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Abstract: The title ligand (L”
x), methyl 2-((4-cyanophenyl)(hydroxy)methyl)acrylate was synthesized

following the Morita-Baylis-Hillman reaction scheme. Spectroscopic techniques such as: UV- Visible,
FT-IR, ESI-MS, and 1H NMR helped in characterization of the L”

x. Complexes of Cr3+, Co3+, Ni2+,
Mn2+, Cu2+ with L”

x were prepared and characterized by UV- Visible, FT-IR and powder-XRD.
FTIR spectrum of the L”

x generated through DFT B3LYP method and 6-311++ G (d,p) basis set
was found in good agreement with experimental spectrum. Additionally, the semi-empirical PM6
method optimization helped propose the most suitable geometries of the complexes with Cr3+, Co3+

possessing octahedral, Ni2+ square planner, Mn2+ and Cu2+ tetrahedral geometries. Powder-XRD
patterns of the complexes have revealed cubic crystal class for Cr3+ and Co3+, whereas hexagonal,
orthorhombic, and monoclinic for Ni2+, Mn2+, and Cu2+ complexes were observed, respectively.
In addition, the nano-particle size was found in the range of 8.2560–4.5316 nm for complexes.
Antibacterial activity against S. aureus, E. coli, B. pumilis and S. typhi confirmed a substantially high
potential, as endorsed by their Molecular docking studies, of Ni2+ and Cu2+ complexes against
each bacterial strain. Moreover, all compounds exhibited positive antioxidant activities, but have
no antifungal potential except L”

x. The current study demonstrates the usefulness of these novel
transition metal complexes as possible potent antibacterial and antioxidant agents.

Keywords: Morita-Baylis-Hillman; XRD; biological assays; PM6 method; molecular docking

1. Introduction

In synthetic organic chemistry, the carbon-carbon bond formation is one of the essential
tools to prepare novel compounds and hence is a challenging and fascinating field [1,2]
for synthetic chemists. The primary requirement in such a synthesis is the production
of a C-C bond at a particular site when more than one competitive position is available.
Such selections tend to improve the procedure for manufacturing an organic network
through inspiration, novelty, and logical contribution [3–5]. In this regard, the Morita-
Baylis-Hillman (MBH) reaction has proven to be one of the best approaches due to its
ease of execution and methodology [6]. MBH adducts are prepared via coupling between
alkenes or alkynes at α-position and aldehydes in the presence of a suitable catalyst, most
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probably tertiary amines or phosphine. The reaction has been reported to be extremely
useful in synthesizing a novel class of bioactive compounds with the potential to discover
new cheaper, and more efficient drugs [7].

Moreover, this reaction congruently provides an approved atom economical approach
for synthesizing medicinally useful multifunctional molecules. The aromatic aldehydes
offer a unique class of compounds when introduced with multifunctional groups rather
than the aliphatic ones [8,9]. The prepared adduct-type molecules have been utilized
extensively as starting materials in preparing organic and inorganic molecules for various
medicinal applications [10,11]. Numerous protocols have been adopted to achieve a pure
high yield in a minimum period of time [12].

Moreover, MBH adduct derivatives bearing numerous functional groups such as ac-
etate, ester, alcoholic, nitrates, and halogen in a single compound [7,13] have demonstrated
prominent pharmacological activities [14–16].

As a part of our ongoing research on MBH adducts, we report herein the syn-
thesis and characterization of a new multifunctional MBH adduct ligand Methyl 2-((4-
cyanophenyl)(hydroxy)methyl)acrylate (L”

x) and its corresponding metal complexes with
Cr3+, Co3+, Ni2+, Mn2+, and Cu2+ ions. Nature has endowed metals with unique char-
acteristics such as variable coordination modes, redox activity, catalysis, and reactivity
towards organic substrates to make them suitable as essential cellular components to per-
form several functions in biochemical processes for living organisms. [17]. Additionally, the
transition metal complexes based on the leading group of transition series have attracted
greater attention due to the change in coordination state after coordination, regular geome-
try, formation of color compounds, binding variety, and hybridization [18]. Though all of
these properties are not accessible in organic drug compounds because the carbon atom
does not exceed the coordination number of four, owing to the presence of transition metal,
the complex compounds retain these properties in their molecular structures [19]. Hence, it
is considered that the coordination of organic-based biomolecules with transition metals
should improve their biological properties [20].

Among natural sciences, synthetic compounds’ critical implications for treating dis-
eases in the living system are one of the essential properties [21,22] in the field of bioinor-
ganic chemistry. In the various steps of drug discovery and designing, the computational
science of chemicals and their methodologies belong to a set of valuable scientific tools
often practiced [23]. Furthermore, to better understand bioactive compounds’ behavior,
quantum calculations and molecular mechanics are widely used in the modern pharmaceu-
tical industry for chemical research [24]. Comparison of the molecular modeling data with
the experimental characterization procedures helps expand the frontiers of medicinal and
structural chemistry [25].

The objective of the present study is to discuss the ease of synthesis of a new MBH
multifunctional adduct through a simple one-pot economical procedure, its characterization,
and evaluation of the possibility of its participation in developing new MBH adduct-based
drugs as a ligand or in the form of metal complexes.

2. Experimental
2.1. Materials and Methods

The current study used various A.R. grades solvents, such as n-hexane, methanol, and
ethyl acetate. Additionally, Methyl Acrylate, NaCl, MgSO4 anhydrous, NaOH (Dae-Jung
Kosdaq Reagents and Chemicals), DABCO (1,4-diazabicyclo [2.2.2]octane), NiCl2·H2O,
CuCl2·2H2O, MnCl2·2H2O, CoCl3·6H2O, CrCl3·6H2O, and 4-Cyanobenzaldehyde, (Sigma
Aldrich, St. Louis, MO, USA) were also used. A U.V. lamp (monitoring TLC card),
digital hotplate with constant temperature and stirring system, Gallen Kamp melting
point instrument (SPW, Ambala Cantt, Haryana, India), LAMBDA 1050+ U.V./Vis/NIR
spectrophotometer, FTIR spectrophotometer Shimadzu Company (Kanda Nishiki-cho,
Chiyoda-ku, Tokyo 101-8448, Japan) prestige-21 (4000–500 cm−1), AVANCE NEO 1H-NMR
spectrophotometer (500 MHz in CDCl3), LECO CHNS 932 model microanalytical elemental
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analyzer instrument (Model: AV500, BRUKER, Bath, UK) (±0.3%), JEOL 600H-1 Mass
spectrophotometer (ionization mode EI+) by Direct Probe Inlet and XRD Panalytical com-
pany (Lelyweg 1, Almelo, Netherland) X-pro serial No. DYH313 (Goniometer Radius mm
= 240.00 and Dist. Focus-Diverg. Slit mm = 91.00) with Cu- anode material, Kα [Å] =
1.54060 and generator settings 30 mA, 40 kV) were the main instruments used during this
research. Thermal stability of the complexes was studied by using a TA Instruments Trios
V4.5.1.42498 SDT 650 Simultaneous Thermal Analyzer, (TA Instruments, New Castle, DE,
USA). The analysis was carried out under an N2 atmosphere with the flow time of 1 mg
min−1 at a heating rate of 20 ◦C min−1.

2.2. Synthesis of Methyl 2-((4-cyanophenyl)(hydroxy)methyl)acrylate MBH Adduct

Methyl 2-((4-cyanophenyl)(hydroxy)methyl)acrylate (L”
x) was synthesized by mixing

five equivalent methyl acrylate and one equivalent 4-cyano benzaldehyde in the presence
of 0.65 equivalents of DABCO (catalyst) in a round-bottomed flask at room temperature
and constant stirring [26]. The reaction mixture was checked after half-hour intervals
using TLC plates under a UV lamp. The completion of the reaction took almost one day,
as revealed by TLC results. A gummy crude material was obtained 24 h after an excess
of the methyl acrylate was evaporated [11]. The glutinous crude was diluted by adding
15 mL each of ethyl acetate and brine solution. The complete organic and inorganic layers
were separated in a separating funnel, and the mixture was collected thrice after running
through the solvent. Through evaporation of EtOAc under reduced pressure, the organic
phase was concentrated.

Furthermore, crude was subjected to column chromatography for further purification.
The mobile phase system was constituted in a 10:90 to 20:70 (v/v) ratio of ethyl acetate and
n-hexane. The prominent spot was collected as a pure product with an 85% yield, further
confirmed through spectral analysis [2,7,27]. Scheme 1 here shows the whole setup for the
preparation of MBH Adduct.
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Scheme 1. Synthesis of Methyl 2-((4-cyanophenyl)(hydroxy)methyl)acrylate MBH adduct (L”
x).

Analytical Data for L”
x (Compound 3)

M.P. 120.5–123.4 ◦C; 217.07 (g/mol) yield 87%. Color: Milky white. λ (nm): 269. ε
(mol−1cm−1L): 762.63. FT-IR (KBr,

1 
 

ῡ =cm−1): 3437 alcoholic (-OH), 2954 (=C-H), 3000 (sp3

C-H stretch), 2229 (-C≡N), 1718 (ester C=O), 1629 (aromatic C=C), 1600, 1053 (-OH bend).
1H NMR (500MHz, CDCl3-D-1): δ 3.203 (s, 1H, OH), 3.693 (s, 3H, OCH3), 5.488 (s, 1H, CH2),
5.804 (s, 1H, CH2), 6.307 (s, 1H, CH), 7.240 (m, 4H, H-2, H-3, H-5, H-6). Mass spectrum [m/z
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(%)]: 216 (52) M+, 185 (48), 184 (15), 158 (17), 157 (80), 156 (11), 142 (14), 140 (19), 130 (100),
128 (10), 102 (17), 104 (23), 77 (12), 55 (14). Anal. Calculated for C12H11NO3 (%): 217.07
(100), Found (%):218.08 (52.2). Elemental Anal. Calc. (%): C, 66.35; H, 5.10; N, 6.45, Found:
C, 66.36; H, 4.93; N, 6.48

2.3. Synthesis of Metal Complexes of L”
x

About 20 mL of 0.042M solution of L”
x in hot ethanol and 0.0201M transition metal

salt solutions of CoCl3·6H2O, NiCl2·6H2O, MnCl2·2H2O, CrCl3·6H2O and CuCl2·2H2O in
distilled water were prepared separately. The metal ions were added dropwise to the L”

x
solution with continuous stirring. The pH was maintained at ten by adding a few drops
of NaOH solution, and the mixture was refluxed at 60–70 ◦C for about 5–6 h until a solid
mass was formed. The progress of the reaction was continuously checked via TLC under a
UV lamp [28]. After the completion of the response, as indicated by a single spot under
the UV lamp, the cooled product was collected employing vacuum filtration. Though the
single crystal formation of these complexes remained unsuccessful despite many attempts
of different procedures for crystallization, we collected the product in an amorphous state
for subsequent analyses. The product was washed with water and ethanol thrice and dried
in a desiccator [29,30]. Each metal complex was characterized through UV- Visible, FTIR,
and percentage analysis to determine the molecular and structural formula. Computational
studies geometrically optimized the Synthesized compounds. Further, the crystal class of
these novel crystal compounds of metal complexes was obtained through XRD powder
diffraction. Scheme 2 outlines the synthesis of these metal complexes of L”

x.
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2.4. Analytical Data of Transition Metal Complexes

2.4.1. Cr3+L”
x Complex (Compound 4)

M.P: >300 ◦C. 558.50 (g/mol): Color: Sky blue. λmax (nm): 371.5. ε (mol−1cm−1L):
238.09. FT-IR (KBr,

1 
 

ῡ =cm−1): 3450–3380 alcoholic (-OH), 2850 (=C-H), 2900–2800 (sp3 C-H
stretch), 2374 (-C≡N), 1608 (aromatic C=C), 850 (M-OH2), 607 (M-O). Mass spectrum [m/z
(%)], for C24H30CrN2O10

3+M+: Anal. Calculated for (%):186.04 (100.0), Found (%): 185.47
(83.3). Elemental Anal. Calc. (%): C, 51.61; H, 5.41; N, 5.02, Found: C, 51.58; H, 4.89; N, 5.10.

2.4.2. Co3+L”
x Complex (Compound 5)

M.P: >300 ◦C. 565.43 (g/mol): Color: Teal blue. λmax (nm): 361. ε (mol−1cm−1L):
224.23. FT-IR (KBr,

1 
 

ῡ =cm−1): 3500–3350 alcoholic (-OH), 2900 (=C-H), 2850 (sp3 C-H
stretch), 2210 (-C≡N), 1716 small (ester C=O) 1635 (aromatic C=C), 835 (M-OH2), 653 (M-O).
Mass spectrum [m/z (%)], for C24H30CoN2O10

3+M+ (%): 188.37 (100), Found (%): 188.39
(26.6). Elemental Anal. Calc. (%): C, 50.98; H, 5.35; N, 4.95, Found: C, 50.80; H, 5.54; N, 4.78.

2.4.3. Ni2+L”
x Complex (Compound 6)

M.P: >300 ◦C. 529.16 (g/mol): Color: Cadet blue. λmax (nm): 360. ε (mol−1cm−1L):
309.81. FT-IR (KBr,

1 
 

ῡ =cm−1): 3550–3450 alcoholic (-OH), 2950 (=C-H), 2850 (sp3 C-H
stretch), 1640 (ester C=O), 1625 (aromatic C=C), 605 (M-O). Mass spectrum [m/z (%)] for
C24H26N2NiO8

2+ M+ (%): 264.05 (100.0), Found (%): 265.10 (38.7). Elemental Anal. Calc.
(%): C, 54.47; H, 4.95; N, 5.29, Found: 54.50; H, 4.87; N, 4.94.

2.4.4. Mn2+L”
x Complex (Compound 7)

M.P: >300 ◦C. 525.41 (g/mol): Color: Wine red. λmax (nm): 372. ε (mol−1cm−1L):
168.57. FT-IR (KBr,

1 
 

ῡ =cm−1): 3450–3350 alcoholic (-OH), 2954 (=C-H), 2875 (sp3 C-H stretch),
2229 min (-C≡N), 1722 (ester C=O), 1625 (aromatic C=C), 613 (M-O). Mass spectrum [m/z
(%)], for C24H26MnN2O8

2+ M+ (%): 262.55 (100.0), Found (%): 263.10 (26.6). Elemental
Anal. Calc. (%): C, 54.86; H, 4.99; N, 5.33, Found: C, 54.45; H, 4.41; N, 5.03.

2.4.5. Cu2+L”
x Complex (Compound 8)

M.P: >300 ◦C. 533.06 (g/mol): Color: Hunter green. λmax (nm): 371. ε (mol−1cm−1L):
120.11. FT-IR (KBr,

1 
 

ῡ =cm−1): 3500–3470 alcoholic (-OH), 2900 (=C-H), 2875 (sp3 C-H stretch),
1673 (aromatic C=C), 603 (M-O). Mass spectrum [m/z (%)], for [C24H26CuN2O8]2+ M+, Calc.
(%): 266.55 (100.0), Found (%): 265.87 (49.3). Elemental Anal. Calc. (%): C, 53.98; H, 4.91; N,
5.25, Found: C, 54.02; H, 4.95; N, 5.31.

2.5. Antibacterial Assay for Compounds 3–8

The agar disc diffusion method [31,32] was used to determine the antibacterial activi-
ties of the compounds 3–8 against four bacterial strains Staphylococcus aureus, Escherichia
coli (Gram-negative), and Bacillus pumilis, Salmonella typhi (Gram-positive). A sterile mem-
brane syringe filter of pore size 0.45 µm (Millipore) was used for extraction. To 100 mL
antibiotic agar No.11 (45 ◦C), 1mL of culture suspension (25 T%, 530 nm) of each strain
was added and intermingled. 25mL of each agar medium was poured into separate Petri
dishes (20 × 100 mm) and solidified. Four holes were made after solidifying by expending
a sterile borer of 8mm diameter with (6 mm inner diameter). Each extract (100 µL) was
poured into the marked holes and incubated at 37 ◦C for 24 h. These experiments were
performed under a severe aseptic environment in triplicate. The inhibition (mm) of the
incubation zone produced via individual extract demonstrated antibacterial activity. Finally,
the % inhibition was computed. The standard antibiotic Gentamycin (0.3%) was used as a
standard [33].
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2.6. Determination of DPPH Radical Scavenging Activity of Compounds 3–8

The DPPH (2,2-diphenyl-1-picrylhydrazyl) radical scavenging method has been ex-
tensively used to determine free extreme scavenging action [34]. The same was applied in
our work with some modifications. 0.3 mM solution of DPPH was prepared in methanol.
10µL of varying concentrations (25–100 mg) of each compound 3–8 was mixed with 1.0 mL
of DPPH solution. At 37 ◦C, the reaction mixture was incubated for about half an hour.
The absorbance was measured at 515 nm. In contrast to methanol-treated control percent,
radical scavenging activity was determined when ascorbic acid was used as a standard for
sample analysis. The antioxidant activity was determined [9,35].

2.7. Antifungal Assay for Compounds 3–8

The antifungal activity of the compounds 3–8 was measured by well-known quanti-
tative agar well diffusion method [36,37]. About 1 mL of the compound suspension was
mixed with 100 mL of 4.0% Sabouraud Dextrose Agar (SDA) and transferred into plate.
Wells of 8 mm were prepared and 100µL of test compounds were poured to positive control
into respective wells after the solid mass have been prepared. The test plates were left for
5 days at room temperature and then incubated for further 5 days at same temperature.
Zones of inhibitions were measured with reference to the plant extract of 100 µL to be
assayed and Ketoconazole 1.0 mg mL−1 was used for instance positive control [36,38].

2.8. Computational Studies

All the optimization and frequency calculations were performed with the Gaussian
16W [39] program package on an ACPI x64 Core i7 laptop with a 3.0 GHz processor and
16 GB Ram. The molecular structure of the ligand (L”

x) was optimized by using the DFT
B3LYP method and 6-311++ G (d,p) basis set [40–42]. All metal complexes’ molecular struc-
tures were optimized using the semi-empirical PM6 method [43], which was justified by the
absence of imaginary frequency. The assignment of the calculated wavenumbers was aided
by the animation option of Gauss View 6.0 graphical interface for the Gaussian program,
which gives a visual presentation of the shape of the vibrational modes. Furthermore, for
molecular docking, structures of ligand and complexes were taken from their optimized
geometries calculated by Gaussian. The crystal structures of Escherichia coli, Staphylococcus
aureus, and Salmonella typhi proteins were fetched from the Protein data bank (PDB) using
IDs; 1AJ6 [44], 4UR0 [45], and 1WVG [46], respectively. Polar hydrogen atoms and Kollman
united atom charges were added using AutoDock Tools [47]. Docking calculations were
performed with AutoDock Vina using the Lamarckian Genetic Algorithm [48]. A grid box
size of 31 × 37 × 35 Å points for E.coli, 35 × 30 × 38 Å points for Staphylococcus aureus, and
40 × 35 × 37 Å points for Salmonella typhi with a grid spacing of 0.375 Å was generated
using AutoGrid. The coordinates of active site for E.coli are x = 60.29, y = −8.53, z = 36.67,
for Staphylococcus aureus are x = 2.51, y = −54.72, z = −13.36, and for Salmonella typhi are
x = 63.95, y = 21.80, z = 49.35, respectively.

3. Results and Discussion
3.1. Physical Characteristics and Elemental Analysis

The MBH adduct ligand (L”
x) and its corresponding metal complexes were analyzed

by physical as well as comparative elemental analysis (Table 1). It has already been stated
that pure L”

x is a viscous liquid. In contrast, its corresponding metal complexes are amor-
phous solids (compounds 4–8). The prepared complexes (compounds 4–8) are all colored
compounds, stable at room temperature, insoluble in water, and most organic solvents,
such as acetone, DMF, methanol, and ethanol, but soluble to a lesser extent in DMSO. Sev-
eral oxygen atom-containing organic ligands prefer an essential medium for complexation
when more than one chelation site is available in a compound for coordination [49,50].
Under such conditions, hydrated hydroxide can be formed, which can further participate
in complex formation if the incoming ligand is substantial [51]. The physical analysis, e.g.,
color, melting point, and molecular formula, are preliminary examination-based tests to
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observe the formation of new species. For example, manganese forms a stable complex in
the essential medium of dark red to brown shades. Color change of transition metals after
the formation of the complexes is meaningful property as it can be a consequence of either
charge transfer or changes in the d-d transitions of the metal ions [52]. The yield was found
to be in the range of 60–85%.

Table 1. Physical Properties and analytical data of compounds 3–8.

Compounds Molecular
Formula

M. Wt (g/mol) Color
M.P
(◦C)

Elemental Analysis (%) Calc. (Found)
C H N

L”
x C12H11NO3 217.07 Milky white 120.5–123.4 66.35 (66.36) 5.10 (4.93) 6.45 (6.48)

Cr3+L”
x C24H26CrN2O8

3+ 558.50 Sky blue >300 51.61 (51.58) 5.41 (4.89) 5.02 (5.10)
Co3+L”

x C24H26CoN2O8
3+ 565.43 Teal blue >300 50.98 (50.80) 5.35 (5.54) 4.95 (4.78)

Ni2+L”
x C24H22N2NiO6

2+ 529.16 Cadet blue >300 54.47 (54.50) 4.95 (4.87) 5.29 (4.94)
Mn2+L”

x C24H26MnN2O8
2+ 561.13 Wine red >300 54.86 (54.45) 4.99 (4.41) 5.33 (5.03)

Cu2+L”
x C24H22CuN2O6

2+ 533.06 Hunter green >300 53.98 (54.02) 4.91 (4.95) 4.99 (5.31)

The elemental analysis (%) results confirmed that the counter ions might not contain
carbon, hydrogen, and nitrogen atoms; if they are present, then there will be higher
percentages of these elements rather than observed [49]. The results have also confirmed
the formation of complexes of L”

x with desired metal ions (Cr3+, Co3+, Ni2+, Cu2+, Mn2+)
in a molar ratio of 2:1 (L”

x: M). The molecular formulas of complexes were confirmed by
computational data obtained through the semi-empirical PM6 method. These transition
metal complexes with organic adduct-based ligands have also been studied and reported
in the literature [23,53–55]. The physical data, along with the estimated elemental analysis,
have been summarized in Table 1.

3.2. Electronic Spectroscopy

The UV-Vis spectra of compounds 3–8 have provided knowledge about the changes
that occurred upon complex formation, as reported in Table 2. The bands at 251 and 265 nm
in the UV spectrum of compound 3 in DMSO are assigned to the π→π* transitions. The
spectrum has also presented a half curve at 269 nm and a strong band at 272 nm due to
the n→π* evolution of the unshared pairs of electrons found in the cyno-group of the
nitrogen at the para position of the aromatic ring (Table 2). The n→π* transition is also a
characteristic of the aldehyde groups in a compound [56,57]. It has been observed that the
π→π* and n→π* transitions were shifted after the metal ions were coordinated to L”

x. This
change supports that the oxygen atoms of the esoteric carbonyl group in L”

x contribute
to the coordination towards the central transition metal ions. By observing changes in the
electronic spectrum of L”

x upon complex formation with the metal ions, it can be concluded
that compounds 4–8 show a characteristic band in the region of 360–372 nm that is absent
in compound 3. These bands have shallow values of molar absorptivity coefficients and
can be assigned to d-d transitions in the metal complexes.

Table 2. Investigated UV-Vis data for the Methyl 2-((4-cyanophenyl)(hydroxy)methyl)acrylate MBH
adduct and and its formed complexes.

Samples Concentration
1 × 10−3 (M) Observed λmax (nm) ε

(mol−1cm−1L) Absorbance (A)

L”
x 1.049 251, 265, 269 762.63 (269 nm) 0.65, 0.54, 0.80

Cr3+L”
x 1.050 256.5, 275, 371 238.10 (371 nm) 2.8, 1.538, 0.25

Co3+L”
x 1.048 256.5, 275, 361 224.24 (361 nm) 2.949, 1.453, 0.235

Ni2+L”
x 1.049 254.5, 271.5, 360 309.81 (360 nm) 3.656, 1.741, 0.325

Mn2+L”
x 1.050 265, 292, 372 168.57 (372 nm) 0.266, 0.214, 0.177

Cu2+L”
x 1.049 264, 291, 371 120.11 (371 nm) 0.367, 0.207, 0.126

All compounds were dissolved in DMSO to observe the UV-Visible spectrum, ε (mol−1cm−1L) values were
calculated a respective λ in the range 360–372 nm.
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3.3. Theoratical and Experimental FT-IR of Ligand L”
x (Compound 3)

The FTIR spectra of MBH Adduct (L”
x) and its metal complexes were recorded between

4000–500 cm−1 using a KBr disk, and the data is presented in Table 3. The FTIR spectral data
of compound 3 has shown the characteristics -OH broad peak at 3437 cm−1, a prominent
stretch of =C-H at 2954 cm−1 and sp3 C-H stretch at 3000 cm−1 [58], and the band observed
at 1718 cm−1 is due to ester carbonyl vibration. Furthermore, the

1 
 

ῡ of C=C aromatic,
-CH3, C-O, and C-CN were assigned as 1629 cm−1, 1440 cm−1, 1247 cm−1, and 2229 cm−1,
respectively (Figure 1a). Moreover, in theoretical IR analysis, it was observed that -OH
peak is somewhat different in shape, may be due to some content of moisture present in
the sample during the examination, from the observed spectrum however it retains its
position. Furthermore, the rest of the fragments above (Figure 1b) show a good agreement
of frequencies in both the experimental and theoretical spectrum. A slight change might
be observed because of the theoretical calculations of the range corresponding to the
isolated functional groups in the gaseous state. At the same time, the experimental results
belong to the molecules in a solid state [59,60]. The close resemblance of DFT-based IR
and calculated

1 
 

ῡ results have made us suggest the molecular structure of Methyl 2-((4-
cyanophenyl)(hydroxy)methyl)acrylate MBH Adduct (L”

x) as presented in Figure 2a.
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Table 3. Characteristic FTIR bands of the MBH Adduct (L”
x) and its metal complexes (cm−1)

1 
 

ῡ .

Functional
Groups L”

x
Calc.
L”

x
Cr3+L”

x Co3+L”
x Ni2+L”

x Mn2+L”
x Cu2+L”

x

1 
 

ῡ (-OH) 3437 3524 3450–3380 3500–3350 3550–3450 3450–3350 3500–3470

1 
 

ῡ (=C-H) 2954 3221 2850 2900 2950 2954 2900

1 
 

ῡ (sp3 C-H stretch), 3000 3046 2900–2800 2850 2850 2875 2875

1 
 

ῡ (-C≡N) 2229 2264 2374 2210 - 2229 -

1 
 

ῡ (ester C=O), 1718 1687 - - 1640 - -

1 
 

ῡ (aromatic C=C), 1629 1635 1608 1635 1625 1625 1673

1 
 

ῡ C=C 1600 1635 1630 1571 - 1568 1604

1 
 

ῡ (-CH3) 1440 1490 1556 1450 - 1436 1400

1 
 

ῡ (C-O) 1247 1201, 1274 1390 1396 1388 1390 1388

1 
 

ῡ (C-OCH3) 1151 1121 1120 1107 1112 1107 1111

1 
 

ῡ (-OH bend) 1053 1023, 570 - - - -

1 
 

ῡ (=C-H aromatic) 825 845, 900 700 - - 833 -

1 
 

ῡ (M-O) - 607 653 605 613 603

1 
 

ῡ (M-OH2) - 550 535 520 525 527

Only the observed changes in specified functional groups are presented.
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x).

3.4. Experimental FT-IR Spectroscopyof Complexes 4–8

A detailed explanation of experimental FT-IR spectroscopy results has been summa-
rized in Table 3. In experimental FT-IR, a characteristic band of the –OH functional group
was observed in the region of 3350–3550 cm−1 in the IR spectra of the compounds 4–8,
proposing its nonparticipation in coordinate bond formation towards all metal ions in these
compounds. Furthermore, the broadness of this peak was increased after coordination,
clearly seen in Figure 2. This may either be due to coordinated water molecules in the
complexes or the moisture in the sample [23,61,62]. Common and robust evidence regard-
ing the coordination of Ligand (L” x) towards the central metal ion is the disappearance
of the C=O peak, which originated at 1680–1720 cm−1 (Figure 2) in both theoretical and
experimental spectrum (Figure 1a,b) of the compound 3. The results in Table 3 revealed
the disappearance of the characteristic peak of the C=O group from compounds 4–8 except
compound 6 (Ni2+L”

x), where the mountain has merely shifted to 1640 cm−1. The disap-
pearance of the peak endorses the formation of a coordination bond through the oxygen
of the C=O group with the central metal ion, which eventually diminishes the strength of
the carbonyl group in complexes after bonding. The literature also supports such a way of
coordination [63,64]. In compound 6, we can observe that the peak intensity is also very
low rather than the more intense appearing in the Ligand [61]. This significant change is
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good support for justifying that the coordination of Ligand towards the Ni2+ metal ions is
from this definite functional group (Figure 2).

Table 3 also shows the shift of Ligand’s ester (C-O) group from 1247 cm−1 to 1390 cm−1

in compound 4 may be attributable to the environmental effect after complex formation.
Moreover, the additional peaks have also been observed at 607 and 550 cm−1 and assigned
to the Cr-O and Cr-OH2, respectively [61]. Further, it is inferred that the C=C group
doesn’t participate in complexation. Because there were no significant changes in the
IR frequency of the C=C double bond seen upon complex formation, based on these
observations, the molecular and structural formulae of the compound 4 were deduced
as [Cr(L”

x)2(H2O)4]·3Cl−. Both compounds 4 and 5 have shown peak shifting with low
intensity of the Ligand’s cyano (-C≡N) group to a region of 2374–2210 cm−1. The little
shift and peak intensity difference might be due to the environmental effect [65] and ligand
coordination [66]. The involvement of the carbonyl group (1718 cm−1) (L”

x) in coordinate
bond formation has been proved and already reported in the literature [67], thus confirming
the coordination of this Ligand’s carbonyl site towards the Co+3 metal ions. Table 3 shows
an exceptional signal attributable to Co-O appearing at 653 cm−1 and another noticeable
difference in Co-OH2 frequency from 535 cm−1. Based on comprehensive information, the
molecular formula [Co(L”

x)2(H2O)4]Cl−3 was established for compound 5.
The detailed inspection of the data based on the FT-IR analysis (Table 3) has led us

to elucidate the structural formula for compounds 6–8 and presented peaks for all the
conspicuous functional groups, which revealed the complex formation along with some
informative shifts. Such as an extremely weak band, almost negligible at 1640 cm−1, corre-
sponds to the C=O group, which was comparatively at a lower frequency than its precursor
C=O absorption (1718 cm−1) in compound 6. In addition, the –OH and =CH groups exhib-
ited peaks at 3450–3350 cm−1 (broad) and 2950 cm−1, respectively. Furthermore, we have
also observed peaks for the C=C bond at 1625 cm−1 with no noticeable shift, simultane-
ously signifying that C=C does not participate in coordination bond formation. Further, in
compound 7, we have also observed a broad peak at 3450–3350 cm−1 of the same (-OH)
functional group. The difference from precursor ligand –OH is may due to the presence
of moisture in the sample, which has provided interference during the recording of the
spectrum. Similarly, the remaining functional groups show a slight change in the calculated
values, as is evident from their sharp pointed peaks at exact frequencies. FTIR results for
compound 8 have revealed the presence of the –OH functional group by a height almost
at a similar position (3500–3470 cm−1) as that of the ligand forerunner. Around about
similar results were gained of the complex for the presence of sp2 and sp3 C-H bonds, i.e.,
their peaks were observed at 2900, 2875 cm−1, respectively. The ester carbonyl absorption
has disappeared as compared to that of the ligand carbonyl (1718 cm−1), suggesting its
participation in complex formation. No remarkable change was observed in the frequency
due to aliphatic and aromatic C=C double bonds not contributing to complex formation.
These assumptions were further supported by the appearance of IR peaks at 605 cm−1 and
520 cm−1 in Compound 6 were assigned to Ni-O and Ni-OH2 groups, respectively while
in Compound 7 revealed the

1 
 

ῡ at 603 cm−1, and 527 cm−1 due to the presence of Cu-O
and Cu-OH2 bond (Table 3, Figure 2). Upon physical, analytical and spectral results basis
the prepared complexes (compounds 6–8) were assigned the structure presented above in
Scheme 2 formulated as [M(L”

x)2(H2O)2]Cl−2, where, M= Ni2+, Mn2+, Cu2+.

3.5. Mass Spectroscopy

The molecular weight of the Compound 3 was determined through mass spectroscopy
based. The results have shown m/z 130, 70.2%, with a total of 349 ions. The finest ions
with the lowest % are 77 and appear because of the phenyl group (C6H6

+) at the lowest
m/e (12%) comparatively. A fragment detected with a mass of 104 matches with C6H6CN+

at 23%, while the ionic chip (130) next to this ion is present in the highest m/z, i.e., 100%.
This molecular ion fragment is the precise result of the molecular weight of C7H8OCN+.
Further, it was observed in the mass spectrum that the C9H11OCN+ with the molar mass
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157 appears at 80% m/e. Additionally, the molecular ion fragments C11H13O2CN+ (185)
and C11H13O3CN+ (216) were also observed at 56% and 51%, respectively. Hence, these
results also confirm the purity of compound 3 obtained through this technique [15,68,69].

Experimentally, mass spectroscopy of compound 4–8 could not be possible due to the
insolubility of these metal complexes in any suitable solvent other than pure DMSO [70,71].
However, the estimated Mass spectrum of the Cr3+ complex showed a molecular ion peak
M+ at m/z 185.47 that is equivalent to its molecular mass, while that of Co3+ at m/z 188.39
is attributable to [M+]. Ni2+, Mn2+, and Cu2+ complexes are suggested to have two water
molecules and thereby display [M+] fragments at m/z 265.10, 265.87, and 263.10, respectively.
Furthermore, [M+] peaks are in good agreement with the structures proposed (Scheme 2)
by estimated elemental analysis, spectral data, and molar stoichiometry [58,72,73].

3.6. 1H NMR Spectroscopy
1H NMR spectrum of ligand L”

x (compound 3) was observed in CDCl3 solvent at
500MHz by keeping TMS as internal reference. The data obtained in the form of spectrum
showed five signals as singlet at 3.203, 3.693, 5.488, 5.804, and 6.307 ppm, because of the
-OH, -OCH3, =CH2, =CH2, and –CH protons, respectively. However, only one signal of
multiplet, which is certainly due to the aromatic protons at 7.240 ppm was also observed.
These aromatic protons were located at the same chemical shift, because of their identical
chemical environment [58].

3.7. Molecular Modeling

DFT B3LYP method and 6-311++ G (d,p) basis set were used for geometrical optimiza-
tion and frequency calculation of the ligand (L”

x). Consequently, the FT-IR spectrum of
the synthesized ligand was computed theoretically and found in good agreement with
the experimental FT-IR range. The ligand (L”

x) was subsequently used in the synthesis
of five novel transition metal complexes (compounds 4–8) (Scheme 2). These metal com-
plexes were further analyzed by physical, analytical, and spectral analyses to confirm their
proposed structures. The synthesized metal complexes’ best possible geometry has been
submitted using the semi-empirical PM6 method. Geometrical optimization of metal com-
plexes demonstrates their proposed designs best fit the experimental findings. For example,
the Cr3+ complex (compound 4) is optimized in tetrahedral geometry with high spin and
quartet multiplicity. The Co3+ complex (compound 5) is found in distorted octahedral
geometry with low spin and singlet multiplicity. Mn2+ and Cu2+ complexes (compounds
6 and 7) attain identical spin (down) as well as geometries (tetrahedral). The assortment
adjusted in theoretical calculations is sextet for Mn2+ (d5), while doublet is found for Cu2+

(d9). However, Ni2+ (d8) complex (compound 8) is observed in a low spin with singlet mul-
tiplicity and square planner geometry. This structural analysis for geometry optimization
of metal complexes is well presented in the literature [74–76]. Computational studies on the
synthesized ligand and its metal complexes provided reasonable geometrical shapes, which
correlate well with the experimental results. The results of these optimized structures are
presented in Figure 3.
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Figure 3. Theoretically Optimized Geometries of (a) MBHA (L”
x), and its Corresponding Complexes,

(b) CoL”
x, (c) CrL”

x, (d) CuL”
x, (e) MnL”

x and (f) NiL”
x. The results have confirmed that each

metal is coordinated by two ligand molecules. Cr+3, Co+3 are octahedral and Ni+2 is square planner,
whereas, Mn+2 and Cu+2 are tetrahedral as per optimized geometrical structures. Hydrogen atoms
are removed from metal complexes for geometry clarity.

3.8. X-ray Diffraction

Powder X-ray diffraction was performed to confirm the crystal structure of transition
metal complexes with L”

x. Single crystal XRD of these synthesized compounds was not
possible because the crystals of the complexes could not be grown despite many attempts
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to crystallize a single crystal perfect for the analysis. However, powder XRD has also
proved to be a handy tool for determining crystal class whenever we have the product in
the crystalline form [67,77,78]. The patterns of these diffractograms for compounds 4–8 are
given in Figure 4. The ways provide an idea of the coordination of oxygen atoms from the
ligand to the metal ions. Furthermore, these patterns also indicate the crystalline nature
of all the complexes [58]. It can be observed that mainly the remaining diffractograms of
all these compounds differ due to their different crystalline structures [79]. This difference
might be due to the coordinated water molecules in the coordination sphere [80] that
give an appropriate and unique crystal class [78]. Their subsequent XRD results, such as;
calculated density, specified volume, radius intensity ratio, and lattice parameters (a, b, c,
α, β, γ) with crystal class„ have been given in Table 4.
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Table 4. Crystallographic data and observed refinement parameters for compounds 4–8.

Complexes S. Group
(G. No.)

Volume
(10−6 pm3)

Density
(g/cm3)

Unit Cell
Dimensions

(Å)
Crystal Class

No. of Unit
Cells
(Z)

Reference
Intensity

Ratio (RIR)

CrL”
x

Pm-3n
(223) 93.82 6.09

a = b = c
a = 2.8787
b = 2.8787
c = 2.8787

Cubic
α = β = γ = 90◦ 2 6.39

CoL”
x

Pm-3n
(223) 93.82 6.09

a = b = c
a = 4.5440
b = 4.5440
c = 4.5440

Cubic
α = β = γ = 90◦ 2 6.39

NiL”
x

P6322
(182) 79.31 7.96

a = b 6= c
a = 4.6160
b = 4.6160
c = 4.2980

Hexagonal
α = β = 90◦

γ = 120
2 6.40

MnL”
x

Pnma
(62) 119.62 4.83

a 6= b 6= c
a = 9.2660
b = 2.8607
c = 4.5128

Orthorhombic
α = β = γ = 90◦ 4 3.46

CuL”
x

C2/c
(15) 82.14 6.43

a 6= b 6= c
a = 4.6890
b = 3.4200
c = 5.1300

Monoclinic
α = γ = 90◦

β 6= 90◦
4 3.69
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Powder X-ray diffraction was performed to confirm the crystal structure of transition
metal complexes with L”

x. Single crystal XRD of these synthesized compounds was not
possible because the crystals of the complexes could not be grown despite many attempts
to crystallize a single crystal perfect for the analysis. However, powder XRD has also
proved to be a handy tool for determining crystal class whenever we have the product in
the crystalline form [67,77,78]. The patterns of these diffractograms for compounds 4–8 are
given in Figure 4. The ways provide an idea of the coordination of oxygen atoms from the
ligand to the metal ions. Furthermore, these patterns also indicate the crystalline nature
of all the complexes [58]. It can be observed that mainly the remaining diffractograms of
all these compounds differ due to their different crystalline structures [79]. This difference
might be due to the coordinated water molecules in the coordination sphere [80] that
give an appropriate and unique crystal class [78]. Their subsequent XRD results, such as;
calculated density, specified volume, radius intensity ratio, and lattice parameters (a, b, c, α,
β, γ) with crystal class, have been given in Table 4. It is essential that the complex Mn2+L”

x
(compound 7) was found to have orthorhombic crystalline nature, having space group
Pnma (62) with a Z value of 4. The indexing related [67,81] to their structure elucidation,
peak intensities, and diffraction angles (2θ) is given in Table 5. Compound 8 belongs to the
monoclinic crystal class, which provides it with a unique identity among these compounds.
The other important properties, including the space group, unit cell number, and radius
intensity ratio, depending upon the crystal class [80,81]. These findings, together with the
results from computational modeling, have strengthened our conclusions on the energy
and mass of our metal complexes.

Table 5. Crystal lattice Data and Summary of Data Collection and Refinement for Compounds 4–8.

Complexes Miller Indices
d [Å] 2◦θ Intensity (%) FWHMI (β) S (nm)h k l

[Cr(L”
x)2(H2O)4]Cl3

1 1 0 2.03 44.6 100

0.3444 5.9055
2 0 0 1.44 64.678 17
2 1 1 1.17 82.352 30
2 2 0 0.91 115.66 3

[Co(L”
x)2(H2O)4]Cl3

1 0 0 2.3027 39.086 33.9

0.246 8.256
0 0 2 2.167 41.644 32
1 0 1 2.0335 44.518 100
1 0 2 1.5781 58.434 6

[Ni(L”
x)2(H2O)2]Cl2

1 1 0 2.308 38.993 18.8

0.2952 6.8805
1 1 1 2.0333 44.522 100
1 1 2 1.572 58.651 14.7
3 0 0 1.3325 70.631 11.5

[Mn(L”
x)2(H2O)2]Cl2

1 0 1 4.507 21.89 100

0.3444 4.5316
3 0 1 2.5459 35.179 38
2 1 0 2.434 36.9 29
1 1 1 2.338 38.473 31

[Cu(L”
x)2(H2O)2]Cl2

−1 1 1 2.5438 35.253 100

0.246 7.389
0 0 2 2.5244 35.533 34.2
1 1 1 2.334 58.538 81.3
−1 1 2 2.308 38.989 28.3

Each set of indices was chosen on the basis of highest intensity (%) of sharp peak.

Moreover, the peaks of the highest intensities of all complexes, along with the values
of miller indices, d-spacing, and position (2θ), are given in Table 5. The grain size of amor-
phous compounds is also significant to confirm their stability. XRD- powder diffraction is a
method used for this purpose. Scherer’s equation can calculate the size of the grain. This
equation is formulated as:

S =
λm

β cos θ
(1)

In Formula (1), λ shows X-ray wavelength, θ shows Bragg’s diffraction angle, m is
a constant value (0.94), and β shows full width of half maximum intensity (FWHMI). In
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this research the average grain size (S) in nm of a complex was calculated from the highest
peak intensity (Table 5).

3.9. Thermal Analysis

Thermal stability of Co and Ni complexes (compounds 5 and 6) was studied by TGA.
It is an essential technique that has been used to determine the compound’s stability [82].
TGA measurements were carried out from room temperature to 1000 ◦C and obtained
curves for the metal complexes are illustrated in Figure 5A,B). Figure 5A presents three
decomposition steps for compound 5. The first miniature weight loss with respect to
temprature 31.30 ◦C probably shows the removal of any moisture present in the sample.
After 17 min at the temperature of about 355 ◦C, 31.46% weight loss was observed (calc.
32.5%), which might be due to the water molecules, OCH3, -CH2 as well as -OH fragments
from the ligand (L”

x). The residual complex was stable upto the temperature 614.20 ◦C and
then decomposed with weight loss 37.11% (calc. 37.1%). This degradation was a little larger
than the previous one, because of the removal of cyanide from the coordinated ligand
molecules (Figure 5A). Upon further heating, most of the part of the ligand in the form of
gases was evaporated and the metal oxide was left as final residue 56.98% (calc. 57.12%)
(Figure 5A). Almost similar changes have been observed in Ni L”

x (compound 6) TGA
curve (Figure 5B). Howover, the stability of intermediate residue is less than compound 5
and the complex gradually decomposes completely at comparatively low temperature. The
loss of water molecules and the organic moities results in 26.5% (calc. 27.7%) residue at
about 200 ◦C. The second weight loss 33.6% (32.30%) was observed at 320 ◦C, again due to
the first weightt loss along with the cyanide group from both of the ligands. In last step,
the final residue left over 55.7% (calc. 56.4%), because of the Ni2+ oxides. The stabilities of
other complexes of these transition metals are known and support our findings too [83,84].
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3.10. Antibacterial Assay

The antibacterial assay of compounds 3–8 was performed using the agar disc diffusion
method [85] against four bacterial strains (S. aureus, E. coli, B. pupils, and S. typhi) employing
Gentamycin as standard (Table 6). The following relation has been used to calculate the
activity index of the tested compounds.

Activity index (%) =
Inhibition zone of compound (mm)× 100
Inhibition zone of a standard drug (mm)

(2)

Table 6. Antibacterial Activities of Compound 3–8.

Ligand/Complexes S. aureus (%) E. coli (%) B. pumilis (%) S. typhi (%)

L”
x (-ve) 83.3 70.3 83.3

CrL”
x (-ve) 33.1 37 54.1

CoL”
x 57.14 85 51.8 50

NiL”
x 71.4 75 51.8 55

MnL”
x (-ve) (-ve) (-ve) (-ve)

CuL”
x (-ve) (-ve) (-ve) (-ve)

Antimicrobial activity, expressed as inhibition zone diameter in millimeters (mm), of compounds 3–8 against
pathological strains based on agar well diffusion assays at 1 mg mL−1. The experiment was carried out in triplicate
and the average zone of inhibition was calculated. (-ve) = Non active inhibition zone.

L”
x (compound 3), MnL”

x (compound 7), and CuL”
x (compound 8) were found

incompetent against the S. aureus strain. At the same time, it’s CoL”
x and NiL”

x (compounds
5 and 6) metal complexes presented significant potential, i.e., 57.14% and 71.4%, respectively.
This change has been attributed to the coordination of ligands with the metal ions, which
enhances the capability to fight against the bacterial pathogenic strain [58,86]. Moreover,
compounds 7 & 8 were inactive against all the music selected for this study. All other
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compounds show at least some activity against these strains with variable potential in
each case. It is interesting to notice that compound 5 has a higher inhibition potency
toward E. coli as compared to L”

x (compound 3), and NiL”
x complex (compound 6) has

also exhibited fairly well (Figure 6).
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Figure 6. Comparative Histograms Showing Inhibition Zone in Antibacterial Assays of Compounds
3–8.

3.11. Antioxidant Activity

The synthesized compounds were tested to determine their efficiency as an antioxidant
comparable to ascorbic acid as standard by using DPPH (α,α-diphenyl-β-picrylhydrazyl)
free radical scavenging method [87]. The potential compounds were mixed with DPPH
solution, and absorbance was noted after a definite period. However, with the progres-
sion and superiority in instrumental methods, the process has been modified, but the
fundamental aspects remain similar [88,89]. The absorbance at 515 nm was measured by
spectrophotometer, and radical scavenging activity (%) was determined compared to the
methanol-treated control according to the following relation. Where ‘E’ is the absorbance of
the control (extreme). The results of the study have been presented graphically in Figure 7.

DPPH scavenging efficiency (%) =
[E(radical)− E(standard)]

E(radical)
× 100 (3)
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The results of compounds 3–8 have been manipulated in Figure 8. Compound 3
contains an alcoholic, an ester functional group, and an aromatic ring in its structure. These
types of compounds are known to be exceptionally active in exhibiting antioxidant poten-
tial [9,90]. Moreover, the results also signify that compound 3 has the highest antioxidant
activity compared to its novel transition metal complexes synthesized here.
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3.12. Antifungal Activity

The fungal strains A. niger, A. flavus, A. fumigatus, and C. albicans were selected to
determine the antifungal potential of compounds 3–8. The quantitative agar well diffusion
method was employed [7] for this purpose, and the results have been reported in Figure 9.
Out of these compounds, only compound 3 presented antifungal activity. In contrast,
the other compounds were found inactive. The highest activity was achieved against
A. fumigatus (88.6%). For C. albicans, the movement found was 60%, whereas it was 61.90%
for A. niger. The remaining fungal strains have presented comparatively low percentages.

Inhibition of mycelial growth % =
∆D
Dc
× 100 (4)

where,

∆D = Dc − Dt
Dc = average diameter of fungal colony in negative control
Dt = average diameter of fungal colony in experimental plates
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3.13. Docking Studies

To check the binding ability of the synthesized ligand and its complexes towards
certain antibacterial enzymes, molecular docking studies were performed using the ligand-
bound crystal structures of E. coli, S. aureus, and S. typhi from PDB. Results from docking
studies agree with the obtained antibacterial activities of ligand and metal complexes.
Figure 10A–C panels are related to the synthesized MBH adduct ligand (L”

x), CoL”
x, and

NiL”
x binding with the ATP active site of E. coli DNA gyrase B. The ATPase binding site

residues of E. coli DNA gyrase B from PDB-ID: 1AJ6 are N46, D73, R76, V120, R136, and
T165 and are found to be occupied with the well-known antibacterial compound novobiocin.
Ligand (L”

x), CoL”
x, and NiL”

x are found well settled inside the ATPase binding site of E.
coli DNA gyrase B. Figure 10D is related to the NiL”

x binding with S. aureus. The ATPase
binding site residues of S. aureus DNA-gyrase from PDB-ID: 4UR0 are S55, A64, N65, V79,
D89, T164, and T173 and they were found engaged with novobiocin. NiL”

x is found bound
inside the ATPase binding site of S. aureus DNA gyrase B. Figure 10E panel is related
to the MBH adduct ligand (L”

x) binding with S. typhi. The crystal structure presents the
CDP-D-glucose 4,6-dehydratase from S. typhi complexed with CDP-D-xylose. The substrate
binding site residues of S. typhi dehydratase from PDB-ID: 1WVG are S134, D135, K136,
Y159, N197, and R208. The ligand (L”

x) was found active and occupied the xylose binding
site of S. typhi dehydratase.
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4. Conclusions

A well-recognized MBH (Morita-Baylis-Hillman) reaction method has been utilized in
the current study to prepare an aromatic adduct, methyl 2-((4-cyanophenyl)(hydroxy)methyl)
acrylate (compound 3) presented in Scheme 1. The prepared ligand was characterized
by physical, analytical, and spectral analysis, and its molecular and structural formulas
were determined. Moreover, the ligand’s geometrical optimization was achieved using
DFT B3LYP method and 6-311++ G (d,p) basis set. FT-IR spectrum of the synthesized
ligand (L”

x) was resolved computationally and found in good agreement with the observed
FT-IR spectrum. The five novel transition metal complexes (Cr3+, Co3+, Ni2+, Mn2+, Cu2+)
were synthesized successfully (Scheme 2) by utilizing this bioactive adduct subsequently
(compounds 4–8). These metal complexes were further analyzed by physical, analytical,
and spectral analyses to confirm their proposed structures. Semi-empirical PM6 opti-
mization and molecular docking studies of metal complexes provided their reasonable
geometric shapes and binding conformations well correlated with our experimental find-
ings. The results have suggested that compounds 4 and 5 have four water molecules in
respective complexes (Scheme 2). Whereas compounds 6–8 have two water molecules
in their structures. XRD-Powder diffraction analysis confirmed that all the synthesized
metal complexes are crystalline. Additionally, chromium and cobalt metal complexes
(compounds 4 and 5) with the same oxidation state (3+) were found in cubic crystalline
nature. Nickel, Manganese, and Copper (oxidation state = 2+) were in the hexagonal,
orthorhombic, and monoclinic crystal class, respectively (compounds 6–8). Further, the
antibacterial activity has been performed to check the comparative potency of all synthe-
sized compounds (compounds 3–8) in contrast to S. aureus, E. coli, B. pumilis, and S. typhi
bacterial strains. It was concluded that Cobalt and Nickel complexes (compounds 5 and
6) exhibited the highest antibacterial potential compared to MBH adduct (L”

x) against
S. aureus and E. coli. Additionally, against the remaining two strains (B. pumilis and S. typhi)
they also showed positive results. However, both ligand (L”

x) and its Chromium-based
metal complex (compounds 3 and 4) are inactive against S. aureus, while, active against
remaining three bacterial strains (E. coli, B. pumilis and S. typhi). Likewise, our studies
demonstrated that both Manganese and Copper-based complexes (compounds 7 and 8)
were non-active against the four selected bacterial strains. In addition, the antioxidant
activity (DPPH radical scavenging assay) of compounds 3–8 verified the positive inhibition
with perspective to the ascorbic acid (standard). Furthermore, it has been observed that
the MBH adduct L”

x (compound 3) is an excellent antifungal drug; besides it, our newly
synthesized metal complexes are non-active against these fungal strains (A. niger, A. flavus,
A. fumigatus, and C. albicans). This research can be continued by synthesizing new MBH
adduct ligands and their novel metal complexes to recognize the most suitable drugs as
medication in treating infectious disorders.
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