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ABSTRACT

A facile synthesis of various 1-phenyl(2-methoxy-5-methyl)-3,5-dimethyl-4(substituted phenyl
benzeneazo acetyl acetone) Pyrazoles (3a-3l) have been synthesized by the condensation of malon
(2-methoxy-5-methyl) anilic acid hydrazide (1a) with selected various substituted phenyl benzeneazo
acetyl acetone (2a-2l) and glacial acetic acid used as medium. The newly novel synthesized substitu
ted pyrazoles have been characterized by means of their spectral studies and elemental analysis.
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INTRODUCTION

Pyrazole derivatives constitute an
interesting class of organic compounds with diverse
chemical, pharmacological and medicinal
applications®?. Pyrazoles are well known to have a
wide spectrum of biological activities®. Many of the
therapeut ically useful compounds such as
phenylbutazone, oxyphenbutazone, celecoxib, are
modulate on it's structure. Pyrazoles have been
reported as antibacterial®, antifungal®, anti-
convulsant®, antidiabetic” activities. Some
substituted pyrazoles have been found to possess
anticancer activity®. Several pyrazoles and their
derivatives have been prepaired by various workers
in our laboratory®.

In the present paper we would like to report
the synthesis of some newly novel substituted
pyrazoles derived from malon (2-methoxy-5-methyl)
anilic acid hydrazide (1a) with substituted acetyl

acetones (2a-2l) in alcoholic medium by using
glacial acetic acid as a catalyst.

EXPERIMENTAL

Material and Methods

All the melting points were determined on
Electro-thermal apparatus in open capillary tubes
and are uncorrected. All the Chemicals are used in
this synthesis were obtained from Sigma-Aldrich
Company. The purity of newly synthesized
compounds was checked by TLC on silica-gel-
coated Al plates (E-Merck). The IR spectra in Kbr-
disc method were recorded on Perkin-Elmer
spectrum RX-1 FT-IR Spectrophotometer at Central
Drug Research Institute (CDRI) Lucknow .

All the newly synthesized compounds
showed satisfactory analytical results for C,H,N and
identity of the newly synthesized compounds was
confirmed by molecular weight, molecular formula,
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m.p, yield %, colour are furnished in Table -1 and
the spectral data are recorded in the Table 2.

General procedure of the synthesis of malon (2-
methoxy-5-methyl) anilic acid hydrazide (1a)
To the primary amine (2-methoxy-5-methyl;
0.025 mole), diethyl malonate (0.05 mole) was
added in the presence of the catalyst dimethyl for-
mamide and the mixture was refluxed for about 45-
60 minutes, ethanol 20 ml was added and
concentrated over boiling water-bath, add alcohol
20 ml and hydrazine hydrate 99%, solid was
recrystallized by ethanol, was identified as (1a) .

General procedure of the synthesis of
substituted phenyl benzeneazo acetyl acetone
(2a-21)

To substituted aniline (0.025 mole) was
diazotised by adding together with concentrated HCI
(8 ml) and dis. water (7 ml) cooled in an ice-bath at
maintained temperature 0°C, and then cooled
aqueous solution of NaNO, (0.025 mole) was added
dropwise to it, the ready diazotised salt solution was
added dropwise in to the cooled maintained at 0°-
2°C solution of Sodium acetate (0.12 mole) and
acetyl acetone (0.025 mole) in ethanol (20 ml), thus
the solid was separated out, filtered, washed with
cold dis. water, recrystallized with ethanol.

General procedure of the synthesis of 1-
phenyl(2-methoxy-5-methyl)-3,5-dimethyl-
4(substituted phenyl benzeneazo acetyl
acetone) Pyrazoles (3a-3l)
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To (1a ; 0.001 mole)dissolved absolute
ethanol (15 ml) and (2a-21;0.001 mole) was added
then refluxed for 3-4 hours in the presence of glacial
acetic acid 4-5 drops, cooling, filtered, and the
resulting solid was recrystallized by hot absolute
ethanol 99%

RESULTS AND DISCUSSION

The Infrared Spectra of the newly
synthesized substituted pyrazoles have been
recorded in the frequency region 4000-450 cm™?, in
the Table-2.

The IR Spectrum of 1-phenyl (2-methoxy-
5-methyl)-3,5-dimethyl-4(3-chloro-4-
methoxy)phenyl benzeneazo acetyl acetone)
pyrazole® indicates stretching vibrations at 3283.0
cm* show -NH, stretching vibrations at 3022.0 cm-
tindicates the presence of -CH, stretching vibrations
at 1649.6 cm indicates the presence of aromatic
C=0,stretching vibrations at 1591.2 cm™ reveals the
-C=C, stretching vibrations at 1216.6 cm™ show C-
N, stretching vibrations at 1522.8 cm™ represents -
N-N, stretching vibrations at 1429.7 cm reveals the
-CH, group, stretching vibrations at 670.7 cm™
indicates the mono substitution ring. The above
observation are agreed with the assigned structure
of compounds 3a-3g and also other compounds 3h-
3l. The study reveals absorption spectrum was in
agreement with the assigned structure of all the
newly synthesized compounds and colouring
properties and show higher melting points.
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Tahle 2: Spectral data of Newly Synthesized Compounds (3a-3g)

S. Codes -MHem'-CHem” ArC=0 C=Cocm’ C-Nocm” N-WNem” -CH, cm’ Manc
Mo, (-COMH) Stretching Stretching Stretching Stretching Strefching Stretching  Substitution ring
1. 3a 2830 30220 16488 15812 121686 15228 14257 6707
2. 3b 328049 30220 16500 155 12163 15207 14275 6711
3 3c 32788 30211 1648.2 1591.1 12159 15241 1426.5 E59.9
4. 3d 32827 30215 164986 15809 12165 15233 1427 .8 6707
L Je 32814 30221 16493 15809 12162 15273 14273 B71.1
= 3 32799 30220 16499 1288.7 1216.0 13249 1426.2 G707
T 30 32800 30218 16508 15800 12159 15264 1426.8 G707
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