation of PAEs in soils and crops. PAEs have been de-
tected in soils (Lii et al. 2018, Niu et al. 2014, Zeng et al. 2008),
vegetables (Chen et al. 2017), wheat (Shi et al. 2019), and rice
grains (Lu et al. 2016). The occurrence of PAEs in plants was
reported to be affected by various factors, including soil PAEs,
plant cultivars, and the physicochemical properties of PAEs. A
pot experiment showed that vegetables mainly adsorbed PAEs
from soil (Zeng et al. 2005). A long-term field experiment
showed that there was a significant positive correlation of
PAEs concentration between wheat and soil (Shi et al. 2019),
while the results of the multisite investigation showed that there
was no significant correlation between vegetable and soil PAEs
(Li et al. 2016, Wang et al. 2015). Studies on rice genotypes
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showed that there were significant differences of DEHP concen-
trations in grains for different rice species (Cai et al. 2015). In
addition, the PAE accumulation in crops is also affected by
physicochemical properties of different PAE congeners. The
PAE congeners with higher water solubility and lower octanol-
water partition coefficient would be absorbed more easily by
edible plants (Wang et al. 2015, Sun et al. 2015).

Wheat, as one of the main food crops, has been widely
planted in the arid and semi-arid areas, where film mulching
was extensively used in crop production. Our previous study
showed that long-term film mulching could result in PAEs
accumulation in wheat grains (Shi et al. 2019). However, the
variation of grain PAEs content in different dryland areas is
not clear, and the distribution of PAEs in different tissues of
grains has not been studied yet. As an edible plant, wheat
grains are often divided into bran and flour during processing,
and flour will generally enter the human body as an edible
part. Studying the proportion of PAEs in flour and bran of
wheat grains, analyzing their differences, and the affecting
factors among different sites are critical for assessing the
health risk caused by plastic film mulching.

Therefore, the objectives of this study were to clarify the
distribution of PAEs in wheat grains and reveal their relations
with film mulching and other environmental factors by
conducting five field experiments simultaneously with two
treatments (with and without film) in northwest China, includ-
ing Shaanxi, Shanxi, and Gansu provinces.

Materials and methods
Chemicals and materials

Seven standard mixtures of PAEs, including DMP (dimethyl
phthalate), DEP (diethyl phthalate), BBP (butyl benzyl phthal-
ate), DIBP (diisobutyl phthalate), DBP (dibutyl phthalate),
DEHP, and DNOP (Di-n-octyl phthalate) dissolved in aceto-
nitrile with 2000 mg/L, were purchased from Reference
Materials (Beijing, China). Benzyl benzoate was obtained
from Dr. Ehrenstorfer (Augsburg, Germany). HPLC-grade
acetonitrile was purchased from Tedia (Ohio, USA). Primary
secondary amine (PSA, 40-60 um) were obtained from Agela
(Tianjin, China). Other chemicals (analytical purity), such as
anhydrous magnesium sulfate (MgSO,) and sodium chloride
(NaCl), were procured from Sinopharm Chemical Reagent
(Beijing, China). MgSO,4 and NaCl were purified at 600 °C
for 4 h in a muffle furnace. Ultrapure water was prepared from
Millipore Corp. system (18.2 M2 cm).

Design of sites for field experiment

Field experiments were carried out in five sites from three
provinces, including Yongshou (YS) in Shaanxi, Hongtong
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(HT) and Wenxi (WX) in Shanxi, and Qingshui (QS) and
Tongwei (TW) in Gansu during 2017-2018 in the northwest
dryland area of China. Winter wheat was sown in September
and harvested in June of the following year. Locations of field
experiments were shown in Fig. 1. Soils in these locations are
classified as silt loam by the USDA texture classification sys-
tem (Soil Survey Staff, 1998). The basic physical and chem-
ical properties of soil (020 cm) were exhibited in Table S1.

Two treatments with and without plastic film mulching
were conducted for each field experiment, replicated three
times per treatment. The local traditional mulching modes
and management methods were adopted in this experiment.
The local widely planted wheat cultivar was selected for each
site. Planting patterns, wheat cultivars, and other field infor-
mation were shown in Table S2. For the film mulching treat-
ment (PM), the film used in the last growing season was re-
moved and replaced with new one before next year’s wheat
sowing in four experiment sites (WX, HT, YS, and TW). In
QS, the plastic film was not recovered but incorporated into
the soil by tillage, and new film is used in the next growing
season. For the control treatment (CK), wheat was planted in
flat and the soil surface without mulching, and other condi-
tions remain the same as the corresponding film mulching
treatment in each site.

Sample collection and extraction

Grain and soil samples were collected in the harvest stage.
During the sample collection, processing, and storage, plastic
materials were avoided. Four wheat quadrats (1.0 x 1.0 m?)
representing the growth of whole plot were selected to deter-
mine the wheat grain yield.

For plant sample collection, 100 ears of wheat were selected
randomly from each plot to ensure sample representativeness
and threshed manually after air-drying. Some grains were rinsed
three times with distilled water and deionized water, respectively,
then divided into flour and bran, and finally ground into powder
by using quadrumat junior mill (Brabender, Germany) and ball
milling machine (Retsch, Germany). All processed powdered
samples were wrapped in aluminum foil and stored at — 20 °C
in refrigerator before analysis.

Soil samples were collected in the topsoil of 0-20 cm. Five
cores in each plot were selected and collected by a steel soil
auger, bulked, and then transferred to brown paper bags. All
soil samples were ground and sieved through 60 mesh after
air-dried and stored at — 20 °C in refrigerator before analysis.

The extraction and purification of PAEs were performed as
in the previous study (Dong et al. 2017). For each sample
extraction, 0.50-g sample was added into a 10-mL PTFE cen-
trifuge tube. After the addition of 2.0 mL ultrapure water, the
solution was acidified to pH 6.0 with 1 M hydrochloric acid,
vortexed for 30 s, and then left to hydrate for 15 min. Next, 2.0
mL acetonitrile was added exactly to the mixture and shaken
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Fig. 1 Locations of field experiment sites in Gansu, Shaanxi, and Shanxi

violently by a vortex agitator for 2 min. Subsequently, 0.32 g
of sodium chloride and 0.70 g of anhydrous magnesium sul-
fate were added into the mixture, vortexed for 30 s, and then
centrifuged (Cence, China) at 6500 r for 5 min. One milliliter
of the supernatant was added to a 2.0-mL PTFE centrifuge
tube containing 150 mg of anhydrous MgSO,4 and 150 mg
of PSA (40-60 pum). The mixture was vortexed for 1 min
and centrifuged at 6500 r for 3 min. Finally, the extract was
placed in a 2.0-mL brown vial and stored at — 20 °C for GC-
MS analysis.

Any plastic products were avoided during the experiment.
The intermediate standard solutions (10 mg/L) were prepared
by diluting the standard substance and further diluting to the
working standard solutions at the concentrations of 0.1, 0.2,
0.5, 1.0, 2.0, and 5.0 mg/L in acetonitrile, with the confidence
interval of > 99%. For every 15 sample analyses, blank sam-
ples were analyzed. Benzyl benzoate was used to monitor the
recovery as surrogate standards. The limits of detection of
DMP, DEP, BBP, DIBP, DBP, DEHP, and DNOP ranged
from 0.1 to 2.5 pug/kg, which was defined by a signal-to-
noise ratio of 3:1.

Instrumental analysis
PAEs in the extracted compounds were analyzed with a

TRACE 1310-ISQLT gas chromatography-mass spectrome-
try (GC-MS) system (Thermo Fisher Scientific, Waltham,
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MA, USA), which was operated using Xcalibur software.
TG-5MS (5% phenyl methylpolysiloxane, 30 m x 0.25 mm
% 0.25 um) capillary column was used to complete chromato-
graphic separation and the selected ion monitoring (SIM)
mode was selected to quantify. The flow rate of high-purity
helium was set 1.0 mL/min. The injection volume was 1 pL
with splitless mode and the injector temperature was set 250
°C. The column temperature program was initiated at 60 °C
for 1 min, increased to 220 °C at 20 °C/min, held for 5.0 min,
raised to 280 °C/min at 5 °C/min, and ramped to 320 °C at 10
°C/min, maintained for 2.0 min. The temperature of ion source
and transfer line was 300 °C.

Statistical analysis
All data for the two treatments (plastic film mulching and no
mulching) in each site was analyzed by the SPSS Statistics

20.0 with independent samples ¢ test (P < 0.05). Graphs were
performed using the Origin 2017.

Results
Concentration of PAE congeners in soils

Phthalate acid esters were detected in all soil samples, and the
> PAEs concentration of soil with film mulching was in the
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range of 331-1352 pg/kg with an average of 1103 pg/kg,
which was higher than that in control (Fig. 2). Film mulching
significantly increased soil PAEs in WX and QS mainly due
to the increase of DEHP and DBP.

Ofthe seven tested PAEs, five PAEs congeners (i.e., DMP,
DEP, DBP, DIBP, DEHP) were detected, but the proportion
of PAE congeners in different sites were different. In all tested
sites, the proportion of DBP was the highest with 87.8% in
QS,74.9% in YS, 60.7% in TW, 56.6% in WX, and 51.8% in
HT. The proportion of DEHP was less than DBP, with 35.0%
inTW,34.4% in WX, 12.1% in YS, 3.1% in HT, and 2.5% in
QS. In QS and HT, more DIBPs were detected than DEHP.
Only traces of DEP (0.6%) and DMP (1.3%) were detected in
all sites.

Concentration of PAE congeners in wheat grains

The proportions and concentrations of PAE congeners in
wheat grains at different sites were presented in Fig. 3. The
concentration of Y} PAEs in wheat grains (445-764 ug/kg)
with plastic film (with the average of 645 pg/kg) was higher
than that in control (with the average of 555 pg/kg). In all
samples, DEHP, DBP, and DIBP were the most abundant
PAE congeners, with the average concentration of 223, 214,
and 145 pg/kg, respectively. Other congener profiles includ-
ing DMP (2.9%) and DEP (0.2%) were detected in a small
proportion. In particular, the concentration of grain DEHP in
Y'S was the lowest among all sampling sites.

PAEs proportion of in wheat bran and flour

For all treatments, the main PAE congeners in bran and
flour were DEHP, DBP, and DIBP, but their concentra-
tions varied greatly among different sites (Fig. 4).
Compared to control, film mulching increased the
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Fig. 2 Concentration of PAE congeners in soils at different sites. CK,
control without mulching; PM, film mulching
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Fig. 3 Concentration of PAE congeners in wheat grains at different sites.
CK, control without mulching; PM, film mulching

>PAEs concentration of the bran in WX and enhanced
the > PAEs concentration of flour in all sites. For control
groups without film (Fig. 4, CK), the concentration of
> PAEs in the bran was higher than that in the flour for
each site. The concentration of > PAEs concentration in
the bran was in the range of 503-1108 pg/kg, with an
average of 777 pg/kg, while that in the flour ranged from
223 to 675 ug/kg, with an average of 481 pg/kg. For PM
treatment with film mulching (Fig. 4, PM), the concentra-
tion of Y PAEs in the bran was higher than that in the
flour in the experiment site WX, QS, and YS, but oppo-
site results were found in TW and HT. In TW and HT, a
higher concentration of ) PAEs was observed in the flour,
which was mainly due to the increase of DBP and DIBP.
The concentration of Y PAEs in the bran ranged from 399
to 1165 png/kg, with the average of 838 pg/kg. However,
the Y PAEs concentration in the flour was in the range of
230-789 pg/kg, with an average of 581 ng/kg.

Relations between grain PAEs and environmental
factors

For control groups without film, there was a negative
correlation between grain PAEs and annual temperature,
but no significant relationship was found between grain
(or flour, or bran) PAEs and other environmental factors.
For PM treatments with plastic film, only a significantly
positive correlation was found between bran PAEs and
soil PAEs, while there was no significant relationship be-
tween PAEs in the bran/flour/grain and other environmen-
tal factors. The correlation analysis also showed that there
was no significant relationship between soil and wheat
grains for PAE congeners (DBP, DIBP, and DEHP) or
total PAEs (Fig. 5 and Fig. S1).
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Discussion

PAEs in the soil

In the present study, plastic film mulching significantly in-
creased the content of PAEs in soil, and different levels of
PAEs were also detected in the soil of control groups (Fig.
2). Soil PAEs in control groups may come from pesticide (Li.
2018), fertilizer applied (Mo et al. 2008), or atmospheric de-
position (Zeng et al. 2010). Compared with the control group,
the increased values of soil PAEs were quite different in the
film mulching group for different sites (Fig. 2), which could
be the result of a combination of factors. The concentration of
soil PAEs depended on the release rate of PAEs from film (He
etal. 2014), the degradation rate in soil (Steinmetz et al. 2016),
and the physicochemical properties of PAE monomers (Net
et al. 2015). Plastic materials could release PAEs into the
environment during aging process, and the release rates are
closely related to the environment microbial activity (Cai et al.
2018, Paluselli et al. 2019, Wang et al. 2016). In addition,
primary degradation half-lives of PAE monomers with

WX Qs YS HT

BF BF BF

Treatments

different molecular weight in soils range from several days
to several months (Staples et al. 1997). Future researches
should be conducted to explore the environmental behavior
(especially the mechanisms of release and degradation) of
PAEs in different soils with residual plastic film.

PAEs in the wheat grain

No significant correlation was found between grain PAEs and
soil PAEs in control groups, while only a significant positive
correlation was found between bran PAEs and soil PAEs in
the film treatments (Fig. 5 and Fig. S1). These results could be
related to the uptake pathways of PAEs by winter wheat. It has
been reported that both roots and leaves may adsorb
semivolatile organic pollutants in the environment, but the
role of root and foliar uptake of PAEs in its accumulation in
wheat has not been developed yet (Gao etal. 2017, Wang et al.
2012). Potted experiments showed that Brassica
parachinensis L. adsorbed PAEs mainly through the roots (>
70%), and less than 30% of PAEs in the plant was from the
foliar uptake of PAEs volatilized from soil (Zeng 2004).

Fig. 5 Relationships between
grain PAEs, flour PAEs, bran
PAEs, and environment factors
(soil PAEs, grain yield, soil pH,

Annual
precipitation

Pearson's r

Annual
annual temperature, and annual temperature 0.5
precipitation) in treatments with
plastic film or not. * and ns )
indicate the difference is Soil pH 0
significant (p < 0.05) and not
significant (p > 0.05), Grain vield
respectively. CK, control without ram yie n.s. 0.5
mulching; PM, film mulching ’

Soil PAEs n.s. n.s. n.s. n.s.

-1
Grain PAEs ~ Flour PAEs  Bran PAEs  Grain PAEs  Flour PAEs  Bran PAEs
With plastic film (PM) Without plastic film (CK)
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Therefore, it is hypothesized that grain PAEs in control with-
out film might be related to the foliar uptake.

In addition to PAEs concentration in the environment, the
accumulation of PAEs in grains was also affected by the
wheat cultivars. A previous study on 20 rice cultivars through
pot experiment showed that there was genotypic variation of
rice in the accumulation of PAEs in grains (Cai et al. 2015);
similar results also reported on the study of Chinese flowering
cabbage (Brassica parachinensis L.) (Zhao et al. 2015).

The distribution of PAEs in bran and four

Results showed that for treatments with film, proportions of
PAE:s in the bran and flour with film were different in different
sites (Fig. 4), and a significant positive correlation was found
between bran PAEs and soil PAEs in the film treatments.
PAEs in soil released from film may be adsorbed by the roots
and then transported into the grain of wheat. However, our
knowledge on the mechanisms of PAEs uptake and grain
loading in the wheat is currently still limited. It has been re-
ported that some of the organic contaminants were fixed in the
lipid of the roots, while some entered the cellular tissues
through the epidermis of roots and then transported upward
through the xylem (Kdstner et al. 1998, Shi et al. 2017, Sun
et al. 2015). However, the unloading pathways of PAEs to
grain are still unclear, and how phthalates are translocated to
the crease, pericarp tissues, and flour needs to be further
studied.

In the present study, most of the grain PAEs increased as a
result of film mulching went into flour instead of bran for most
experiments sites, but only one exception for WX where the
increased PAEs in bran far exceeded that in flour (Fig. 4). In
addition, results showed that environmental factors (such as
soil pH, annual precipitation, and temperature) had little ef-
fects on the PAEs concentrations in the bran or flour (Fig. 5).
Therefore, we assumed that the distribution of PAEs in bran
and flour of wheat grains may be attributed to differences in
PAEs uptake and grain loading among different wheat culti-
vars. Significant variation in DEHP concentrations has also
been reported in the roots, stems, leaves, and grains of most
rice cultivars among the rice cultivars (Cai et al. 2015). Plastic
film mulching cultivation plays a crucial role in food produc-
tion due to its increased yield in dryland, but the contamina-
tion of PAEs in soil and crops cannot be ignored. Up to now,
screening for low-PAE accumulating wheat cultivars, espe-
cially in wheat flour, is an effective way to resolve the contra-
diction between efficient production and food safety.

Conclusions

Multisite field experiments showed film mulching significant-
ly increased the concentrations of PAEs in soil and wheat
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grains. The concentration of ) PAEs in wheat grains ranged
from 445 to 764 ng/kg, and soil PAEs ranged from 261 to
1352 pg/kg, mainly in the forms of DEHP, DBP, and DIBP.
The increased proportion of PAEs in flour and bran caused by
film mulching varied among different experiment sites. A
positive correlation was found between soil PAEs and bran
PAE:s in the treatments with film. Further researches should be
carried out to elucidate the pathways of uptake and transloca-
tion of PAEs in wheat and the variations among different
wheat cultivars.

Supplementary Information The online version contains supplementary
material available at https://doi.org/10.1007/s11356-021-12406-x.

Acknowledgements Special acknowledgement to Zhiyi Hu, Yi Liu, and
Jie Mi for helping do the indoor experiment. Special thanks to Runze
Zhang, Qingshan Yang, Ning Huang, Lijun Zhang, Tingliang Li,
Hongbo Cheng, Min Sun, Shulan Zhang, and Shouxi Chai for helping
conduct the field experiment in local.

Authors contributions Yingying Sun: Sampling; formal analysis;
writing—original draft

Chao Li: Writing—review

Xinxin Zhang: Formal analysis

Mei Shi: Supervision; resources; writing—review

Zhaohui Wang: Supervision; resources; and writing—review

Funding Funding for this research was provided by the National Natural
Science Foundation of China (41907123), the Natural Science
Foundation of Shaanxi Province (2020JQ-271), the National Key
Research and Development Program of China (2018YFD0200408), the
China Postdoctoral Science Foundation Funded Project (2019M663838),
and the China Agricultural Research System (CARS-3).

Data availability The data for this study are available on reasonable
request.

Compliance with ethical standards

Competing interest The authors declare that they have no competing
interest.

Ethical approval Not applicable.

Consent to participate Not applicable.

Consent to publish Not applicable.

References

Abdel daiem MM, Rivera-Utrilla J, Ocampo-Pérez R, Méndez-Diaz JD,
Sanchez-Polo M (2012) Environmental impact of phthalic acid es-
ters and their removal from water and sediments by different tech-
nologies - review. J Environ Manag 109:164—178. https://doi.org/
10.1016/j.jenvman.2012.05.014

Benson R (2009) Hazard to the developing male reproductive system
from cumulative exposure to phthalate esters-dibutyl phthalate,
diisobutyl phthalate, butylbenzyl phthalate, diethylhexyl phthalate,


https://doi.org/10.1007/s11356-021-12406-x
https://doi.org/10.1016/j.jenvman.2012.05.014
https://doi.org/10.1016/j.jenvman.2012.05.014

Environ Sci Pollut Res

dipentyl phthalate, and diisononyl phthalate. Regul Toxicol
Pharmacol 53:90-101. https://doi.org/10.1016/j.yrtph.2008.11.005

Cai LQ, Wang JD, Peng JP, Wu ZQ, Tan XL (2018) Observation of the
degradation of three types of plastic pellets exposed to UV irradia-
tion in three different environments. Sci Total Environ 628-629:
740-747. https://doi.org/10.1016/j.scitotenv.2018.02.079

Cai QY, Xiao PY, Chen T, Lu H, Zhao HM, Zeng QY, Li YW, Li H,
Xiang L, Mo CH (2015) Genotypic variation in the uptake, accu-
mulation, and translocation of di-(2-ethylhexyl) phthalate by twenty
cultivars of rice (Oryza sativa L.). Ecotox Environ Safe 116:50-58.
https://doi.org/10.1016/j.ecoenv.2015.02.038

Chen N, Shuai WJ, Hao XM, Zhang HC, Zhou DM, Gao J (2017)
Contamination of phthalate esters in vegetable agriculture and hu-
man cumulative risk assessment. Pedosphere 27:439-451. https://
doi.org/10.1016/S1002-0160(17)60340-0

Chen YS, Wu CF, Zhang HB, Lin QY, Hong YW, Luo YM (2013)
Empirical estimation of pollution load and contamination levels of
phthalate esters in agricultural soils from plastic film mulching in
China. Environ Earth Sci 70:239-247. https://doi.org/10.1007/
$12665-012-2119-8

Colombani J, Herbette G, Rossi C, Joussot-Dubien C, Labed V, Gilardi T
(2009) Leaching of plasticized PVC: effect of irradiation. J Appl
Polym Sci 112:1372-1377. https://doi.org/10.1002/app.29612

Dong W, Sun BG, SunJY, Zheng FP, Sun XT, Huang MQ, Li HH (2017)
Matrix effects in detection of phthalate esters from wheat by a mod-
ified QUEChERS method with GC/MS. Food Anal Methods 10:
3166-3180. https://doi.org/10.1007/s12161-017-0892-4

Gao ML, Dong YM, Zhang Z, Song WH, Qi Y (2017) Growth and
antioxidant defense responses of wheat seedlings to di-n-butyl
phthalate and di (2-ethylhexyl) phthalate stress. Chemosphere 172:
418-428. https://doi.org/10.1016/j.chemosphere.2017.01.034

He LZ, Gielen G, Bolan NS, Zhang XK, Qin H, Huang HG, Wang HL
(2014) Contamination and remediation of phthalic acid esters in
agricultural soils in China: a review. Agron Sustain Dev 35:519—
534. https://doi.org/10.1007/s13593-014-0270-1

Kaostner B, Schupp R, Schulze ED, Rennenberg H (1998) Organic and
inorganic sulfur transport in the xylem sap and the sulfur budget of
Picea abies trees. Tree Physiol 18:1-9. https://doi.org/10.1093/
treephys/18.1.1

Li H (2018) Study on the detection technology of two types of high risk
pesticide adjuvants: phthalate acid esters and pyrrolidons.
Dissertation, Chinese academy of agricultural sciences (in Chinese)

Li C, Chen JY, Wang JH, Han P, Luan YX, Ma XP, Lu AX (2016)
Phthalate esters in soil, plastic film, and vegetable from greenhouse
vegetable production bases in Beijing, China: concentrations,
sources, and risk assessment. Sci Total Environ 568:1037-1043.
https://doi.org/10.1016/j.scitotenv.2016.06.077

Li HX, Mo CH, Zhao HM, Xiang L, Katsoyiannis A, Li YW, Cai QY,
Wong MH (2018) Soil contamination and sources of phthalates and
its health risk in China: a review. Environ Res 164:417-429. https://
doi.org/10.1016/j.envres.2018.03.013

Lu LA, Chen XB, Zhao HM, Mo CH, Li H, Li YW, Cai QY (2016)
Distribution of phthalic acid esters (PAEs) in paddy soil and grains
ofrice in the Pearl River Delta region and the health risk assessment.
J Agro-Environ Sci 35: 1242-1248. (in Chinese) https://doi.org/10.
11654/jaes.2016.07.003

Mo CH, Cai QY, Li YH, Zeng QY (2008) Occurrence of priority organic
pollutants in the fertilizers, China. J Hazard Mater 152:1208-1213.
https://doi.org/10.1016/j.jhazmat.2007.07.105

Net S, Sempére R, Delmont A, Paluselli A, Ouddane B (2015)
Occurrence, fate, behavior and ecotoxicological state of phthalates
in different environmental matrices. Environ Sci Technol 49:4019—
4035. https://doi.org/10.1021/es505233b

Niu LL, Xu'Y, Xu C, Yun LX, Liu WP (2014) Status of phthalate esters
contamination in agricultural soils across China and associated

health risks. Environ Pollut 195:16-23. https://doi.org/10.1016/j.
envpol.2014.08.014

Paluselli A, Fauvelle V, Galgani F, Sempéré R (2019) Phthalate release
from plastic fragments and degradation in seawater. Environ Sci
Technol 53:166—175. https://doi.org/10.1021/acs.est.8b05083

Shi M, Sun YY, Wang ZH, He G, Quan HX, He HX (2019) Plastic film
mulching increased the accumulation and human health risks of
phthalate esters in wheat grains. Environ Pollut 250:1-7. https:/
doi.org/10.1016/j.envpol.2019.03.064

Shi TR, Tian K, Bao HY, Hou SW, Liu XP, Wu FY (2017) Research
advances in uptake, translocation and accumulation of polycyclic
aromatic hydrocarbons in winter wheat. Res Environ Sci 30: 1398-
1405. (in Chinese) https://doi.org/10.13198/1.issn.1001-6929.2017.
02.63

Soil Survey Staff (1998) Keys to soil taxonomy, United States
Department of Agriculture, Natural Resources Conservation
Service, Washington, DC, USA, pp. p328.

Staples CA, Peterson DR, Parkerton TF, Adams WJ (1997) The environ-
mental fate of phthalate esters: a literature review. Chemosphere 35:
667-749. https://doi.org/10.1016/s0045-6535(97)00195-1

Steinmetz Z, Wollmann C, Schaefer M, Buchmann C, David J, Troger J,
Muiloz K, Fror O, Schaumann GE (2016) Plastic mulching in agri-
culture. Trading short-term agronomic benefits for long-term soil
degradation? Sci Total Environ 550:690-705. https://doi.org/10.
1016/j.scitotenv.2016.01.153

Sun JQ, Wu XQ, Gan J (2015) Uptake and metabolism of phthalate esters
by edible plants. Environ Sci Technol 49:8471-8478. https://doi.
org/10.1021/acs.est.5b01233

USEPA (2005) Integrated Risk Information System: Di(2-
ethylhexyl)phthalate. U.S. Environmental Protection Agency,
Washington, DC Available: http://www.epa.gov/iris/subst/0014.
htm

USEPA (2013a) Electronic Code of Federal Regulations, Title 40-
Protection of Environment, Part 423d Steam Electric Power
Generating Point Source Category. Appendix A to Part 423-126,
Priority Pollutants. Washington, DC: U.S. Environmental
Protection Agency. Available: http://www.ecfr.gov/cgi-bin/text-
idx?c=ecfr&SID=b960051a53¢9015d817718d71f1617b7&rgn=
div5&view=text&node=4030.0.1.1.23&idno=40#40:30.0.1.1.23.0.
599

USEPA (2013b) Phthalates action plan. Washington, DC: U.S.
Environmental Protection Agency. Available:https://www.epa.gov/
sites/production/files/2015-09/documents/
phthalates_actionplan_revised 2012-03-14.pdf

Wang FJ, Shen GM, Lu M (2012) Effect of stoma features on DEHP
accumulation in plant foliage. Guizhou Agr Sci 40:39—42 (in
Chinese) https://kns.cnki.net/kns/brief/default _result.aspx

Wang J, Chen GC, Christie P, Zhang MY, Luo YM, Teng Y (2015)
Occurrence and risk assessment of phthalate esters (PAEs) in vege-
tables and soils of suburban plastic film greenhouses. Sci Total
Environ 523:129-137. https://doi.org/10.1016/j.scitotenv.2015.02.
101

Wang J, Lv SH, Zhang MY, Chen GC, Zhu TB, Zhang S, Teng Y,
Christie P, Luo YM (2016) Effects of plastic film residues on oc-
currence of phthalates and microbial activity in soils. Chemosphere
151:171-177. https://doi.org/10.1016/j.chemosphere.2016.02.076

Zeng F, Cui KY, Xie ZY, Wu LN, Liu M, Sun GQ, Lin YJ, Luo DL,
Zeng ZX (2008) Phthalate esters (PAEs): emerging organic contam-
inants in agricultural soils in peri-urban areas around Guangzhou,
China. Environ Pollut 156:425-434. https://doi.org/10.1016/j.
envpol.2008.01.045

Zeng F, Lin YJ, Cui KY, Wen JX, Ma YQ, Chen HL, Zhu F, Ma ZL,
Zeng ZX (2010) Atmospheric deposition of phthalate esters in a
subtropical city. Atmos Environ 44:834-840. https://doi.org/10.
1016/j.atmosenv.2009.11.029

@ Springer


https://doi.org/10.1016/j.yrtph.2008.11.005
https://doi.org/10.1016/j.scitotenv.2018.02.079
https://doi.org/10.1016/j.ecoenv.2015.02.038
https://doi.org/10.1016/S1002-0160(17)60340-0
https://doi.org/10.1016/S1002-0160(17)60340-0
https://doi.org/10.1007/s12665-012-2119-8
https://doi.org/10.1007/s12665-012-2119-8
https://doi.org/10.1002/app.29612
https://doi.org/10.1007/s12161-017-0892-4
https://doi.org/10.1016/j.chemosphere.2017.01.034
https://doi.org/10.1007/s13593-014-0270-1
https://doi.org/10.1093/treephys/18.1.1
https://doi.org/10.1093/treephys/18.1.1
https://doi.org/10.1016/j.scitotenv.2016.06.077
https://doi.org/10.1016/j.envres.2018.03.013
https://doi.org/10.1016/j.envres.2018.03.013
https://doi.org/10.11654/jaes.2016.07.003
https://doi.org/10.11654/jaes.2016.07.003
https://doi.org/10.1016/j.jhazmat.2007.07.105
https://doi.org/10.1021/es505233b
https://doi.org/10.1016/j.envpol.2014.08.014
https://doi.org/10.1016/j.envpol.2014.08.014
https://doi.org/10.1021/acs.est.8b05083
https://doi.org/10.1016/j.envpol.2019.03.064
https://doi.org/10.1016/j.envpol.2019.03.064
https://doi.org/10.13198/j.issn.1001-6929.2017.02.63
https://doi.org/10.13198/j.issn.1001-6929.2017.02.63
https://doi.org/10.1016/s0045-6535(97)00195-1
https://doi.org/10.1016/j.scitotenv.2016.01.153
https://doi.org/10.1016/j.scitotenv.2016.01.153
https://doi.org/10.1021/acs.est.5b01233
https://doi.org/10.1021/acs.est.5b01233
http://www.epa.gov/iris/subst/0014.htm
http://www.epa.gov/iris/subst/0014.htm
http://www.ecfr.gov/cgi-bin/text-idx?c=ecfr&SID=b960051a53c9015d817718d71f1617b7&rgn=div5&view=text&node=4030.0.1.1.23&idno=40#40:30.0.1.1.23.0.5.9.9
http://www.ecfr.gov/cgi-bin/text-idx?c=ecfr&SID=b960051a53c9015d817718d71f1617b7&rgn=div5&view=text&node=4030.0.1.1.23&idno=40#40:30.0.1.1.23.0.5.9.9
http://www.ecfr.gov/cgi-bin/text-idx?c=ecfr&SID=b960051a53c9015d817718d71f1617b7&rgn=div5&view=text&node=4030.0.1.1.23&idno=40#40:30.0.1.1.23.0.5.9.9
http://www.ecfr.gov/cgi-bin/text-idx?c=ecfr&SID=b960051a53c9015d817718d71f1617b7&rgn=div5&view=text&node=4030.0.1.1.23&idno=40#40:30.0.1.1.23.0.5.9.9
https://kns.cnki.net/kns/brief/default_result.aspx
https://doi.org/10.1016/j.scitotenv.2015.02.101
https://doi.org/10.1016/j.scitotenv.2015.02.101
https://doi.org/10.1016/j.chemosphere.2016.02.076
https://doi.org/10.1016/j.envpol.2008.01.045
https://doi.org/10.1016/j.envpol.2008.01.045
https://doi.org/10.1016/j.atmosenv.2009.11.029
https://doi.org/10.1016/j.atmosenv.2009.11.029

Environ Sci Pollut Res

Zeng QY (2004) Research on accumulation variation and uptake pathway their formation mechanism in Chinese flowering cabbage
of PAEs by different vegetables. South China agricultural universi- (Brassica parachinensis L.) cultivars grown on PAE-contaminated
ty, Dissertation (in Chinese) soils. Environ Pollut 206:95-103. https://doi.org/10.1016/j.envpol.

Zeng QY, Mo CH, Cai QY, Wang BG (2005) Uptake pathway of 2015.06.008

phthalic acid esters (PAEs) by Brassica parachinensis. Trans
CSAE 21:137-141. (in Chinese). https://doi.org/10.3321/j.issn:
1002-6819.2005.08.030

Zhao HM, Du H, Xiang L, Chen YL, Lu LA, Li YW, Li H, Cai QY, Mo
CH (2015) Variations in phthalate ester (PAE) accumulation and

Publisher’s note Springer Nature remains neutral with regard to jurisdic-
tional claims in published maps and institutional affiliations.

@ Springer


https://doi.org/10.3321/j.issn:1002-6819.2005.08.030
https://doi.org/10.3321/j.issn:1002-6819.2005.08.030
https://doi.org/10.1016/j.envpol.2015.06.008
https://doi.org/10.1016/j.envpol.2015.06.008

	Effects of film mulching on the distribution of phthalate esters in wheat grains from dryland
	Abstract
	Introduction
	Materials and methods
	Chemicals and materials
	Design of sites for field experiment
	Sample collection and extraction
	Instrumental analysis
	Statistical analysis

	Results
	Concentration of PAE congeners in soils
	Concentration of PAE congeners in wheat grains
	PAEs proportion of in wheat bran and flour
	Relations between grain PAEs and environmental factors

	Discussion
	PAEs in the soil
	PAEs in the wheat grain
	The distribution of PAEs in bran and four

	Conclusions
	References


