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300 spectrometer. The chemical shifts are given in ppm 
relative to TMS as internal standard. The ‘H NMR 
spectra of the complexes, taken in DMSO-d, solution 
showed no signals due to the complexes. probably 
because the DMSO substituted the ligand in the com- 
plexes. It was not possible to register the ‘H NMR 
spectra of the complexes in CDCI, since they are insol- 
uble in this solvent. 

The mass spectra of the complexes were taken via 
the solid inlet from solid samples in glass capillary 
sealed on the other end with excitations energies 16- 
70 eV with a Fisons QMD 1000 spectromeler in EI 
mode. Unfortunately the molecular peak of all the 
complexes was not obtained even though the con- 
ditions for the mass spectral measurements were 
varied. Typical by the mass spectra of all complexes 
were mainly those of the corresponding .&‘-acy- 
lacetamidrazone ligand. 

The N’-acetyl-,N’-ethoxycarbonyl- and N’-ben- 
zoylacetamidrazones (Ll, L2, L6) were prepared 
according to established procedures [9]. 

Synthrsis qj”N’-benzoylacetamidrazones (L3-LS, L7- 

L9) 

A mixture ofethyl acetimidate derivative (0.01 mol) 
and the appropriate acylhydrazine (0.0 I mol) in 50 ml 
of anhydrous ethanol was heated at 70-75 C for l-2 
min and then kept at room temperature for one night. 
The precipitate was collected by filtration. throughly 
washed with ethyl ether and recrystallized from the 
solvent indicated below. 

N’-benzoylacetamidrazone (L3) was obtained from 
ethylacetimidate and benzoyl hydrazine in 87% yield : 
M.p. 163-165°C (ethanol) ; Found : C. 61 .O; H. 6.3; 
N, 23.6%. Calc. for C,H,,N,O: C, 61.0; H, 6.2; N, 
23.6%. 

‘H NMR (DMSO-d,) : 6 1.91 (s, 3H, CH,). 6.22 (br 
s, 2H, NH2), 7.37, 7.88 (m, 5H, Ar). 9.66 (br s. IH. 
NH). 

N’-(4-methylbenzoylfacetamidrazone (L4) was 
obtained from ethylacetimidate and 4-methylbenroyl 
hydrazine in 78% yield; M.p. 185 C (ethanol); 
Found: C, 62.7; H, 6.9; N, 21.5%. Calc. for 
C,,H,,N,O: C, 62.8; H, 6.8; N, 21.5%. 

‘H NMR (DMSO-d,) : 6 1.92 (s, 3H, CH,), 2.30 (s, 
3H, CH,), 6.27 (br s, 2H, NH,), 7.15, 7.77 (m. 4H. 
Ar), 9.65 (br s, IH, NH). 

N’-(4-chlorobenzoyl)acetamidrazone (LS) was 
obtained from ethylacetimidate and 4-chlorobenzoyl 
hydrazine in 86% yield; M.p. I80 ‘C (ethanol); 
Found: C, 51.0; H, 4.7; N, 20.0%. Calc. for 
C,H,,ClN,O: C, 51.1; H, 4.8; N, 20.0%. 

‘H NMR (DMSO-d,): 6 I. (s, 3H, CH,), 6.31 (br 
s, 2H, NHJ, 7.36, 7.96 (m, 4H, Ar), 9.84 (br s. IH. 
NH). 

N’-benzoyl-2-phenylacetamidrazone (L7) was 
obtained from ethyl phenylacetimidate and benzoyl 
hydrazine in 82% yield: M.p. 175-6 ‘C (ethanol); 

Found: C, 71.2; H, 6.0; N. 16.9%. Calc. for 
C,,H,,N,O: C, 71.1; H, 6.0; N, 16.6%. 

‘H NMR (DMSO-d,) : 6 3.49 (s, 2H, CH2), 6.33 (br 
s, 2H, NH,), 7.30, 7.86 (m, IOH, Ar), 9.74 (br s, 1H. 
NH). 

N’-(4.methylbenzoyl)-2-phenylacetamidrazone (LS) 
was obtained from ethyl phenylacetimidate and 4- 
methylbenzoyl hydrazine in 70% yield; M.p. l70- 
72 C (acetonitrile) ; Found: C, 71.7; H, 6.4; N, 
15.7%. Calc. for C,,H,,N,O: C, 71.9; H, 6.4; N 
15.7%. 

‘H NMR (DMSO-d,) : b 2.30 (s, 3H, CH,), 3.47 (s, 
2H. CHZ), 6.38 (br s, 2H, NH?), 7.30, 7.75 (m, 9H, 
Ar), 9.68 (br s, I H, NH). 

N’-(4.chlorobenzoyl)-2-phenylacetamidrazone (L9) 
was obtained from ethyl phenylacetimidate and 4- 
chlorobenzoyl hydrazine in 70% yield; M.p. 180°C 
(ethanol); Found: C, 62.8; H, 5.0; N, 14.7%. Calc. 
for C,,H,,CIN,O: C, 62.6: H. 4.9; N, 14.6%. 

‘H NMR (DMSO-d,) : 6 3.66 (s, 3H, CH2). 6.40 (br 
s. 2H. NHJ, 7.30, 7.93 (m, 9H, Ar). 9.93 (br s, IH, 
NH). 

A mixture of the PdCl, (0.18 g, 1 mmol) and the 
ligand in the appropriate stoichemiometrical ratio was 
heated for 48 hat reflux in the solvent indicated below. 
The Al, A6 complexes were prepared in ethanol using 
ligand and salt in 3 : I ratio. The palladium complexes 
with amidrazones L>L5 and 1,7-L9 were prepared 
in acetone, using ligand and salt in 2 : 1 ratio. 

Pd(LI)& (Al). To an ethanolic solution (IO ml) 
of PdCl? (0.18 g, 1 mmol) N’-acetylacetamidrazone 
(Ll) (0.24 g, -2 mmol) was added and the resulting 
mixture was heated at reflux with stirring for 6 h. The 
formed precipitate was collected by filtration, washed 
with hot ethanol (5 ml) and dried in racuo over P,O,,. 
Yield : 0.20 g, 50%. 

A mixture of the PtCI, (0.27 g, 1 mmol) and the 
ligand (3 mmol) was heated for 6 h at reflux in the 
acetone. The complex Bl was prepared in ethanol 
utilizing ligand and salt in 2 : I ratio. 

[Pt(L3),*L3p2HZ0 (B3). To a Me&O solution 
(20 ml) of PtCl, (0.27 g, 1 mmol) N’-ben- 
zoylacrtamidrazone (Ll) (0.24 g, -2 mmol) was 
added and the resulting mixture was refluxed for 6 h. 
The formed precipitate was filtered off, washed with 
hot Me,CO (IO ml) and dried in cacuo over P,O,,,. 
Yield : 0.3 g, 65%. 

Pt(LZ),Cl, (B2). To a Me&Z0 solution (20 ml) of 
Ptcl, (0.34 g, I mmol) N’-ethoxycarbonyl- 














