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It i commen knowledge that the reactien between o-phenylendiamines and
oxalic acid gives the corresponding 2,3-dioxyquinoxalines and not the benz-
imidasole derivatives. As indicated in the work’, 2,2idibenzinidasoliles
with free NH-groups may be synthesised from o-phenylendiamines and oxsmides.
2,21D1benaimidaaoliles are also formed when Ag-salts of bensimidagoles inter-
act withiodine®.

Among the alkylating dibensimidaszoliles we distinguish t,tidimethyl—
2,2:d1bensinidazolile which was prepared from 1-methylbenzimidagole and bu~
£yllithium’,

The method described in the present paper of obtaining 1,1Ldia1kyl-
2,21dibenzimida:oliles lies in the fact that metallic sodium and potassiu-
act on 1-alkylbenzimidasole.
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The appearing of an intermediate 7" -or- G -complex in the process of

reaction from anion radical /Ii/ and unreacted base, as has been observed im

the case of pyridine4

s 18 unlikely due to the absence of a visible signal in
the e.s.r. spectrum of the reaction mixture. As the reaction is accompained
by the liberation of hydrogen and is remained sensitive to the inductive in-
fluence of N-substitute when potassium is being substituted by sodium (see
table I), it may be concluded that of the three possible ways of formatiom
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the way I -V - VI ~ Il is mainly realiged.

It should be noted that in the conditlions of this reaction VI does net
conpletely convert imto II as the yileld of II somewhat increases if the reac-
tion mixture after its treatment with ethanol is subject ta the actiom of

i —As0H, @K X :@ R0

It is remarkable that when using a liquid alloy K - Na (4:1) instead

oxygen. l;l
N

R

of potassium or sodium the compound II is formed in small amount although
we do observe the liberation of hydrogen.

The following general procedure was employed for the synthesis of
1,1,-diallq1-2,2l-dibenz:lmidazoliles. Powdered potassium or sodlium
(0.033 g-atom) in 30 ml of benzene was activated with 2-3 drops of isoamyl
alcohol and N-substituted benzimidasole (0.033 mele) was added with stir-
ring in an atmosphere of nitrogen. The reaction was carried out at 25-30°
for 2 hours. When the reaction was over the metal which had not reacted

was removed by ireatment with ethanel and for 1-1% hours a moderate current
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of air was passed through the mixture. Extraction of the base with 10% HC1
and treatment of the combined aqueous layers with aqueous ammonia gave usual-
ly a mixture of oil and crystals. Afi{er standing for 8-10 hours crystals
were filtered, washed with ethanol and dried. 1,1/-Dialky1-2.2/-di'benlimid-
azoliles were recrystallized from ethanel.

The results of synthesis are given in the table I.

TABLE I
Initial Obtained Yield Melt IR
compounds Metal compounds % point, gpectrum
K 50.4 1612
1-methyl~ 1 ,1:-d1methy1- 1584
bengimid- Na 2,2-dibengimid- 42 210,5-211° 1480
asole azolile 1008
K-Ne 14 964
(4:1) 744
1~ethyl- K 1.1%d4ethyl- 44.5 1586
bengzimid- 5,2%aivensimid- 1512
azole Na azolile 5 188-189° 1480
K-Na 1002
(4:1) 3.4 970
749
1-propyl - K 1, 1,{-dipro pyl- 30.1 1588
bengimid- Na 2,2 aibensimid- 0. 153-154° 1480
agole azolile 1004
K-Na 0 946
(4:1) 734

The results of elementary enalysis of the obtained compounds corres-
pond to the calculated data.

/ /
In the IR spectrum of all the 1,1-dialkyl-2,2~dibensimidagoliles we
find aromatic C = C and C = N - bonds, a bensene ring of benzimidasole5 and
o-substituted bensene ring.
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That the dipol moments of 1,1-dimethyl-and 1,11diethy1-2,zidibonlimid-
agoliles are equal to 1,41 and 1.94 D (bengzene,25°) is confirmed by the fact
that in a solution these compeunds exist in angular conformatiems close to

trans-forms.
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