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© propyl,

EqiF e,

oup rc,actnc with

the acylbenzene, the other being an R” group,
and each # is a carbonyl oxy gen or one
is an (hal)2 group wherein Hal is halogen.
Suitable groups which react with  a
-——CO-—CH._,Kl group include zlkoxyl, amino,
alkyl amino, substituted amino or substiruted
alkyl amino groups. It will be appreciated
that these groups include groups which are also
convertible to O groups. Where Ry and/or
R, is an amino or substituted amino group,
the nitrogen atom may carry groups E and
F wherein E and/or F is hydrogen, a lower
alkyl, a substituted or unsubsituted aryl, alkaryl
or haloaryl group. In the case where the nitro-
gen carries only one group E or T, the sub-
“stituent may be linked to the nitrogen through

-a sulphur atom or an —SQ— or —S0,—

group. Examples of suitable compounds for
present use include those of the gencral
formulae R,00C—COOR; (wherein each
R, is an alkyl group, such as methyl, ethyl,
butyl group, or pentyl group; an
alkaryl group such as a benzyl group; or an
alkenyl group such as an allyl group), and
R50--C(Hal).,-—COOR3 (whcrcin Hal is
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may be carried out mercly by mixing the re-
actants together and heating, if desired, to
a temperature of {frem 25 to 150° C, prefer-
ably about 70 to $0° C. In the case of the
oxalate esters, the reaction is desirably carried
out in the presence of a condensation agent.
Suitable agents include, for example, metal
atkoxides, such as sodium ethoxide, sodium
hydride, sodamide or metallic sodium. The

" condensation agent may be formed in situ,

for example. by the use of ethanol as the re-
action medium and the addition of metallic
sodium. In Some cases the alkali metal salt of
the compound of formula V (that is when
M is alkali metal) may act as part of the con-
densation agent required. Where a substituted
dihalo-acetate is used, it is preferred to carry
out the reaction in the presence of a finely
divided metal catalyst, such as finely divided
platinum group metal.

If desired, the reaction may be carried out

. in an inert solvent or diluent medium, such

as diethyl ether, dioxen, ethanol, benzene,
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bi nding agent is therefore used in this con- in an inert solvent using
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(wherein A, and A, are the pairs of groups

_CO—CHR,COD and OM; H and
'—0—C(D)= CR,COOH; o
' —CO—CR,=CHD

and OM! respectively wherein D is a COOR,
group or a group V convertible thereto, M is I,
an alkali-metal cation or an alkyl group, M1
is H or an alkali metal catdon and R, and
R. have the values given above; one adjacent
pair of the substituents: B,, B., B, and B, is
the pair of groups A; and A, which may have
the values given above for A, and A; or may

- be the pair of groups A; and A,, and the

other two of the groups B,, B., B; or
B, are hydrogen or substitucnts other than

. hydrogen) during which cyclisation of the

groups A, and A, and, if necessary, A; and
A, takes piace.

Thus the compounds of formula VIII may
be prepared by cyclising a compound of
formula VIII under the conditions described
above for the cvclisation of the compound of
formula IL In some instances cychsauon may

occur spontancously.

The compounds of formula VIII may
themselves be prepared by condensing an acyl-
‘benzene of formula V with a compound of
formula VCOR;, wherein V has the values

given above and R, is a group reactive with a =

hydrogen in the —COCH.R,; group of the
acyibenzene. Suitable compounds VCOR,-in-
clude esters of substituted or unsubstituted
acetic, acrylic and cinnamic acids, and amides
or substituted amides thereof. The condensa-
tion may be achieved by the method outlined

earlier for the production of the cempounds of -

formula II from the acylbenzene V and thc
compounds :

Rs C Z—C%R,.

The compounds VIII may also be pn.parcd
from the acylbenzene V and the compounds

Particular ewamplts of the preparatlon of
compounds VIII include the preparation of
those compounds wherein V is a methyl or
vinyl group by reaction of an alkyl acetate or
acrylate, i.c. the compounds VCOR, wherein
V is-a methyl or vinyl group aad R, is an
alkoxy group, with an acylbenzene V undet
the condensation conditions outlined above for
the preparation of compound IL

The 2-styryl compound, that is the com-
pound of formula VIII wherein V is

65

may be prepared from the acylbenzene V by
reaction with sodium cinnamate and cinnamic
anhydride or by reaction with a cinnamoyl
halide, e.g. cinnamoyl chloride, in the presence
of an acid-binding agent to yicld the cinna-

70

" mate ester of the acylbenzene, followed by

-3

reatrangement with a base, e.g. potassium
carbonate, in the presence of an inert solvent
such as toluenc or benzeuc, to give a 1, 3-
diketonc of the formula:

S

B1 - _.;

f,/L\\ K 5
By—r”" I e CO-CH=CO~CH=CHAS
wherein Ar denotes a benzene ring. R

From these examples of the preparation
of the c.ompovnds of formula VIII it will be
appreciated that certain of the processes for
preparing the compounds of formulae II

and VIII may together be broadly described &

as processes whercin an acylbenzeng of formula
V is reacted with a_ compound
Z .
W )y
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using conditions simlar to those set out above above. The
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5 or 2 and when nis 1, W is a Dgroup i.e. a pared by the reaction of
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present invention to treat the product of any
of the above processes, after any isolation and
purification steps that may be desired, in
order to liberate the free acid therefrom or to
convert onc form of derivative into another.

" The methods used to free the acid, convert
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was then removed under reduced pressure 10 -

leave a brown oil.
This oil was triturated with ether to give
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