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ENVIRONMENTAL STUDIES

Organic fertilizer as a vehicle for the entry of
microplastic into the environment

Nicolas Weithmann,' Julia N. Méller,? Martin G. J. Loder,? Sarah Piehl,?

Christian Laforsch,>* Ruth Freitag’

The contamination of the environment with microplastic, defined as particles smaller than 5 mm, has emerged
as a global challenge because it may pose risks to biota and public health. Current research focuses
predominantly on aquatic systems, whereas comparatively little is known regarding the sources, pathways,
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and possible accumulation of plastic particles in terrestrial ecosystems. We investigated the potential of organic
fertilizers from biowaste fermentation and composting as an entry path for microplastic particles into the
environment. Particles were classified by size and identified by attenuated total reflection-Fourier transform
infrared spectroscopy. All fertilizer samples from plants converting biowaste contained plastic particles, but
amounts differed significantly with substrate pretreatment, plant, and waste (for example, household versus
commerce) type. In contrast, digestates from agricultural energy crop digesters tested for comparison contained
only isolated particles, if any. Among the most abundant synthetic polymers observed were those used for common
consumer products. Our results indicate that depending on pretreatment, organic fertilizers from biowaste fermen-
tation and composting, as applied in agriculture and gardening worldwide, are a neglected source of microplastic in

the environment.

INTRODUCTION

Plastics are an integral part of everyday life. They fulfill a wide variety of
functions, primarily packaging (39.9% of the total plastics used in Europe
in 2016) (I). Additional applications are in building and construction;
the electrical, electronic, automotive, and agriculture sectors; and, to a
lesser extent, consumer and household appliances, furniture, sport,
health, and safety (1). Despite its varied applications, approximately
80% of the produced plastic falls into six categories: polyethylene
(PE), polypropylene (PP), polyvinyl chloride (PVC), polyurethane
(PUR), PE terephthalate (PET), and polystyrene (PS). Worldwide
plastic production has increased steadily since 1950, reaching an annual
production of 322 million metric tons worldwide in 2015, of which ap-
proximately 40% was used in one-way products (1). Not surprisingly,
because of inadequate end-of-life treatment, plastics are increasingly
found as contaminants in the environment (2). Recently, the World Ec-
onomic Forum estimated that 32% of plastic packaging is leaking into
the environment (3), and models suggest that up to 12.7 million metric
tons of plastic litter enters the oceans from land-based sources each year
(4). Therefore, the G7 has acknowledged that “plastic litter poses a
global challenge™ (5). Accordingly, scientists have suggested to “classify
plastic waste as hazardous™ because it may have “significant ecological
impacts, causing welfare and conservation concerns” (6). Among the
plastic materials found in the aquatic environment, so-called microplas-
tic particles (MPPs; <5 mm)—mainly fragments, fibers, and spheres—
have attracted particular attention (7, 8) because harmful effects of
MPPs on various aquatic organisms have been proposed (6, 8-11),
linked either to the presence of MPPs per se, to toxic additives, or to
potentially harmful microorganisms or chemicals enriched onto them.
However, theoretical predictions based on models and empirical studies
are often contradictory, and it is not known how effects reported for
individual organisms may affect ecosystems (12).
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Because of their small size, MPPs may presumably also enter the
food web (10) and thus potentially end up in human food (13). There,
they pose a risk that is not vet predictable, because the interaction of
MPPs with tissue and cells is poorly understood. Investigation of the
interaction is further complicated by the fact that MPPs are not single
compounds but constitute mixtures of different plastic types, each often
consisting of a blend of synthetic polymers, residual monomers, and
chemical additives. Furthermore, their morphology (for example, frag-
ments, fibers, or spheres) may influence their effects. In this context, a
distinction is typically made between industrially manufactured
primary MPPs, originating from cosmetics, household cleaners and
other products to which they were purposely added, and secondary
MPPs that originate from the disintegration of larger plastics caused
by ultraviolet (UV) radiation, mechanical abrasion, and biological deg-
radation (14, 15).

MPPs are detected ubiquitously in aquatic environments across the
globe (16-19), reaching values of up to 100,000 particles per cubic meter,
with predominantly secondary origin (8). Little is known about the exact
origin of this significant contamination, although several pathways
through which MPPs may enter surface water have been discussed. Most
studies assume a transfer from land, including, but not restricted to, im-
proper disposal of plastic waste, wind distribution, and municipal, as well
as industrial wastewater and sewage sludge (10, 18, 20). However,
detailed studies regarding MPP production and initial entry into terres-
trial ecosystems are currently lacking.

Here, we investigated organic fertilizers (composts, digestates, and
percolate-leachates from digestion, which is used as liquid fertilizer)
from recycled biowaste as possible vehicles for the entry of MPPs
>1 mm into the environment. According to best current practice, after
separate collection, organic waste from households and industry is
either directly composted or partially digested for biogas/energy pro-
duction in an anaerobic biogas fermenter, typically followed by com-
posting of the remaining digestates. The recycling of organic waste
through composting or fermentation and subsequent application on
agricultural land is, in principle, an environmentally sound practice
to return nutrients, trace elements, and humus to the soil. However,
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most household and municipal biowaste is contaminated by plastic
material. Sieving and sifting procedures can significantly reduce, but
never completely remove, these contaminants. Moreover, most
countries allow a certain amount of foreign matter such as plastics
in fertilizers; for example, Germany, which has one of the strictest
regulations on fertilizer quality worldwide, allows up to 0.1 weight %
(wt %) of plastics. In this regulation, particles smaller than 2 mm are
not even considered (21). Thus, organic fertilizers may be a source of
environmental MPPs that should not be overlooked. Our study is a first
attempt to estimate the significance of this entry pathway to the terres-
trial environment.

RESULTS

In this investigation, one biowaste composting plant (plant A; aerobic
treatment) and one biowaste digester (plant B, “biogas plant”; anaerobic
treatment) were studied in detail. The biowaste composting plant (plant
A) processes the biowaste from households with a nearly equal amount
of green clippings from the area. The plant removes potential nonbio-
degradable material, including plastics, as thoroughly as possible by a
series of sieving (80 mm), metal separation, and manual sorting steps.
The remaining material is subsequently transferred into a box composter
for rotting. The plant offers two types of commercial, quality-controlled,
certified compost [composting plant (CP) 8 and CP 15 mm], sieved
through 8- and 15-mm meshes, respectively. Both composts were
sampled. The batch biowaste digester (parallel boxes, plant B) mainly
processed biowaste from households with the addition of some green
clippings and occasionally energy crops. The mixture is introduced di-
rectly into the digester without pretreatment. Instead, the operators re-
move contaminating materials from the final compost using one or
two sieving steps (see Materials and Methods). From plant B, two
mature composts (“Digest A” and “Digest B”), a nonmatured fertilizer
(“Digest C”), and the pooled percolate (“Digest D”) from the parallel
boxes were analyzed.

An agricultural energy crop digester (plant C) processing only
energy crops and no biowaste served as a reference. In plant C, the sam-
ple (“Energycrop”) was taken from the postdigester outlet, correspond-
ing to an end-of-process sample. This agricultural biogas plant processes
energy crops such as corn/grass silage and, to a lesser extent, ground
wheat. Ground wheat and silage arrive in plastic encasings, but these
are removed before the substrate is passed through the shredder and
entered into the fermenter. In addition, a commercially available fer-
tilizer from a second biowaste digester (plant D, processing solely
waste from commerce) located in the same area, as well as end-of-process
digestate samples from 10 additional agricultural biogas plants (plants E
to N), processing feeds such as dung/manure, sunflowers, or waste from
fruit processing, together with the regular energy crops, were screened
for MPPs.

Quantity of MPPs

With only 20 (CP 8 mm) and 24 (CP 15 mm) particles per kilogram dry
weight (Table 1), the MPP load of the certified composts from the bio-
waste composting plant (plant A) was almost an order of magnitude
lower than that determined in the samples from the biowaste digester
(plant B), where up to 146 particles per kilogram dry weight were found
in the fresh digestate-fertilizer (Digest C). Mature compost from the
same biowaste digester (Digest A and Digest B) contained similar
amounts of MPPs (70 and 122 particles per kilogram dry weight, respec-
tively), whereas the pooled percolate sample (Digest D) was somewhat

Weithmann et al.,, Sci. Adv. 2018;4:eaap8060 4 April 2018
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less contaminated, containing only 14 particles per kilogram dry weight.
In the agricultural energy crop digester (plant C), which served as a
“blank” fermenter, no plastic particles were found in the end-of-process
digestate (sample Energycrop) (Table 1). The end-of-process samples of
digestates from the additional 10 agricultural biogas plants (plants E
to N) included in the screening contained only negligible numbers of
particles: The samples from eight plants contained no particle, whereas
the samples from the other two plants contained one particle each,
resembling a maximum of 11 MPPs per kilogram dry weight. In con-
trast, with 895 MPPs per kilogram dry weight, the sample from the
second biowaste digester (plant D) included in the screening con-
tained even higher numbers of MPPs than found in composts
(Digests A to C) from the biowaste digester (plant B), despite the fact
that plant B processed biowaste collected from households, whereas
plant D processed biowaste directly supplied by commerce,

Polymer size, type, and morphology
Before further analysis, samples were gently fractionated using sieves
with mesh sizes of 5, 2, 1, and exceptionally also 0.5 mm. Analysis of
MPP size showed that most of the particles collected from the various
samples were between 2 and 5 mm (Fig, 1). Only the pooled percolate
sample (Digest D) from the biowaste digester (plant B) contained MPPs
mostly from 1 to 2 mm. In some samples, we also found MPPs as small
as 250 um, However, because these data are not fully quantitative, we
only present data in the size range of 1 to 5 mm. All MPPs were cate-
gorized by shape into three subgroups: fragments, fibers, and spheres.
Examples are shown in Fig. 2. Most of the MPPs (75 to 100%) were
fragments, followed by fibers (0 to 8%) and spheres (0 to 8%).
Attenuated total reflection (ATR)-Fourier transform infrared (FTIR)
spectroscopy analysis identified 11 polymer types in the samples:
styrene-based polymers (PS, acrylonitrile butadiene styrene, and styrene
acrylonitrile), polyester (PES), PE, PP, PET, PVC, PUR, polyvinylidene
chloride (PVDC), polyamide (PA), and latex- and cellulose-based poly-
mers (Table 2). Most of the particles found in the high-quality composts
from the biowaste composting plant (plant A) were styrene-based poly-
mers (60%; 42%), followed by PE (30%; 33%) for the CP 8- and CP
15-mm samples, respectively. The most abundant polymer types in Di-
gest A (73%) and Digest B (80%) from the biowaste digester (plant B)
were also styrene-based polymers, whereas most of the MPPs found in
the Digest C from this digester were PES with 38% and PE with 21%.
The few polymers found in the additional energy crop digesters
(plant E to N) were PP and PVC.

DISCUSSION

Organic waste from private households and industry is increasingly
seen as a valuable source of both fertilizer and energy. Processing
organic waste by fermentation and/or composting is a sustainable
means of producing organic fertilizer for agriculture and private
gardening, thereby reducing the need for chemical fertilizers.
An initial anaerobic fermentation step (production of biogas) before
composting is often proposed because this produces energy in a
sustainable manner and helps to economically run a plant (produc-
tion of electricity and heat) while avoiding the drawbacks of
conventional biogas production from energy crops (monocropping,
rivalry to esculents). Moreover, an initial fermentation step reduces
the amount of methane—a more potent greenhouse gas than carbon
dioxide—released into the atmosphere, as compared to composting
alone.
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Table 1. Overview of plants and compartments. The total number of particles is shown as particles >1 mm per kilogram of dry weight.
Plant A Plant B Plant C Plant D Plants E to N
Type Biowaste composting Biowaste digestion Energycrop digestion Biowaste digestion  Agricultural digestion
Sampled CP 8 mm CP 15 mm Digest A Digest B Digest C Digest D End-of-process Commercial binding End-of-process
Particles per kilogram 20 24 70 122 146 14 0 895 0to 11
160 biowaste composition. However, because no samples of the original
1404 feed substrate were available, this aspect could not be further investi-
£ gated.
'g 1204 The final processing step for compost is typically sieving using 8-,
10-, or even 15-mm mesh sizes. MPPs, defined as particles smaller than
> p;
S 1004 5 mm, will therefore pass through these sieves and enter the compost.
133 Here, samples were gently fractionated using sieves with mesh sizes of
2 80 5,2, 1, and exemplarily 0.5 mm before the analysis. In most samples,
2w MPP sizes ranged between 2 and 5 mm. The only exception was the
g percolate sample (Digest D) from plant B, which mainly contained
> 404 particles between 1 and 2 mm. This may be because the percolate is
a filtrated because it passes through the fermenter content, and reten-
= 04 tion increases with particle size. This may also explain why the percolate
sample contained a comparatively low number of MPPs compared to
0- the other samples from plant B.

CP8mm CP 15 mm

Digest A DigestB Digest C Digest D EC

Fig. 1. Size fractions of MPPs in different fertilizers. Digests A/B/C/D, biowaste
digester; EC, energy crop digester; CP 8 mm/15 mm, biowaste composting plant.

Current practice for collecting organic waste fractions from private
households calls for separate collecting bins. Theoretically, a pure or-
ganic fraction very suitable to composting/biogas fermentation should
be obtained. However, in practice, most biowaste contains contami-
nants, often including plastics. Organic materials from commercial
sources, such as the food and drink industries, tend to be less contami-
nated by plastics, but in particular, unsold food items often arrive in
packaged form, some parts of which may then also enter the respective
biowaste processing plant. The fact that all the samples from biowaste
processing plants investigated in this study contained a certain number
of MPPs is therefore not surprising, although a detailed quantitative
analysis has been lacking so far. Most of the MPPs were “fragments,”
most likely secondary MPPs produced through breakdown of larger
plastic materials, such as bags and containers, used for packaging. This
hypothesis is corroborated by the fact that styrene-based polymers and
PE tended to predominate among the identified materials (that is,
materials used mainly for packaging and wrapping). In contrast, none
of the samples from the investigated agricultural energy crop digesters
contained significant amounts of MPPs, indicating that agricultural
crops are only rarely contaminated with plastic items.

However, the relative distribution of MPPs among the different
polymer types was not necessarily consistent for all ssamples from a given
plant. For example, although polymer distribution was similar in Digests
A and B from the biowaste digester (plant B), a different distribution was
found in Digest C from the same plant. The three composts/fertilizers
(Digests A to C) from plant B were sampled simultaneously. Because
they had matured for differing lengths of time, the observed differ-
ences in MPP composition may very well reflect seasonal changes in
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Although particles as small as 250 pm were found in some of the
fractions, most likely because they had attached to larger fragments
and were therefore retained, the smallest MPP size that could be
examined with certitude in this study was 1 mm. At present, quantita-
tive evaluation of smaller particles via the existing methodology is very
difficult because the removal of the high organic load is extremely
challenging and hampers reliable analysis (22). Hence, quantitative
results are presented in this study only for the size range of 1 to 5 mm.
Studies focusing on aquatic environments have reported that sites
contaminated by MPPs in the range of 1 to 5 mm typically also con-
tain an even higher amount of particles <1 mm, presumably created
through further fragmentation of larger MPPs (23). However, frag-
mentation into a size <1 mm is perhaps more likely in the natural
environment, where mechanical forces act (for example, wave action
ata beach), than in biowaste treatment plants. Nevertheless, it cannot be
excluded at present writing that MPPs <1 mm are produced during bio-
waste treatment as well (for example, due to the mechanical forces pres-
ent during the various sieving steps), indicating that actual MPP
numbers in fertilizer originating from biowaste may be much higher.
This needs further study, particularly in view of the intended use of
the material as organic fertilizer.

Although all samples from the biowaste treatment plants contained
MPPs, significant differences in the level of contamination were ob-
served. High-quality compost (“quality seal” label) from the biowaste
composting plant (plant A) contained less than 25 MPPs per kilogram
dry weight, whereas the contamination of the composts/digestates from
the biowaste digester (plant B) was nearly an order of magnitude higher.
Several factors may have contributed to this result. Although aerobic
rotting (composting) reduces the dry mass of the material by approxi-
mately 50%, anaerobic conversion to biogas, followed by composting,
will often achieve a reduction of more than 80%. Nondigested material,
such as MPPs, is therefore enriched by a factor of 5 during anaerobic
biowaste digestion but by only a factor of 2 during simple composting.
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Fig. 2. Examples of MPPs of various shapes found in samples. (A) PE sphere. (B) PVC fragment. (C and D) PE fragments. (E) PES fiber. (F) PP fiber.

Table 2. MPP abundances in different samples. Digests A/B/C/D, biowaste digester; EC, energy crop digester, CP 8 mm/15 mm, biowaste composting plant;
MPP per kilogram of dry weight; A, proportion of polymer type in specific sample.

CP 8 mm CP 15 mm Digest A Digest B Digest C Digest D EC
MPP per A MPP per A MPP per A MPP per A MPP per A MPP per A MPP per A
kilogram (%) kilogram (%) kilogram (%) kilogram (%) kilogram (%) kilogram (%) kilogram (%)
Styrene-based 12 60 10 42 51 73 97 80 10 7 0 0 0 0
polymer
PES ............................. ] ............. 5 ............. 0 ............ 0 ............ 2 ............. 3 2 ............ 2 ........... 55 ........... 33 .......... 14 ........... ]00 .......... 0 ........... 0
PE 6 30 8 33 6 9 3 2 31 21 0 0 0 0
PP 0 0 4 17 3 4 2 2 24 16 0 0 0 0
PET 0 O 1 4 0 0 0 0 16 'I1 0 Q0 0 0
Ce"mosemsed ............. 6 ............ [,] .............. [.) ............ 6 ............ g ............ ; ........... 1 ]9 ............ 5 ............. 30 ............. ;:.] ............ .d ............. 0
polymer
PVC ..1 5 .. 1 4 g 0 G 0 S 5 e 4 i 2 1 eririch 0 - : 0

2 MPP 20 24 70

Concomitantly, in the biowaste composting plant (plant A), biowaste
from private households was mixed with at least equal amounts of green
clippings. The latter is typically much less contaminated with plastics
and thus dilutes the MPP contamination. In addition, an elaborate sub-
strate preparation protocol is in place at the biowaste composting plant
(plant A), which attempts to remove contaminating materials as thor-
oughly as possible before the substrate enters the composter. Finally,
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temperatures of up to 75°C are reached during aerobic rotting (com-
posting as in plant A), whereas most anaerobic biowaste digesters, such
as plant B, are operated between 45° and 55°C. This will directly influ-
ence, for example, the fraction of cellulose-based MPPs found in the
final compost, which, in consequence, was nondetectable in the samples
from the composting plant (plant A). In addition to the lower tempera-
ture, a lack of oxygen and UV radiation will also block potential MPP
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that, in Germany alone, although counting only particles >1 mm, be-
tween 35 billion and 2.2 trillion MPPs are potentially introduced via this
pathway into the environment each year.

An evaluation of our data is difficult because there is no other quan-
titative study on MPPs in compost available. However, our data can at
least be compared with similar potential sources of MPPs such as sew-
age sludge, which is also used for fertilization of agricultural land. When
considering only MPPs >1 mm, recent studies on the MPP contamina-
tion of sewage sludge have found concentrations ranging between 0 and
300 particles per kilogram dry weight in the analyzed samples (26, 27).
The highest concentration found for sewage sludge in the latter study
is by a factor of 3 lower than the highest concentration found in the
compost samples in our study. However, as stated above, sewage sludge
may be contaminated with an even higher amount of smaller MPPs
(<1 mm) indicated by recent studies, which have found between
1000 and 24,000 particles per kilogram dry weight (26, 27). For various
reasons, sewage sludge is in the public opinion increasingly seen as
problematic waste inappropriate for redistribution into the environ-
ment, probably not least because of the contamination with heavy
metals, residual pharmaceuticals, and also artificial fibers. The latter
was detectable in agricultural soils up to 15 years atter application of
sewage sludge (28). This abandonment is not the case for composts
and digestates from biowaste processing plants, which, in principle,
do constitute valuable organic fertilizers.

However, compared to sewage sludge, which, in Germany, is rou-
tinely incinerated, fertilizer contaminated with MPPs from bio-
waste processing plants inevitably enters the environment. Because
Germany has one of the strictest regulations on fertilizer quality
worldwide, we here report only on the “best case scenario,” whereas
the MPP contamination in countries with less strict regulations may
be even higher.

However, advantages and disadvantages of the continuation of using
biowaste for fertilizer production need to be carefully balanced, partic-
ularly because studies on the impact of MPPs on terrestrial life forms are
still inconclusive. It cannot be excluded that, analogous to aquatic
systems, MPPs can accumulate in the soil detrital food web (29). At least
one study has shown that (pristine) PE particles mixed with litter and
offered to earthworms for uptake led to higher mortality and a reduced
growth rate (30). Another study showed that polybrominated diphenyl
ether, a substance mixed into polymers as a flame retardant, is bioacces-

Weithmann et al.,, Sci. Adv. 2018;4:eaap8060 4 April 2018
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qualities (sieving with 8- and 15-mm sieves), both of which were sampled.
Arriving biowaste was initially sieved using an 80-mm mesh. The fraction
<80 mm was passed through the metal separator and then directly placed
into the rotting containers for fast initial decomposition. The fraction
>80 mm was sorted manually to remove stones, metals, plastics, and glass.
Afterward, the material was mechanically shredded and again added to
the sieving drum. In the rotting container, temperatures >70°C were
reached. After initial rotting, the compost was left to mature and stabilize
in open piles for several months, followed by a final sieving step to reach
the desired final corn sizes of below 8 and 15 mm, respectively.

Biowaste digester (anaerobic treatment), plants B and D
The investigated biowaste digester (plant B) was a nonstirred, dis-
continuous box fermentation system. The plant comprised several qua-
drangular box digesters, each with a volume of 945 m” and a filling
capacity of 500 m”®, which corresponds to a mass of 350 metric tons
of organic material. All boxes were equipped with a floor heating and
operated at temperatures between 40° and 45°C. The substrate consisted
of a pourable mixture of biowaste (11,000 t/a, solely from households)
and green clippings (3000 t/a) with a water content below 15 wt %. The
composition of the substrate follows seasonal changes. In the winter, the
substrate is occasionally supplemented with energy crops.

To initiate the fermentation in the box, fresh substrate was predi-
gested via aerobic digestion for several days and mixed with two vol-
umes of fermenter content. The mixture was added into a fermenter
box using an excavator. Afterward, the box was locked, assuring
anaerobic conditions, and inoculated by sprinkling with percolate from
other boxes. No mechanical treatment or manual presorting took place.
After 28 days of fermentation, the box was emptied, 30 volume percent
(volume %) of the digestate was removed, and the rest was mixed with
30 volume % of fresh substrate. Subsequently, the digestate was sieved
(20-mm mesh) to remove impurities, such as stones, larger plastics, and
metals, before it is processed to fertilizer and potting soil using an
aerobic composting process. To produce high-quality compost, digestates
were matured for 11 to 13 months and sieved using a 10-mm mesh. Lower-
quality fertilizer was matured for only 8 to 9 months, and no additional
sieving step was performed at 10 mm.

In addition, to expand the range and verify our findings, 1.5 liters of
liquid fertilizer for private and agricultural use produced by another
anaerobic plant (plant D) was screened for MPPs. This plant processes
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