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Abstract In this study, we reveal the microbiologically influenced corrosion (MIC) behavior of the

new electroless NiP-TiNi nanocomposite coating in simulated seawater using the electrochemical

impedance spectroscopy (EIS) technique after different periods of incubation time (7, 10, 14, 21,

28 days) in a sulfate-reducing bacteria (SRB) medium. The biofilm formation and the corrosion

products were characterized using the scanning electron microscope (SEM) and X-ray photoelec-

tron spectroscopy (XPS). The EIS results revealed the carbon steel (CS)/NiP-TiNi and NiP-TiNi/

SRB biofilm interfaces’ characteristics after different incubation times in the SRB media. EIS mea-

surements revealed that the NiP-TiNi nanocomposite coating’s MIC resistances are superior rela-

tive to API X80 carbon steel and a TiNi-free NiP coating, with �93% of corrosion inhibition

efficiency after 28 days of incubation.
� 2021 The Author(s). Published by Elsevier B.V. on behalf of King Saud University. This is an open

access article under the CC BY license (http://creativecommons.org/licenses/by/4.0/).
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1. Introduction

One of the most commonly used iron-carbon alloys for con-
struction pipelines is carbon steel (CS). This is due to its high

efficiency and economic value as a way to transport hydrocar-
bon products that are contained in petroleum products. The
most crucial problems occur when using carbon steel pipelines

carrying a harsh saline microbial media, which leads to accel-
erated pipeline failures (Peng and Park, 1994; Javaherdashti,
1999; Jeffrey and Melchers, 2003; Zuo et al., 2004). The pres-
ence of the microorganisms in the seawater leads to a biofilm

formation by attaching themselves to the pipeline networks
where they colonize and proliferate (Scotto et al., 1985). There-
fore, biofilms are described as a community of microbial pop-

ulations that consist of their cells and metabolic products that
include extracellular polymeric substance (EPS) (Parthipan
et al., 2018; Parthipan et al., 2018). Depending on the structure

of the biofilm, various changes occur in the electrochemical
behavior at the metal surface and change in the environment
surrounding to the metal surface. These changes will trigger

the process called biocorrosion or microbiologically influenced
corrosion (MIC) (San et al., 2012; Reza, 2008; Mehanna et al.,
2009; Sherar et al., 2011; Parthipan et al., 2021). Sulfate-
reducing bacteria (SRB) is one of the most destructive

microorganisms that are responsible for MIC since they can
generate sulfide species in anaerobically environments
(Enning et al., 2012; Rasheed et al., 2019; Rajasekar et al.,

2010; Parthipan et al., 2021), such as hydrogen sulfides
(H2S), metal sulfides, and sulfates, which result in severe dam-
age of the metal surface (Tambe et al., 2016; Vance and

Thrasher, 2005; Parthipan et al., 2017). Notably, the produc-
tion of H2S gas in high concentrations causes intrinsic hetero-
geneity on the metal surface that leads to electrochemical

reactions resulting in harsh localized corrosion processes
(Enning and Garrelfs, 2014; Sun et al., 2011; Antony et al.,
2010). Furthermore, because of the uncontrolled production
of toxins, including sulfide that results from the presence of

the SRB in the field, the workers may suffer from health prob-
lems and safety risks (Williamson et al., 2011; Crook et al.,
2017).

MIC in anaerobic environments may be responsible for
almost 25% of the corrosion damage of the metals that take
place annually (Duan et al., 2006; Wang et al., 2010). As a

result, the research regarding the methods of shielding the sur-
face of the pipelines with a hard and thick protective coating is
noteworthy and significant (Wen et al., 2009; Kuber Parande
et al., 2005). Current industrial development focuses research

on producing the next generation of antibacterial coating to
offer safety and an economically valuable solution to guard
pipelines against bio-corrosion in accordance with the needs

of the petrochemical and oil and gas industries (Beale et al.,
2010; Ashassi-Sorkhabi et al., 2012). Occasionally, the forma-
tion of biofilms and the colonization of bacteria may cause

temporary corrosion inhibition action (San et al., 2014). Auto-
catalytic electroless NiP coatings have gained a lot of popular-
ity recently because of their exceptional resistance to

scratching, corrosion, and general wear (Wang et al., 2017;
Fayyad et al., 2018; Ashassi-Sorkhabi and Es0haghi, 2013).
The structure of the NiP coating is crucial in determining its
properties. The physical, chemical and mechanical properties

of the NiP coating can be further improved by incorporating
additional hard phase particles in the NiP matrix (Chen
et al., 2010; Gay et al., 2007; de Hazan et al., 2010; Fayyad
et al., 2018). Besides, other NiP composite coatings were cre-

ated to minimize the adhesion of the bacteria on the pipeline
surface, averting the biofilm formation, such as Ni–Zn–P
(Fadl-allah et al., 2016), NiP–PTFE (Zhao and Liu, 2006)

and NiP–ND (Chenghuo and Hong, 2017).
Recently, we showed that the incorporation of phase mem-

ory alloys TiNi nanoparticles within the NiP matrix signifi-

cantly improves the microstructure, mechanical, and
corrosion resistance of the NiP coating compared with the
TiNi – free ones (Fayyad et al., 2019). Additionally, we
reported that the electroless NiP-TiNi nanocomposite coating

(NiP-TiNi NCC) decreased the cell viability of Escherichia coli
from 100% to 19%. However, no previous work has studied
the resistance of this coating to MIC, which is highly impor-

tant before deploying this new coating into the field. In the cur-
rent work, we present a full systematic electrochemical
impedance (EIS) study for the outstanding antimicrobial capa-

bility of the newly developed electroless NiP-TiNi nanocom-
posite coating (NCC) compared with the API X80 bare CS
and the TiNi-free NiP coating. EIS fully characterizes the

CS/NiP-TiNi and NiP-TiNi/SRB biofilm interfaces. Further-
more, the bulk and surface characterization using scanning
and high-resolution transmission electron microscopes (SEM
& HRTEM) coupled with energy dispersive x-ray spectroscopy

(EDS), and x-ray photoelectron spectroscopy (XPS) are used
to evaluate the coating and the biofilm/corrosion products as
well as to follow the alteration in the chemical composition

and/or the morphology of the coating at different periods of
incubation time in SRB.

2. Experimental work

2.1. Materials

Coupons of CS pipeline of type API X80 (Tianjin Tiangang
Guanye Co., Ltd., Tianjin, China) and the dimension of

20 � 15 � 5 mm3 were used. The elemental analysis of the
CS is showed in Table 1.

The chemicals, acetone, NaOH, Na2CO3, Na3PO4, and
H2SO4 were purchased from Sigma-Aldrich (St. Louis, MO,

USA) were used for the pretreatment process of the steel cou-
pons. The commercial electroless solution named ‘‘Nichem
3100” was purchased from Atotech Deutschland GmbH (Ber-

lin, Germany). It contains two main materials, the essential
salt (5–5.5 g L�1 nickel sulfate) and the reducing agent (24–
32 g L�1 sodium hypophosphite). Nanoparticles with almost

60–70 nm diameter of Titanium Nickel (TiNi) were obtained
from US Research Nanomaterials Inc. Houston, TX 77084,
USA.

2.2. Coupon preparation

Emery paper of different grit sizes up to 2000 were used to
refine the steel coupon surfaces. For extra refining, micro-

polish alumina suspension (3 mm) was utilized. The coupons
were pretreated chemically according to the following steps;
(i) they were immersed for 15 min in a bath of acetone under

ultrasonication for degreasing. (ii) They were submerged for
5 min at 80 ± 5 �C in a chemical solution consisting of 30 g



Table 1 The elemental analysis of the CS.

Element C Si Mn Ni Cr Mo Cu V Fe

Wt. % 0.13 0.10 0.54 0.02 0.04 0.01 0.02 0.25 balance
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L�1 Na3PO4, 50 g L
�1 NaOH, and 30 g L�1 Na2CO3 for chem-

ical pretreatment to remove any contamination and remove
the oxide layer. (iii) Solution of 15 wt% H2SO4 was used for

etching the polished coupons for 20 s at room temperature
to facilitate the adhesion of the coating. Deionized water was
used to rinse the coupons after each step of the pretreatment

stage. For the NiP coating preparation, (i) adjust the pH and
the temperature of the used commercial electroless plating
solution (1 L) at 4.5 ± 0.1 and 88 ± 1 �C, respectively; (ii) stir
the solution at 300 rpm during the whole electroless plating
process for 2 h to avoid the bubble formation within the coat-
ing; (iii) submerge the pretreated coupons immediately after

the pretreatment process in the electroless solution for plating;
(iv) after passing the plating time (2 h), get out the plated sam-
ples, wash and dry with deionized water and blowing air. For
the preparation of the NiP-TiNi NCC, the commercial plating

solution was modified as follows: (i) 1 g of TiNi was added to 1
L of NiP electroless bath; (ii) mix and sonicate the mixture for
60 min, at room temperature, to ensure the homogeneous

spreading of the nanoparticle in the electroless solution, using
ultrasonic disperser (Fisher Scientific UK Ltd, Loughborough,
UK) before starting the plating process. Then, stop and

remove the sonicator from the solution. Complete the plating
process as previously mentioned for the NiP plating starting
from step (ii).

2.3. Coupons incubations with SRB culture

Sludge biomass - enriched mixed SRB culture was used in this
study, as described earlier (Rasheed et al., 2019; Rasheed et al.,

2018). Briefly, the active SRB culture was prepared using Post-
gate’s C medium (Postage, 1984; Javed et al., 2017; Wade
et al., 2017). A 1000 mL of the Postgate’s C medium consists

of 2 g MgSO4/MgCl2, 0.5 g Sodium Citrate, 1 g CaSO4�2H2O,
1 g NH4Cl, 20 g NaCl, 3 g Na2SO4, 0.5 g KCl, 0.04 g SrCl2,
0.1 g KBr, 0.5 g K2HPO4, 3.5 g Sodium Lactate and 1 g Yeast

Extract. Initially, 1 N NaOH solution was used to adjust the
pH of the medium to approximately 7.5 under anaerobic con-
ditions and was incubated at 35 �C. The blackening of the
media was an indication that sulfate had been reduced and sul-

fide had been produced. SRB inhibition experiments were con-
ducted by incubating the coupons, which are CS, and CS
coated with NiP, and NiP-TiNi coatings, in liquid medium

containing enriched mixed SRB culture (250 mg VSS L�1)
along with modified Postgate C medium. Coupons were incu-
bated in a sealed glass container after purging with N2 gas for

30 min to make an anaerobic atmosphere and kept in a shak-
ing incubator at 37 �C for different time intervals (Jogdeo
et al., 2017). At certain time intervals, the coupon samples were

removed from the incubation media to perform the electro-
chemical, bulk, and surface analysis after gently washing with
DI water. Recovered coupons from the incubator for the dif-
ferent characterizations after a certain time were used once
and were never returned to the incubator again.

2.4. Characterization of the biofilm/corrosion products

The coupons were recovered from the ‘‘SRB enriched” media
and fixed with 2.5% glutaraldehyde solution and systemati-

cally dehydrated using 25, 50, 75, 90, and 100% ethanol (vol
%) for 10 min each before carrying out the SEM and XPS
analysis (Chen et al., 2016). To maintain dryness, the coupons

were kept under a N2 atmosphere. The coating morphologies
and the distribution of the TiNi nanoparticles in the NiP
matrix were investigated by NOVA NanoSEM 450 SEM and

Talos F200X high-resolution TEM (ThermoFisher Scientific,
Hillsboro, Oregon, USA), respectively (Fayyad et al., 2019).
However, the SEM and EDS analysis of the surface coatings
after biofilm/corrosion product formation were investigated

by an FEI Quanta 650 FEG SEM (ThermoFisher Scientific,
Hillsboro, OR, USA) after sputtering the samples with gold
(3 nm). The visual appearance of the incubated coupons after

different days of incubation were assessed by capturing optical
images using a Nikon digital camera (DSLR D5100). The XPS
analysis was performed with ESCALAB 250X (ThermoFisher

Scientific, Waltham, MA, USA) using AlKa excitation radia-
tion (25 W, ht = 1486.5 eV) with 100 eV pass energy and a
step size of 1 eV to investigate the corrosion products on the

coated samples. For removing the corrosion product, the sam-
ples were sonicated in ethanol for 10 s followed by sonication
in a solution containing 5 mL L�1 HCl and 3.5 g L�1 hexam-
ethylene tetramine for 5 min. Then, the coupons were rinsed

with DI water, dried under N2, and kept at an inert atmo-
sphere until the analysis.

2.5. Electrochemical studies

EIS was used to assess the corrosion performance of the com-
posite coatings after incubation. The experiments were done

utilizing a Gamry Reference 3000 electrochemical workstation
(Gamry, Warminster, PA, USA) at room temperature in sim-
ulated seawater (Kakutani et al., 2017; Zakowski et al., 2014).

Table 2 showed the composition of the simulated seawater.
Solution media was deaerated with nitrogen gas prior to each
experiment.

A three-electrode cell containing the measured coupon, gra-

phite rod, and Ag/AgCl electrodes were used as the working,
counter, and reference electrodes, respectively. A 10 mV AC
amplitude-frequency was utilized and applied over 1 � 10–2

to 1 � 105 Hz. After obtaining a steady-state open-circuit
potential, the EIS data were recorded. A 1 cm2 area of the sur-
face of the incubated coated coupons was exposed to the sim-

ulated seawater electrolyte. The obtained EIS data were fitted
using Gamry’s Echem Analyst software. The protection effi-



Table 2 The composition of simulated seawater (Kakutani

et al., 2017; Zakowski et al., 2014).

Salt g/Kg solution

Sodium chloride (NaCl) 23.93

Sodium sulfate (Na2SO4) 4.008

Potassium chloride (KCl) 0.677

Sodium bicarbonate (NaHCO3) 0.196

Potassium bromide (KBr) 0.098

Boric acid (H3BO3) 0.026

Sodium fluoride (NaF) 0.003
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ciency (IE) of the coatings can be calculated using the follow-
ing Equation (Fayyad et al., 2018):

IE ¼ ðRo

ct � RctÞ=ðRo

ctÞ ð1Þ
Where Ro

ct is the charge transfer resistance of the incubated

coupons in SRB and Rct is the charge transfer resistance of
the CS coupon before incubation (control coupon).

3. Results and discussion

3.1. Surface characterization and composition of the coatings

The SEM images of the CS, NiP, and NiP-TiNi NCC before
incubation in SRB media can be seen in Fig. 1(a, b and c,

respectively). The surfaces of NiP (Fig. 1b) and NiP-TiNi
NCCs (Fig. 1c) have spherical-like nodules resembling the
shape of cauliflower. The presence of TiNi nanoparticles
within the NiP matrix results in the less-porous, and more

compact structure coating. A further analysis, shown in
Fig. S1, was collected using the EDS mapping of the cross-
sectional area for the NiP-TiNi NCC, which illustrates the

adhesion between the substrate and the composite coating.
Moreover, the high concentration of the nickel (80 wt%) and
the appearance of P and Ti in the NiP-TiNi NCC, as seen in

EDS measurements in Fig. S2, confirms the excellent electro-
less deposition of the composite coating. Furthermore, as seen
in Fig. 2a, TEM measurements illustrate the uniform and

homogeneous allocation of the TiNi in the NiP coating. Fur-
thermore, Fig. 2b shows the high angle annular dark-field
(HAADF) image, and Fig. 2 (c, d, e, and f) reveals the
TEM/EDS mapping measurements for the NiP-TiNi. From

both, we can conclude that Ti is more reactive than Ni (Es-
a b

30 μm 3

Fig. 1 SEM morphological images of (a) CS, (b)
Souni et al., 2005); therefore, the appearance of the oxygen
in the same place as Ti proves the oxidation of Ti in the TiNi
into TiO2, which is known to have high resistance to corrosion

and bactericidal activity, as will be shown later. Furthermore,
the homogeneous distribution of the TiNi nanopartricles in the
NiP coating is clearly observed, as shown in Fig. 2a.

The optical macrographs of the coupons after 0, 7 and
28 days of incubation are given in Fig. 3. A clear layer of bio-
film was observed on the CS surface after 7 days of incubation

(Fig. 3a0). However, a thinner biofilm layer is visible on the
NiP (Fig. 3b0) and NiP-TiNi (Fig. 3c0) surfaces after the same
period. After 28 days of incubation, a thick heterogeneous cor-
rosion product layer can only be observed on the CS (Fig. 3a0 0)
compared with those on the NiP (Fig. 3b0 0) and NiP-TiNi NCC
(Fig. 3c0 0). Fig. 4 gives the SEM images showing the morpho-
logical structure of the biofilm formed on the CS, NiP, and

NiP-TiNi coatings in SRB inoculated media after 7, 10, and
28 days of incubation. After 7 days of incubation, numerous
intact SRB are visible on the CS surface in addition to the

heterogeneous, porous, and three-dimensional biofilm covered
mainly with EPS (Fig. 4a).

The bacterial cells can easily adhere to the metal surface

with the help of EPS and form a biofilm, as seen in Fig. 4a
(Chen et al., 2017). The biofilm formation, in the case of CS,
is at its maximum at 7 days of incubation in SRB and starts
to decay after 7 days of incubation. Hence, the number of bac-

terial cells is reduced after 10 days of incubation for the CS
coupon, as shown in Fig. 4a0. Very few bacterial cells are pre-
sent on the NiP and NiP-TiNi coatings after 7 days of incuba-

tion, even with apparent damage to the bacteria such as
reduced cell size and damaged cell walls (Fig. 4b, and c). There
is no significant difference between the SEM images of NiP

and NiP-TiNi coupons after 7 (Fig. 4b, and c) and 10 days
of incubations (Fig. 4b0, and c0). The possible reasons for this
behavior are: (i) both coatings can prevent bacterial attach-

ment on the surface, and (ii) the leaching of metal ions from
the coatings may cause bacterial damage. It has been proved
that the NiP coating prevents the bacterial attachment, and
the release of Ni2+ (because of corrosion) from the NiP coat-

ing has been shown to damage the bacterial cell wall (Zhao and
Liu, 2006; Zhao et al., 2013; An et al., 2013; Sharifalhoseini
et al., 2015; Liu et al., 2018). Also, (iii) in the NiP-TiNi com-

posite coatings, the formation probabality of TiO2 on the sur-
face (Fig. 2c and d) may contribute to the synergic
antibacterial activity of the composite (Xing et al., 2012).

The TiO2 antimicrobial activity could have a noticeable contri-
bution even in the absence of photo activation (Senarathna
et al., 2017) most likely due to the electromagnetic attraction
c

30 μm0 μm

NiP, and (c) NiP-TiNi NCC before incubation.



Fig. 2 TEM (a and b) HAADF micrographs for the surface of the NiP-TiNi NCC, and EDS mapping for (c) Ti, (d) O, (e) Ni and (f) P

present in the coating matrix.

Fig. 3 Macrographs of CS (a, a0, a0 0) coated with NiP (b, b0, b0 0)
or NiP-TiNi (c, c0, c0 0) coupons after 0 (a, b, c), 7 (a0, b0 and c0) and
28 days (a0 0, b0 0 and c0 0) of incubation in SRB media. The scale bar

is 1 cm.
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that occurs between the positively charged TiO2 and the
microorganisms, which has a negative charge. As a result, oxi-
dation reactions may take place leading to deactivate the cellu-
lar enzymes and the DNA of the microorganisms and forming
pits in the bacterial cells walls that increase its permeability

and promote cell death (Nakano et al., 2013). After 28 days
of incubation, the significant portion of the CS surfaces is
already covered with heterogeneous corrosion products along
with a porous and complicated structure of biofilm (Fig. 4a0 0)
(Rasheed et al., 2019). The surface morphologies of NiP and
NiP-TiNi are entirely different from the CS coupons after
28 days of incubation. A porous kind of corrosion product is

visible, and there is no adherent corrosion product layer on
the surface, which reveals a significant corrosion inhibition
induced by the surface coatings (Fig. 4b0 0 and c0 0).

EDS analysis given in Fig. S3 reveals the presence of Fe and
S on the surface, confirming the SRB-induced corrosion. For
the incubated CS, NiP, and NiP-TiNi coupons, the percentage

of Fe is 68.75, 4.14, and 2.59%, respectively, while the S per-
centage is 12.5, 3.2, and 2.45%, respectively. The significant
reduction in the Fe and S content confirms the MIC inhibition
of the coating surfaces. Also, it is confirmed that the MIC inhi-

bition efficiency of the NiP-TiNi coating is higher than that of
the TiNi-free coating, which is also confirmed using the EIS
analysis as will be shown later.

3.2. XPS analysis

The XPS survey analysis for CS, NiP, and NiP-TiNi NCC

after 28 days of incubation, is revealed in Fig. 5. It accentuates
the Fe 2p, C 1s, N 1s, O 1s, S 2p, and S 2s peaks. The peaks for
Fe 2p, S 2p, and S 2s in the survey of CS confirm the formation



Fig. 4 SEM images of coupon surfaces incubated with SRB [(a, a0, a0 0) CS, (b, b0, b0 0) NiP and (c, c0, c0 0) NiP-TiNi NCC] after (a, b and c)

7, (a0, b0, c0) 10, (a”, b”, c”) and 28 days of incubation.
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of sulfide and organic sulfur due to the SRB activity. The addi-
tional peaks for Ni 2p and P 2p are present in both NiP and

NiP-TiNi, which arises from the coating surface and/or the
leaching of Ni2+ from the coating into the biofilm suspension.
There are no specific peaks for S 2p (in the 160–170 eV range)
and S 2s (in the 220–230 eV range) in both NiP and NiP-TiNi

coupons, which affirms the lack of sulfide and organic sulfur
on the surfaces. In other words, it confirms the MIC inhibition
imparted by the NiP and NiP-TiNi coatings on the CS surface.

These XPS results are in good agreement with the EIS (shown
later) and SEM analysis.

To explore the nature of the corrosion products on the CS

surface, the high-resolution spectra for Fe 2p and S 2p of CS
after 28 days of incubation are recorded and shown in
Fig. 6. The fitting for the S 2p spectrum shows a monosulfide
(S2–) peak at around 161.3 eV (S 2p1/2), disulfide (S2

2–) peak at

162.2 eV (S 2p3/2), polysulfide (Sn
2–) peak at 163.7 eV (S 2p3/2),

and SO4
2– peak at 168.8 eV (S 2p3/2) (Chen et al., 2016; Yuan

et al., 2013). The (S2–) and (S2
2–) peaks may originate from

the Fe-S bond, and the Sn
2– peak may originate from S-S bonds

(Yuan et al., 2013). The fitting for the Fe 2p spectrum shows a
sharp peak at 707.6 eV (Fe 2p3/2), which corresponds to

mackinawite (Fe1+xS) as well as pyrite (FeS2) and the peak
at 710.3 eV (Fe 2p3/2) corresponds to FeS (Yuan et al.,
2013). An additional peak at 722.5 eV corresponds to the
Fe2+ state is also present in the spectrum (Shaw et al.,

2017). The presence of these peaks confirms the formation of
FeS, FeS2, FeSO4, and organic sulfur as a result of the SRB
activity.

3.3. Post-corrosion morphology

Fig. 7 shows the SEM images of the coupon surfaces (after
28 days of incubation) after removing the biofilm and corro-

sion products. Surface pitting with a pit size of 2–6 lm is
observed in the CS coupon (Fig. 7a), while no pits are present
on the NiP (Fig. 7b) and NiP-TiNi (Fig. 7c) surfaces. Also, the

EDS analysis is performed after removing the corrosion prod-
ucts to evaluate variations in the elemental compositions of
NiP and NiP-TiNi coatings due to the effect of the MIC cor-
rosion, as shown in Fig. S4 (a and b, respectively). There is

about 4.15 and 5.01% decrease in the Ni wt % in the NiP
and NiP-TiNi coatings, respectively, after removing the corro-
sion products from the incubated surface in comparison with

their coated coupons before corrosion/incubation (Compare
Figs. S2 and S4). These results indicate minimal corrosion
damage of NiP-TiNi coating compared with the NiP one. This

is also confirmed from the traces of Ti (0.94 wt%) in the NiP-



Fig. 5 Full XPS survey for SRB (a) CS, (b) NiP and (c) NiP-TiNi. Coupons after 28 days of incubation in SRB.

Fig. 6 High-resolution spectra of (a) S 2p and (b) Fe 2p for CS coupon surfaces after 28 days of incubation with SRB.
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TiNi NCC after removing the biofilm clarify that it is not

entirely dissolved even after the increased time of incubation
of 28 days (Fig. S4b). It also indicates the further antimicrobial
ability of NiP-TiNi coating, which will be quantitatively esti-

mated using the EIS measurements.
3.4. Electrochemical impedance spectroscopy (EIS)

EIS is used to describe the electrochemical behavior at the
interface of the metal/biofilm to evaluate the SRB biofilm

and its influence on the corrosion process (Yuan et al.,



Fig. 7 SEM images of the coupon surfaces after removing the biofilm and corrosion products. (a) CS, (b) NiP and (c) NiP-TiNi.
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2013). Fig. 8 represents the Nyquist plots (a-c), which are mea-
sured at 10 mV AC amplitude-frequency, and their corre-
sponding Bode module |Z| plots (d-f) of the SRB-incubated

CS, CS/NiP, and CS/NiP-TiNi, respectively. The magnifica-
tions of the low impedance regions of the Nyquist plots of
the different coupons can be seen in the insets in Fig. 8(a-c).

The incubation with SRB is done for different periods (7, 10,
14, 21, and 28 days), and then the coupons are immersed in
simulated seawater at room temperature for the EIS character-
ization. The EIS spectra for the non-incubated CS, CS/NiP,

and CS/NiP-TiNi samples (denoted as 0 days) are examined
under the same conditions and used as control samples to com-
pare the electrochemical behavior of the same coupons before

and after incubation. The smaller the Nyquist semicircle diam-
eter, the smaller the charge transfer resistance through the
metallic surface/electrolyte solution interface, and conse-

quently, the higher the corrosion rate is (Chongdar et al.,
2005). Notably, in Fig. 8a for CS, the highest diameter for
the Nyquist semicircle of the incubated CS samples is at 7 days

of incubation. Although at 10 days of incubation, the semicir-
cle diameter is decreased, it is still wider compared to the con-
trol (without incubation), and those incubated for longer
periods. This indicates that the protective SRB biofilm forma-

tion is completed at 7 days of incubation, which is in line with
several previous works (Liu et al., 2015; AlAbbas et al., 2013).
After 7 days, a gradual breakdown starts to occur in the pro-

tective biofilm leading to higher corrosion rates due to the dif-
fusion of the aggressive electrolyte and the SRB-induced
corrosion due to the generated local acidity and sulfide ions.

It is reported that the biofilm of the SRB has a substantial inhi-
bitive effect on the corrosion during the first days of incuba-
tion (Yin et al., 2018). The SRB-incubated CS/NiP and CS/
NiP-TiNi samples switched their behavior with the coating-
free CS, where the diameter of the Nyquist semicircles is the
highest at 10 days of incubation, not 7 days as in the case of

the bare SRB-incubated CS. In fact, due to the presence of
P, which is an essential element for the growth of microorgan-
isms (Miettinen et al., 1997), it was expected that the comple-

tion of the protective biofilm would be in less than 7 days. The
reason for this unexpected behavior is attributed to the pres-
ence of Ni and Ti in the NiP and NiP-TiNi coatings, which
has an inhibitive effect on the biofilm growth (Vahedi et al.,

2017; Yasuyuki et al., 2010). However, the general trend
remains the same for the coated and uncoated CS beyond
10 days of incubation, where the diameters of the Nyquist

semicircles decrease gradually as the incubation time increases.
The order of the diameters of the Nyquist semicircles is as fol-
lows: SRB-incubated NiP-TiNi > SRB-incubated

NiP > SRB-incubated CS, as shown in Fig. 8 (a, b and c). This
order indicates that the NiP coating has significant corrosion
protection against MIC. Furthermore, the presence of TiNi

nanoparticles in the NiP matrix enhances the MIC resistance
(Rct) of the NiP coating by about 73% after 10 days of incuba-
tion, as will be shown later in Table 3. This is referred to many
reasons; (i) the uniform allocation of TiNi nanoparticles inside

the NiP matrix, the compactness, and excellent adhesion of the
NiP-TiNi composite coating with the substrate, as shown in
Fig. S1, decreases the defects in the NiP matrix and conse-

quently, impedes the SRB from reaching the substrate, (ii)
As shown in Fig. S2 (EDS measurements), the addition of
TiNi leads to a significant decrease (about 54.5%) in the per-

centage of the P in the Ni-P coating, and (iii) The presence
of Ni, Ti, and the formation of TiO2 in the composite coating,
as mentioned in section 3.1, enhances the bactericidal activities



Fig. 8 The Nyquist (a-c) and Bode module |Z| and phase angle plots (d-f) of incubated CS, CS/NiP, and CS/NiP-TiNi coatings,

respectively, incubated with SRB for different bacterial growth and tested in simulated seawater at room temperature. The inset in a, b and

c are the enlargements of the low impedance regions.
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of the NiP-TiNi (Yasuyuki et al., 2010; Fu et al., 2005; Lemire

et al., 2013). Moreover, (iv) the formation of the biofilm layer
that comes from the inhibited SRB in addition to the corrosion
products, act as a barrier to the corrosive ions (Castaneda and

Benetton, 2008), as displayed later in Table 3 (the comparison
of the Rct values of the coatings before and after incubation).
This helps in enhancing the corrosion protection of the NiP
and NiP-TiNi coatings.

In the Bode module |Z| plots, the higher values of |Z| at low
frequencies indicate the lower rates of corrosion (Su et al.,
2015). According to the Bode module |Z| plots of the incu-

bated CS, NiP, and NiP-TiNi samples, Fig. 8(d-f), it is noted
that they are consistent with their corresponding Nyquist
plots. Obviously, in the phase angle plots for the CS

(Fig. 8d), there is a shift in the phase peaks to the low frequen-
cies side with increasing the time of incubation more than
14 days. This shift is attributed to either the presence of
SRB, which creates a conductive and porous layer of iron sul-

fide that has a significant high electrical capacitance that leads
to a higher corrosion rate (AlAbbas et al., 2013). Also, it may
be due to the electrons consumed from the surface of the steel

by SRB through their electron transport pathways (Sherar
et al., 2011). Regarding the NiP coating (Fig. 8e), it is noted
that there is a smaller shift in the phase peaks to the low fre-
quencies with increasing the incubation time compared to the

shift in the phase peaks of the CS whereas, the phase angle h
vs. log frequency plots for the NiP-TiNi nanocomposite coat-
ings do not show that shift with increasing the incubation time.

This demonstrates that the NiP-TiNi nanocomposite coating
has significant protection against the MIC for extended
periods.

The increase in the corrosion rate as the incubation times
increases beyond 7 days (in case of CS) and 10 days (in case
of the coated CS) is related to the bio-catalytic activities of



Fig. 8 (continued)

10 E.M. Fayyad et al.
the SRB, which produces sulfide ions, as in Eq. (3) and subse-
quently conductive iron or nickel sulfide layers, as in Eq. (6)
and Eq. (7). The produced iron or nickel sulfide layer plays

an important role in accelerating the corrosion rate. The elec-
trochemical reactions and the bio-catalytic of the SRB are
taken place as the following:

In the anaerobic environment, the hydrogen is obtained by

the cathodic reaction of the water dissociation

2H2O + 2e ! H2 + 2OH– ð2Þ
Through the hydrogenase enzymes, the SRB uses the catho-

dic hydrogen to acquire the needed electrons to reduce the sul-
fate to sulfide as follows:

SO4
2� + 8Hþ + 8e� !HS� + OH– + 3H2O ð3Þ

Some sulfide ions that produced biologically in Eq. (3) will

convert to hydrogen sulfide especially in acidic media as the
below:

HS� + Hþ !H2S ð4Þ
In the case of the control sample (CS), the anodic reaction

of the reduction of the iron takes place as in Eq. (5).

Fe ! Fe2þ + 2e ð5Þ
The production of hydrogen sulfide as in Eq. (4) and the

oxidation of iron in Eq. (5) encourages the formation of iron

sulfide as follows:

Fe2þ + H2S ! FeS + 2Hþ ð6Þ
Therefore, due to the increase in the metabolic activities of

the SRB with increasing the incubation time, higher concentra-
tions of sulfide and other biological compounds are produced

on the surface of the coupons that results in enhancing the cor-
rosion process.

In the case of NiP or NiP-TiNi coatings samples, in addi-

tion to the previous Eqs, the nickel ions will react with the
hydrogen sulfide, as in Eq. (7), forming nickel sulfide, which
is the main element in the corrosion products, as shown in
Fig. S3 (EDS results). This indicated that the H2S encourages,
to some extent, the penetration of the electrolyte through the
coating leading to localized corrosion and, consequently, coat-

ing detaching, especially after long immersion time (Li et al.,
2019).

Ni2þ + H2S ! NiS + 2Hþ ð7Þ
The fitting (solid lines) of the EIS measured data (dotted

symbols) for the different incubated specimens shown in
Fig. 8 is done using the electrical equivalent circuits in Fig. 9

(a-f). These equivalent circuits are composed of one (a), two
(b, c, and e), and three (d and f) time constants. The equivalent
circuits elements are Rs (solution resistance), Rct (charge trans-

fer resistance at the double layer), CPEdl (constant phase ele-
ment representing a non-ideal capacitor behavior that
associated with the electrical double layer at the metal/coating

interface), Rf (biofilm resistance), CPEf (constant phase ele-
ment of the biofilm), Rpo (the coating pore resistance), CPEcoat

(constant phase element for the coating), and W (Warburg dif-
fusion resistance). The constant phase element (CPE) is a

pseudo-capacitive element, which is related to the surface
roughness and inhomogeneity in addition to the non-uniform
current distribution at the surface (Gad El-Rab et al., 2012).

The impedance of CPE is calculated using the following Equa-
tion (Njoku et al., 2017);

ZCPE ¼ 1

Y0ðjwÞn ð8Þ

Where Y0 is the CPE constant and equals to the (1/|Z|) at

x = 1 rad/s, j is the imaginary number, x is the angular fre-
quency of the AC signal (1/rad), and n is the CPE exponent.
As n reaches 1, the CPE shows the ideal capacitor behavior.
Eq. (9) (Benoit et al., 2016; Hirschorn et al., 2010; Brug

et al., 1984) is utilized to estimate the double layer capacitance
of Cs, Ni-P, and Ni-P-TiNi coatings.

Cx ¼
ffiffiffiffiffiffiffiffiffiffiffiffiffiffi
Y0x

Rx
ðn�1Þ

n

s
ð9Þ



Table 3 The EIS fitting parameters of different incubated coupons (CS, NiP, and NiP-TiNi NCC) after different times of incubation with SRB in simulated seawater at room

temperature.

Coating

type

Time

(day)

Rf

(X.cm2)

CPEf Cf

(mF.cm�2)

Rpo

(X.cm2)

CPEcoat Ccoat

(mF.cm�2)

Rct (X.cm
2) CPEdl Cdl

(mF.cm�2)

deff (nm) W

(S.s1/2)

PE

(%)
Y01

(sn ohm�1 cm�2)

n1 Y02

(sn ohm�1 cm�2)

n2 Y03

(sn ohm�1 cm�2)

n3

CS 0

7

10

14

21

28

—

534

410

275

115

72.5

—

299 � 10�6

315 � 10�6

655 � 10�6

7.90 � 10�3

15.0 � 10�3

—

0.85

0.88

0.86

0.94

0.89

—

216.3

238.8

495.5

7852

15,156

—

—

—

—

—

—

—

—

—

—

—

—

—

—

—

—

—

—

—

—

—

—

—

—

370

1030

875

450

250

120

8.20 � 10�3

4.50 � 10�3

9.46 � 10�3

11.7 � 10�3

20.0 � 10�3

46.0 � 10�3

0.58

0.58

0.65

0.60

0.62

0.55

18,317

13,662

29,522

35,409

53,632

186,122

0.0039

0.0052

0.0024

0.0022

0.0013

0.0004

—

635.8

288

—

—

—

—

64.1

57.7

17.7

—

—

NiP 0

7

10

14

21

28

—

4706

6310

3807

2570

2200

—

50 � 10�6

27 � 10�6

61 � 10�6

188 � 10�6

248 � 10�6

—

0.90

0.86

0.88

0.84

0.83

—

42.6

20.2

49.9

164

219

640

900

1260

1082

617

160

523 � 10�6

400 � 10�6

392 � 10�6

464 � 10�6

618 � 10�6

4.57 � 10�3

0.87

0.88

0.90

0.90

0.92

0.93

444

348

362

430

568

4463

7900

9400

11,900

7200

4132

2900

711 � 10�5

638 � 10�5

175 � 10�5

310 � 10�5

333 � 10�5

618 � 10�5

0.85

0.88

0.82

0.80

0.77

0.79

14,475

11,150

3408

6738

7287

13,310

0.005

0.006

0.021

0.011

0.009

0.005

0.90 � 10�3

1.20 � 10�3

1.70 � 10�3

36.7 � 10�3

20.1 � 10�3

8.50 � 10�3

95.3

96.0

96.8

94.8

91.0

87.2

NiP-TiNi 0

7

10

14

21

28

—

7254

10,260

7070

3477

2010

—

28 � 10�6

19 � 10�6

141 � 10�6

264 � 10�6

562 � 10�6

—

0.88

0.86

0.80

0.80

0.84

—

22.5

14.5

141

258

575

910

1245

2300

1930

1612

1500

173 � 10�6

158 � 10�6

117 � 10�6

129 � 10�6

223 � 10�6

549 � 10�6

0.80

0.99

1

0.82

0.88

0.99

109

155

117

95

194

548

10,900

13,130

20,640

9680

6700

5180

446 � 10�5

322 � 10�5

283 � 10�5

342 � 10�5

407 � 10�5

552 � 10�5

0.90

0.92

0.98

0.93

0.91

0.92

6867

4459

3075

4451

5644

7389

0.010

0.016

0.023

0.016

0.013

0.009

—

5.90 � 10�3

5.30 � 10�3

—

—

—

96.6

97.2

98.2

96.2

94.5

92.9
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Fig. 9 Equivalent circuits that fit the experimental impedance results of the different specimens before (a, c and e) and after (b, d and f)

different incubation time with SRB. (a) One-time constant equivalent circuit. (b, c and e) Two-time contants and (d and f) three-time

constants equivalent circuits. The dashed CPE elements refer to unmeasured capacitance as the characteristic frequency of this non-ideal

capacitor (CPE) is out of the operational limit and the equipment capability.
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Where Y0x is the CPE constant for the film (Y01), the coating
(Y02), or CS (Y03), and Rx represents the film resistance (Rf) or

the pore resistance (Rpo) or the charge transfer resistance (Rct).
Furthermore, using the Helmholtz equation (Hirschorn et al.,
2010), which clarified the relationship between the capacitance
and the thickness of the protective layer, the thickness of the

oxide layer on top of CS and the NiP or NiP-TiNi coatings
could be represented, as shown in Eq. (10).

Ceff ¼ eeoA
deff

ð10Þ

where d is the effective thickness of the oxide layer, A is the

effective electrode surface area, eis the dielectric constant of
the medium (efor water is 78.4), and eo is the vacuum permit-
tivity, which has a value of 8.854 � 10�14 F cm�1.

The full parameters that are deduced from fitting the

measured EIS data shown in Fig. 8 using the equivalent
circuits in Fig. 9 are expressed in Table 3. It is worth
mentioning that the characteristic frequency, fc, of the

biofilm is in the range of � 26 M Hz, which is out of
the operational range of our experiment and the capabil-
ity of the existing commercial equipment so far. The
characteristic frequency was calculated using Eq. (11)

(Njoku et al., 2017);

fc ¼
1

2peeoq
ð11Þ

Where q is the effective resistivity of the biofilm (�1000 Xcm)
and e and eo are the dielectric constant of the biofilm (70–80)
(Hirschorn et al., 2010) and the vacuum permittivity

(8.854 � 10�14 F cm�1).
As noticed from Table 3, the value of the Rct for the CS

coupon at 7 days of incubation (1030 X cm2) is about 2.8

times its value before incubation (370 X cm2). This is due
to the complete formation of the biofilm on the CS coupon
after 7 days of incubation, which is supported by the highest

value of the Rf (biofilm resistance). At 10 and 14 days of
incubation, although the Rct and Rf values of the CS coupon
start to decrease, the biofilm still gives some protection effi-
ciency (about 57.7% and 17.7%, respectively), as shown in

Table 3. Therefore, the equivalent circuit of two-time con-
stants with Warburg diffusion element (W) shown in
Fig. 9b is utilized to fit the EIS data of CS that measured

at 7 and 10 days of incubation only. The Warburg diffusion
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element (W), is added to the equivalent circuit to be used
when the diffusion of chloride ions inside and the corrosion
product outside the biofilm is a limiting step. Therefore, W

appears in the film’ RC component. Whereas, the EIS data
of the CS specimen before incubation is fitted using the
one-time constant equivalent circuit (Fig. 9a). However, the

two-time constant without the (W) is used to fit the EIS data
at 14, 21, and 28 days of incubation for CS specimens since,
at that time, the effect of the biofilm is not significant. Con-

sequently, further reduction in the Rct and Rf values of the
CS coupons is noticed. This is due to the gradual degradation
of the biofilm and the creation of the sulfide and other
organic compounds, e.g., EPS, as clarified by the XPS results,

at the metal/biofilm interface generating an aggressive med-
ium and enhances the corrosion rate.

Similarly, the Rct values of the NiP and NiP-TiNi coatings

at 7 days of incubation are 9,400 and 13,130 X cm2, respec-
tively, which are higher than their corresponding values at
0 days of incubation, as shown in Table 3. The difference in

Rct values before and after incubation, in addition to the
appearance of Rf at 7 days of incubation, clearly indicates
the formation of the biofilm. A Further increase in the Rct

and Rf values of the NiP and NiP-TiNi coatings at 10 days
of incubation has occurred. This indicates a thin passive EPS
film, which consists of carbohydrate, protein, humic sub-
stances, and lipids, is formed on the coatings after 7 days of

incubation time. Nevertheless, after 10 days of incubation,
the biofilm thickens is non-uniform, as clarified from SEM
images.

Generally, it is well recognized that the low-frequency
region refers to the inner layer, whereas the high and the
intermediate frequency region reflect the outer layer

(Oskuie et al., 2012; Tsai et al., 2010). Before incubation
of the coated coupons (NiP or NiP-TiNi), the combination
of CPEdl and Rct represents the low-frequency time con-

stant that corresponds to the substrate/coating interface
(the inner layer). In contrast, the high-frequency time con-
stant (CPEcoat and Rpo) demonstrates the coating/solution
interface (outer layer). The EIS data of the NiP and NiP-

TiNi coatings at 0 days incubation are fitted using the
two-time constants equivalent circuits with and without dif-
fusion, respectively, as shown in Fig. 9 (c and e). Despite

both circuits shown in 9b and 9c having two-time con-
stants, the circuit in Fig. 9c has only a temporary effect
of the biofilm and the metal (in series), while the later

one has the permanent effects of both coating and metal
(in parallel). After the incubation of the NiP and NiP-
TiNi coated coupons, a new high-frequency time constant
(CPEf and Rf), which demonstrates the formation of the

biofilm in the outer layer, exist. Accordingly, the three-
time constants equivalent circuits model, Fig. 9 (d and f),
are used to fit their EIS data. Since the biofilm has a

remarkable effect after 7 and 10 days of incubation, the
EIS results of both NiP and NiP-TiNi coatings are fitted
using the equivalent circuit shown in Fig. 9d, which has a

Warburg diffusion element (W) at the film area. A more
incubation time beyond 10 days showed a diminishing of
the biofilm effect. Therefore, the equivalent circuit shown

in Fig. 9f is suitable to fit the EIS data of NiP coating
due to the diffusion of the electrolyte into the coating.
Therefore, the (W) component apprears in the interface
area. Also, the EIS data of NiP-TiNi coating are fitted
using the same equivalent circuits (Fig. 9f) but without dif-
fusion (W) at the interface, which is indicative of barrier
coating characteristics. It is noticed that the Nyquist plots

of the NiP coating (Fig. 8b) before and after incubation
were a semicircle with a straight line at lower frequencies,
which may be due to the penetration of the electrolyte

and/or SRB within the coating, as previously described.
This is consistent with their equivalent circuits models (Fig-
ure c, d, and f), which contain the diffusion term (W).

Moreover, the presence of TiNi nanoparticles in the NiP
coating increases the Rct and Rpo values of the resulted NiP-
TiNi nanocomposite coating, as shown in Table 3, through
all incubation times even at 28 days of incubation where

there is up to 79% and 838% increase, respectively, in com-
parison with the corresponding Rct and Rpo values of the
TiNi-free coating. As a consequence, the NiP-TiNi coating

showed about 93% protection efficiency after 28 days of
incubation. All protection efficiencies for all specimens
throughout the different immersion time are illustrated in

Table 3, which clarifies that the highest efficiency is
appeared with NiP-TiNi coating after 10 days of incubation.
In addition, the NiP-TiNi coating throughout all the incuba-

tion days have the lowest double layer capacitances (Cdl)
compared to those of both bare metal and NiP coating, as
shown in Table 3. It is worth mentioning that since the Ccoat

are related to the porosity of the coatings, low values repre-

sent samples with less porosity. i.e., the NiP-TiNi was less
porous, resulting in low permeation of chloride ions, which
means higher protection against corrosion. Also, since the

Cf and Ccoat are related to the porosity of the biofilm and
the coatings, respectively, their low values represent samples
with less porosity. i.e., the NiP-TiNi coating was less por-

ous, resulting in low permeation of chloride ions, which
means higher protection against corrosion. On the contrary,
as shown in Table 3, the porosity of the biofilm that is

grown on the NiP coating was moderate between that of
both the substrate and the NiP-TiNi coating. This means
that the high biofilm porosity on CS can permit to the chlo-
ride ions to diffuse through it and reach to the substarte

causing corrosion. Furthermore, it is noticed that the com-
posite coating have the largest values of the effective thick-
ness of the oxide layer (deff) compared to those of substare

and the NiP coating. This confirms the high corrosion pro-
tection efficiency of the NiP-TiNi nanocomposite coating
against SRB induced MIC during all the incubation time,

as shown in Table 3. The reason is referred to the structure
and composition of the composite coatings, which delay the
massive growth of the SRB. This bacterial growth inhibition
occurs due to the easy penetration of the bacterial cell wall

by the Ni2+ ions, which are released from the coatings and
also the formation of TiO2 that improves the antibacterial
activity of the NiP-TiNi composite coating. SEM images

shown in Fig. 4 confirm that there are a few bacteria, which
are not uniformly distributed on the surface of the incubated
NiP-TiNi composite coating.
4. Conclusion

Microbiologically influenced corrosion (MIC) of CS coated

with NiP or NiP-TiNi nanocomposite coatings is thoroughly
investigated after different incubation periods in SRB media
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using SEM, EDS, and XPS as well as electrochemically, after
immersing the bare and coated CS coupons in the simulated
seawater, using EIS. Before incubation, the SEM/EDS and

TEM mapping detected the good electroless deposition of
the NiP-TiNi composite coatings on the CS with homogeneous
distribution of the TiNi in the NiP matrix. After incubation,

the XPS confirmed that the biofilm and corrosion products
are mainly consisted of iron sulfides and oxides, which are
remarkably minimized on the surface of the NiP-TiNi compos-

ite coating compared to the other CS, and the TiNi-free coated
coupons. The electrochemical analysis showed that the com-
plete formation of the biofilm on the coated CS took a longer
time (10 days of incubation) compared with the coating-free

CS to reach its maximum protection. In addition, the biofilm
presence altered the kinetic behavior of the coated CS by add-
ing extra time constant in the equivalent electrical circuit used

to fit the measured EIS data. Furthermore, EIS showed that
the charge transfer resistance (Rct) of the incubated NiP-TiNi
nanocomposite coated coupon is 43 and 1.8 times higher com-

pared to that of the incubated CS and the incubated NiP
coated coupons, respectively, after 28 days of incubation time.
Therefore, the presence of TiNi nanoparticles in the NiP

matrix in the new NiP-TiNi electroless coating for CS resulted
in a distinct antimicrobial corrosion behavior against SRB
because of the reduction of the phosphorous in the coating
in addition to the formation of TiO2, which is known by its

superior activity towards the mitigation of MIC. Thus, the
TiNi-NiP coating has excellent potential for applications in
the oil and gas fields where MIC is a significant risk.
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Mehanna, M., Basséguy, R., Délia, M.-L., Bergel, A., 2009. Effect of

Geobacter sulfurreducens on the microbial corrosion of mild steel,

ferritic and austenitic stainless steels. Corros. Sci. 51 (11), 2596–

2604. https://doi.org/10.1016/j.corsci.2009.06.041.

Sherar, B.W.A., Power, I.M., Keech, P.G., Mitlin, S., Southam, G.,

Shoesmith, D.W., 2011. Characterizing the effect of carbon steel

exposure in sulfide containing solutions to microbially induced

corrosion. Corros. Sci. 53 (3), 955–960. https://doi.org/10.1016/

j.corsci.2010.11.027.

Parthipan, P., Cheng, L., Rajasekar, A., 2021. Glycyrrhiza glabra

extract as an eco-friendly inhibitor for microbiologically influenced

corrosion of API 5LX carbon steel in oil well produced water

environments. J. Mol. Liq. 333,. https://doi.org/10.1016/j.-

molliq.2021.115952 115952.

Enning, D., Venzlaff, H., Garrelfs, J., Dinh, H.T., Meyer, V.,

Mayrhofer, K., Hassel, A.W., Stratmann, M., Widdel, F., 2012.

Marine sulfate-reducing bacteria cause serious corrosion of iron

under electroconductive biogenic mineral crust. Environ. Micro-

biol. 14 (7), 1772–1787. https://doi.org/10.1111/emi.2012.14.issue-

710.1111/j.1462-2920.2012.02778.x.

Rasheed, P.A., Jabbar, K.A., Mackey, H.R., Mahmoud, K.A., 2019.

Recent advancements of nanomaterials as coatings and biocides for

the inhibition of sulfate reducing bacteria induced corrosion. Curr.

Opin. Chem. Eng. 25, 35–42. https://doi.org/10.1016/

j.coche.2019.06.003.

Rajasekar, A., Anandkumar, B., Maruthamuthu, S., Ting, Y.-P.,

Rahman, P.K.S.M., 2010. Characterization of corrosive bacterial

consortia isolated from petroleum-product-transporting pipelines.

https://doi.org/10.1016/j.arabjc.2021.103445
https://doi.org/10.5006/1.3293542
https://doi.org/10.1108/00035599910273142
https://doi.org/10.1108/00035599910273142
https://doi.org/10.1016/S0010-938X(02)00147-6
https://doi.org/10.1016/S0010-938X(02)00147-6
https://doi.org/10.1007/s00253-003-1403-7
https://doi.org/10.1007/s00253-003-1403-7
https://doi.org/10.1016/0010-938X(85)90094-0
https://doi.org/10.1016/0010-938X(85)90094-0
https://doi.org/10.1016/j.ibiod.2018.01.006
https://doi.org/10.1016/j.molliq.2018.04.045
https://doi.org/10.1016/j.molliq.2018.04.045
https://doi.org/10.1016/j.corsci.2012.08.009
http://refhub.elsevier.com/S1878-5352(21)00460-3/h0045
http://refhub.elsevier.com/S1878-5352(21)00460-3/h0045
https://doi.org/10.1016/j.corsci.2009.06.041
https://doi.org/10.1016/j.corsci.2010.11.027
https://doi.org/10.1016/j.corsci.2010.11.027
https://doi.org/10.1016/j.molliq.2021.115952
https://doi.org/10.1016/j.molliq.2021.115952
https://doi.org/10.1111/emi.2012.14.issue-710.1111/j.1462-2920.2012.02778.x
https://doi.org/10.1111/emi.2012.14.issue-710.1111/j.1462-2920.2012.02778.x
https://doi.org/10.1016/j.coche.2019.06.003
https://doi.org/10.1016/j.coche.2019.06.003


Microbiologically-influenced corrosion of the electroless-deposited NiP-TiNi – Coating 15
Appl. Microbiol. Biotechnol. 85 (4), 1175–1188. https://doi.org/

10.1007/s00253-009-2289-9.

Parthipan, P., AlSalhi, M.S., Devanesan, S., Rajasekar, A., 2021.

Evaluation of Syzygium aromaticum aqueous extract as an eco-

friendly inhibitor for microbiologically influenced corrosion of

carbon steel in oil reservoir environment. Bioprocess Biosyst. Eng.

44 (7), 1441–1452. https://doi.org/10.1007/s00449-021-02524-8.

Tambe, S.P., Jagtap, S.D., Chaurasiya, A.K., Joshi, K.K., 2016.

Evaluation of microbial corrosion of epoxy coating by using

sulphate reducing bacteria. Prog. Org. Coat. 94, 49–55. https://doi.

org/10.1016/j.porgcoat.2016.01.009.

Vance, I., Thrasher, D.R., 2005. Reservoir souring: mechanisms and

prevention. In: Petroleum microbiology. American Society of

Microbiology, pp. 123–142.

Parthipan, P., Narenkumar, J., Elumalai, P., Preethi, P.S., Usha Raja

Nanthini, A., Agrawal, A., Rajasekar, A., 2017. Neem extract as a

green inhibitor for microbiologically influenced corrosion of

carbon steel API 5LX in a hypersaline environments. J. Mol.

Liq. 240, 121–127. https://doi.org/10.1016/j.molliq.2017.05.059.

Enning, D., Garrelfs, J., 2014. Corrosion of Iron by Sulfate-Reducing

Bacteria: New Views of an Old Problem. Appl. Environ. Microbiol.

80 (4), 1226–1236. https://doi.org/10.1128/aem.02848-13.

Sun, C., Xu, J., Wang, F., 2011. Interaction of Sulfate-Reducing

Bacteria and Carbon Steel Q 235 in Biofilm. Ind. Eng. Chem. Res.

50 (22), 12797–12806. https://doi.org/10.1021/ie200952y.

Antony, P.J., Raman, R.K.S., Raman, R., Kumar, P., 2010. Role of

microstructure on corrosion of duplex stainless steel in presence of

bacterial activity. Corros. Sci. 52 (4), 1404–1412. https://doi.org/

10.1016/j.corsci.2009.12.003.

Williamson, N., 2011. Problems Caused by Microbes and Treatment

Strategies Health and Safety Issues from the Production of

Hydrogen Sulphide. In: Whitby, C., Skovhus, T.L. (Eds.), Applied

Microbiology and Molecular Biology in Oilfield Systems. Springer

Netherlands, Dordrecht, pp. 151–157. https://doi.org/10.1007/978-

90-481-9252-6_18.

Crook, B., Stagg, S., Bowry, A., Frost, G., 2017. Gypsum in animal

slurry systems enhances generation of hydrogen sulphide and

increases occupational exposure hazard. Sci. Total Environ. 609,

1381–1389. https://doi.org/10.1016/j.scitotenv.2017.08.014.

Duan, J., Hou, B., Yu, Z., 2006. Characteristics of sulfide corrosion

products on 316L stainless steel surfaces in the presence of sulfate-

reducing bacteria. Mater. Sci. Eng., C 26 (4), 624–629. https://doi.

org/10.1016/j.msec.2005.09.108.

Wang, H., Wang, Z., Hong, H., Yin, Y., 2010. Preparation of cerium-

doped TiO2 film on 304 stainless steel and its bactericidal effect in

the presence of sulfate-reducing bacteria (SRB). Mater. Chem.

Phys. 124 (1), 791–794. https://doi.org/10.1016/

j.matchemphys.2010.07.063.

Wen, Y.F., Cai, C.Z., Liu, X.H., Pei, J.F., Zhu, X.J., Xiao, T.T., 2009.

Corrosion rate prediction of 3C steel under different seawater

environment by using support vector regression. Corros. Sci. 51 (2),

349–355. https://doi.org/10.1016/j.corsci.2008.10.038.

Kuber Parande, A., Muralidharan, S., Saraswathy, V., Palaniswamy,

N., 2005. Influence of microbiologically induced corrosion of steel

embedded in ordinary Portland cement and Portland pozzolona

cement. Anti-Corros. Methods Mater. 52 (3), 148–153.

Beale, D.J., Dunn, M.S., Marney, D., 2010. Application of GC–MS

metabolic profiling to ‘blue-green water’ from microbial influenced

corrosion in copper pipes. Corros. Sci. 52 (9), 3140–3145. https://

doi.org/10.1016/j.corsci.2010.04.039.

Ashassi-Sorkhabi, H., Moradi-Haghighi, M., Zarrini, G., 2012. The

effect of Pseudoxanthomonas sp. as manganese oxidizing bacterium

on the corrosion behavior of carbon steel. Mater. Sci. Eng., C 32

(2):303–309. https://doi.org/10.1016/j.msec.2011.10.033.

San, N.O., Nazır, H., Dönmez, G., 2014. Microbially influenced

corrosion and inhibition of nickel–zinc and nickel–copper coatings

by Pseudomonas aeruginosa. Corros. Sci. 79, 177–183. https://doi.

org/10.1016/j.corsci.2013.11.004.
Wang, C., Farhat, Z., Jarjoura, G., Hassan, M.K., Abdullah, A.M.,

Fayyad, E.M., 2017. Investigation of fracture behavior of annealed

electroless Ni-P coating on pipeline steel using acoustic emission

methodology. Surf. Coat. Technol. 326, 336–342. https://doi.org/

10.1016/j.surfcoat.2017.07.067.

Fayyad, E.M., Abdullah, A.M., Hassan, M.K., Mohamed, A.M.,

Jarjoura, G., Farhat, Z., 2018. Recent advances in electroless-

plated Ni-P and its composites for erosion and corrosion applica-

tions: a review. Emergent Mater. 1 (1), 3–24. https://doi.org/

10.1007/s42247-018-0010-4.

Ashassi-Sorkhabi, H., Es0haghi, M., 2013. Corrosion resistance

enhancement of electroless Ni–P coating by incorporation of

ultrasonically dispersed diamond nanoparticles. Corros. Sci. 77,

185–193. https://doi.org/10.1016/j.corsci.2013.07.046.

Chen, W., Gao, W., He, Y., 2010. A novel electroless plating of Ni–P–

TiO2 nano-composite coatings. Surf. Coat. Technol. 204 (15),

2493–2498.

Gay, P.A., Limat, J.M., Steinmann, P.A., Pagetti, J., 2007. Charac-

terisation and mechanical properties of electroless NiP–ZrO2

coatings. Surf. Coat. Technol. 202 (4), 1167–1171. https://doi.org/

10.1016/j.surfcoat.2007.05.081.

de Hazan, Y., Zimmermann, D., Z’Graggen, M., Roos, S., Aneziris,

C., Bollier, H., Fehr, P., Graule, T., 2010. Homogeneous electroless

Ni–P/SiO2 nanocomposite coatings with improved wear resistance

and modified wear behavior. Surf. Coat. Technol. 204 (21), 3464–

3470. https://doi.org/10.1016/j.surfcoat.2010.04.007.

Fayyad, E., Abdullah, A., Hassan, M., Mohamed, A., Wang, C.,

Jarjoura, G., Farhat, Z., 2018. Synthesis, characterization, and

application of novel Ni-P-carbon nitride nanocomposites. Coatings

8 (1), 37.

Fadl-allah, S.A., Montaser, A., El-Rab, S., 2016. Biocorrosion control

of electroless Ni-Zn-P coating based on carbon steel by the

pseudomonas aeruginosa biofilm. Int. J. Electrochem. Sci. 11, 5490–

5506.

Zhao, Q., Liu, Y., 2006. Modification of stainless steel surfaces by

electroless Ni-P and small amount of PTFE to minimize bacterial

adhesion. J. Food Eng. 72 (3), 266–272. https://doi.org/10.1016/j.

jfoodeng.2004.12.006.

Chenghuo S, Hong H Effect of Diamond Nanoparticles in Electroless

Ni-P-ND Coatings on Bacterial Anti-adhesive Behavior. In: 2017

International Conference on Smart Grid and Electrical Automa-

tion (ICSGEA), 27-28 May 2017 2017. pp. 68–72. http://doi.org/

10.1109/ICSGEA.2017.130.

Fayyad, E.M., Hassan, M.K., Rasool, K., Mahmoud, K.A.,

Mohamed, A.M.A., Jarjoura, G., Farhat, Z., Abdullah, A.M.,

2019. Novel electroless deposited corrosion — resistant and anti-

bacterial NiP–TiNi nanocomposite coatings. Surf. Coat. Technol.

369, 323–333. https://doi.org/10.1016/j.surfcoat.2019.04.064.

Rasheed, P.A., Jabbar, K.A., Rasool, K., Pandey, R.P., Sliem, M.H.,

Helal, M., Samara, A., Abdullah, A.M., Mahmoud, K.A., 2019.

Controlling the biocorrosion of sulfate-reducing bacteria (SRB) on

carbon steel using ZnO/chitosan nanocomposite as an eco-friendly

biocide. Corros. Sci. 148, 397–406. https://doi.org/10.1016/

j.corsci.2018.12.028.

Rasheed, P.A., Pandey, R.P., Rasool, K., Mahmoud, K.A., 2018.

Ultra-sensitive electrocatalytic detection of bromate in drinking

water based on Nafion/Ti3C2Tx (MXene) modified glassy carbon

electrode. Sens. Actuators, B 265, 652–659. https://doi.org/10.1016/

j.snb.2018.03.103.

Postage, J., 1984. The sulphate reducing bacteria. Cambridge Univer-

sity Press, Cambridge.

Javed, M.A., Neil, W.C., McAdam, G., Wade, S.A., 2017. Effect of

sulphate-reducing bacteria on the microbiologically influenced

corrosion of ten different metals using constant test conditions.

Int. Biodeterior. Biodegrad. 125, 73–85. https://doi.org/10.1016/j.

ibiod.2017.08.011.

Wade, S.A., Javed, M.A., Palombo, E.A., McArthur, S.L., Stoddart,

P.R., 2017. On the need for more realistic experimental conditions

https://doi.org/10.1007/s00253-009-2289-9
https://doi.org/10.1007/s00253-009-2289-9
https://doi.org/10.1007/s00449-021-02524-8
https://doi.org/10.1016/j.porgcoat.2016.01.009
https://doi.org/10.1016/j.porgcoat.2016.01.009
http://refhub.elsevier.com/S1878-5352(21)00460-3/h0090
http://refhub.elsevier.com/S1878-5352(21)00460-3/h0090
http://refhub.elsevier.com/S1878-5352(21)00460-3/h0090
https://doi.org/10.1016/j.molliq.2017.05.059
https://doi.org/10.1128/aem.02848-13
https://doi.org/10.1021/ie200952y
https://doi.org/10.1016/j.corsci.2009.12.003
https://doi.org/10.1016/j.corsci.2009.12.003
https://doi.org/10.1007/978-90-481-9252-6_18
https://doi.org/10.1007/978-90-481-9252-6_18
https://doi.org/10.1016/j.scitotenv.2017.08.014
https://doi.org/10.1016/j.msec.2005.09.108
https://doi.org/10.1016/j.msec.2005.09.108
https://doi.org/10.1016/j.matchemphys.2010.07.063
https://doi.org/10.1016/j.matchemphys.2010.07.063
https://doi.org/10.1016/j.corsci.2008.10.038
http://refhub.elsevier.com/S1878-5352(21)00460-3/h0140
http://refhub.elsevier.com/S1878-5352(21)00460-3/h0140
http://refhub.elsevier.com/S1878-5352(21)00460-3/h0140
http://refhub.elsevier.com/S1878-5352(21)00460-3/h0140
https://doi.org/10.1016/j.corsci.2010.04.039
https://doi.org/10.1016/j.corsci.2010.04.039
https://doi.org/10.1016/j.msec.2011.10.033
https://doi.org/10.1016/j.corsci.2013.11.004
https://doi.org/10.1016/j.corsci.2013.11.004
https://doi.org/10.1016/j.surfcoat.2017.07.067
https://doi.org/10.1016/j.surfcoat.2017.07.067
https://doi.org/10.1007/s42247-018-0010-4
https://doi.org/10.1007/s42247-018-0010-4
https://doi.org/10.1016/j.corsci.2013.07.046
http://refhub.elsevier.com/S1878-5352(21)00460-3/h0175
http://refhub.elsevier.com/S1878-5352(21)00460-3/h0175
http://refhub.elsevier.com/S1878-5352(21)00460-3/h0175
https://doi.org/10.1016/j.surfcoat.2007.05.081
https://doi.org/10.1016/j.surfcoat.2007.05.081
https://doi.org/10.1016/j.surfcoat.2010.04.007
http://refhub.elsevier.com/S1878-5352(21)00460-3/h0190
http://refhub.elsevier.com/S1878-5352(21)00460-3/h0190
http://refhub.elsevier.com/S1878-5352(21)00460-3/h0190
http://refhub.elsevier.com/S1878-5352(21)00460-3/h0190
http://refhub.elsevier.com/S1878-5352(21)00460-3/h0195
http://refhub.elsevier.com/S1878-5352(21)00460-3/h0195
http://refhub.elsevier.com/S1878-5352(21)00460-3/h0195
http://refhub.elsevier.com/S1878-5352(21)00460-3/h0195
https://doi.org/10.1016/j.jfoodeng.2004.12.006
https://doi.org/10.1016/j.jfoodeng.2004.12.006
https://doi.org/10.1016/j.surfcoat.2019.04.064
https://doi.org/10.1016/j.corsci.2018.12.028
https://doi.org/10.1016/j.corsci.2018.12.028
https://doi.org/10.1016/j.snb.2018.03.103
https://doi.org/10.1016/j.snb.2018.03.103
http://refhub.elsevier.com/S1878-5352(21)00460-3/h0225
http://refhub.elsevier.com/S1878-5352(21)00460-3/h0225
https://doi.org/10.1016/j.ibiod.2017.08.011
https://doi.org/10.1016/j.ibiod.2017.08.011


16 E.M. Fayyad et al.
in laboratory-based microbiologically influenced corrosion testing.

Int. Biodeterior. Biodegrad. 121, 97–106. https://doi.org/10.1016/j.

ibiod.2017.03.027.

Jogdeo, P., Chai, R., Shuyang, S., Saballus, M., Constancias, F.,

Wijesinghe, S.L., Thierry, D., Blackwood, D.J., McDougald, D.,

Rice, S.A., Marsili, E., 2017. Onset of Microbial Influenced

Corrosion (MIC) in Stainless Steel Exposed to Mixed Species

Biofilms from Equatorial Seawater. J. Electrochem. Soc. 164 (9),

C532–C538. https://doi.org/10.1149/2.0521709jes.

Chen, S.-Q., Wang, P., Zhang, D., 2016. The influence of sulphate-

reducing bacteria on heterogeneous electrochemical corrosion

behavior of Q235 carbon steel in seawater. Mater. Corros. 67 (4),

340–351. https://doi.org/10.1002/maco.

v67.410.1002/maco.201508555.

Kakutani, Y., Weerachawanasak, P., Hirata, Y., Sano, M., Suzuki, T.,

Miyake, T., 2017. Highly effective K-Merlinoite adsorbent for

removal of Cs+ and Sr2+ in aqueous solution. RSC Adv. 7 (49),

30919–30928. https://doi.org/10.1039/C7RA03867D.

Zakowski, K., Narozny, M., Szocinski, M., Darowicki, K., 2014.

Influence of water salinity on corrosion risk-the case of the

southern Baltic Sea coast. Environ. Monit. Assess. 186 (8), 4871–

4879. https://doi.org/10.1007/s10661-014-3744-3.

Es-Souni, M., Es-Souni, M., Fischer-Brandies, H., 2005. Assessing the

biocompatibility of NiTi shape memory alloys used for medical

applications. Anal. Bioanal. Chem. 381 (3), 557–567. https://doi.

org/10.1007/s00216-004-2888-3.

Chen, S., Li, Y., Cheng, Y.F., 2017. Nanopatterning of steel by one-

step anodization for anti-adhesion of bacteria. Sci. Rep. 7 (1), 5326.

https://doi.org/10.1038/s41598-017-05626-0.

An, X., Ma, H., Liu, B., Wang, J., 2013. Graphene Oxide Reinforced

Polylactic Acid/Polyurethane Antibacterial Composites. Journal of

Nanomaterials 2013, 1–7. https://doi.org/10.1155/2013/373414.

Sharifalhoseini, Z., Entezari, M.H., Jalal, R., 2015. Evaluation of

antibacterial activity of anticorrosive electroless Ni–P coating

against Escherichia coli and its enhancement by deposition of

sono-synthesized ZnO nanoparticles. Surf. Coat. Technol. 266,

160–166. https://doi.org/10.1016/j.surfcoat.2015.02.035.

Liu, C., Geng, L., Yu, Y., Zhang, Y., Zhao, B., Zhang, S., Zhao,

Q., 2018. Reduction of bacterial adhesion on Ag-TiO2 coatings.

Mater. Lett. 218, 334–336. https://doi.org/10.1016/

j.matlet.2018.02.044.

Zhao, Q., Liu, C., Su, X., Zhang, S., Song, W., Wang, S., Ning, G.,

Ye, J., Lin, Y., Gong, W., 2013. Antibacterial characteristics of

electroless plating Ni–P–TiO2 coatings. Appl. Surf. Sci. 274, 101–

104. https://doi.org/10.1016/j.apsusc.2013.02.112.

Xing, Y., Li, X., Zhang, L., Xu, Q., Che, Z., Li, W., Bai, Y., Li, K.,

2012. Effect of TiO2 nanoparticles on the antibacterial and physical

properties of polyethylene-based film. Prog. Org. Coat. 73 (2), 219–

224. https://doi.org/10.1016/j.porgcoat.2011.11.005.

Senarathna ULNH, Fernando SSN, Gunasekara TDCP, Weerasek-

era MM, Hewageegana HGSP, Arachchi NDH, Siriwardena

HD, Jayaweera PM (2017) Enhanced antibacterial activity of

TiO(2) nanoparticle surface modified with Garcinia zeylanica

extract. Chem. Central J. 11:7-7. http://doi.org/10.1186/s13065-

017-0236-x.

Nakano, R., Hara, M., Ishiguro, H., Yao, Y., Ochiai, T., Nakata, K.,

Murakami, T., Kajioka, J., Sunada, K., Hashimoto, K., Fujishima,

A., Kubota, Y., 2013. Broad Spectrum Microbicidal Activity of

Photocatalysis by TiO2. Catalysts 3 (1), 310–323.

Yuan, S., Liang, B., Zhao, Y., Pehkonen, S.O., 2013. Surface

chemistry and corrosion behaviour of 304 stainless steel in

simulated seawater containing inorganic sulphide and sulphate-

reducing bacteria. Corros. Sci. 74, 353–366. https://doi.org/

10.1016/j.corsci.2013.04.058.

Shaw, S.K., Alla, S.K., Meena, S.S., Mandal, R.K., Prasad, N.K.,

2017. Stabilization of temperature during magnetic hyperthermia

by Ce substituted magnetite nanoparticles. J. Magn. Magn. Mater.

434, 181–186. https://doi.org/10.1016/j.jmmm.2017.03.055.
Chongdar, S., Gunasekaran, G., Kumar, P., 2005. Corrosion inhibi-

tion of mild steel by aerobic biofilm. Electrochim. Acta 50 (24),

4655–4665. https://doi.org/10.1016/j.electacta.2005.02.017.

Liu, H., Fu, C., Gu, T., Zhang, G., Lv, Y., Wang, H., Liu, H., 2015.

Corrosion behavior of carbon steel in the presence of sulfate

reducing bacteria and iron oxidizing bacteria cultured in oilfield

produced water. Corros. Sci. 100, 484–495. https://doi.org/10.1016/

j.corsci.2015.08.023.

AlAbbas, F.M., Williamson, C., Bhola, S.M., Spear, J.R., Olson, D.L.,

Mishra, B., Kakpovbia, A.E., 2013. Influence of sulfate reducing

bacterial biofilm on corrosion behavior of low-alloy, high-strength

steel (API-5L X80). Int. Biodeterior. Biodegrad. 78, 34–42. https://

doi.org/10.1016/j.ibiod.2012.10.014.

Yin K, Liu H, Cheng YF (2018) Microbiologically influenced

corrosion of X52 pipeline steel in thin layers of solution containing

sulfate-reducing bacteria trapped under disbonded coating. Corro-

sion Science 145 (Anti-Corros. Methods Mater. 46 1999):271–282.

http://doi.org/10.1016/j.corsci.2018.10.012.

Miettinen, I.T., Vartiainen, T., Martikainen, P.J., 1997. Phosphorus

and bacterial growth in drinking water. Appl Environ Microbiol 63

(8), 3242–3245. https://doi.org/10.1128/aem.63.8.3242-3245.1997.

Vahedi, M., Hosseini-Jazani, N., Yousefi, S., Ghahremani, M., 2017.

Evaluation of anti-bacterial effects of nickel nanoparticles on

biofilm production by Staphylococcus epidermidis. Iran J Micro-

biol 9 (3), 160–168.

Yasuyuki, M., Kunihiro, K., Kurissery, S., Kanavillil, N., Sato, Y.,

Kikuchi, Y., 2010. Antibacterial properties of nine pure metals: a

laboratory study using Staphylococcus aureus and Escherichia coli.

Biofouling 26 (7), 851–858. https://doi.org/10.1080/

08927014.2010.527000.

Fu, G., Vary, P.S., Lin, C.-T., 2005. Anatase TiO2 Nanocomposites

for Antimicrobial Coatings. J. Phys. Chem. B 109 (18), 8889–8898.

https://doi.org/10.1021/jp0502196.

Lemire, J.A., Harrison, J.J., Turner, R.J., 2013. Antimicrobial activity

of metals: mechanisms, molecular targets and applications. Nat.

Rev. Microbiol. 11 (6), 371–384. https://doi.org/10.1038/

nrmicro3028.

Castaneda, H., Benetton, X.D., 2008. SRB-biofilm influence in active

corrosion sites formed at the steel-electrolyte interface when

exposed to artificial seawater conditions. Corros. Sci. 50 (4),

1169–1183. https://doi.org/10.1016/j.corsci.2007.11.032.

Su, C., Wu, W., Li, Z., Guo, Y., 2015. Prediction of film performance

by electrochemical impedance spectroscopy. Corros. Sci. 99, 42–52.

https://doi.org/10.1016/j.corsci.2015.05.029.

Li J, Zeng H, Sun C, Luo J-L Corrosion Behavior of Electroless Ni-P

Coating in the NaCl Solution Containing CO 2 and H 2 S. In:

CORROSION 2019, 2019. NACE International.

Gad El-Rab, S.M.F., Fadl-allah, S.A., Montser, A.A., 2012. Improve-

ment in antibacterial properties of Ti by electrodeposition of

biomimetic Ca–P apatite coat on anodized titania. Appl. Surf. Sci.

261, 1–7. https://doi.org/10.1016/j.apsusc.2012.05.139.

Njoku, D.I., Cui, M., Xiao, H., Shang, B., Li, Y., 2017. Understanding

the anticorrosive protective mechanisms of modified epoxy coatings

with improved barrier, active and self-healing functionalities: EIS

and spectroscopic techniques. Sci. Rep. 7 (1), 15597. https://doi.

org/10.1038/s41598-017-15845-0.

Benoit, M., Bataillon, C., Gwinner, B., Miserque, F., Orazem, M.E.,

Sánchez-Sánchez, C.M., Tribollet, B., Vivier, V., 2016. Comparison

of different methods for measuring the passive film thickness on

metals. Electrochim. Acta 201, 340–347. https://doi.org/10.1016/

j.electacta.2015.12.173.

Hirschorn, B., Orazem, M.E., Tribollet, B., Vivier, V., Frateur, I.,

Musiani, M., 2010. Determination of effective capacitance and film

thickness from constant-phase-element parameters. Electrochim.

Acta 55 (21), 6218–6227. https://doi.org/10.1016/

j.electacta.2009.10.065.

Brug, G.J., van den Eeden, A.L.G., Sluyters-Rehbach, M., Sluyters, J.

H., 1984. The analysis of electrode impedances complicated by the

https://doi.org/10.1016/j.ibiod.2017.03.027
https://doi.org/10.1016/j.ibiod.2017.03.027
https://doi.org/10.1149/2.0521709jes
https://doi.org/10.1002/maco.v67.410.1002/maco.201508555
https://doi.org/10.1002/maco.v67.410.1002/maco.201508555
https://doi.org/10.1039/C7RA03867D
https://doi.org/10.1007/s10661-014-3744-3
https://doi.org/10.1007/s00216-004-2888-3
https://doi.org/10.1007/s00216-004-2888-3
https://doi.org/10.1038/s41598-017-05626-0
https://doi.org/10.1155/2013/373414
https://doi.org/10.1016/j.surfcoat.2015.02.035
https://doi.org/10.1016/j.matlet.2018.02.044
https://doi.org/10.1016/j.matlet.2018.02.044
https://doi.org/10.1016/j.apsusc.2013.02.112
https://doi.org/10.1016/j.porgcoat.2011.11.005
http://refhub.elsevier.com/S1878-5352(21)00460-3/h0300
http://refhub.elsevier.com/S1878-5352(21)00460-3/h0300
http://refhub.elsevier.com/S1878-5352(21)00460-3/h0300
http://refhub.elsevier.com/S1878-5352(21)00460-3/h0300
https://doi.org/10.1016/j.corsci.2013.04.058
https://doi.org/10.1016/j.corsci.2013.04.058
https://doi.org/10.1016/j.jmmm.2017.03.055
https://doi.org/10.1016/j.electacta.2005.02.017
https://doi.org/10.1016/j.corsci.2015.08.023
https://doi.org/10.1016/j.corsci.2015.08.023
https://doi.org/10.1016/j.ibiod.2012.10.014
https://doi.org/10.1016/j.ibiod.2012.10.014
https://doi.org/10.1128/aem.63.8.3242-3245.1997
http://refhub.elsevier.com/S1878-5352(21)00460-3/h0340
http://refhub.elsevier.com/S1878-5352(21)00460-3/h0340
http://refhub.elsevier.com/S1878-5352(21)00460-3/h0340
http://refhub.elsevier.com/S1878-5352(21)00460-3/h0340
https://doi.org/10.1080/08927014.2010.527000
https://doi.org/10.1080/08927014.2010.527000
https://doi.org/10.1021/jp0502196
https://doi.org/10.1038/nrmicro3028
https://doi.org/10.1038/nrmicro3028
https://doi.org/10.1016/j.corsci.2007.11.032
https://doi.org/10.1016/j.corsci.2015.05.029
https://doi.org/10.1016/j.apsusc.2012.05.139
https://doi.org/10.1038/s41598-017-15845-0
https://doi.org/10.1038/s41598-017-15845-0
https://doi.org/10.1016/j.electacta.2015.12.173
https://doi.org/10.1016/j.electacta.2015.12.173
https://doi.org/10.1016/j.electacta.2009.10.065
https://doi.org/10.1016/j.electacta.2009.10.065


Microbiologically-influenced corrosion of the electroless-deposited NiP-TiNi – Coating 17
presence of a constant phase element. J. Electroanal. Chem.

Interfacial Electrochem. 176 (1), 275–295. https://doi.org/10.1016/

S0022-0728(84)80324-1.

Oskuie, A.A., Shahrabi, T., Shahriari, A., Saebnoori, E., 2012.

Electrochemical impedance spectroscopy analysis of X70 pipeline

steel stress corrosion cracking in high pH carbonate solution.
Corros. Sci. 61, 111–122. https://doi.org/10.1016/

j.corsci.2012.04.024.

Tsai, C.-Y., Liu, J.-S., Chen, P.-L., Lin, C.-S., 2010. Effect of Mg2+

on the microstructure and corrosion resistance of the phosphate

conversion coating on hot-dip galvanized sheet steel. Corros. Sci.

52 (12), 3907–3916. https://doi.org/10.1016/j.corsci.2010.08.007.

https://doi.org/10.1016/S0022-0728(84)80324-1
https://doi.org/10.1016/S0022-0728(84)80324-1
https://doi.org/10.1016/j.corsci.2012.04.024
https://doi.org/10.1016/j.corsci.2012.04.024
https://doi.org/10.1016/j.corsci.2010.08.007

	Microbiologically-influenced corrosion of the electroless-deposited NiP-TiNi – CoatingYour article is registered as a regular item and is being processed for inclusion in a regular issue of the journal. If this is NOT correct and your art
	1 Introduction
	2 Experimental work
	2.1 Materials
	2.2 Coupon preparation
	2.3 Coupons incubations with SRB culture
	2.4 Characterization of the biofilm/corrosion products
	2.5 Electrochemical studies

	3 Results and discussion
	3.1 Surface characterization and composition of the coatings
	3.2 XPS analysis
	3.3 Post-corrosion morphology
	3.4 Electrochemical impedance spectroscopy (EIS)

	4 Conclusion
	Declaration of Competing Interest
	ack16
	Acknowledgments
	Data availability
	Appendix A Supplementary data
	References


