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A SERIES of thirteen metal complexes was synthesized by                                                                                                                                          
reaction a new acetohydrazide oxime ligand with some metal ions 
(Cu2+, Ni2+, Co2+, Mn2+, Fe3+, Zn2+, Ru3+, UO2

2+ and VO3
-). The 

ligand, N'-((3-(hydroxyimino) butan-2-ylidene)-2-(phenylamino)aceto-
hydrazide was prepared by refluxing an equimolar amount of phenyl 
amino acetohydrazide with 2,3-butanedione monoxime. The synthesized 
compounds were characterized using elemental and thermal analyses, 
NMR, IR, U.V spectroscopy, magnetic and conductance measurements. 
The results demonstrated that complexes (2), (3), (5-7), (10) and (12) 
were formed in 1L:1M molar ratio. Complexes (4), (8), (9), (13) and (14) 
were found to afford M2L formulae while complex (11) adopted 
ML2formulae. The ligand acted as a neutral (bidentate [11], tridentate 
[6,7], monobasic (tridentate [2,3,5,12]), dibasic (tridentate [10], 
tetradentate[4,8,9,13,14]) chelating to the metal ions via nitrogen atoms 
of aceto-amino and azomethine groups, carbonyl oxygen atom in its 
enolic or ketonic form and/or protonated or deprotonated oximino nitrogen 
atom, adopting an octahedral, tetrahedral or square planar geometry around 
metal ions. The antimicrobial activity of the ligand, as well as the metal 
complexes, was examined using Amphotericin B and Amoxicillin as drug-
standards against Aspergillus niger (A.niger) and Escherichia coli (E. coli) 
,respectively. The ligand demonstrates a high cytotoxicity against A.niger 
whereas it recorded a moderate activity against E. coli. It is interestingly 
found that zinc(II) complex (6), copper(II) complexes (8) and (10) recorded 
higher activities than the Amphotericin B drug with 122%, 116% and 
111.1% percentages respectively against A.niger. Zinc(II) complex (6) was 
also the most sensitive complex against E. coli with (94.1 %) comparable to 
Amoxicillin.  
 
Keywords: Acetohydrazide, Oxime, Metal complexes, 2,3-Butanedione 

monoxime. 
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Schiff bases possess an outstanding importance in inorganic, analytical and 
medicinal chemistry because of their versatility to form a large variety of stable 
complexes upon coordination with different transition metal ions[1-5]. .Hydrazone 
ligands represent a class of Schiff base with an extra function group characterized 
by a nitrogen-nitrogen covalent bond that enhances their capability to form more 
stable metal complexes via reaction with most of the transition metal ions[6,7]. 
Both hydrazide and hydrazone compounds have drawn much concern in order to 
investigate their structures as well as their enormous biomedical activities as: 
antioxidant [8,9], analgesic, anti-inflammatory [10], antimalarial, anti-leishmanial 
and anti-trypanosomal[11], anti-convulsant [(12)], antibacterial[13,14], antiplatelet 
[15], antitumor[16] and antiviral[17,18] activities. The presence of active 
azomethine NHN=CH- protons in these compounds imparts them a major 
importance as good candidates for the development of new drugs [19-21]. For this 
behavior, hydrazone derivatives are widely used in organic synthesis as well as 
designing of new drugs. In parallel to the growing biochemical applications of 
hydrazide compounds, oxime-containing ligand derivatives represent another 
esteemed category with high biological implications. Oximes are recognized by 
presence oxygen atom attached directly to a nitrogen atom containing a pair of free 
electrons. The recognized biological activity of oxime derivatives is evidently 
related to the N-OH groups which enhance their ability to chelate metal ions. The 
−N−OH moiety appears to be flexible to be oxidized, reduced, and conjugated 

with inorganic and organic moieties. The α-adjacent atom has free electrons 
imparts oxime character of being involved in nucleophilic displacements reactions 
via the anionic form N−O

−. The oximes ligands remarkable ability to form stable 
metal complexes with a large number of metal ions, along with the N−OH group 

affinity to produce a nitroxide radical, defines to a great extent, but not 
exclusively, the biological as well as the toxicological activity of oximes. For these 
characteristic, oxime containing compounds demonstrated effective activities in 
several biomedical applications as: antimicrobial, antimalarial, and anticancer 
drugs[22-29]. Based on the unique characteristics of oxime, there is a growing 
interest related to synthesizing as well as structural investigating of oximes 
derivatives in order to develop novel therapeutic medications. Costanzo et. al. 
reported that oximes can inhibit the activity of arginase enzyme. He related that to 
the ability of the N-OH groups of the oxime to bind the active centers Mn2+ in the 
enzyme structure [30]. In another study, new binary and ternary Cu(I) complexes 
derived from Benzyl-thiourea ligand have been synthesized and their antibacterial 
activity on Gram-negative and Gram-positive strains have been evaluated. The 
prepared metal complexes demonstrated a profound cytotoxicity against both types 
of bacteria[31]. It was reported that the combination of both oxime and amide 
groups in the same molecule leads to the formation of more stable chelators by 
coordination to the metal ions [32,33]. In the light of this consideration, we 
reported herein synthesis of new binary metal complexes derived from N'-((3-
(hydroxyimino)butan-2-ylidene)-2-(phenylamino)acetohydrazide.The synthesized 
compounds were characterized by spectral and analytical techniques. The 

http://www.sciencedirect.com/science/article/pii/S0003986107002330


Preparation, Characterization and Antimicrobial Activities …   
 

Egypt. J. Chem. 60, No.1 (2017) 

3 

fungicidal and bactericidal ability of the ligand as well as its metal complexes were 
evaluated toward A.niger and E. Coli. 

 

Experimental 

Materials  

All chemicals used to in this work were of the analytical grade available and 
used without further purification. 2,3-Butanedione monoxime (assay ≥ 98%) 
was provided from Sigma-Aldrich company; DMSO (assay 99.7%); absolute 
ethanol (assay ≥ 99.8%). Metal salts; Cu(CH3COO)2.H2O, CuCl2.2H2O), 
Cu(NO3)2.2.5H2O, Cu(SO4).5H2O, Ni(CH3COO)2.4H2O, Co(CH3COO)2.4H2O, 
Mn(CH3COO)2.4H2O, Zn(CH3COO)2.2H2O, FeCl3.6H2O were provided from 
SIGMA-ALDRICH company with purity ranged from 98 % to 99.995 %. 
UO2(CH3COO)2.2H2O (assay ≥ 99.9 %), UO2(NO3)2 (assay ≥ 99.9 %), NH4VO3 
(assay ≥ 99.99 %), RuCl3.3H2O (assay ≥ 99.9 %) were provided from 

American-Elements.  Ethyl (phenylamino) acetate and 2-(phenylamino) 
acetohydrazide were synthesized according to a published 
procedures[29,34,35]. TLC was utilized to assert the purity of obtained 
compounds. 

 
 Instrumentation and measurement 

The C, H and N content in the obtained compounds was analyzed on 
VARIO EL III GERMANY at the Microanalytical Center, Faculty of Science, 
Cairo University. Metal ion content was determined using complexometric 
titration. Ethylenediaminetetraacetic acid (EDTA) in the form of its disodium 
dihydrate salt was used as the complexing agent and murexide as an 
indicator[36]. FT-IRSPECTROMETER 4100 JASCO Fourier transform 
infrared spectrophotometer covering the range 400-4000 cm-1 was used to 
record FT-IR spectra of the ligand and its metal complexes using KBr discs at 
the Microanalytical center, Faculty of Science, Cairo University. The nujol mull 
electronic absorption spectra (UV-Vis) were recorded on a Perkin-Elmer 550 
spectrophotometer 200-900 nm range using Whatman filter paper No. 1 and 
referenced against similar filter paper saturated with paraffin oil at the Central 
Lab. National Research Centre. The thermal analysis (TG) was recorded at the 
Chemistry Department, Central Lab. Faculty of Science, El-Menoufia 
University,  on a Shimadzu DT-30 thermal analyzer in the temperature range 
from (room temperature to 800 ºC) at a heating rate of 10 ºC/min. Gouy method 
using mercuric tetrathiocyanatocobaltate(II) as the magnetic susceptibility 
standard was applied to study the magnetic susceptibilities at 25 oC on a Johnson 
Matthey Magnetic susceptibility Balance at the Chemistry Department, Faculty of 
Science, El-Menoufia University,  the Diamagnetic corrections were estimated 
from Pascal’s constant[37]. Values of magnetic moments were derived from the 
equation: 
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The molar conductance of 10-3 M solution of the complexes in DMSO was 
measured at 25ºC with a Bibbyconductometer type MCl at the Chemistry 
Department, Faculty of Science, El-Menoufia University. The resistance 
measured in ohms and the molar conductivities were calculated according to the 
equation: 

 

              
 

where: M = molar conductivity /-1cm2mol-1, V = volume of the complex 
solution/ mL, K = cell constant (0.92/ cm-1), Mw = molecular weight of the 
complex, g = weight of the complex/g,  = resistance/. 1H NMR spectrum 
was obtained on a JEOL EX-270 MHz FT-NMR spectrometer (The Central 
Lab. National Research Centre) in d6-DMSO as solvent. The chemical shifts in 
NMR analysis are relative to the TMS peak. 
 

Synthesis of ligand 

The ligand, (H2L) was synthesized by the addition of (1.65 g, 0.01 mol) 
phenyl aminoacetohydrazide to 2,3-butanedione monoxime (1.01 g, 0.01 mol) 
in 20 mL of absolute ethanol [Scheme 1]. The mixture was stirred and refluxed 
for three hours, then left to cool to room temperature. The solid product was 
filtered off, washed with cold ethanol, followed by recrystallization from 
ethanol and finally dried under vacuum over anhydrous CaCl2. Yield: 90%, 
Color: Pale yellow. Elemental Anal. Calc.: C, 58.05; H, 6.50; N, 22.57. Found: 
C, 58.21; H, 6.12; N, 22.41. IR, (KBr, cm-1): 3390, 3338, 3290, 3260 (OH), 
(NH, 1678 (C=OAcetyl), 1641 ( C=Nimine), 1605 ( C=Noxime), 1144, 1025 
(N-OH), 992 (N-N);  1

H NMR (DMSO-d6, 270 MHz): 11.08 (s, OH17), 10.50, 
9.1 (s, NH11,7), 6.43-7.01 ppm (m, 5 H1-5, aromatic protons), 4.01 (s, 2H, 
(8CH2)),1.81 (s, 3 H, (18CH3)), 1.19 (s, 3H, (14CH3). 13C-NMR [DMSO-d6, 
δ/ppm]: 169.50 (C9); 153.47 (C15); 150.00 (C13); 147.09 (C6); 77(C8); 129.6 
(C2&4); 117.02 (C3); 113.99 (C1&5); 12.4 (C18); 7.90 (C14). 

 

 
 Scheme 1. Preparation of Ligand, N'-((3-(hydroxyimino) butan-2-ylidene)-2-

(phenylamino)acetohydrazide 
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Metal complexes, (2), (3), (5-7) (10) and (12) were synthesized by reaction of 
an equimolar amount of the following salts: Cu(CH3COO)2.H2O, 
Ni(CH3COO)2.4H2O, Mn(CH3COO)2.4H2O, Zn(CH3COO)2.2H2O, UO2(CH3- 
COO)2.2H2O, Cu(SO4)2.5H2O and RuCl3.3H2O respectively with a suitable 
amount of the ligand in ethanol solution, 5 drops of triethylamine (TEA) was 
added to the reacting solution after two hours then the refluxing process 
continued for another one hour. The formed precipitates were filtered off, 
washed with ethanol, then with diethyl ether and dehydrated under vacuum over 
anhydrous CaCl2. The same procedures were used to prepare complexes; (4), (8), 
(9) and (13-14) using the following metal salts Co(CH3COO)2.4H2O, 
CuCl2.2H2O, Cu(NO3)2.2.5H2O, NH4VO3 or FeCl3.6H2O respectively but in (2 
metal: 1 ligand) molar ratio. Complex (11) was obtained by reaction of 
UO2(NO3)2 salt with the ligand in (1 metal: 2 ligand) molar ratio in absence of 
triethylamine (TEA). 
 

In-vitro antimicrobial activities 

The antimicrobial activity evaluation of the compounds was carried out in 
the Botany Department, Lab. of microbiology, Faculty of Science, El-Menoufia 
University using Well Diffusion Method [38]. The antibacterial and antifungal 
activities were evaluated against strands of E. coli and A.niger respectively, at 
200 g/mL concentrations in DMSO. A disc of poured DMSO was used as a 
negative control. The bacteria were subcultured in nutrient agar medium 
prepared using (g.L-1 distilled water) NaCl (5 g), peptone (5 g), beef extract (3 g), 
agar (20 g). while the fungus was subcultured in CzapekDox´s medium prepared 
using (g.L-1 distilled water) yeast extract (1g), sucrose (30 g), NaNO3, agar (20 g), KCl 
(0.5 g), KH2PO4 (1 g), MgSO4.7H2O (0.5 g) and trace of FeCl3 .6H2O. This medium 
was then sterilized by autoclaving at 120 ºC for 15 min. After cooling to 45 ºC the 
medium was poured into 90 mm diameter Petri dishes and incubated at 28 ºC. After 
agar solidification, Petri dishes were stored at 4 ºC for few hours. Microorganisms 
were spread over each dish by using sterile bent Loop rod. Disks were cut by sterilized 
Cork borer and then taken by sterilized needle. The resulted pits are sites for the tested 
compounds of known concentration. Standard antibacterial (Amoxicillin), and 
antifungal drugs (Amphotricene B), as well as solutions of metal salts, were also 
screened under similar conditions for comparison. Plates were allowed to stand 
in a refrigerator for two hours before incubation to allow the tested compounds 
to diffuse through the agar. The Petri dishes were incubated for 48 hr at 28. The 
growth inhibition zones around the holes were observed, indicating that the 
examined compound inhibits the growth of a microorganism. The inhibition 
zone was measured in millimeters carefully. All determination was made in 
duplicate for each of the compounds. An average of the two independent 
readings for each compound was recorded. The activity index for the complexes 
was calculated by following formula[39]. 

 

 
 

Synthesis of metal complexes 
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Results and Discussion 

 
The obtained metal complexes are colored, air-stable and insoluble in water, 

ethanol and non-polar solvents. They demonstrated a good solubility character 
in polar solvents i.e. DMF and DMSO. All prepared metal complexes showed a 
non-electrolytes nature. The proposed configuration structures (Fig. 1-3) goes 
inconsistent with the elemental, thermal and spectral analyses (Tables 1-3]). We 
have not managed to grow diffractable single crystals till now. Complexes (2), 
(3), (5-7) and (10) and (12) were found to be formed in 1L:1M molar ratio, 
complexes (4), (8), (9) (13)and (14) were found to adopt M2L formulae while 
complex (11) adopted ML2 configuration. 

 

 
 

Fig.1. Structure representation of complexes (2-5), 8, 9 and 12-14. 

 
 

 
 

Fig. 2. Structure representation of complexes 6, 7 and 10. 
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Fig. 3. Structure representation of uranyl(II) complex 11 . 

 

Conductivity measurements 
The values of molar conductance for 0.001 M of the metal complexes (2-14) 

at 25 ◦C in DMSO are depicted in Table 1. The 4.76-37.52 -1cm2mol-1values 
referred to a non-electrolytic nature of these complexes[40]. 

 
NMR Spectra 

The 1H-NMR spectrum of the ligand was recorded at room temperature using 
DMSO-d6 as a solvent. The absence of the amino group (-NH2) signal characteristic 
to starting material (hydrazide) refers to its involvement in the condensation process 
to form the ligand. Three sets of chemical shifts were observed along the ligand. The 
first one was detected: as a singlet at δ 11.08 ppm (s, 1H), 10.5 ppm (s, 1H) and 
9.1ppm (s, 1H) which is assignable to the oxime hydroxyl (C=N-OH17), imine 
(11HN-C=O) and (7HN-CH), protons, respectively. The existence of these peaks is 
characteristic tohydrazone-oximes compounds[41,42]. The considerable high δ of 
these hydrogen chemical shifts is related to the proton-attachment to high 
electronegative atoms (oxygen and nitrogen). This assignment is supported by the 
apparent intensity decrease of these signals in the deuterated ligand spectrum[43-45]. 
These findings clarified that the ligand exhibits the keto form only and no evidence 
for the presence of the enol form. This assumption was supported by the absence of 
the OH of the enolic form. The second set of peaks was observed as multiple ones in 
6.43-7.01 ppm ranges, which can be assigned to the aromatic protons[41,42,46]. The 
third chemical shift which appeared at 4.01 could be attributed to methine 
proton(8CH2). The final set of chemical shifts observed at δ 1.8 and 1.19 ppm was 
ascribed to the two methyl groups of the oxime moiety (18CH3) and (14CH3) 
respectively[41,42]. The 13C-NMR spectrum of the ligand showed a signal at 169.5 
ppm which could be assigned to carbonyl carbon C9=O. The chemical shift appeared 
at 153.27 and 150 ppm is assignable to azomethine carbon atoms(C13,15) [41,42,46]. 
While the chemical shifts of the methane carbon (C8) were observed at δ = 77. 
However, the peaks observed at δ147.09, 129.6, 117.02, 113.99 ppm were assigned 
to the aromatic carbons C6, C2,4, C3 and C1,5, respectively. The two peaks appearing at 
δ 12.4 and 7.9 ppm could be due to the two methyl carbons the oxime moiety. 
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Infrared spectra  
Table 2 collected IR spectral data of the ligand and its metal complexes, The 

ligand spectrum exhibits three bands located at 3390, 1678, and 992 cm-1ascribed 
to υ(OH), υ(C=O) and υ(N-N), respectively[47,48]. Two bands observed at 1641 
and 1605 cm-1 related to the two C=N of imine and oxime groups [49], while the 
bands observed at 1144 and 1025 cm-1 were attributed to the υN-O group[50]. 
The Presence of NH groups was supported by the bands recorded at 3338, 3290 
and 3260 cm-1[51-53]. Based on variation in the IR spectra of the metal 
complexes in comparison to that of the ligand, it could be presumed that the 
ligand performed either as a neutral (bidentate or tridentate), or monobasic 
(tridentate) or dibasic (tridentate or tetradentate). The spectra of complexes [(HL)Cu 
(OAc)], [(HL)Ni(OAc)], [(HL)Mn(OAc)]0.5H2O and [(HL)RuCl2(H2O)] showed i) 
complete absence of the υ(OH) group ii) a negative shift in the position and 
intensity of two C=N groups iii) a negative shift in the position and intensity of 
the carbonyl group by (2-29 cm-1). These findings suggest the bonding of the 
ligand the metal ions takes a monobasic tridentate mode via de-protonation of an 
oxime moiety, azomethine and carbonyl groups. The participation of the OH 
group of the oxime via loss of the hydrogen atom is accompanied by a 
strengthening in NO double bond, which is declared in the positive shift of the 
two NO bands to the regions (1148-1175), (1037-1096) cm-1[49,54]. The spectra 
of complexes (6) and (7) show similar patterns except the still presence of the 
OH group of the oxime, although this band was subjected to shifting by a (10-13 
cm-1), which suggested the chelating of the ligand to metal ions in a neutral 
tridentate mode in these two complexes (Fig. 2). This mode of bonding is further 
supported by the new bands observed in the 638-575, 581-497 and 456-504 
ranges related to (MO), two (MN)respectively [55]. The spectra of the 
bimetallic complexes (4), (8-9) and (13-14) suggested the chelation of the ligand 
in a dibasic tetradentate fashion bonding two metal ions by the three nitrogen 
atoms of amino, imine and oxima to groups and the enolic oxygen atom, which is 
supported by i) complete disappearance of the band of both hydroxyl of the 
oxime as well as the carbonyl group of the acetohydrazide moiety. ii) a negative 
shift in the position of the NH bands iii) the appearance of an additional band in 
the range 1500-1527assigned to the emerging of a new C=N group. The IR 
spectral findings go consistently with the elemental analyses results suggesting 
that this group of metal complexes adopts M2L formulae (Fig. 1). This proposed 
coordination mode is reinforced by the appearance of new bands in the 1500-
1527and 1210-1235 cm-1 ranges corresponding to (N=C-O), and (C-O) of  the 
acetohydrazide moiety, respectively[56,57]. In the spectrum of complex (10), the 
ligand behaved as a dibasic tridentate, coordinates to the metal ion via the C-O 
oxygen atom, (C=N) imino and the oxima to (C=NO) nitrogen atoms with the 
formation of two five-member rings. This type of coordination proved by 
disappearing of C=O, NH, OH bands, appearance of C=N band new and  
negative shifts in (N=C-O)and an increase in the vibration range of (NO) 
band which is observed at 1175 cm-1. The spectrum of complex (11) revealed a 
neutral bidentate mode of the ligand. The shifting to lower wavenumber in the 
bands characteristic to carbonyl and C=N imine referring that, the bonding 
occurred through these two groups. Two medium new bands at 951 and 849 cm-1 
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were detected in spectra of complexes (7) and (11)credited to s and as 
(O=U=O)respectively[58-60]. The IR spectral findings of this complex go 
inconsistent with the elemental analyses results suggesting that complex (11) 
adopts ML2 formulae (Fig. 3). The two emerged bands in the 1542-1570 and 1370-
1393 cm-1 ranges in metal complexes (2-7) were assigned to as(COO-) and s(COO-) 
of the acetate groups [61]. The observed separation value () (159-200) cm-1 

between asymmetric and symmetric (COO-) groups indicate that the ligand acts 
as a mono-dentate in these complexes[62]. IR spectrum of the nitrate complexes 
(9,11) showed new bands at 5(1432, 1412)and 1(1366, 1329) cm-1 respectively 
referring presence of nitrate group in a coordination mode with the metal ion. 
The difference between (5-1) was in the range (74-81) cm-1 indicating that, the 
nitrate group bonded to the M(II) ion is uni-dentate fashion[61,63,64]. The 
dioxovanadium complex (13)displayed a medium vibrational band at 997 and 
956 correspond to the as(O=V=O) and s(O=V=O) vibrational modes[4,58] 

 
 
 
 
 
 
 
 
 
 
 
 
 
 
 
 
 
 
 
 
 
 
 
 
 
 
 
 
 
 

Table 1. 
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Electronic spectra and magnetic measurements 

The electronic spectral, as well as the magnetic data of the compounds, are 
depicted in Table 3. Three bands were observed in the spectrum of the ligand at 
260, 310 and 340 nm. The first band at 260 nm is attributed to π→π* transition 

of phenyl ring of the ligand which is almost unchanged upon complexation, 
whereas the second and third bands are attributed to n→π* transitions of 

azomethine and carbonyl groups which were subjected to shifting in the spectra 
of metal complexes indicating participation of these groups in the complex 
formation[65,66].In some complexes, new bands were observed in the 400-440 
nm ranges, which may be attributed to charge transfer electronic transitions. 

 
Copper(II) complexes 

The electronic absorption spectra of the Cu(II) complexes (2, 9, 10) showed 
one additional band at 515, 550 and 560 nm, respectively assignable to the 
transition 2B1g → 

2Eg. The magnetic moment values of copper(II) complexes 
(2) and (10) recorded 1.91 and 2.01 B.M, which are consistent with the presence 
of one unpaired electron of copper(II) ions in a square planar environment [66-
68]. The lower magnetic moment of complex (9) than the expected values 
reported for square planar copper complexes is related to spin-spin interactions 
between the copper ions[69]. The electronic spectrum of copper complex (8) 
revealed the presence of two bands at 400 and 580 nm assignable to 2B1g→

2A1g 
and2B1g→

2B1g transitions. While the magnetic moment of this complex recorded 
0.98 BM which is lower than that reported for octahedral copper complexes, 
this is could be assigned to spin-spin interaction of copper(II) ions in an 
octahedral environment, support the bimetal nuclear nature of the complex [69]. 

 
Ni(II), Co(II) and Mn(II) complexes 

The electronic spectra of the nickel(II) complex (3), cobalt(II) complex (4) 
and manganese(II) complex (5) showed two bands at 460, 630 nm; 465, 565; 
and 485, 550, respectively; these bands are attributed to 3T1(F)→3A2(v2), 
3T1(F)→3T1(P) (v3) transitions for Ni(II) complex; 4A2→

4T1(F) (v2) 4A2→
4T1(P) 

(v3) transitions for Co(II) complex and 6A1→
4E1(F), 6A1→

4T1(F) transitions for 
Mn(II) complex. The magnetic moment recorded by these metal complexes 
were 3.11, 2.89, and 5.98 BM respectively, suggesting a tetrahedral 
environment around the Ni(II) ion and high spin tetrahedral environments 
around the Co(II) and Mn(II) ions[66,70]. The lower magnetic moment of the 
Co(II) complex than that reported for cobalt tetrahedral complexes could be 
assigned to spin-spin interactions between the Co(II) ions and clearly, support 
the bimetal nuclear nature of the complex[71,72]. 
 

 

Ru(III) and Fe(III) complexes 

The electronic spectrum of ruthenium(III) showed one band at 505 nm 
which assigned to 2T2g→

2A2g transition referring to a distorted tetragonal 
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octahedral structure. The magnetic moment of this complex was 1.65 BM, 
which is corresponding to a low spin octahedral environment around the Ru(II) 
ion. Also iron(III) complex (14) demonstrated an octahedral geometry around 
the Fe(III) ion, this is supported by the presence of three bands at 465, 550, 580 nm 
assignable to 6A1g→

4T1g(G), 6A1g→
4T2g (G)and 6A1g→

4Eg(G) 
transitions[66,73]. The magnetic moment recorded by this complex was 6.01 
BM referring to a high spin octahedral geometry around the Fe(III) ions [66,73]. 

 
Zn(II) complex 

Zinc(II) complex (6) showed diamagnetic character. They do not show d-d 
transitions, and the observed bands are only intra-ligand transitions. The zinc(II) 
complex (6) show band at 400 nm assignable to the ligand to metal charge 
transfer transitions (LMCT)[65]. 

 
UO2(II) complexes 

Electronic absorption spectral data of the two dioxouranium(VI) complexes 
(7) and (11) in nujol mull are depicted in Table 3. The two complexes 
demonstrated a diamagnetic character. Five absorption bands were observed for 
each complex. The first three bands are assigned to intra-ligand transitions, 
while the other two electronic transitions observed at 410, 460 and 415, 480 for 
the two complexes respectively. The higher energy band (460 and 480 ) is 
ascribable to charge transfer from oxygen of uranyl moiety to f-orbital of the 
uranium(VI) ion (OU). The broadness of this band indicates unequal energies 
of the OU charge transfer in the two oxo cations. The other band observed at 
410 and 415 nm is assignable to charger transfer from ligand to the uranium(VI) 
ion (LMCT)[51,65,74]. 

 
Dioxovandium(V) complex 

The electronic absorption spectra of the [(L)(VO2)2(H2O)3] complex (13) is 
recorded in nujol mull and data is depicted in Table 3. For dioxovanadium(V) 
complexes, no d-d bands are expected because of their 3d0 configuration. The 
first three absorption bands at 255, 315, and 375 nm are assigned to intra-ligand 
transitions within the ligand. The additional peak at 440 nm is due to ligand to 
metal charge transfer (LMCT) transitions[75-78]. 

 
Thermal analyses 

The thermal analyses data of metal complexes, depicted in Table 4, 
exhibited much insight about thermal stability, stoichiometric formulae as well 
as their chemical composition. (TGA/DTA) was carried out using 
thermogravimetric analysis in a static atmosphere of air and in the temperature 
range 20-800 oC. The thermal conduct of the metal complexes are compatible 
with the proposed formulae derived from the elemental analyses and spectral 
data. The thermal analyses data refer that all complexes are generally 
decomposed into multiple steps. 
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The thermo-gram pattern of complex (4) [(L)Co2(OAc)2(H2O)].2H2O 

exhibits five decomposition steps within the 30–800 oC temperature range. The 
first two steps are assigned to losses of one hydrated and two coordinated water 
molecules with two endothermic peaks at 90 and 200 oC, respectively. The first 
step is accompanied by 6.76 % weight loss (calcd 6.72) while the second one is 
accompanied with 3.01 weight loss (calcd. 3.36). The third step with weight loss 
(21.77 %) was assigned to 2 acetate groups (calcd. 22.17%). This step is 
complemented by an endothermic peak at 285 oC. The fourth step was assigned 
to the melting complemented with exothermic peak at 600oC with weight loss 
(52.22, calcd. 53.78%), refers to decomposition of the complex ending up with 
the formation the metal oxide.Cu(II) complex (8) [(HL)Cu2Cl2(H2O)5] 
decompose in four steps. The first step was accompanied with an endothermic 
peak at 210 oC and a weight loss 16.52% corresponding to loss of five 
coordinated water molecules (Calcd. 16.86). The endothermic peak observed at 
330 oC was assigned to the melting point of the metal complex, while the endo 
peak observed at 338oCaccompanied with (12.11%) was ascribed to loss of 2 
chloride ions (calcd.13.27%). The final step accompanied with exo thermic 
peak at 580 with weight loss (52.61, calcd. 54.99%), refers to decomposition of 
the complex ending up with formation the metal oxide. Complexes (9) and (14) 
showed five decomposition steps. The first one involves loss of one, two 
hydrated water molecules with weight loss 3.38 and 5.56 % respectively, these 
weight losses accompanied with two endo thermic peaks at 90 and 85 oC in the 
DTA pattern of complex (9) and (14) respectively.  The removal of the 
coordinated water molecules (one for complex (9) and three for complex (14) 
was accompanied with endothermic peaks at 180 and 170 oC and weight losses 
4.23 and 9.16 % (calcd. 3.38 and 9.33) respectively. The endothermic peaks 
observed at 315and 370 oC were assigned to the melting points of two metal 
complexes respectively, while the endothermic peaks observed at 350 and 
270oC accompanied by 23.25 and 23.03 % (calcd., 24.04) corresponding to loss 
of two nitrate and four chloride ions from complexes (9) and (14) respectively. 
The final step accompanied with exo-thermic peaks at 590 and 610 oC, with 
weight losses (54.29 and 45.02 % (calcd. 55.08 and 47.15%), refers to 
complexes (9) and (14) respectively ending up with the formation metal oxides. 
Complex(13) decomposes in only three steps; the first one related to loss of four 
molecules of coordinated water with weight loss 14.55 % (calcd. 14.88) and an 
endothermic peak located at 85 oC. The melting point of the complex was 
accompanied by an exothermic peak at 350 oC, while the final step was 
accompanied with exothermic peak at 620 oC and weight loss 47.39 (calcd. 
49.39%), referring to decomposition of the complex ending up with formation 
the metal oxide (V2O5). 
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Antimicrobial activity  

The antimicrobial activity of the ligand and the metal complexes was 
examined against A.niger and E. coli. All tests were carried out in triplicate and 
the diameters of the inhibition zones were measured in millimeters. The 
Amphotericin B and Amoxicillin were taken as standard to compare the 
effectiveness of the tested compounds. The effectiveness of the compounds was 
compared the standard drug and depicted in a percentage value Table 5. The 
ligand showed a potent activity against A.niger whereas it recorded a moderate 
activity against E. coli. with 72.2 and 44.1 percentages, respectively. 
Investigation the antimicrobial activity of the metal complexes revealed: For 
A.niger, Zn(II) complex (6) represented the most sensitive complex with 22.3 
mm (122.2 %) inhibition zone. Cu(II) complex (8) and Cu(II) complex (10) 
showed also higher activities than Amphotericin B with percentages 116.7 and 
111.1 respectively. Most complexes showed moderate activities with 
percentages in the range (61.1-83.3). On the other hand, Mn(II) complex (5) and 
Ru(II) complex (12) recorded no activity against A.niger. For E. coli: Zn(II) 
complex (6) was also the most sensitive complex with 32 mm (94.1 %) 
inhibition zone against E. coli: Cu(II) complex (8) complex showed also potent 
activity with 73.5 percentage. Ni(II) complex (2), Co(II) complex (4), Cu(II) 
complex (10) and Ru(III) complex (12) showed moderate activities with 
percentages in the range (55.8-83.3). On the other hand, Co(II) complex (4) and 
Mn(II) complex (5) recorded no activity against E. coli. The orders of the 
antimicrobial activity were as follow: For A.niger: Zn(II) complex (6) ˃ Cu(II) 

complex (8) ˃ Cu(II) complex (10) ˃ Standard drug ˃ Co(II) complex (4) ˃ Ni 

(II) complex (3) ˃ ligand [H2L] = VO2(II) complex (13) ˃ Cu(II) complex (2) ˃ 

Cu(II) complex (9). For E. coli: Standard drug ˃ Zn(II) complex (6) ˃ Cu(II) 

complex (8) ˃ Ni(II) complex (3) = Ru(III) complex (12) ˃ Cu(II) complex (10) 

˃ VO2(II) complex (13) ˃ Cu(II) complex (2) ˃ ligand [H2L] ˃ Fe(III) complex 

(14) ˃ Cu(II) complex (9). 
 

Conclusion 

 

Novel acetohydrazide-oxime ligand, N'-((3-(hydroxyimino)butan-2-
ylidene)-2-(phenyl-amino) acetohydrazide was synthesized. The structures of 
the ligand as well its metal complexes were investigated analytically and 
spectroscopically. The ligand acted as a bidentate, tridentate or tetradentate 
bonded to the metal ions via oxime, azomethine and carbonyl groups. 
Complexes (2), (3), (5-7) and (10) and (12) were formed in 1L:1M molar ratio; 
complexes (4), (8), (9), (13) and (14) adopted M2L formulae whereas complex 
(11) adopted ML2 formulae. All metal complexes adoptedmononuclear 
complexes except complexes (4), (8), (9), (13) and (14) that exhibits binuclear 
configuration. Both ligand and metal complexes demonstrates promising 
cytotoxicity against A.niger and E.coli. Zinc(II) complex (6), copper(II) 
complexes (8), (10) recorded outstanding activities by comparison with the 
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Amphotericin B standard drug with 122%, 116% and 111.1% percentages 
respectively against A.niger. Zinc(II) complex (6) was also the most sensitive 
complex against E. coli with (94.1 %) related to Amoxicillin. 

 

References 

 

1. Çay, S., Köse, M., Tümer, F., Gölcü, A., and Tümer, M., SOD activity and DNA 
binding properties of a new symmetric porphyrin Schiff base ligand and its metal 
complexes. Spectrochim Acta Part A Mol Biomol Spectrosc 151, 821-838 (2015). 

 
2. Subha, L., Balakrishnan, C., Natarajan, S., Theetharappan, M., Subramanian, 

B., and Neelakantan, M.A., Water soluble and efficient amino acid Schiff base 
receptor for reversible fluorescence turn-on detection of Zn2+ ions: Quantum 
chemical calculations and detection of bacteria. Spectrochimica Acta - Part A: 
Molecular and Biomolecular Spectroscopy 153, 249-256 (2016). 

 
3. Neelima, Poonia, K., Siddiqui, S., Arshad, M., and Kumar, D., In vitro anticancer 

activities of Schiff base and its lanthanum complex. Spectrochim Acta Part A Mol 

Biomol Spectrosc 155, 146-154 (2016). 
 
4. Correia, I., Adão, P., Roy, S., Wahba, M., Matos, C., Maurya, M.R., Marques, F., 

Pavan, F.R., Leite, C.Q.F., and Avecilla, F., Hydroxyquinoline derived 
vanadium(IV and V) and copper(II) complexes as potential anti-tuberculosis and 
anti-tumor agents. J Inorg Biochem 41, 83-93 (2014). 

 
5. Belal, A.A.M., El-Deen, I.M., Farid, N.Y., Zakaria, R., and Refat, M.S., Synthesis, 

spectroscopic, coordination and biological activities of some transition metal 
complexes containing ONO tridentate Schiff base ligand. Spectrochim Acta Part A 

Mol Biomol Spectrosc 149, 771-787 (2015). 
 
6. Bhaskar, R., Salunkhe, N., Yaul, A., and Aswar, A., Bivalent transition metal 

complexes of ONO donor hydrazone ligand: Synthesis, structural characterization 
and antimicrobial activity. Spectrochim Acta Part A Mol Biomol Spectrosc 151, 621-
627 (2015). 

 
7. Anacona, J.R., Rangel, V., Loroño, M., and Camus, J., Tetradentate metal 

complexes derived from cephalexin and 2,6-diacetylpyridine bis(hydrazone): 
Synthesis, characterization and antibacterial activity. Spectrochim Acta Part A Mol 

Biomol Spectrosc 149, 23-29 (2015). 
 
8. Caro, A.A., Commissariat, A., Dunn, C., Kim, H., García, S.L., Smith, A., Strang, 

H., Stuppy, J., Desrochers, L.P., and Goodwin, T.E., Prooxidant and antioxidant 
properties of salicylaldehyde isonicotinoyl hydrazone iron chelators in HepG2 cells. 
Biochimica et Biophysica Acta - General Subjects 1850, 2256-2264 (2015). 

 
9. Kareem, H.S., Ariffin, A., Nordin, N., Heidelberg, T., Abdul-Aziz, A., Kong, 

K.W., and Yehye, W.A., Correlation of antioxidant activities with theoretical 
studies for new hydrazone compounds bearing a 3,4,5-trimethoxy benzyl moiety. 
Eur J Med Chem 103, 497-505 (2015). 

 



F.A. El-Saied et al. 
 

Egypt. J. Chem. 60, No. 1 (2017) 

18 

10. Gökçe, M., Utku, S., and Küpeli, E., Synthesis and analgesic and anti-inflammatory 
activities 6-substituted-3(2H)-pyridazinone-2-acetyl-2-(p-substituted/nonsubstituted 
benzal)hydrazone derivatives. Eur J Med Chem 44, 3760-3764 (2009). 

 
11. Benítez, J., Cavalcanti De Queiroz, A., Correia, I., Alves, M.A., Alexandre-

Moreira, M.S., Barreiro, E.J., Lima, L.M., Varela, J., González, M., Cerecetto, 

H., et al., New oxidovanadium(IV) N-acylhydrazone complexes: Promising 
antileishmanial and antitrypanosomal agents. Eur J Med Chem 62, 20-27 (2013). 

 
12. Ragavendran, J.V., Sriram, D., Patel, S.K., Reddy, I.V., Bharathwajan, N., 

Stables, J., and Yogeeswari, P., Design and synthesis of anticonvulsants from a 
combined phthalimide–GABA–anilide and hydrazone pharmacophore. European 

Journal of Medicinal Chemistry 42, 146-151 (2007). 
 
13. Anacona, J.R., and Rincones, M., Tridentate hydrazone metal complexes derived 

from cephalexin and 2-hydrazinopyridine: Synthesis, characterization and 
antibacterial activity. Spectrochim Acta Part A Mol Biomol Spectrosc 141, 169-175 
(2015). 

 
14. Özdemir, Ü.Ö., Akkaya, N., and Özbek, N., New nickel(II), palladium(II), 

platinum(II) complexes with aromatic methanesulfonylhydrazone based ligands. 
Synthesis, spectroscopic characterization and in vitro antibacterial evaluation. Inorg 

Chim Acta 400, 13-19 (2013). 
 
15. Jordão, A.K., Ferreira, V.F., Lima, E.S., de Souza, M.C.B.V., Carlos, E.C.L., 

Castro, H.C., Geraldo, R.B., Rodrigues, C.R., Almeida, M.C.B., and Cunha, 

A.C., Synthesis, antiplatelet and in silico evaluations of novel N-substituted-
phenylamino-5-methyl-1H-1,2,3-triazole-4-carbohydrazides. Bioorg Med Chem 17, 
3713-3719 (2009). 

 
16. Cui, J., Lin, Q., Gan, C., Zhan, J., Su, W., Zhao, D., Qi, B., and Huang, Y., 

Synthesis and antiproliferative evaluation of some novel B-nor-D-homosteroids. 
Steroids 98, 138-142 (2015). 

 
17. El-Sabbagh, O.I., and Rady, H.M., Synthesis of new acridines and hydrazones 

derived from cyclic β-diketone for cytotoxic and antiviral evaluation. Eur J Med 

Chem 44, 3680-3686 (2009). 
 
18. Li, L., Li, Z., Wang, K., Liu, Y., Li, Y., and Wang, Q., Synthesis and antiviral, 

insecticidal, and fungicidal activities of gossypol derivatives containing alkylimine, 
oxime or hydrazine moiety. Bioorg Med Chem 24, 474-483 (2016). 

 
19. Nogueira, V.D.S., Ramalho Freitas, M.C., Cruz, W.S., Ribeiro, T.S., Resende, 

J.A.L.C., and Rey, N.A., Structural and spectroscopic investigation on a new 
potentially bioactive di-hydrazone containing thiophene heterocyclic rings. J Mol 

Struct 1106, 121-129 (2016). 
 
20. Rollas, S., and Küçükgüzel, Ş.G., Biological activities of hydrazone derivatives. 

Molecules 12, 1910-1939 (2007). 
 



Preparation, Characterization and Antimicrobial Activities …   
 

Egypt. J. Chem. 60, No.1 (2017) 

19 

21. Verma, G., Marella, A., Shaquiquzzaman, M., Akhtar, M., Ali, M.R., and Alam, 

M.M., A review exploring biological activities of hydrazones. Journal of Pharmacy 

and Bioallied Sciences 6, 69-80 (2014). 
 
22. Hwang, T.L., Wang, W.H., Wang, T.Y., Yu, H.P., and Hsieh, P.W., Synthesis and 

pharmacological characterization of 2-aminobenzaldehyde oxime analogs as dual inhibitors 
of neutrophil elastase and proteinase 3. Bioorg Med Chem 23, 1123-1134 (2015). 

 
23. El-Tabl, A.S., El-Hofy, M.I., Anwar, A.M., and Mohamed, H.A. Metal (II) 

complexes of oxime ligand: Synthesis, characterization and biological activity. In 

Heavy Metals, Algae and Microbial Activities in Marine Systems. pp 405-432(2015). 
 
24. Singh, N., Karpichev, Y., Tiwari, A.K., Kuca, K., and Ghosh, K.K., Oxime 

functionality in surfactant self-assembly: An overview on combating toxicity of 
organophosphates. Journal of Molecular Liquids 208, 237-252 (2015). 

 
25. Babahan, I., Emirdaʇ-Öztürk, S., and Poyrazoʇlu-Çoban, E., Spectroscopic and 

biological studies of new mononuclear metal complexes of a bidentate NN and NO 
hydrazone-oxime ligand derived from egonol. Spectrochim Acta Part A Mol Biomol 

Spectrosc 141, 300-306 (2015). 
 
26. Shokrollahi, A., Ghaedi, M., Rajabi, H.R., and Niband, M.S., Potentiometric 

study of binary complexes of methyl 2-pyridyl ketone oxime, phenyl 2-pyridyl 
ketone oxime and diacetyl monooxime with some transition and heavy metal ions in 
aqueous solution. Spectrochim Acta Part A Mol Biomol Spectrosc 71, 655-662 
(2008). 

 
27. El-Tabl, A.S., Shakdofa, M.M.E., and Whaba, M.A., Synthesis, characterization 

and fungicidal activity of binary and ternary metal(II) complexes derived from 4,4′-
((4-nitro-1,2-phenylene) bis(azanylylidene))bis(3-(hydroxyimino)pentan-2-one). 
Spectrochim Acta Part A Mol Biomol Spectrosc 136, 1941-1949 (2015). 

 
28. Sundararajan, G., Rajaraman, D., Srinivasan, T., Velmurugan, D., and 

Krishnasamy, K., Synthesis, characterization, computational calculation and 
biological studies of some 2,6-diaryl-1-(prop-2-yn-1-yl)piperidin-4-one oxime 
derivatives. Spectrochim Acta Part A Mol Biomol Spectrosc 139, 108-118 (2015). 

 
29. El-Tabl, A.S., Mohamed Abd El-Waheed, M., Wahba, M.A., and Abd El-Halim 

Abou El-Fadl, N., Synthesis, characterization, and anticancer activity of new metal 
complexes derived from 2-hydroxy-3-(hydroxyimino)-4-oxopentan-2-
ylidene)benzohydrazide. Bioinorganic Chemistry and Applications 2015,  (2015). 

 
30. Di Costanzo, L., Moulin, M., Haertlein, M., Meilleur, F., and Christianson, 

D.W., Expression, purification, assay, and crystal structure of perdeuterated human 
arginase I. Arch Biochem Biophys 465, 82-89 (2007). 

 
31. Chetana, P.R., Srinatha, B.S., Somashekar, M.N., and Policegoudra, R.S., 

Synthesis, spectroscopic characterisation, thermal analysis, DNA interaction and 
antibacterial activity of copper(I) complexes with N, N′- disubstituted thiourea. 
Journal of Molecular Structure 1106, 352-365 (2016). 

 



F.A. El-Saied et al. 
 

Egypt. J. Chem. 60, No. 1 (2017) 

20 

32. Sliva, T.Y., Kowalik-Jankowska, T., Amirkhanov, V.M., Glowiak, T., Onindo, 

C.O., Fritskii, I.O., and Kozlowski, H., Oxime analogs of amino acids and peptides 
are efficient ligands for Ni(II) ions. J Inorg Biochem 65, 287-294 (1997). 

 
33. Kufelnicki, A., Fritsky, I.O., Sliva, T.Y., Golovaneva, I.F., and Lampeka, R.D., 

Stereoselective synthesis of cobalt(III) anionic complexes with chiral 
pyruvylaminoacid oximes and metal-ligand interactions in aqueous solution. 
Polyhedron 26, 2894-2900 (2007). 

 
34. El-Tabl, A.S., Novel N,N-diacetyloximo-1,3-phenylenediamine copper(II) 

complexes. Transition Met Chem 22, 400-405 (1997). 
 
35. El-Tabl, A.S., El-Saied, F.A., Plass, W., and Al-Hakimi, A.N., Synthesis, 

spectroscopic characterization and biological activity of the metal complexes of the 
Schiff base derived from phenylaminoacetohydrazide and dibenzoylmethane. 
Spectrochim Acta Part A Mol Biomol Spectrosc 71, 90-99 (2008). 

 
36. Vogel, A., A Text Book of Quantitative Inorganic Analysis, ELBS, London, 324 

(1978). 
 
37. Lewis, L., and Wilkins, R.G., Modern Coordination Chemistry.(New York: 

Interscience)(1960). 
 
38. Collee, J.G., Mackie, T.J., and McCartney, J.E., Mackie & McCartney Practical 

Medical Microbiology.(New York: Churchill Livingstone)(1996). 
 
39. Zaky, R.R., Ibrahim, K.M., and Gabr, I.M., Bivalent transition metal complexes 

of o-hydroxyacetophenone [N-(3-hydroxy-2-naphthoyl)] hydrazone: Spectroscopic, 
antibacterial, antifungal activity and thermogravimetric studies. Spectrochim Acta 

Part A Mol Biomol Spectrosc 81, 28-34 (2011). 
 
40. Geary, W.J., The use of conductivity measurements in organic solvents for the 

characterisation of coordination compounds. Coordination Chemistry Reviews 7, 81-
122 (1971). 

 
41. El-Asmy, A.A., Khalifa, M.E., and Hassanian, M.M., Synthesis and 

characterization of transition metal complexes containing oxime, amido and 
thioamido groups. Indian J Chem Sect A Inorg Phys Theor Anal Chem 43, 92-97 
(2004). 

 
42. Jayaramudu, M., and Hussain Reddy, K., Dimeric metal complexes of 

diacetylmonoxime isonicotinoyl hydrazone. Indian J Chem Sect A Inorg Phys Theor 
Anal Chem 38, 1173-1176 (1999). 

 
43. Pouralimardan, O., Chamayou, A.-C., Janiak, C., and Hosseini-Monfared, H., 

Hydrazone Schiff base-manganese (II) complexes: Synthesis, crystal structure and 
catalytic reactivity. Inorganica chimica acta 360, 1599-1608 (2007). 

 
44. Gup, R., and Kırkan, B., Synthesis and spectroscopic studies of copper (II) and 

nickel (II) complexes containing hydrazonic ligands and heterocyclic coligand. 



Preparation, Characterization and Antimicrobial Activities …   
 

Egypt. J. Chem. 60, No.1 (2017) 

21 

Spectrochimica Acta Part A: Molecular and Biomolecular Spectroscopy 62, 1188-
1195 (2005). 

 
45. Fouda, M.F., Abd-Elzaher, M.M., Shakdofa, M.M., El-Saied, F.A., Ayad, M.I., 

and El Tabl, A.S., Synthesis and characterization of a hydrazone ligand containing 
antipyrine and its transition metal complexes. Journal of Coordination Chemistry 61, 
1983-1996 (2008). 

 
46. Babahan, I., Coban, E.P., and Biyik, H., Synthesis, characterisation and 

antimicrobial activities of vic-dioxime derivatives containing heteroaromatic 
hydrazone groups and their metal complexes. Maejo International Journal of Science 
and Technology 7, 26-41 (2013). 

 
47. Dutta, R.L., and Sarkar, A.K., A study of metal complexes of carbohydrazide. 

Journal of Inorganic and Nuclear Chemistry 43, 2557-2559 (1981). 
 
48. Butler, I.S., Elsayed, S.A., El-Hendawy, A.M., Mostafa, S.I., Jean-Claude, B.J., 

and Todorova, M., Antineoplastic activity of new transition metal complexes of 6-
methylpyridine-2-carbaldehyde-n(4)-ethylthiosemicarbazone: X-Ray crystal 
structures of [ VO2 (mpETSC)] and [Pt(mpETSC)Cl]. Bioinorganic Chemistry and 

Applications 2010,  (2010). 
 
49. Naskar, S., Naskar, S., Mondal, S., Majhi, P.K., Drew, M.G.B., and 

Chattopadhyay, S.K., Synthesis and spectroscopic properties of cobalt(III) 
complexes of some aroyl hydrazones: X-ray crystal structures of one cobalt(III) 
complex and two aroyl hydrazone ligands. Inorg Chim Acta 371, 100-106 (2011). 

 
50. Uǧur, A., Mercimek, B., Özler, M.A., and Şahin, N., Antimicrobial effects of 

bis(Δ2-2-imidazolinyl)-5,5′-dioxime and its mono- and tri-nuclear complexes. 
Transition Met Chem 25, 421-425 (2000). 

 
51. Fouda, M.F.R., Abd-Elzaher, M.M., Shakdofa, M.M.E., El Saied, F.A., Ayad, 

M.I., and El Tabl, A.S., Synthesis and characterization of transition metal 
complexes of N′- [(1,5-dimethyl-3-oxo-2-phenyl-2, 3-dihydro- 1H-pyrazol-4-yl) 
methylene] thiophene- 2-carbohydrazide. Transition Met Chem 33, 219-228 (2008). 

 
52. Gup, R., and Kirkan, B., Synthesis and spectroscopic studies of copper(II) and 

nickel(II) complexes containing hydrazonic ligands and heterocyclic coligand. 
Spectrochim Acta Part A Mol Biomol Spectrosc 62, 1188-1195 (2005). 

 
53. Pouralimardan, O., Chamayou, A.C., Janiak, C., and Hosseini-Monfared, H., 

Hydrazone Schiff base-manganese(II) complexes: Synthesis, crystal structure and 
catalytic reactivity. Inorg Chim Acta 360, 1599-1608 (2007). 

 
54. Mustafa, B., and Satyanarayana, S., Vitamin B12 model complexes: Synthesis and 

characterization of thiocyanato cobaloximes and thiocyanato bridged dicobaloximes 
of O-donor ligands: DNA binding and antimicrobial activity. J Korean Chem Soc 54, 
687-695 (2010). 

 
55. El-Tabl, A.S., Plass, W., Buchholz, A., and Shakdofa, M.M.E., Synthesis, 

spectroscopic investigation and biological activity of metal(II) complexes with 
N2O4ligands. J Chem Res, 582-587 (2009). 



F.A. El-Saied et al. 
 

Egypt. J. Chem. 60, No. 1 (2017) 

22 

 
56. Chitrapriya, N., Sathiya Kamatchi, T., Zeller, M., Lee, H., and Natarajan, K., 

Synthesis, spectroscopic, crystal structure and DNA binding of Ru(II) complexes 
with 2-hydroxy-benzoic acid [1-(4-hydroxy-6-methyl-2-oxo-2H-pyran-3- yl)-
ethylidene]-hydrazide. Spectrochim Acta Part A Mol Biomol Spectrosc 81, 128-134 
(2011). 

 
57. Galić, N., Rubčić, M., Magdić, K., Cindrić, M., and Tomišić, V., Solution and 

solid-state studies of complexation of transition-metal cations and Al(III) by 
aroylhydrazones derived from nicotinic acid hydrazide. Inorg Chim Acta 366, 98-104 
(2011). 

 
58. Davidson, G., Spectroscopic Properties Of Inorganic And Organometallic 

Compounds.(Newcastle upon tyne UK: Royal society of chemistry)(1993). 
 
59. Singh, B., Mahajan, S., Sheikh, H.N., and Kalsotra, B.L., Synthesis and 

characterization of peroxo complexes of uranium(VI) with aroylhydrazone ligands. 
Journal of Saudi Chemical Society 18, 494-501 (2014). 

 
60. Haworth, D.T., Kiel, G.Y., Proniewicz, L.M., and Das, M., Spectroscopic studies 

of some uranyl chelates. Inorg Chim Acta 130, 113-115 (1987). 
 
61. Nakamoto, K., Infrared and Raman Spectra of Inorganic and Coordination 

Compounds Part B: Applications in Coordination, Organometallic, and 

Bioinorganic Chemistry.(USA: John Wiley & Sons INC)(2009). 
 
62. Murukan, B., and Mohanan, K., Synthesis, characterization, electrochemical properties 

and antibacterial activity of some transiton metal complexes with [(2-hydroxy-1-
naphthaldehyde)-3- isatin]-bishydrazone. Transition Met Chem 31, 441-446 (2006). 

 
63. El-Tabl, A.S., Shakdofa, M.M.E., and Shakdofa, A.M.E., Metal complexes of N′-

[2-hydroxy-5-(phenyldiazenyl)-benzylidene] isonicotinohydrazide. Synthesis, 
spectroscopic characterization and antimicrobial activity. J Serb Chem Soc 78, 39-55 
(2013). 

 
64. El-Tabl, A.S., Shakdofa, M.M.E., El-Seidy, A.M.A., and Al-Hakimi, A.N., 

Synthesis, characterization and antifungal activity of metal complexes of 2-(5-((2-
chlorophenyl) diazenyl) -2-hydroxybenzylidene) hydrazinecarbothioamide. 
Phosphorus Sulfur Silicon Relat Elem 187, 1312-1323 (2012). 

 
65. Fouda, M.F.R., Abd-Elzaher, M.M., Shakdofa, M.M., El-Saied, F.A., Ayad, 

M.I., and El Tabl, A.S., Synthesis and characterization of a hydrazone ligand 
containing antipyrine and its transition metal complexes. J Coord Chem 61, 1983-
1996 (2008). 

 
66. Lever, A.B.P., Electronic spectra of some transition metal complexes: Derivation of 

Dq and B. J Chem Educ 45, 711-712 (1968). 
 
67. El-Tabl, A.S., El-Bahnasawy, R.M., and Hamdy, A.E.D., Synthesis, magnetic, 

spectral and antimicrobial studies on metal complexes of 4-
methylphenylaminoacetoisatin hydrazone. J Chem Res, 659-664 (2009). 



Preparation, Characterization and Antimicrobial Activities …   
 

Egypt. J. Chem. 60, No.1 (2017) 

23 

 
68. Chohan, Z.H., Pervez, H., Khan, K.M., and Supuran, C.T., Organometallic-based 

antibacterial and antifungal compounds: Transition metal complexes of 1,1′-
diacetylferrocene-derived thiocarbohydrazone, carbohydrazone, thiosemicarbazone 
and semicarbazone. J Enzyme Inhib Med Chem 20, 81-88 (2005). 

 
69. Akbar Ali, M., Mirza, A.H., Yee, C.Y., Rahgeni, H., and Bernhardt, P.V., 

Mixed-ligand ternary complexes of potentially pentadentate but functionally 
tridentate Schiff base chelates. Polyhedron 30, 542-548 (2011). 

 
70. El-Wakiel, N., El-Keiy, M., and Gaber, M., Synthesis, spectral, antitumor, 

antioxidant and antimicrobial studies on Cu(II), Ni(II) and Co(II) complexes of 4-
[(1H-Benzoimidazol-2-ylimino)-methyl]-benzene-1,3-diol. Spectrochim Acta Part A 

Mol Biomol Spectrosc 147, 117-123 (2015). 
 
71. Aly, M.M., and Imam, S.M., Characterization of Copper(II), nickel(II), cobalt(II) 

and palladium(II) complexes of vicinal oxime-imine ligands; induced chelate 
isomerism in the same molecule of the nickel(II) complex. Monatshefte für Chemie 

Chemical Monthly 126, 173-185 (1995). 
 
72. El Saied, F.A., Shakdofa, M.M.E., El Tabl, A.S., and Elzaher, M.M.A., 

Coordination behaviour of N′1,N′4-bis((1, 5-dimethyl-3-oxo-2-phenyl-2,3-dihydro-
1H-pyrazol-4-yl)methylene) succinohydrazide toward transition metal ions and their 
antimicrobial activities. Main Group Chem 13, 87-103 (2014). 

 
73. Goel, S., Chandra, S., and Dwivedi, S.D., Synthesis, spectral and biological studies 

of copper (II) and iron (III) complexes derived from 2-acetyl benzofuran 
semicarbazone and 2-acetyl benzofuran thiosemicarbazone. Journal of Saudi 

Chemical Society,  (2013). 
 
74. Gandhi, J.B., and Kulkarni, N.D., Binuclear complexes with uranyl ions in non-

equivalent coordination environments: Synthesis and electrochemistry of complexes 
with binucleating aroyl hydrazones and 2,2′-bipyridine. Transition Met Chem 25, 
209-212 (2000). 

 
75. Maurya, R.C., and Rajput, S., Neutral dioxovanadium(V) complexes of 

biomimetic hydrazones ONO donor ligands of bioinorganic and medicinal relevance: 
Synthesis via air oxidation of bis(acetylacetonato)oxovanadium(IV), 
characterization, biological activity and 3D molecular modeling. J Mol Struct 833, 
133-144 (2007). 

 
76. Ghasemi, K., Ghasemi, F., Rezvani, A.R., Graiff, C., and Notash, B., Potential 

antidiabetic drugs of metformin with insulin-enhancing anions [VO2(dipic)]- and 
[VO2(dipic-OH)]-: Synthesis, characterization and X-ray crystal structure. 
Polyhedron 102, 239-245 (2015). 

 
77. Maurya, M.R., Khurana, S., Zhang, W., and Rehder, D., Biomimetic oxo-, dioxo- 

and oxo-peroxo-hydrazonato-vanadium(IV/V) complexes. J Chem Soc, Dalton 
Trans, 3015-3023 (2002). 

 



F.A. El-Saied et al. 
 

Egypt. J. Chem. 60, No. 1 (2017) 

24 

78. Maurya, M.R., Khurana, S., Schulzke, C., and Rehder, D., Dioxo- and 
oxovanadium(V) complexes of biomimetic hydrazone ONO donor ligands: 
Synthesis, characterisation, and reactivity. Eur J Inorg Chem, 779-788 (2001). 

 
)                                                                                                  Received   16/2/2017; 

                                                                                               Accepted    29/3/2017)  
 

  
رش٘٘د ّ رْص٘ف ّ دراسخ الٌشبط الجْ٘لْجٖ الوضبد للوكزّثبد لوززاكجبد هشزقخ هي 

N'-((3-(hydroxyimino) butan-2-ylidene)-2- الوززاثظ            
(phenylamino)acetohydrazide  

 

فزحٖ عجدالغٌٖ الس٘د
1

أحود ًعوبًٖ الحك٘وٖ، 
3،2

هحود أحود ُّجخ ، 
4

هحود هحوْد شقدّفخ ّ 
5  

قسن  2ٗخ، السعْد-جبهعخ القس٘ن -العلْمكل٘خ -قسن الك٘و٘بء 3هصز، -جبهعخ الوٌْف٘خ -٘خ العلْمكل-قسن الك٘و٘بء 1 

-قسن الك٘و٘بء 5، هصز-الوزكش القْهٖ للجحْس-قسن الك٘و٘بء غ٘ز العضْٗخ 4ال٘وي، -جبهعخ أة -كل٘خ العلْم-ءالك٘و٘ب

 .السعْدٗخ-خل٘ص-جبهعخ جدح  -كل٘خ العلْم

 
رن رحض٘ز سلسلخ هي صالصخ عشز هززاكجبً ثزفبعل هززاثظ جدٗد هي األس٘زُْ٘دراسٗد أّكشٗن هع 

، (III)، الزّصٌْ٘م(II)، الشًك(III)، الحدٗد(II)، الوٌجٌ٘ش(II)، الكْثلذ(II)٘كل، الٌ(II)الٌحبص

. رن رحض٘ز الوززاثظ ثزفبعل كو٘خ هزكبفئخ هي كال هي الفٌ٘ل أهٌْ٘ أس٘زْ (V)ّ الفبًبدْٗم (VI)الْ٘راًْ٘م

هي  ثْ٘ربى دإ أّى أحبدٕ األكشٗن. رن رْص٘ف الوزكجبد الوحضزح ثْاسطخ كال 3،2ُ٘داسٗد هع 

ّ ط٘ف  الزحبل٘ل العٌصزٗخ ّالحزارٗخ، ط٘ف األشعَ رحذ الحوزاء ّ ط٘ف الزً٘ي الٌّْٕ الوغٌبط٘سٖ

. أظِزد الٌزبئج أى ّ الزْص٘ل الوْالرٕ العشم الوغٌبط٘سٖ األشعَ الجٌفسجَ٘ ّ الوزئَ٘ ّ ق٘بسبد 

 (10) ,(7-5) ,(3) (2) الوززاثظ ٗزفبعل كوززاثظ صٌبئٖ ّ صالصٖ ّ رثبعٖ الزشبثك. ّأى الوززاكجبد 
رزكْى  (14),(13) ,(9) ,(8) ,(4)فٖ ح٘ي أى هززاكجبد    MLرزكْى فٖ فٖ الص٘غخ الوْالرٗخ  (12)

ف٘وب رج٘ي أى الشكل .  ML2فْجد أًَ ٗؤخذ الص٘غخ  (11)الوْالرٗخ أهب هززاكت رقن M2L فٖ ص٘غخ 

. رن دراسخ الٌشبط الوضبد الٌِدسٔ للوززاكجبد صوبًٔ األّجخ ّرثبعٔ األّجخ ّرثبعٔ األسطح

ح٘ش اثدٓ الوززاثظ ًشبط هلحْظبً هضبداً لفطز . للو٘كزّثبد لكل هي الوززاثظ ّالوززاكجبد الوحضزح

االسج٘زجل٘ن ً٘جز فٖ ح٘ي أظِز ًشبطبً هزْسطب هضبداً لجكززٗب االش٘زٗش٘ب كْالٕ. فٖ ح٘ي أثدد 

هو٘شا هضبدا لفطز االسج٘زجل٘ن ً٘جز ٗفْق  ًشبطبً  (10)ّ  (8)ّ الٌحبص رقن  (6)هززاكجبد الشًك رقن 

%، فٖ ح٘ي  كبى هززاكت 111%، 116% ، 133عقبر أهفْرزٗس٘ي الوزجعٖ الوضبد للفطزٗبد ثٌسجخ 

 األكضز رأص٘زاً رجبٍ ثكززٗب االش٘زٗش٘ب كْالٕ هقبرًخً ثعقبر األهْكس٘سل٘ي.  (6)الشًك رقن 
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