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Table S1 Reaction progress based on time for Knoevenagel condensation of benzaldehyde with ethyl cyanoacetate

over as-prepared SiO,@LDHs with various Si/(Mg+Al) atomic ratio.

Si/(Mg+Al) Time Conversion of BA  Conversion of EC  Yield (based on BA) Carbon balance
/molecular ratio /min 1% 1% 1% /%
0 5 54 1.9 6.4 102.2
10 10.4 6.3 10.5 101.4
15 17.1 12.4 14.9 99.0
30 28.0 20.3 25 98.8
60 48.9 39.0 46.8 99.1
120 76.5 61.8 79.8 104.4
180 89.8 73.6 85.8 97.5
0.13 5 8.2 4.6 11.8 104.2
10 17.1 11.8 17.8 101.7
15 23.9 17.4 24.0 101.1
30 41.6 31.8 40.6 97.5
60 66.6 51.9 66.4 101.0
120 91.2 71.8 94.7 104.5
180 97.7 77.4 101.1 104.3
0.17 5 13.0 10.7 14.6 101.7
10 21.1 17.4 223 101.3
15 29.9 24.6 29.1 99.6
30 54.1 443 54.5 101.3
60 80.5 66.5 81.3 101.6
120 96.6 80.1 96.5 100.7
180 99.4 82.7 97.7 99.1
0.25 5 14.4 11.7 14.7 100.6
10 24.8 20.3 22.8 98.6
15 30.0 243 27.3 98.1
30 50.1 40.6 49.1 100.1
60 76.0 63.1 75.3 100.1
120 95.3 80.0 97.3 102.5
180 99.0 83.2 103.6 104.8
0.50 5 13.1 8.4 12.0 100.1
10 19.0 13.8 17.4 99.5
15 23.4 17.5 21.4 99.1
30 371 29.7 32.8 96.7
60 61.0 49.4 57.0 97.1
120 87.6 70.9 923 105.6
180 96.8 79.6 93.4 97.7

Reaction conditions: benzaldehyde (BA, 1.0 mmol), ethyl cyanoacetate (EC, 1.2 mmol), catalyst (10 mg), toluene (3
mL), 313 K, N, flow (30 mL min!).



