a’ European Patent Office

Europaisches Patentamt ‘ ‘llm

Office européen des brevets @) Publication number: 0 480 722 A2
®) EUROPEAN PATENT APPLICATION
@1) Application number : 91309316.7 @) Int. c.5: HO1F 1/053

@2 Date of filing : 10.10.91

Priority : 10.10.90 GB 9022033 @ Inventor : Lee, Victor Ching-Wah
Room 1001, 10th floor, Capitol Centre, 5-19
Jardine Barzaar
Date of publication of application : Causeway Bay, Hong Kong (HK)
15.04.92 Bulletin 92/16

Representative : Rickard, Timothy Mark Adrian

Designated Contracting States : et al
BE DE ES FR GB IT NL SE Brookes & Martin, High Holborn House, 52/54
High Holborn

London WC1V 6SE (GB)
@1) Applicant : Lee, Victor Ching-Wah
Room 1001, 10th floor, Capitol Centre, 5-19
Jardine Barzaar
Causeway Bay, Hong Kong (HK)

EP 0 480 722 A2

Method of making a Nd-Fe type permanent magnetic material.

@ Magnetic material and method of obtaining same :
A magnetic material is obtained by forming a mixture comprising 10um of less particles of
60 - 67% Fe
30 - 35% Nd
1 - 4% Dy
08-12%B
0.6 - 1.0% Nb
by atomic weight per cent
The mixture is pressed into shape in the absence of water and then sintered. The product is slowly
cooled.
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The present invention relates to a method of making a material with permanent magnetic properties.

U.S. Patent Specification No. 4,496,395 to croat dated January, 29 1985 and assigned to General Motors
Corporation of USA describes how materials with permanent magnetic properties had previously been made
using samarium and cobalt (as well as other materials). The specification continues by pointing out that these
elements are expensive due to their scarcity and therefore unsuitable for use in mass production of magnets.
The specification then goes on to point out the known desirability of substituting lower atomic weight rare earth
elements for samarium and substituting iron for cobalt, but points out that efforts to produce a permanent mag-
net using these materials have not been successful. Finally, the specification discloses a method of combining
these elements to make a magnetic material comprising the steps of forming a mixture of iron and one or more
rare earth elements; heating said mixture to form a homogeneous molten alloy; and quenching said molten alloy
atarate such that it solidifies substantially instantaneously to form an alloy having an inherent room temperature
magnetic coercivity of at least about 5,000 Oersteds as quenched. The specification also discloses the product
resulting from the above method.

Later U.S. Patent Specification No. 4,802,931 to Croat dated February 7, 1989 and assigned to General
Motors Corporation of U.S.A. describes a novel high strength magnetic alloy made from iron, boron and lower
atomic weight rare earth elements such as neodymium and praseodymium. Again the method involved consists
in melting the mixture and then rapidly quenching the molten mixture.

Objects of the present invention are to provide an alternative and improved method of making a permanent
magnetic material including the aforementioned less expensive and less scarce elements, and to provide an
alternative and improved product.

The invention provides a method of making a material with permanent magnetic properties at room tem-
perature comprising the steps of :-

(a) forming a mixture of iron, neodymium and other elements;

(b) heating the mixture;

(c) cooling the mixture;

characterized in that :-

(d) the elements are ground into a powder so that the mixture is formed of particles of size lees than 10

microns;

(e) the mixture comprised by atomic weight per cent approximately

not more than 50% neodymium (Nd)
not more than 4% cobalt (Co)

not more than 20% dysprosium (Dy)
not more than 15% boron (B)

not more than 12% molybdenum (Mo)
not more than 15% niobium (Nb)

the balance being iron (Fe) and impurities.

(f) the mixture is pressed into the desired finished shape before heating;

(g) the preparation of the particles, the mixing and the pressing are carried out in a low oxygen moisture

free environment;

(h) heating is effected as that the temperature rises in a series of cycles each comprising a period of sharply

increasing temperature followed by substantially constant temperature;

(i) heating continues until the mixture reaches sintering temperature; and

(j) the mixture cools relatively slowly.

Preferably the low oxygen environment mentioned at step (g) above is a vacuum or an inert gas environ-
ment.

The invention also provides a material with permanent magnetic properties made by the above method.

The principal advantage of the present invention over the teaching of the later Croat specification in that
the resulting material has improved properties. Firstly, the material in accordance with the invention has greatly
improved magnetic properties and in particular the magnetic coercivity is doubled. Secondly, the material lends
itself to electroplating which prevents corrosion and greatly increases its lifespan. Thirdly, the material can with-
stand significantly higher temperatures. Fourthly the method lends itself to automation.

The invention will now be described more particularly by way of example with reference to the accompany-
ing drawings in which :-

Figure 1 is a graph of temperature versus time during heating;

Figure 2 is a chart showing the characteristic of ten different magnetic materials according to the invention;

Figure 3a to 3f show magnetic and physical characteristics and demagnetization curves for six of the ten

materials; and

Figure 4 is a chart comparing the properties of the material according to the invention with those of the
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prior art.

One specific example of a method according to the invention and the resulting product will now be described
in detail. The constituents of the mixture by atomic weight per cent are :-

1) Neodymium (Nd) 30-35%

2) Iron (Fe) 60-67%

3) Cobolt (Co) 1-4%

4) Dysprosium (Dy) 1-4%

5) Boron (B) 0.8-1.2%

6) Niobium (Nb) 0.6-1.0%

7) Aluminum (Al) 0.4-0.8%

One or more than one of the following elements may be added, the amount of these elements is limited to
not more than the value specified atomic weight percent as follows:-

Al 15%, Bi 10%, Cr 12%, Ge 10%
Hf 10%, Mn 12%, Ni 12%, sSb 5%

Si 10%, Sn 5%, Ta 15%, Ti 8%
vV 15%, W 15%, 2Zn 5%, Pr 30%
Y 30% Zr 10% Mo 12%

The above atomic elements are ground and mixed to a powder form by a jet pulveriser, the partccle sizes
being between one tenth and ten microns. The mixture is then pressed to form the desired final shape and is
then magnetized. Grinding, mixing and pressing are carried out in a nitrogen environment. The formed shape
is then heated by application of heat so that the temperature rises in the manner shown in Figure 1 until the
sintering temperature is reached after which the temperature is allowed to cool naturally. Finally, the resulting
permanent magnet is electroplated.

Relatively slow cooling means cooling slowly relative to the disclosure of US 4 496 395. In preferred embo-
diments the sintered material is cooled no faster than 75°C/min, especially no faster than 50°C/min, more espe-
cially no faster than 35°C/min.

In order to obtain the product of the invention it will generally be necessary to reduce the heat input in order
to produce periods of substantially constant temperature. By way of routine experimentation based on the
teaching of the instant specification the skilled worker will be able to devise suitable heat treatment regimes.

Instead of carrying out the grinding, mixing and pressing steps in a nitrogen atmosphere, they may by car-
ried out in a vacuum or in an inert gas environment such as helium, neon, argon or krypton.

In a modification of the steps described above, a resin may be included in the mixture before heating, and
most of the resin is then removed by heating in a vacuum leaving some residual resin, for example 2% by weight,
in the finished magnetic material.

Figure 2 is a chart of the magnetic properties of materials made from the above constituents by the above
method, the differences between the materials arising from the different proportions of the various constituents
and Figures 3c to 3f give further details.

Figure 4 is a short comparing the properties of the magnetic materials in accordance with the invention
(sintered Nd-Fe-B) with the magnetic materials described in the later Croat specification (bonded Nd-Fe-B) and
with traditional magnetic materials (SmCo5 and Sm2Co'7).

Claims

1. A method of making a material with permanent magnetic properties at room temperature comprising the
steps of :-
(a) forming a mixture of iron, neodymium and other elements;
(b) heating the mixture;
(c) cooling the mixture;
characterized in that :-
(d) the elements are ground into a powder so that the mixture is formed of particles of size less than
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10 microns;
(e) the mixture comprises by atomic weight per cent approximately
not more than 50% neodymium (Nd)
not more than 4% cobalt (Co)
not more than 20% dysprosium (Dy)
not more than 15% boron (B)
not more than 12% molybdenum (Mo)
not more than 15% niobium (Nb)
(f) the mixture is pressed into the desired finished shape before heating;
(g) the preparation of the particles, the mixing and the pressing are carried out in a lower oxygen moist-
ure free environment;
(h) heating is effected so that the temperature rises in a series of cycles each comprising a period of
sharply increasing temperature followed by substantially constant temperature;
(i) heating continues until the mixture reaches sintering temperature; and
(i) The mixture cools relatively slowly.

A material with permanent magnetic properties made by the above method.
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