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Abstract: Traditional wastewater treatment methods have become aged and inefficient, meaning
alternative methods are essential to protect the environment and ensure water and energy security
worldwide. The use of microbial electrolysis cells (MEC) for wastewater treatment provides an
innovative alternative, working towards circular wastewater treatment for energy production. This
study evaluates the factors hindering industrial adoption of this technology and proposes the
next steps for further research and development. Existing pilot-scale investigations are studied to
critically assess the main limitations, focusing on the electrode material, feedstock, system design and
inoculation and what steps need to be taken for industrial adoption of the technology. It was found
that high strength influents lead to an increase in energy production, improving economic viability;
however, large variations in waste streams indicated that a homogenous solution to wastewater
treatment is unlikely with changes to the MEC system specific to different waste streams. The current
capital cost of implementing MECs is high and reducing the cost of the electrodes should be a priority.
Previous pilot-scale studies have predominantly used carbon-based materials. Significant reductions
in relative performance are observed when electrodes increase in size. Inoculation time was found
to be a significant barrier to quick operational performance. Economic analysis of the technology
indicated that MECs offer an attractive option for wastewater treatment, namely greater energy
production and improved treatment efficiency. However, a significant reduction in capital cost is
necessary to make this economically viable. MEC based systems should offer improvements in system
reliability, reduced downtime, improved treatment rates and improved energy return. Discussion
of the merits of Hy or CHy production indicates that an initial focus on methane production could
provide a stepping-stone in the adoption of this technology while the hydrogen market matures.

Keywords: wastewater treatment; microbial electrolysis cell; methane production; hydrogen produc-
tion; waste management; cathode; anode; water research; renewable energy

1. Introduction

Growing populations and expanding infrastructure have led to a rapidly changing
climate and the depletion of global resources. The water crisis is listed in the top five
risks to humanity by the World Economic Forum with the global demand for water set to
rise by 55% from 2000 to 2050 [1]. On average, 80% of global wastewater is expelled into
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the environment untreated; this includes industrial, agricultural and municipal waste [2].
The large volumes of untreated waste and the increase in demand for water dramatically
increases the strain on the environment and existing ageing infrastructure. New approaches
to wastewater treatment are required to treat at the source of generation rather than relying
on vast sewerage networks to transport wastewater to a central treatment site. A key shift
is necessary whereby wastewater is viewed not as a toxic burden, but rather, a valuable
raw material. The transition would see wastewater become a sustainable source of water,
bioenergy and nutrients, providing security for generations to come.

Microbial Electrolysis Cells (MECs) can be used in a circular approach to wastewater
treatment, enabling the recovery of valuable resources (hydrogen, methane and other
value-added chemicals). They offer the promise of creating a closed circular loop of water
reuse and nutrient recovery. MECs provide a high yield method of wastewater treatment
producing Hydrogen (H;) and Methane (CHy4) from biomass [3,4]. MECs can potentially
be a crucial step towards fully utilising the potential of wastewater as well as becoming
a source of renewable energy that can offer collaboration between industry and research
organisations. For progress in the field, there needs to be additional integration between
research, industry and governments [5]. Despite a growing body of research regarding
the use of MECs for wastewater treatment, adoption by industry has remained slow.
This study will evaluate key aspects of the technology to assess the most considerable
barriers to adoption and identify the next steps towards the use of MECs for industrial
wastewater treatment.

1.1. Current Wastewater Treatment Methods and Limitations

Conventional wastewater treatment relies on sewerage to transport wastewater to
a centralised wastewater treatment plant and uses end of pipe technologies to treat the
waste in a linear fashion. Transition to a closed-loop model is required [6], in which
water is treated while simultaneously recovering energy and nutrients. Compared to
centralised solutions, decentralised wastewater treatment plants can demonstrate reduction
in operation and capital expenditure (OPEX). Even though decentralised solutions are in
their infancy in terms of deployment and optimisation compared to centralised solutions [7],
the benefits of decentralisation are showing and trends in wastewater treatment plants are
making a transition towards decentralisation with resource recovery [7].

Centralised water systems are not applicable in many parts of the world where there
is rapid population growth and a swing towards urbanisation [8]. The shift from rural
to urban living has put wastewater infrastructure under pressure and in many cases
has meant that well designed and effective wastewater treatment systems have not been
implemented. Creating centralised wastewater treatment systems retrospectively is difficult
and expensive. Shifting towards distributed and non-networked technologies creates a
decentralised wastewater treatment infrastructure that can provide greater resilience and a
lower economic and environmental cost compared to conventional systems [9].

1.2. Mechanism of Microbial Electrolysis Cells for Wastewater Treatment

MECs offer an alternative to centralised wastewater treatment methods. The em-
bodied chemical energy potential of wastewater, generated from its organic components,
is approximately 9.3 times greater than the energy needed to treat it [10]. Harnessing
energy from biomass using biological anaerobic wastewater treatment methods are already
popular due to their relative simplicity and robustness [11]. Today, Anaerobic Digestion
(AD) is widely used to produce biogas from sludge. AD generates energy via the digestion
of acetate to form CHy4 and CO, [12]. However, the process is relatively slow and produces
biogas with high levels of CO,, reducing its energy density. The high CO, content makes
the biogas difficult to store and requires extensive chemical treatment, including cryogenic
separation, to remove CO, before use [13]. MECs offer an alternative approach to produce
both CH, and H,.
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MECs contain electrodes poised at a set potential and utilise microorganisms as
biocatalysts to reduce activation overpotential of a given redox event, increasing the MECs’
voltage efficiency and product yield [14]. Microorganisms form a biofilm on the surface of
the anode that can convert chemical energy, present in organic substances, into electrical
energy, which is then used to create other valuable products such as H, and CHy at
the cathode [15]. These microorganisms are electrochemically active and, therefore, can
exchange electrons with the electrode in order to maintain cellular function and growth [16].
MEC:s can be configured for many different outputs, including H, and CH, production,
through different reactor architecture designs which may include the use of multiple
chambers and membranes.

MECs designed for H, production often require a separator between the bioanode
and cathode to stop Hj evolution to CHy, with microorganisms only adhering to the anode,
as shown in Figure 1. MECs for CH,4 production have a biocathode where methanogenic
microorganisms are used to generate CHy from H; and CO; at the cathode, as shown in
Figure 2. These systems are called MEC-ADs [17] or methanogenic microbial electrolysis
cells (MMEC) [18] and use the process of electro-methanogenesis to produce CHy.

Microbial Electrolysis Cell
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Figure 1. Schematic of a Microbial Electrolysis Cell for treating wastewater to produce H,, showing
the wastewater influent and effluent and an anode and cathode separated by a membrane and
connected to a power source.
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Figure 2. Schematic of a Microbial Electrolysis Cell-Anaerobic Digestion (MEC-AD) or Electro-
Methanogenic Reactor for treating wastewater to produce CH, showing the wastewater influent and
effluent and an anode and cathode connected to a power source.

The anode and cathode are connected to a power source, under anaerobic conditions.
Wastewater enters the reactor, and electricity is supplied to the electrodes at precisely
controlled potential differences. Biogas is produced, and wastewater is treated, meaning
effluent water has significantly lower levels of organic contaminants, as shown in Figure 2.
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At the anode, electro-active Bacteria (EAB) (s) grow to form a biofilm which uses
electrical energy to oxidise organic matter to CO; (Equation (1)) [19].

Anode: C,H;40, + 2H,0O — 2CO, + SH' + 8e™ (1)

At the cathode, CHy production takes place. There are several different pathways to
CHj production through direct or indirect electron transfer [19].

Pathway 1, highlighted in Figure 3, illustrates direct methanogenesis where CHy is
directly produced from CO; via outer membrane redox proteins that are in direct contact
with the electrode [20]. Alternatively, indirect electron transfer methanogenesis proceeds
via the production of an intermediate. Indirect methanogenesis takes place either via
Pathway 2, 3 or 4, as shown in Figure 3.
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Figure 3. Schematic outlining the possible routes of methanogenesis for CHy production. Pathway
1: direct electron transfer, Pathway 2: indirect electron transfer via electrochemically produced Hy,
Pathway 3: indirect electron transfer via enzymatically produced Hy, Pathway 4: indirect electron
transfer via biologically produced acetate, and Pathway 5: indirect electron transfer via electric
syntrophy. Schematic adapted from [20].

Pathway 2 involves the intermediate production of Hj, either electrochemically or
bio-electrochemically, used to produce CH4 by hydrogenotrophic methanogenesis [21].

Pathway 3 and 4 involve biologically produced formate or acetate producing CHy via
acetogenic methanogenesis [22] and Pathway 5 involves interspecies electron transfer by
electron carriers or nanowires [20].

Investigations have been conducted to determine the most favourable route of methano-
genesis. Theoretically, CHy can be produced by direct electron transfer at relatively low
voltages [23]. However, in practice, this is very energy-intensive as an electrocatalyst is
required to lower the overpotentials. Therefore, a lack of an appropriate catalyst to reduce
overpotentials, means that to high electrode potentials are needed to drive the reaction [24].
CH4 generated in ADs mainly originates from acetate (~70%) via acetotrophic methano-
genesis where acetate is produced as an intermediate. However, analysis of the microbial
consortium present at the cathode in an MEC-AD indicated that intermediate hydrogen
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production was favoured [25]. Villano et al. demonstrated that only a fraction of CHy
produced was via direct electron transfer, with the majority from Hy-mediated methano-
genesis via hydrogenotrophic methanogens. This is an important factor to consider when
evaluating cathode materials [21]. If Hy-mediated methanogenesis is favoured, then the
hydrogen evolution ability of the cathode material must be considered. Cathode materials,
therefore, can be seen as acting as biocatalysts, by enhancing electrode-microbe electron
transfer that improves the rate of formation of products [26].

The review aims to analyse the critical aspects of the treatment process, namely the
electrode materials, feedstock, and inoculum, to determine the most efficient parameters
for the treatment of wastewater using MEC, then to situate this with economic analysis to
evaluate each parameter in the context of what is economically viable to facilitate industrial
adoption of this technology. This study seeks to act as a bridge between research and
industry analysing the future steps towards commercialisation of the technology.

2. Parameters Affecting the Design of MEC Systems for Industrial
Wastewater Treatment

Accelerating the commercialisation of this technology will increase its impact within
the sector while increasing funding and research for continuous improvements. There
are multiple variables to consider when analysing and comparing MECs for wastewater
treatment and energy production. This review identifies the strength and type of feedstock,
the anode and cathode materials, the size and electrode surface area to reactor volume, the
system architecture, the outputs, and the costs as the most significant parameters affecting
the system design. These parameters affect the system performance and the economic
viability of commercialising the technology. To make MECs commercially viable, a balance
must be struck between system optimising performance and economic efficiency of all
components. Future MEC design needs to incorporate anode cost reduction, improvements
in organic loading rates, understanding of maintenance requirements and electrode lifetime
expectancy [27]. The study will evaluate the parameters in the context of industrial use,
where cost and the ease of manufacturing at all stages are considered, in order to identify
the next steps, researchers should look towards accelerating the adoption of this technology
by industry.

2.1. Feedstock

The identity of the feedstock has a large impact on the performance of MECs. The
strength of the wastewater refers to the level of contamination of the water and dictates
the treatment time, size of the reactor and the energy requirement and production. High
strength wastewater has a higher organic load; therefore, more energy can be recovered by
treatment methods. However, high strength wastewater usually takes longer to treat, lead-
ing to greater hydraulic retention times (HRT). Research should look at optimising the HRT
to help reduce the reactor size and affect energy production/consumption. The organic
loading drastically changes depending on the wastewater sources, which in turn effects the
organic loading rate (OLR). Table 1 shows the chemical oxygen demand (COD) values of
wastewaters that have been treated using bio-electrochemical systems in previous studies.

Table 1. Industrial Wastewater COD Range adapted from [28] with the required hydraulic retention
times (HRT) calculated using OLR = COD (mg/L) x Flow Rate (m3/d) to compare each waste stream.

Required HRT to
Industry COD Range (g/L) Obtain OLR of 1400  BES Research Papers
mg COD/L/day (hrs)
Urban wastewater
(WW) 0.3-0.5 [28] 5-9 [29]
Alcohol Refining 5-22 [28] 86-377 [30]

Beer & Malt 2-7[28] 34-120 [31]
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Table 1. Cont.

Required HRT to
Industry COD Range (g/L) Obtain OLR of 1400  BES Research Papers
mg COD/L/day (hrs)

Coffee 3-15[28] 51-257 [32]

Dairy Processing 1.5-5.2 [28] 26-89 [33]
Meat & Poultry 2-7 [28] 34-120 [34,35]

Fish Processing 2.5[28] 43 [36]
Swine waste 18.3 [37] 314 [38,39]
Crude glycerol 925-1600 [40] 15,857-27,429 [41-43]

Cheese Whey 50-102.1 [44] 857-1750 [44]

With improvements in the cost of MECs, a viable organic loading rate (OLR) for a
system ranges between 800-1400 mg/L [27]. Urban wastewater is low strength with a COD
value of 300-500 mg/L [28], therefore, requiring a shorter HRT of 5-9 h, whereas swine
waste, with a higher COD of 18,300 mg/L, requires a very longer HRT of 314 hrs. Longer
HRTs act as a significant barrier to industrial adoption, reducing the amount of waste that
can be treated per day as well as increasing the size of reactors needed. However, high
strength wastewaters produce more energy, therefore can be more economically viable
in terms of energy production, as higher organic loads contain higher energy potential.
A normalised net energy production of 76.2 kWh/m3/day was achieved for pig slurry, a
high strength wastewater, at a volume of 16 L and an anodic and cathodic surface area
of 11.25 m?/m3 [39]. However, as for low strength wastewater, (<250 mg/L COD), even
though it has a low HRT, it is still difficult to make treatment economically viable due to
the very low energy production associated with its lower organics content. When there
is even a slight increase in wastewater strength (360-400 mg/L COD) treatment could be
considered economically viable due to increased energy production [11].

Table 1 also highlights that waste streams have varying characteristics, and therefore
the wastewater treatment method must vary. It is unlikely that there will be a homogenous
solution for all organic waste streams. Furthermore, some organic waste streams cannot
be treated using MECs. Treatment of cheese whey, for example, using MECs produced no
gas; this suggests that the microorganisms present are not able to breakdown the organic
waste, potentially due to feedstock inhibiting methanogens [45]. Further research into
the performance of MECs for the treatment of different wastewater streams will provide
insights in evaluating industry suitability.

Gil-Carrera et al. found that a MEC, optimised for hydrogen production with an OLR
greater than 1000-2000 mg COD/L/day, can be competitive with activated sludge treat-
ment [27]. For OLRs of >2000 mg COD/L/day, the theoretical HRT for the different waste
streams has been calculated, as shown in Table 1. Table 1 also indicates that it is possible
to increase the HRT and still be competitive against activated sludge treatment. MECs
also have a significantly lower HRT than AD due to more efficient treatment. The HRT of
AD systems is typically between 20-30 days. The long treatment time of AD suggests that
using MEC-ADs instead would allow for reduced facilities size, as a higher OLR can be
used. MEC-ADs provide multiple further benefits over AD including increased biological
stability, higher energy production and an increase in substrate removal, especially of
complex compounds that are difficult to remove [17]. The improvement in performance
stems from both the presence of electrodes, greater surface area for bacterial attachment,
and the applied voltage. Arvin et al. found that with electrodes present but with no voltage
applied, COD removal was 49% compared to 58.4%, 64.7% and 72.6% for 0.6 V. 0.8 V
and 1.0 V, respectively [46]. Both crude glycerol and cheese whey have very high HRT
based on an OLR of 1400 mg COD/L/day, as shown in Table 1. For example, cheese whey
would require an OLR of 42,000 mg COD/L/day to have an HRT of 30 days, similar to
AD. In these cases, the reactor design would be crucial to lower HRT but increase the solid
retention to reduce the size of the reactor.
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The energy demands for traditional wastewater treatment are high, especially for
activated sludge treatment, equating to 60% of the total energy needed. Using MEC-ADs
for wastewater treatment has resulted in a 1.7 times higher energy production [47] and
an accelerated substrate removal [17] compared to AD, indicating the potential of highly
efficient treatment for any commercial waste streams already used for AD. Furthermore,
reducing the need for post-treatment would significantly reduce the energy requirements
within the treatment process [48]. Using MECs to reduce the energy consumption of
wastewater treatment would have significant impacts throughout the world. Research
into the performance of MECs in treating different waste streams is increasing and is
helping to generate an understanding of how different microbial communities perform
with the substrates. If MECs and MEC-ADs are to become commercially viable, they will
compete with other technologies in the field: AD systems that focus on energy generation
or activated sludge systems that focus on nutrient and COD removal. Multiple studies
have investigated the treatment of urban wastewater; however, from studies in Table 1, the
HRT ranges from 8-48 h instead of the suggested 5-9 h.

Going forward, researchers should assess the economic viability of treatment of
particular wastes and compare MEC and MEC-AD performance to the state-of-the-art
technology used by industry.

2.2. Inoculation

System inoculation constitutes the introduction of microorganisms into the MEC
where they will grow and reproduce, forming a biofilm on the electrodes in the case of
MECs. Microorganisms are cultivated in the system via inoculation, and therefore the
choice of inoculum is critical to the degradation of organic matter [49].

Inoculation also has a direct effect on the start-up time of a MEC system as the
microorganism present dictates the reaction. The start-up period for a system is the time
taken for the system to start generating hydrogen or biogas. Long start-up times reduce
the efficiency of the system as they take longer to start producing energy; therefore, using
the right inoculum source is important to maximise the efficiency of the system.

Methods to improve the start-up time of BESs have been explored. Commault et al.
found that anodes, initially poised at —0.25 V vs. Ag/AgC and then increased to —0.5 V vs.
Ag/AgCl, had a quicker start-up time and a higher concentration of Geobacter than those
poised at —0.36 and —0.42 V vs. Ag/AgCl [50]. The study found that after the electrode
potentials were all increased to —0.5 V vs. Ag/AgCl, the maximum power density was
similar at 270 mW/m? (—0.25 V) and 250 mW/m? (—0.36 V) [51]. Activation and biofilm
formation has been found to be quicker at the anode than the cathode (days vs. weeks), and
incremental increases can support biofilm growth starting at 0.3 and increasing to 1.0 V [50].
The slow cathode biofilm growth indicates that it is important to ensure methanogens are
present in the bulk liquid initially. In this case, following a flow rate similar to AD systems
will be crucial to reduce bacterial washout.

The choice of inoculum can also be used to reduce the start-up time and increase
performance. Mixed inoculum sources combining 1:4 activated sludge and municipal
sewage was found to increase biogas production by 18.5% compared to mono-inoculated
treatment, indicating that a diverse inoculation supports strong nutrient enrichment, crucial
to the digestion process [49]. In addition to the benefit of having a mixed inoculum, having
an inoculum that derived from the same source of the substrate to be treated provided an
improved performance, as this ensures that an active microbial community is present that is
suited to the substrate [52]. Methane production was also higher, indicating that this mixed
bacteria consortium is also beneficial in improving the production of hydrogenotrophic
methanogens for methane production. The strength of the inoculum also dictates the
start-up. Escapa et al. found that when low strength domestic wastewater (230 mg
COD L) was used as the source of inoculum the reactor failed to start up [52]. Research
suggests that larger pilot systems take longer to start-up with gas generation taking between
50-90 days [28,53]. A relatively easy way to reduce start up time for large scale systems



Water 2021, 13, 445

8 of21

is by pre-acclimatization of electrodes with desirable microorganisms as a way of pre-
inoculating the system. Xu et al. found that pre-inoculation of carbon electrodes with
hydrogenotrophic bacteria derived from natural bog sediment improved start-up times
and methane production [54].

Long start-up times can become problematic as payback takes longer. To address
start-up time, pre-inoculation of electrodes could offer a low-cost way of reducing them
without costly modifications. More research into the most favourable start-up conditions
will increase the attractiveness of the technology for industrial use, working towards
commercialisation of MECs for global wastewater treatment.

2.3. Anode Material

The performance of the anode is essential to the performance of bio-electrochemical
systems, with the anode being transferable from MFCs, MECs and MEC-ADs. Research
suggests that the action at the anode is a limiting factor to the performance of the entire
system [55]. At the bioanode, electro-active microorganisms (EAB) adhere to the surface,
forming a biofilm. Organic species are oxidised to CO, by EAB, with the activity of the
EAB being the most important factor in CO, production. The efficiency of the anode
and biofilm can be measured by the current density, Coulombic Efficiency (CE) and COD
reduction [56]. Carbon materials are at present the most commonly used electrode material
due to their strong anchorage of EAB, high surface area and availability [57]. Carbon
materials have been shown to promote interfacial microbial colonisation and therefore
accelerate biofilm formation. Carbon materials, however, have a relatively low conductivity
compared to metals. Metallic current collectors are used as electron acceptors, to overcome
low conductivity. Titanium wire is frequently used due to its resistance to corrosion [11,30].
Furthermore, it can be argued that the ability to promote interfacial microbial colonies can
actually enhance current density by providing a conducive micro-environment for electron
transfer compensating for the reduced conductivity [58].

Graphite is cheap, abundant and conductive and, therefore, has become one of the
most widely used electrode materials [59]. Various forms of graphite electrodes have been
used, including brushes, granular, rods, felts and foams [58]. However, as the structure
and morphology of graphite is planar, it has a relatively low surface porosity for bacterial
attachment, when compared to other carbon materials. Recent studies have tended to
focus on 3-D porous carbon materials that increase surface area, including carbon foams,
meshes, felts and brushes [60]. Carbon fibre (CF) electrodes are functional and have been
showed to achieve high performances in previous studies [61]. However, they are more
expensive [62]. Mesh CF anodes tend to produce higher current densities than plate shaped
anodes due to better mass transfer, surface area and biofilm formation. Despite the fact
that carbon fibre brushes produce good lab results, they are not used as often in large-scale
BES due to the high cost. Carlotta-Janes et al., however, found that using recycled carbon
fiber anodes greatly improved performance compared to graphite felt anodes and greatly
reduced cost of materials compared to previous pilots where carbon fibre electrodes were
used [29,61,63].

From the pilot-scale studies analysed, carbon-based materials have been used in the
form of brushes, felt and fibres; however, biofilm formation observed was relatively low.
In 130 L and 45 L pilot systems, it was found that the average biofilm coverage was only
5%, reaching a maximum of 16% on one part of the electrode [64]. With such a significant
amount of the anode not containing a biofilm, it is likely that increasing biofilm adhesion
and density to the anode will see greater improvements than increasing the surface area
of the anode. For commercial viability, reducing the required size of the anode would
be beneficial, as the anode material represents a high cost, equating to 69% of the total
system [63], which requires an approximate 90% reduction in cost to make it economically
viable [27].

Metals are also considered as good electrode materials. Metals are much more con-
ductive than carbon materials [65], though untreated metals are rarely used due to limited
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biocompatibility [66]. Yamashita et al. conducted extensive screening of 45 metal-based
anodes, both treated and untreated. Molybdenum anodes, both treated and untreated,
showed the highest maximum power densities compared to all other materials [66]. Molyb-
denum anodes also displayed good durability, not corroding or reducing in current pro-
duction over 350 days. The durability of electrode materials is also a key factor to consider,
and there is a lack of data regarding the durability of the electrode materials, with most
experiments lasting no longer than a year. However, the dissipation of electrode materials
is generally not considered, which has significant implications when considering materials
to use on a commercial scale.

Stainless steel is suitable as it is cost effective, durable, easy-to-handle and has a
large range of possibilities for scaling up the size of the electrodes [67]. Stainless steel has
advantages over carbon anodes as it is more conductive and has larger scale-up potential
due to low capital costs [68]. However, the biocompatibility of stainless steel is reduced
due to a relatively smooth surface. Flame spray oxidation makes stainless steel more
biocompatible by generating an iron oxide film on the surface, fostering the attachment of
iron-reducing bacteria as well as increasing the surface roughness without compromising
the corrosion resistance [68]. It is also a cheap and scalable method of modifying the surface
of metal electrodes for optimal performance. Further research into the longevity of stainless
steel will need to be explored as it has not been tested on pilot systems.

Cotterill et al. investigated the effect of scale on H; production comparing a 30 L tank
to a 175 L tank. It was found that when the anode surface area was increased from 0.06 m?
to 1 m2, a 16-fold increase, the H, production relative to the anode surface area was four
times larger in the smaller MEC than the larger one [63]. The lower performance in the
larger MEC highlights a negative correlation between scale and gas production showing
that as scale increases efficiency decreases. It was extrapolated that a further 30% increase
in anode size would result in no increase in gas captured [63]. These efficiency decreases
highlight the need for a greater transfer of lab-scale to pilot-scale research to evaluate
whether an electrode material that is effective in the lab is effective on a larger scale.

Currently, carbon-based anodes are the most economically viable option; however,
they still present a high cost. Working towards commercialisation, a cost-benefit analysis
needs to be carried out on anode materials that also takes into consideration the availability
of material, its corrosion resistance, and the ability to increase the scale.

2.4. Cathode Material

Reactions at the cathode are dictated by the desire to produce either CH, or Hy and this
is dependent on the desire and capability to produce and use CHy4 or H, on site. The rate of
consumption of H; is dependent on methanogenic activity. If the system is operating as a
membrane-less single chamber, then it is likely that the hydrogen will be consumed during
the reaction, therefore the biogas produced will be CHy [30]. The operating temperature
also has a direct effect on the activity of methanogens, with temperatures above 35 °C
greatly improving the activity of methanogens [69]. In MECs where CHj is produced,
research indicates that hydrogenotrophic methanogens are more abundant, producing CHy
via the intermediate production of H, [21]. The CHy4 production pathway indicates that
the hydrogen evolution ability of the cathode material is a crucial design consideration.
Therefore, the cathode has a dual purpose acting as both a biocatalyst, by enhancing
electrode-microbe electron transfer [26], and as an electrocatalyst accelerating the hydrogen
evolution reactions (HER). Waste streams contain hydrogen scavenging microorganisms,
which is why membranes are required if pure hydrogen is desired. Membrane systems have
been successfully tested with multiple studies reaching over 98% hydrogen purity [33-35].

Successful cathode materials must have a high specific surface area, good conductivity,
strong biocompatibility, good corrosion resistance and good mechanical properties [70].
Additionally, cathode materials must also reduce large overpotentials of hydrogen evolu-
tion. For industrial use, cathode construction needs to be low cost using materials that are
readily available and use standard manufacturing techniques for large scale deployment to
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be feasible. Research has focused on metals as they are more conductive than carbon-based
materials [71] and have been shown to have good biocompatibility, and cathode potentials
protect from corrosion [72]. Platinum is often championed as the best electrode material
due to its very low overpotential, biological inactivity and corrosion resistance [31]. Plat-
inum also has the highest HER activity [73], leading to better H, evolution [31]. However,
there are many disadvantages of platinum, namely high cost and large environmental
impact associated with mining; this calls for the development of novel metallic electrode
materials [72]. In term of non-precious metals, stainless steel and nickel have shown good
results [3,39]. From Table S1 (SI), stainless steel is the primary cathodic material used in
pilot-scale studies.

Stainless steel is a relatively inexpensive metal and is commonly used for electrodes.
Stainless steel with a high specific surface area can perform similarly to a carbon-containing
platinum catalyst electrode for H, production [3]. Stainless steel mesh is reported to have
good ohmic resistance and electron transport resistance due to its strong conductivity as
a transient metal [74]. The low cost and high performance of stainless steels, particularly
mesh and brushes, show promising potential as a non-precious metal cathode for future
testing and scaleup. The research correlates with the pilot-scale systems where often
meshes [30], and wool, [29] are used to create a low-cost, high surface area cathode.

Amongst the non-platinum metals, nickel also exhibits good corrosion resistance and
HER activity [73]. Nickel and stainless steel cathodes can quite easily be interchangeable
when they come in similar configurations; however, nickel mesh has been shown to
outperform stainless steel mesh, increasing CHy production by 1.42 times compared to
AD [31]. Nickel is also more durable than stainless steel. Durability is an important factor
for an economically viable electrode. Hydrogenotrophic methanogens contribute to the
improved performance, indicating that the strong HER activity of nickel compared to the
other material improved its performance [72]. To maximise the efficiency of cathodes, HER
activity needs to be a primary focus of research. Currently, stainless steel is shown through
pilot research to be the best suitable cathode material for scaleup due to its availability,
cost and machinability. A pilot-scale comparative study using nickel and stainless steel
cathodes would be prudent to determine whether the performance of nickel can justify the
higher cost.

2.5. Systems Architecture

Reactor design is one of the most crucial aspects of scaling up MECs [19]. The
optimisation of reactor design can maximise energy efficiency and output by reducing
internal resistance and increase substrate mixing to maximise efficiency. The existence
of a membrane separating the anode and the cathode compartments largely dictates the
architecture of the system. Dual-chamber MECs are favourable for H, production as the
membrane reduces hydrogen losses to methanogenic microorganisms [19,75]. Over 95%
H; purity has been reported when a membrane was used to separate the anode and the
cathode chambers [39] whereas, when a single chamber was used, 0% H; and 86% CHy
was produced [30]. A successful membrane material must allow the transfer of H* ions
from the anode to the cathode. A variety of membranes have been tested including proton-
exchange membranes [76], cation exchange bipolar membranes [77,78], anion-exchange
membranes [76], charge mosaic membranes [79,80] and microporous membranes [28,32,33].
Using a dual-chamber reactor separated by a membrane can create a pH gradient across
the membrane leading to potential losses due to the ions transferring from one chamber to
another [81]. Continuous flow systems can continually increase the pH gradient; however,
continually changing the catholyte can equalise the system [82]. Another approach to
reduce the pH gradient is by flowing CO, through the cathode chamber, reducing the pH
and improving the system performance [83]. However, recirculated CO, will then mix
with the Hj gas and increase system complexity. Overcoming pH gradients is important in
increasing system performance and the problem can be avoided by removing the membrane
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entirely. Membrane separated systems suffer from reduced power densities and lower
coulombic efficiencies [75].

Removing membranes to have a single chamber system increases the simplicity of
the system design and maintenance. Internal resistance is lowered by removing the mem-
brane, allowing the easier transfer of H ions from the anode to the cathode. However, as
discussed previously, removing the membrane will reduce Hj as it is consumed by microor-
ganisms. Membrane-less systems are likely to produce CH, through hydrogenotrophic
methanogenesis and will act as MEC-ADs. Either low cost membranes or membrane-less
operation are required to reduce the system cost, which is prohibitive to commercialisa-
tion [19]. Going forward, membrane-less systems will reduce operational challenges of pH
gradients, membrane fouling and catholyte replenishment. From the pilot-studies explored
in this research, only one was membrane-less which yielded the highest energy production.
The 1000 L system produced 11.31 MJ/day using graphite fibre brush anodes and stainless
steel mesh cathodes at an applied voltage of Vapp = 0.9 V [30]. Further research and
demonstration of membrane-less pilot systems should be explored as they show promise
as a route to industrial adoption.

The system architecture also includes the size and placement of the electrodes. Rivera
et al. found that increasing the size of stainless steel mesh cathodes from 71 cm? to 142 cm?
increased Hy production by 9%, but when normalised to the surface area, the larger
cathode had a H, production rate (HPR) of 78% compared to the smaller cathodes [84].
This highlights the fact that the electrochemical limitations of increased resistances due
to electrode size have implications when scaling up systems. The electrode placement
also needs to be taken into consideration, and situating electrodes close together can
reduce the internal resistance within the cell, reducing ohmic losses [85]. In membrane-less
systems, close electrode spacing can increase hydrogen losses through hydrogenotrophic
methanogenic activity. In other studies, decreasing the electrode distance from 4 cm to
1 cm increased coulombic efficiency by 18.2% at an applied voltage of Vapp = 1.0 V [84].
Electrode spacing does play an important role; however, the anode biofilm quality is more
significant in MEC performance [86]. Combining several carbon felt layers to increase the
anode volume increased the HPR and current in MECs, and using a stainless steel cathode
on both sides of the anode saw further increases in HPR; however, the dual cathode leads
to higher hydrogenotrophic activity, increasing methane percentages [87]. Further research
around the electrode placement in membrane-less systems should be explored to further
increase system coulombic efficiency and HPR.

Sludge build-up and extraction is another factor to consider when evaluating system
architecture. Carlotta-Jones et al. found that sludge build-up in reactors reduced the
COD reduction, suggesting that future designs should consider either sludge recirculation
or inline extraction to justify this technology for industrial use [61]. Within wastewater
treatment, the solid retention time (SRT) is an important parameter in the system design
and operational performance. Simulations into oxidation ponds found that increasing the
SRT generated cost savings from the increase in operational performance [88]. Research
into SRT is an area that should be explored for optimising the scale-up of MECs, as it is an
area of limited research within the field. The end of life of MECs is also important from a
cost and environmental perspective. Aiken et al. found that the recovery of materials at
the end of life had the largest effect on the Net Present Value (NPV) and systems should be
designed to incorporate reusability [27]. An area researcher should consider is the ease of
disassembly of the electrodes at their end of life to reduce costs.

The operational mode of the reactors largely affects the performance of the MEC and
is considered one of the most important factors [46]. MECs are either operated in batch,
continuously or batch with recirculation. When operated in batch the reactor is fed and
left for a set amount of time, whereas for continuous operation the reactor is continuously
fed; to compare the two modes the HRT has to remain equal. Arvin et al.,, found that the
COD removal was significantly better when a reactor was operated in batch, compared to
continuously, when treating petroleum wastewater [46]. This indicates that when operated
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in batch mode the electro-active bacteria are able to oxidise more substrate, leading to
improved breakdown of organics [46]. However, in terms of methane production, this
study found that this was 1.6 times higher when the reactor was operated in continuous
mode compared to batch mode [46]. This highlights that that the operational mode has a
large impact on the performance of the reactor and should therefore be decided based on
the desired outcome of the system. Furthermore, the operational mode can also dictate the
plant configuration. If operating in batch a larger footprint may be required as a holding
tank would be needed to feed from. This may act as a significant barrier to adoption if
space is a constraint.

3. Evaluation of the Barriers to Commercialisation of MECs for Wastewater Treatment

A significant barrier to adoption of MEC wastewater treatment systems is the lack
of understanding of the performance of systems on a large scale. There is a very limited
number of studies at large benchtop (10-100 L) and pilot-scales (>100 L) present in the
literature. As shown in Figure 4, there has been a steady increase in published papers
discussing MECs for wastewater treatment since 2007; however, there is a notable disparity
between the amount of research at lab-scale and pilot-scale. This disparity means that issues
regarding scaling and its effects are generally unknown and have often been extrapolated.

MEC Research Articles
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Figure 4. Representation of the number of previous studies conducted investigating the use of MECs for wastewater

treatment at lab-scale (blue) and pilot-scale (yellow). For the number of articles for MECs a Google Scholar Search was
carried out to include (allintitle: “Microbial Electrolysis”). For MEC pilot-scale, a second Google Scholar was used (allintitle:
Scaleup OR Scale-up OR Scaling OR Pilot “Microbial Electrolysis”).

In general, smaller systems generate higher energy output per volume when nor-
malised compared to larger pilot systems. For urban wastewater the benchtop study
generated a normalised net energy production of 25.96 kWh/m?3/day, [61] whereas a pilot-
scale system generated a normalised net energy production of 0.11 kWh/m?/day [53],
indicating that energy production cannot be accurately scaled and that there is a reduction
in efficiency when size is increased. The net energy production of a 1000 L pilot-scale
system was calculated to be 2.11 kWh/m?3/day for winery wastewater with a cathodic
surface area of 18.1 m?/m? [30]. This data shows that there is a reduction in methane
production in proportion to the size of the reactor indicating that there is still a lot to learn
about scaling up benchtop systems towards pilot and then industrial scale. One barrier to
scale-up is the difficulty of accurately comparing the different setups in the research. The
reactor size is only one parameter and does not give a true representation of the system
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scalability. Including details in the research such as organic loading rate and the electrode
surface area to reactor volume ratio can help in providing a more comparative context
between studies.

3.1. Economic and Cost Analysis

Critical to the progression of a technology from the laboratory to the field is validation
that it is cost effective on a large scale and has efficiency comparable or better than other
solutions on the market. A Techno-Economic Analysis (TEA) is essential to advance a
technology for commercial use. The economic analysis of energy technologies includes a
Life-Cycle Cost Analysis (LCCA), to allow the identification and evaluation of operational
and capital expenditure (OPEX and CAPEX). Output results include monetary service
values (revenue streams), Levelised Cost of Energy targets (expressed as £/kWh, £/m? and
£/kWh/cycle), including indications of where cost can be reduced through operational
optimisation of services and collocation synergy (with renewables and energy storage
solutions), as well as indications of Net Present Value (NPV) and Return of Investment
(ROI). The LCCA assessment should be performed in parallel to the Life Cycle Assessment
(LCA), making the same assumptions, to evaluate the environmental impact. Using these
calculations will help understand future costs, implementation strategies, and risks for
MEC:s. It is also important to compare new technologies like MECs and MEC-ADs with
existing wastewater treatment technologies such as AD and activated sludge treatment to
evaluate the impact of MECs.

CAPEX refers to the cost of implementation and OPEX refers to the operational cost
during operation. Solutions that are cheap to implement have a low CAPEX but may be
inefficient and require more maintenance and, therefore, have a higher OPEX. Therefore, it
is important to take both the CAPEX and OPEX into consideration when evaluating the
full LCCA of new technologies. Furthermore, in a technology like MEC-AD for wastewater
treatment where energy is produced, a high CAPEX can be justified when the return on
investment from the energy production is considered.

In general, activated sludge wastewater treatment is energy intensive, requiring
approximately ~1 kWh to oxidise 1 kg of COD; therefore, treating 1 m3 of wastewater
would require ~0.5 kWh (30 kWh per capita per year) [89]. In the current UK market 1 kWh
of electricity costs £0.144 therefore, the electricity cost of treating 1 m® of urban wastewater
is approximately £0.072. Activated sludge treatment generates 0.4 kg of sludge per 1 kg of
COD treated, resulting in further processing which is commonly AD to recover a portion
of the energy [89]. MECs on the other hand have the potential to reduce COD and generate
energy. Using MECs to reduce the COD of wastewater more efficiently than activated
sludge treatment is an attractive proposition for water utilities to save energy and reduce
carbon emissions. Alternatively, MECs could be used to treat the sludge independently or
integrated into ADs. However, MECs currently require large CAPEX to implement and
are approximately 248 times more expensive than activated sludge systems [27]. The high
costs are likely to be a significant barrier for many global utility companies.

Escarpa et al. developed three case studies to assess the economic costs of integrating
MEC systems into a wastewater utility to identify the purchase price for the MEC /m? [79].
In scenarios 2 and 3 the MEC is integrated into an existing wastewater treatment plant as a
step between a grit chamber and an aerobic biological treatment chamber [79]. Scenario 2
represents a modest system whereas Scenario 3 represents an optimised set-up. In both
cases the MEC was configured to produce hydrogen and have been shown in Table 2.

The research assesses an individual cassette MEC design which would require a
purchase cost of between £396—£1,149 *1 per m3 [79]. Compared to current pilot-system
costs, MECs would require a price reduction. The construction cost of the Cotterill et al.
pilot-system was £1308/ m?3 [63] and for that of Heidrich et al. this was £2344/m? [90]. With
improved manufacturing and economies of scale, MECs are likely to reach the desired cost.
The study found that the price of hydrogen was the most significant influence in economic
viability [79].
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Table 2. Estimation of Microbial Electrolysis Cell (MEC_ costs integrated into wastewater treatment
Parameters—Table adapted from [79].

Parameters Scenario 2 Scenario 3
COD Removal 44% 44%
Energy Consumption 1 kWh/kg-COD 0.9 kWh/kg-COD
Cathodic Coulombic o Y
Efficiency (CCE) 50% 50%
Hydrogen Production 0.6 m3/m3/day 0.8 m3 /m3/day
Organic Loading Rate 8.8 kg/m?3/day 17.5 kg/m3/day
MEC Volume 2200 m? 1100 m?
MEC Durability >7 years >7 years
MEC Purchase Price 396 *1 £/m3 1149 *1 £/m3

*1 converted from EUR at current EUR:GBP exchange rate of 1:0.8.

Aiken et al. built on previous work by Escarpa et al. by simulating seven scenarios
using real-world conditions, pilot data and varying operational conditions [27]. The
baseline cost of the MEC system was £2344/ m?3 [90] and the MEC was compared to
activated sludge. The current MEC CAPEX is double that of activated sludge; however,
the energy demand was 10 times less [27]. With MECs’ ability to generate bioenergy, they
have the potential to be energy neutral or energy positive, whereas activated sludge is the
most energy-intensive part of current wastewater treatment processes [29]. Overall, the
costs of MECs need to reduce by 84% to £375/m3, which is in the lower range of Scenario 2
given by Escapa et al. [27,79]. Aiken et al. found that the materials represented the highest
cost of MECs [27]. Going forward, researchers should focus on cost reduction to make
MEC:s cost affective compared to activated sludge or alternative solutions. One approach
is by using readily available materials, and another is assessing if the system can be easily
manufactured at scale.

Currently, only a few economic studies on MECs are presented, which are aimed
towards urban wastewater treatment and focus on hydrogen production. Further economic
assessments of MECs’ treatment of different waste streams may provide further insights
into the economic viability of industrial applications. MEC-ADs have also shown technical
improvements over standard AD systems [17]. Techno-economic assessments comparing
AD to MEC-AD could also demonstrate further insights into new commercial applications.
Creating a standardised TEA and life cycle assessment is crucial to allow comparative and
reproducible analysis that can guide researchers, investors and policymakers [80]. More
information is required for a detailed examination of the technology, the capital investment
required, and market conditions to assess the suitability of MECs for widescale use.

3.2. Scale-Up Strategies

Despite the clear potential of MECs and MEC-AD for wastewater treatment, the
practical implications of its scale-up remain uncertain [63]. Scale-up of MECs can be
approached by multiple avenues. Large tanks can be built to increase treatment capacity
with many small modules stacked in a cassette style to scale-up reactor size or alternatively,
smaller vessels can be connected in series.

Cusick et al. tested pilot-scale MEC fed winery wastewater using multiple, stacked
modules and found that there was equal performance across all 24 modules (a total of
144 electrode pairs in a 1000 L reactor) that was comparable to the small-scale lab test [30].
This highlights a benefit of a modular approach in terms of scale-up performance. It was
found that poor electrical connection between modules resulted in appreciable ohmic
losses, resulting in different current densities among modules, highlighting the need to
use high quality connections between modules [30]. Furthermore, this approach can be
more costly than using large tanks as more materials are required to produce the different
modules, increasing the CAPEX of the system and acting as a barrier to commercialisation.

When evaluating the effect of scaling, Coterill et al. used cassette style electrodes [63].
The study found that when the scale of the electrodes was increased 16-fold, the start-up
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time was not affected, which has significant impact in the implementation of MECs [63]. It
was found that current density in the scaled-up cassette reactor compared to the small scale
control, but hydrogen gas production per litre remained the same. Hydrogen produced
per electrode surface area was four times larger in the small MEC (2 L m? of anode) than
in the large MEC (0.5 L m? of anode). Overall, scale up in this manner did not seem to be
detrimental to performance, but these findings demonstrate that further understanding
is needed when scaling up to real-world applications as the effects of scale up are not
well understood [63]. Forneo et al. identified that when considering a stacked method
of scale up of hydrogen producing MECs, the separation membrane between anode and
cathode chambers acts as a significant barrier [91]. The study found that high internal
resistances within the scaled-up cell are caused by slow movement of electrons over the
membrane [91]. Furthermore, as membranes are expensive, having many membranes could
make the system very expensive, acting as a significant barrier to commercialisation [91].
This indicates that membraneless systems may be more easily scalable. The method
of connecting smaller cells in series is comparably less well documented; many small
vessels arranged in series as opposed to one larger tank means that the system can take
advantage of improved mixing, solid retention, reduced ohmic losses and improved
microbial consortium stratification through the treatment process [92]. Arranging MEC
vessels in this way allows a modular approach to scale up, leading to a more flexible
and expandible water treatment system. In traditional wastewater treatment systems,
large, permanent treatment vessels are often limited in treatment capacity. Arranging
reactor vessels in series allows settling of solids throughout the system, improving solid
retention time and creating microenvironments within the system in response to the level
of organics found [92]. Tanks at the beginning of the series will typically have a higher
concentration of larger, undigested organics than tanks towards the end of the series.
Microbial communities develop in response to these distinct conditions, as well as to
varying dissolved oxygen, pH, volatile solids, and volatile fatty acids. It has been shown
that this improves treatment efficiency by allowing an optimal microbial community at
each stage in treatment [29,93,94].

3.3. Analysis of Hydrogen or Methane Production and Its Implications for
Industrial Implementation

The use of hydrogen as an energy carrier for global use is becoming more economically
viable, with the hydrogen market maturing year on year. The need for integrated energy
storage is increasing along with the demand to store renewable energy [5]. Most MEC
research generally focuses on recovering hydrogen rather than methane. Pure hydrogen can
be used as a valuable resource for fuel and manufacturing other chemicals. Hydrogen has a
higher energy content than methane, encouraging the development of hydrogen production
over methane [95] the high gross heating value of hydrogen is 39.4 kWh/kg whereas for
methane it is 13.8-15.4 kWh/kg. However, hydrogen production adds complexity to the
system design and operation. MECs for hydrogen production require a dual-chamber
reactor with a membrane to stop hydrogenotrophic methanogenesis at the cathode [88]
further increasing the cost and complexity of the system. As discussed previously, the
material cost makes up the most considerable portion of the CAPEX. In real wastewaters,
there is a complex mix of microbes present, making the cathode vulnerable to biofouling
which could result in periodic replacement, increasing costs [27].

Furthermore, generating pure hydrogen is rarely achieved, with only one study pro-
ducing 100% purity but at low volumes (0.015 m®/m?3 reactor/day) [90]. Impure hydrogen
requires post-processing to remove impurities adding to the process costs. Moreover,
hydrogen also requires sophisticated storage facilities and processing equipment. Hy-
drogen is, however, 1.5-4.5 times more valuable if it is required for the manufacture of
other chemicals. In the case of onsite energy generation, the value of both methane and
hydrogen will come down to the Levelised Cost of Energy (LCOE) and Levelised Cost
of Heat (LCOH) that is generated and utilised onsite. Cusick et al. found that an MEC
was able to generate hydrogen at £3470/t-H; *2 (winery wastewater) and £2310/t-H, *2
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(urban wastewater) [96], which is significantly higher than when produced from natural
gas (£462-1386/t_H, *2). The high cost of MEC produced hydrogen indicates that it is
unlikely to compete with Hj derived from natural gas unless other factors including the
costs of waste treatment or carbon tax are included.

Taking this into account, in terms of energy production, methane offers an attrac-
tive alternative. There are extensive infrastructure and equipment to store and convert
methane into electrical and thermal energy. Roland et al. developed a pilot-scale sys-
tem configured to produce methane and resulting in a large net energy production of
2.11 kWh/m3/day [30]. Comparatively, the normalised net energy production reported for
a hydrogen producing MEC is 76.2 kWh/m3/day at 98% purity [39]. The higher energy
output of the hydrogen producing MEC indicates it may be possible to produce more
energy when producing hydrogen. However, notably, this high hydrogen production was
for a 16 L reactor, and the performance has not been demonstrated on a large scale.

Gas storage infrastructure also plays a significant role in the commercial viability of
using MECs for energy generation. Reducing the storage complexity, cost and parasitic
energy requirements are key for the future of this technology. It has been proposed that
MECs can be coupled with renewable power sources [97,98]. The renewable energy will
power the MEC, generating gas that can act as energy storage. Methane has a higher
energy density than hydrogen at atmospheric pressure. The higher energy density and
larger molecule size of methane make it a more viable option for non-compressed energy
storage. However, hydrogen is likely to play a significant role in renewable energy storage
in the future [99]. AD produces low-grade biogas that is not easily stored, with the energy
input of storage equating to 10% of the energy value [100]. MEC-ADs produce higher
quality biogas with CH4 concentrations reaching 86 £ 6% [30], highlighting the advantage
of MEC-ADs over AD systems in terms of energy storage potential. MEC-ADs configured
to produce methane have the potential to compete with AD technology; however, this is
relatively unexplored on a large scale in terms of cost. Future work directly comparing AD
to MEC-AD for wastewater treatment for methane production would aid the industrial
adoption of this technology.

Unlike the production of electricity from hydrogen, there is a range of technologies
that can utilise biogas directly including reciprocating engines, microturbines, fuel cells,
gas turbines, steam turbines and combined cycle systems. Biogas can also be upgraded
to biomethane for injection back into the grid [100]. Ultimately, the maturity of hydrogen
storage and conversion technology is less developed compared to methane. Further
assessment in the total system cost comparing MEC-AD to MECs will provide insights into
the economic viability of the two systems.

4. Conclusions and Outlook

Despite growing research regarding using MECs and MEC-ADs for wastewater treat-
ment, there has not yet been a meaningful adoption within industry. This review aimed at
identifying the barriers hindering the progression of MEC use from lab-scale investigations
to pilot-scale systems and beyond to inform future research aims. The study identified
three main parameters that need to be addressed to make MECs both efficient and cost-
effective to enable adoption by industry: the feedstock, the electrode material, and the
system architecture.

In terms of electrode materials, untreated carbon anodes and stainless-steel cathodes
are currently the most viable option and are used consistently in research. A cost-benefit
analysis needs to be carried out on anode and cathode materials that also takes into
consideration the availability of the material and its life span. Corrosion resistance is
important to the longevity of the electrode, which will directly affect the OPEX. Electrodes
should ideally last many years to reduce downtime for maintenance and operational cost
for new components. There is little research on longevity beyond a year in the pilots and
this will be an area of interest for the industry in determining the commercial viability of
MECs for wastewater treatment.
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The research also indicates a gap regarding scaling the size and morphology of
electrodes. Scalability has considerable implications when discussing the commercialisation
of these technologies. Current research shows that electrode materials and designs that are
effective in the lab may not show the same performance output when scaled up, with pilot
systems showing a lower performance.

When working at a pilot-scale, the cost consideration of electrode materials becomes
more important than when working at a lab-scale. Construction cost considerations are vital
when considering electrode materials for commercial MEC systems, with CAPEX being one
of the crucial factors for adoption and viability. The current pilot-scale research indicates that
construction costs are high and will need to be reduced, in some cases considerably.

One of the main factors indicated is the cost-effectiveness of a system, as high manufac-
turing costs need to be considered. There are many ways to improve system performance;
however, this can lead to a considerable increase in complexity and cost. If this technology
is going to be adopted for wastewater treatment on a large scale, researchers need to
optimise the system using readily available materials and manufacturing techniques, with
cost considered at all stages of development.

Assessing the parameters of MECs across studies is important. Research papers
need to be more transparent and record a full data set. As shown in the supporting
material condensed into Table 1, there is a lack of consistency in data reporting. The gaps
in information make it challenging to compare studies and data cohesively, preventing
the determination of which parameters improve performance. Researchers should as a
minimum record feedstock (type and organics content), inoculum source, system design
(batch/flow, architecture, scale, electrode materials and surface area, cost), operational
factors (HRT, duration, start-up period, applied voltage, temperature) and outputs (gas
production and composition, energy production, cathodic coulombic efficiency, COD input,
COD removal (%) and COD output).

Comparing MEC systems to alternative wastewater treatment systems, both in terms
of cost and efficiency, is imperative in getting the industry to adopt the new technology.
When comparing MECs to AD, further research regarding the start-up period for COD
reduction should be explored. The start-up is crucial as it can affect the suitability of the
technology; long start-up times may not be applicable in some commercial applications
where waste needs to be treated instantly to avoid pollution. Going forward, future research
regarding the start-up period for organic removal, along with effective start-up procedures,
will increase the attractiveness of the technology.

There are several factors that determine whether hydrogen or methane production
is favoured, including the scale and location of the site. Currently, due to the maturity
of methane and biogas infrastructure, electro-methanogenesis may be the most feasible
initial route to market. Methane infrastructure is mature, and methane can be easily stored.
Therefore, bio-electrochemically generated methane can be directly connected to existing
gas infrastructure for use in cooking and transportation. However, the hydrogen economy
is predicted to become a major part of decarbonising our energy network with extensive
research being conducted worldwide to make hydrogen a viable fuel. However, practically
there are great challenges in both hydrogen storage and end use. Therefore, methane
production can act as a stepping-stone for this technology while the hydrogen production
market matures. A technical-economic analysis comparing both systems for producing
hydrogen and methane will provide a more precise route to commercialisation that can
direct future research.

Supplementary Materials: The following are available online at https:/ /www.mdpi.com/2073-444
1/13/4/445/s1, Table S1: Collation of data from previous studies of using microbical electrolysis
cells to treat different organic influents.
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BES Bioelectrochemical System
MEC Microbial Electrolysis Cell
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